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Rontgenquantenoptik mit MoBbauerkernen in Diinnschichtkavitaten — In dieser Arbeit wer-
den Diinnschichtkavitdten mit eingebetteten Méfbauerkernen, die nahe ihrer Resonanz mit Ront-
genlicht wechselwirken, aus quantenoptischer Perspektive untersucht. Eine umfassende theore-
tische Beschreibung wird entwickelt und im linearen Anregungsraum, der fiir heutige Experi-
mente von Bedeutung ist, werden kompakte analytische Ausdriicke fiir die Observablen gewon-
nen. Auch komplexe Kavititen konnen in sehr guter Ubereinstimmung mit friiheren Experi-
menten und semiklassischen Methoden modelliert werden. Es wird gezeigt, dass die spektrale
Antwort des Systems ohne magnetischer Hyperfeinstrukturaufspaltung der Kerne aus durch-
stimmbaren Fano-Resonanzen besteht. Diese Linienformkontrolle wird experimentell realisiert
und erméglicht es in guter Ubereinstimmung mit den Vorhersagen spektroskopische Eigen-
schaften mit hoher Prézision zu bestimmen und die Phase der Kernresonanz zu rekonstruieren.
Durch die Ausrichtung der Magnetisierung sowie der Lichtpolarisation kénnen fortgeschrittene
quantenoptische Levelschemata realisiert werden. In diesen werden vakuuminduzierte Kohérenz-
effekte vorhergesagt und erfolgreich im Experiment bestatigt. Weiterhin wird gezeigt, dass die
Gruppengeschwindigkeit von Rontgenlichtpulsen in der Kavitidt gesteuert werden kann. Eine
Beobachtungsmethode dafiir wird eingefithrt und verwendet, um verlangsamtes Licht experi-
mentell zu demonstrieren. Zuletzt werden nichtlineare Effekte, die mit zukiinftigen Lichtquellen
beobachtbar werden kénnten, untersucht und ein nichtlinearer Mechanismus zur Linienformkon-
trolle wird diskutiert.

X-Ray Quantum Optics With Moéssbauer Nuclei In Thin-Film Cavities — In this thesis thin-
film cavities with embedded Mossbauer nuclei probed by near-resonant x-ray light are studied
from a quantum optical perspective. A theoretical framework is developed and compact expres-
sions for the observables are derived for the linear excitation regime, which is encountered in
current experiments. Even advanced cavity layouts can be modeled in excellent agreement with
the results of previous experiments and semi-classical approaches. In the absence of magnetic
hyperfine splitting, the spectral response of the system is found to be formed by tunable Fano
profiles. An experimental implementation of this line shape control allows to extract spectros-
copic signatures with high precision and to reconstruct the phase of the nuclear transition in
good agreement with the theoretical predictions. The alignment of medium magnetization and
polarization control of the x-rays enable to engineer advanced quantum optical level schemes, in
which vacuum induced coherence effects are predicted and successfully demonstrated in an ex-
periment. Furthermore, it is shown that group velocity control for x-ray pulses can be achieved
in the cavity. A scheme for its observation is proposed and then employed to experimentally
confirm sub-luminal x-ray propagation. Finally, non-linear effects, which could become acces-
sible with future light sources, are explored and a non-linear line shape control mechanism is
discussed.
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Chapter 1

Introduction

Quantum mechanics is a seminal tool for various applications in our everyday life as well as for
our fundamental understanding of the universe. At its boundary to the science of light, the realm
of quantum optics has experienced a tremendous progress in the last decades. Counterintuitive
concepts to control light with matter or matter with light and the investigation of fundamental
issues in quantum mechanics are indicative of the vast range of aspects which can be realized in
the lab by now [IH3]. To put it in the words of Serge Haroche and Jean-Michel Raimond: “The
quantum has already delivered a lot.” [2]

This development in quantum optics has been very successful for microwaves, infrared or visible
light. However, until recently the study in higher frequency domains has been neglected, mostly
due to the lack of proper radiation sources. The currently emerging field of x-ray quantum optics
aims to establish the concepts of quantum optics in this new parameter regime [4], where we can
again expect that “the quantum will deliver a lot”.

Despite the fact that x-ray radiation is not conceptually different from visible light in terms
of the theory of electromagnetism, it is attended by a number of assets and drawbacks, since the
structures employed as target materials and the handling in experiments can strongly differ from
the lower frequency regime. X-rays, for example, allow to excite not only the valence, but also the
inner shell electrons in atomic media, and thus can be employed to study exotic systems under
extreme conditions. Due to their shorter wavelength, x-rays can be focused to the nanometer
range [5] [6] and explore physics at the nanoscale and applications therein [7], they provide high
spectral resolution as the diffraction limit of visible light is circumvented [8, 9] and experiments
can be operated with near 100% detection efficiency [4].

A distinct drawback, though, is the availability of coherent light sources in the x-ray domain
as required for most applications in the quantum optical context. However, recent developments
make this aim come into reach: 3rd generation synchrotron radiation sources offer unprecedented
beam qualities, such as a high beam brilliance, huge photon numbers, pulses in the range of
several ten picoseconds and a high beam collimation, which enables the study of previously
inaccessible systems [10]. Additionally, free-electron lasers can provide x-rays with even more
favorable characteristics [ITHI3]. Future facilities [T4HI8] and enhancement schemes such as self-
seeding [I9] or two-color x-ray lasers [20] are expected to further enrich the spectrum of light
sources, which are suitable for quantum optical experiments in the x-ray regime.

Naturally, the advent of these high-performance x-ray radiation sources opened up a vast
field of applications in different disciplines, such as material science, condensed matter physics,
spectroscopy or imaging in structural biology. Celebrated examples include nanocrystallogra-
phy [21] 22], lensless imaging of single molecules [23H25] or viruses [26], femtosecond electronic
responses [27] and non-linear optical effects [28]. Quantum mechanical aspects have been touched
in experiments on parametric down conversion [9, [29-31], x-ray wave mixing [32], stimulated
emission [33], x-ray control with light [34] and atomic inner-shell lasing [35]. On the theory
side, numerous schemes have been suggested, such as x-ray frequency comb generation [36H3§]
or implementation of electromagnetically induced transparency at x-ray frequencies [39].

In spite of this progress, it is important to realize that the novel x-ray light sources are in
many aspects inferior to, e.g., lasers in the visible regime. Samples in the x-ray domain cannot be
driven continuously, but only irradiated with short radiation pulses. At the same time, multiple
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sources with different x-ray frequencies are usually not available in a single lab. Additionally, 3rd
generation synchrotron sources provide a low resonant photon intensity [7], such that the light-
matter interaction is mainly characterized by linear processes. But perhaps most importantly,
current x-ray radiation suffers from low coherence properties compared to the light in the lower
frequency domain [40].

Full exploitation of quantum optics, however, requires coherent control, quantum effects and
non-linear light-matter interaction. Hence, the ideas, phenomena and applications known from
the visible regime cannot be directly transfered into the realm of x-ray physics. Rather, it is re-
quired to developed new approaches and techniques both on the theoretical and the experimental
side, in order to establish the field of x-ray quantum optics. In particular, a more sophisticated
control exploiting the concepts of coherence and interference is desirable.

While x-rays can in principle interact with the transitions of atomic inner-shell electrons,
driving nuclear resonances forms an interesting alternative [41H43]. In particular, Mdssbauer
nuclei offer some unique features. Due to their recoilless transitions, they offer extremely narrow
resonance widths and a high quality factor, which is an important prerequisite for precision
spectroscopy [44], [45], precision measurements [46, [47] and quantum-assisted metrology at x-ray
energies [48]. Mossbauer transitions can be studied both in the time and frequency domain [49]
and the nuclei can be easily embedded in solid state or nanostructured targets. This way,
distortions like atomic movement or collisions like in atomic gases are avoided and systems can
be operated essentially decoherence-free [50]. Furthermore, in many situations the light-matter
interaction is boosted by cooperative effects between the nuclei [51], [52].

These distinct features render Mossbauer nuclei a perfect candidate for the purpose of x-ray
quantum optics. Especially the archetype Mossbauer nucleus °“Fe with its transition at 14.4 keV
and a line width of only 4.7 neV is understood in detail, the required technology and instrumenta-
tion is well established and it constitutes a proven setup in traditional experiments. Hence, it is no
surprise that this Mossbauer isotope facilitated a number of successful experiments with a quan-
tum optical context. Examples are single photon storage [53], y-ray photon echos [54, 53], single
photon superradiance and the measurement of the cooperative Lamb shift in nuclei [52], realizing
the phenomena of electromagnetically induced transparency [56] and spontaneously generated
coherences [50], coherent control of photon waveforms [57], line shape control and interferometric
phase measurements on 5"Fe nuclei [58] and group velocity control of x-ray pulses [59].

Also on the theoretical side, a number of proposals exploiting the distinct features of Mossbauer
nuclei for quantum optical purposes were suggested, such as creation of entanglement for x-ray
photons [60] 61] or between macroscopic solid objects [62], controlling nuclear decay channels [63],
storage and phase modulation of x-ray photons [64], field control of x-ray photons [65] and
analyses on nuclear lasing [66H68]. Other suggestions involving the interaction of x-rays with
nuclear transitions include nuclear population transfer by quantum optical means [69] [70] and
coherence-enhanced studies on novel clocks based on nuclear transitions [48].

These examples illustrate that Mossbauer and thus also x-ray science can profit from well-
established quantum optical concepts developed in the visible frequency range. However, as
already pointed out above, the experimental implementations do not rely on a simple transfer
of the setups from the optical to the x-ray frequency regime. Rather, the new domain requires
to develop fundamentally new ideas. This can be already seen from the fact that, unlike for the
visible regime, typically only a single beam with a single frequency is available for experiments
in the x-ray domain. This way, sophisticated schemes had to be developed, such as external
field control [53] or engineering tailored environments for the nuclei [50} 52, 56]. These novel
concepts can potentially be ported back to the optical frequency range and thus enrich the field
of traditional quantum optics as well.

While nuclei can, in principle, be driven directly by x-ray light sources [41, [69H7I], it is
the tailored environment of the nuclei mentioned above, which facilitates the exploration of a
comprehensive set of quantum optical effects. In particular, embedding the Mossbauer isotopes
into nanostructured cavities has proven to form an eligible platform. Planar cavities consisting



of different layers of different materials with thicknesses in the nanometer range, known as thin-
film cavities, are probed in grazing incidence and have by now been utilized in a number of
experiments [50], 52], [56], 58], [59].

These thin-film cavities have the distinct advantage that they can “trap” the x-rays between
their mirrors and thereby significantly enhance the light-matter interaction, which becomes par-
ticularly important for experiments performed at current synchrotron radiation sources, where
the resonant intensity of the radiation is still weak. In this sense, the thin-film cavities can as
well be interpreted as waveguide structures. Waveguides have been studied in the context of
light propagation and focusing of x-rays [72, [73], and recently also x-ray waveguides based on
photonic crystals have been suggested [74]. Hence, synergistic effects of these two research fields
can be expected for the future.

Resonant Méssbauer nuclei embedded into thin-film cavities will constitute the basic platform
studied in this work. So far, this setting has been only investigated theoretically by means of
semi-classical theories [51], [52] 56 [75H77]. For the full exploitation of quantum optics, though,
also a theoretical framework based on the concepts of quantum mechanics is required [78]. Such
a quantum theory would provide an alternative point of view on the x-rays and resonant nuclei
in thin-film cavities. In particular, a microscopic understanding of the occurring processes would
be gained. At the same time, the established theories have the drawback that they are based
on a linear description of the light-matter interaction. Hence, these approaches are expected to
break down as soon as non-linear scenarios, encountered at novel free-electron laser sources, need
to be considered. In contrast, a self-consistent quantum description would naturally incorporate
this high intensity limit and support a potential transfer of the Méssbauer phenomenon into a
new regime in physics.

This work is dedicated to the development of such a theory. Moreover, the new theoretical
approach will be used to explore thin-film cavities with embedded resonant Mossbauer nuclei from
a quantum optical perspective, with the aim to control x-rays with matter as well as matter with
x-rays. To this end, a strong focus is put on a close relation to realistic implementations, such that
various experimental settings can be handled accurately. Throughout this work, the developed
quantum theory is successfully applied to previously conducted as well as to novel experiments,
which highlight the significance of thin-film cavities for the purpose of x-ray quantum optics.

Qutline of this work

This thesis is structured as follows: In chapter [2] the general setting considered in this work is
introduced. The layout and the basic properties of thin-film cavities are discussed and it is shown
how the cavities together with the inclusion of resonant Md&ssbauer nuclei constitute a platform
for the study of light-matter interaction at x-ray energies. Further, a brief overview of radiation
sources and experimental schemes employed in the context of the Mossbauer effect is given. Next,
a special focus is put on two experiments which greatly inspired this work: Utilizing thin-film
cavities and Mdossbauer nuclei, they were able to demonstrate the relation to the field of quantum
optics for the first time [52] [56]. Finally, this introductory chapter covers two frameworks, which
have been used so far in the theoretical modeling. The underlying principles of these descriptions
are given and their advantages as well as their drawbacks are highlighted.

Motivated by this discussion, a full quantum theory is developed in chapter 3] To this end,
a Hamiltonian for the system is set up and the model is generalized in terms of the density
matrix via the master equation approach, to also cover incoherent effects such as leaky cavity
modes or spontaneous emission of the nuclei. Since the full model can hardly be solved due
to the large dimensionality of the Hilbert space, two approximations well justified in current
synchrotron-based experiments are performed. The effective model is then applied to the case
of an unmagnetized °“Fe layer and compact expressions for the reflectance are derived and
discussed. In particular, a superradiant enhancement and a collective Lamb shift as observed
in Ref. [52] are reobtained. Finally, the relation between the stationary observables and the
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situation encountered in an realistic scenario is shown, which qualifies the theory to be applied
in experimental settings.

In chapter [4] the connection to such an experiment is explicitly achieved. In contrast to previ-
ous studies, the incidence angle of the driving x-ray field onto the cavity surface is exploited as
an additional degree of freedom and using our quantum optical theory developed in chapter [3 we
predict the possibility to engineer the spectral response in terms of tunable Fano resonances. This
line shape control was experimentally explored together with the group of Ralf Rohlsberger and
Hans-Christian Wille at the PETRA-IIT synchrotron source (DESY, Hamburg). Here, the mea-
sured data is analyzed, shows very good agreement to the theoretical predictions and furthermore
reveals the origin of the cooperative Lamb shift in more detail. In addition, we demonstrate that
the measured Fano resonances allow for the reconstruction of the phase of the nuclear response
to the x-ray beam.

The effect of the magnetic hyperfine structure of the °"Fe nucleus on the reflectance is studied
in chapter[5] A semi-classical approach as well as the quantum optical model is employed for the
description. With the latter theory, we can identify several distinct features in the spectra to stem
from effects induced by the quantum nature of the vacuum, such as spontaneous generation of
coherences. These predictions were confirmed in an experiment at the PETRA-III synchrotron
source together with the Hamburg group and the results explicitly demonstrate the quantum
optical characteristics.

In chapter [6] the theoretical description is extended to cover the complete experimental stage
including detection devices in the time domain. This way, we show that narrowband x-ray pulses
can be delayed due to the light-matter interaction the thin-film cavity. A scheme to generate such
spectrally narrow x-ray pulses from broadband synchrotron radiation with existing technology
is proposed. We utilized this scheme in collaboration with the group of Ralf Réhlsberger in an
experiment at the European Synchrotron Radiation Source (ESRF, Grenoble). The measured
data demonstrates the sub-luminal light propagation in good agreement with the theoretical
predictions and x-ray time delays up to 35 ns are observed. Furthermore, the extended formalism
is employed to provide an alternative point of view of measured spectra in Fourier space.

Up to this point, the theoretical description was limited to a single layer of resonant nuclei and
a single cavity mode. In chapter[7]we extend our quantum optical model to include both multiple
layers and multiple modes. It is shown that these additions enable a quantum optical description
of a setting in thin-film cavities, which was used to realize the phenomenon of electromagnetically
induced transparency [56]. A very good agreement to the predictions of the semi-classical theories
is found.

In chapter [§ a first insight into the physics of thin-film cavities beyond synchrotron-based
experiments is provided. High x-ray field strengths achieved with intense radiation sources
can give rise to non-linear effects and are studied theoretically in two different ways. First,
the stationary observables of an idealized system are studied by solving a Dicke-type model
analytically. In a second approach, a short excitation pulse is considered and emission spectra
for several configurations are computed numerically. This way, a novel control mechanism for
the line shape is discovered.

Finally, the findings of this thesis are summarized in chapter [J] and an outlook on possible
future working directions is presented.



Chapter 2
Background

In this chapter the layout of x-ray thin-film cavities is presented and the general setting encoun-
tered in this thesis is described. Basic features of the cavities, such as its waveguide modes,
as well as the role of Mossbauer nuclei in the system are discussed and the typical observables
of interest are identified. After this, we give a short recap of the quantum optical phenomena
which have been observed in the light-matter interaction between the x-rays and the resonant
nuclei in the cavity in previous experiments. This way, the capability of the thin-film cavities to
constitute a platform for quantum optics in the x-ray domain is highlighted. Furthermore, the
x-rayy sources which are typically employed are briefly discussed, together with their implications
in the related experiments.

We then turn to two frequently used and well established theoretical descriptions of the light-
matter interaction in the cavities: Parratt’s recursive method [75] and the layerformalism [77],
which is implemented in the software package CONUSS [79, 80]. We review these semi-classical
models, discuss their capabilities, but also identify some of their limitations to highlight the
requirement for a full quantum description.

2.1 Description of the system

2.1.1 Thin-film cavity layout & basic properties

A thin-film cavity is formed by a stack of stratified materials in planar geometry. Each of the
layers consists of a particular material with a typical thickness on the order of a few nanometers.
This layered structure can be chosen in such a way that a waveguide or cavity is formed. This
is achieved by combining materials with low electron density (e.g. carbon) in the center of the
structure, and materials with high electron density (e.g. platinum or palladium) at outer layers,
which then act as mirrors. The electron density directly translates into the index of refraction
experienced by the probing x-ray light [77]. The spatial modulation of the refractive index then
leads to reflection of the light at the boundaries, resulting in a waveguide-like or cavity structure.

Due to the small index of refraction variations at x-ray energies, the cavity is typically probed in
grazing incidence, with small incidence angle 6 with respect to the cavity surface, as illustrated
in Fig. This setting leads to total external reflection of the impinging light, whereas for
incidence angles larger than a few mrad the reflection entirely vanishes. This special grazing
incidence geometry represents the (000) Bragg reflection [77], for which a high intensity of the
reflected beam is generally expected. However, it is the stratified nature of the cavity which
renders the angular behavior more comprehensive.

Let us briefly analyze the reflection curve of the thin-film cavity as a function of the inci-
dence angle #. For small angles 6, the reflectance is close to unity due to total reflection. This
is visualized in Fig. a), where the field intensity distribution of the x-rays was calculated
numerically using Maxwell’s equations in an operator-split code on a two-dimensional grid, orig-
inally written by Jorg Evers. The corresponding cavity is formed by a Pt(2.6 nm)/C(7.9 nm)/
Fe(1.5 nm)/C(9.3 nm) /Pt layer system, in which the Pt layers act as waveguide mirrors. Beyond
several mrad, the reflected intensity severely diminishes. However, also for intermediate angles it
is possible for the reflection to vanish, as shown in the field intensity distribution in Fig. b).
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Figure 2.1: Schematic of the setup studied in this work: A thin-film cavity with embedded resonant Moss-
bauer nuclei is probed by hard x-rays, possibly under the influence of a magnetic field. The transmitted
light contains signatures of the quantum mechanical interactions within the sample.

There, the cavity is probed at grazing incidence angle § = 3 mrad, far below the total reflection
edge. The reduced reflection seen in Fig. b) arises since the x-rays can evanescently couple
into the cavity and can propagate in a guided mode until the light is finally fully transmitted
or absorbed by the cavity materials. This resonant coupling into the modes is possible only for
particular resonance angles. In Fig. c) the complete reflection curve is shown for the range
0 < 0 <10 mrad and the features discussed above can be clearly observed. In the cavity ana-
lyzed here guided modes are resonantly driven, e.g, at the incidence angles § =~ 3 mrad, 4.2 mrad
and 5.8 mrad. The field intensity distribution in the cavity for the first three guided modes is
illustrated in the small panels of Fig. c). Due to the multiple reflections at the cavity mirrors,
it is substantially enhanced and visualizes the character of the modes.

Embedding a thin layer of resonant Mossbauer nuclei at the positions of the intensity amplifi-
cations has recently facilitated a platform for observing quantum optical phenomena in the x-ray
regime [50, 52] 56, 68| [59]. But already before this route was developed, the system and related
geometries have been studied in regard of purifying the nuclear reflection of 4-rays. By tuning to
a guided mode resonance, the electronic reflection is suppressed by many orders of magnitude,
and only the narrowband resonant amplitude originating from the resonant nuclei constitutes
the signal. It is then monochromatized on the level of the natural line width of the nuclei and
can be used in a subsequent experiment. In this context, the thin-film cavities were known as
grazing incidence antireflection (GIAR) films [81HS5].

2.1.2 Resonant Mdssbauer nuclei

The recoilless emission or absorption of high energy photons in the x-ray or v-ray regime from
nuclei is known as the Mossbauer effect. It was discovered by Rudolf Mossbauer in 1958 [86] and
was rewarded with the Nobel Prize in Physics three years after. Recoilless emission of 7y quanta is
possible, if the atomic nuclei are situated in a solid state target, such that the whole lattice absorbs
the recoil, for which it is negligible due to its large mass [87]. The tiny line width of Méssbauer
transitions has enabled the field of Mdssbauer spectroscopy [88], which is utilized, e.g., in the
analysis of mineralogical compounds and employed even in extraterrestrial environments [44].
A variant of this method has been used to measure the gravitational redshift predicted by the
theory of general relativity [46, [47], highlighting the significance of the Mossbauer effect in the
field of physics.
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Figure 2.2: (a), (b) The field intensity distribution of x-rays impinging on the thin-film cavity in the
absence of resonant nuclei is visualized. The reflection of the incident light is substantially suppressed
at certain resonance angles, at which the light can resonantly couple into a guided mode in the cavity.
Note that the scaling on the axes is different by several orders of magnitude. (c) The reflection curve
is shown as a function of the x-ray incidence angle 0. Total reflection occurs for small angles. The dips
in the reflection curve indicate resonant excitations of guided modes of the waveguide. The cavity field
distribution of the first three guided modes, shown in the panels on the right, is strongly enhanced. In
the three images of the intensity profiles only in the incidence angle differs. The panels cover a range
of 0.6 mm in horizontal and of 40 nm in vertical direction. The white horizontal lines illustrate the
boundaries of the cavity layers. Parameters are given in the main text.

So far, the waveguide introduced in the previous section has been discussed only in terms of
electronic scattering of the x-rays from the materials of the layer system. For the purpose of
x-ray quantum optics, layers of resonant Mdéssbauer nuclei can be embedded into the cavity in
addition [50] [52] 56 58, [59]. Such layers contain a large ensemble of nuclei, which can coherently
interact with the probing x-ray light entering the waveguide. By carefully choosing the position of
the nuclei inside the layer structure, as well as the resonantly driven mode of the waveguide (see
Fig.[2.2(c)), the interaction between nuclei and the light inside the cavity can be controlled. In
particular, different layers of nuclei can interact in a different way with the same cavity mode [56].
It is the inclusion of resonant nuclei which qualifies the considered system for applications in x-
ray quantum optics. Close to nuclear resonances, the properties of the combined system of cavity
and nuclei lead to a strong polarization and energy dependence of the scattered light.

The archetype Méssbauer transition is found in the ®"Fe isotope with a natural abundance
of = 2%. It features a recoilless transition at wy = 14.4125 keV (A = 1 used here and in the
following) with a line width of only v = 4.66 neV [77]. In this work, we will primarily focus
on this Mdssbauer isotope, however, the theory developed here is as well applicable for other
resonances.

2.1.3 X-ray sources

In order to perform experiments with Mossbauer nuclei, appropriate light sources in the x- or
~-ray regime are required. Historically, the required radiation was obtained from the radioactive
decay of related elements. In his original experiment, Rudolf Méssbauer used the radioactive
element '?1Os, which decayed into an excited state of the Mdssbauer isotope '9'Ir via 3 decay.
The subsequently emitted «-ray photon then matched the Mossbauer transition frequency exactly
and could be used to probe the 9'Ir nuclei in a second sample [86]. Also for the Mossbauer
transition in 5"Fe, the decay of a ®”Co sample can serve as a proper radiation source.

These Mossbauer radioactive sources were recently employed in a number of experiments
on quantum optical phenomena [54] 55, 57, [66, [89] [90], since they provide an unprecedented
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narrowband spectral resolution. Mounting the source on a moving Doppler drive further allows
to tune the frequency of the light. However, drawbacks are the non-deterministic emission of
the photons, their random polarization, a reduced signal rate and poor collimation due to the
emission into all directions (2 = 4m). Additionally, radioactive sources do not exist for all
Mossbauer isotopes.

For this reason, it was suggested in 1974 to instead employ pulsed synchrotron radiation
as a tunable source to probe Mdossbauer transitions, which can overcome many of the obstacles
mentioned above [91]. While photon science at synchrotron facilities was first performed parasitic
to applications in particle physics, today’s 3rd generation synchrotrons, in which undulators
serve as high brilliance radiation sources, exist especially for this purpose. Dedicated nuclear
resonance beamlines have been constructed at the large synchrotron facilities, the APS [92], the
ESRF [93], SPring-8 [94] and PETRA-III [95], and provide x-ray pulses with a brilliance orders
of magnitude higher than radioactive sources and pulse lengths on the order of several 10 ps.
Typical synchrotron radiation is spectrally broad and exceeds the tiny line width of Md&ssbauer
transitions by many order of magnitudes. Hence, in order to obtain spectrally narrow pulses,
sophisticated monochromatization schemes are required. Synchrotron Mossbauer sources with
resolutions in the range of the natural line width have been implemented, e.g., in Refs. [96HI0T].

But also the broadband synchrotron radiation can be used to probe Mossbauer resonances:
Resonant nuclear scattering in forward direction constitutes the time-domain counterpart to the
traditional Mossbauer spectroscopy [49,[102]. Due to the tiny line width of Mossbauer transitions,
their characteristic emission time is very long compared to the time range in which the electronic
dynamics takes place. For the Mossbauer isotope *"Fe, e.g., the life time is 1/ = 141 ns. Thus,
the prompt electronic response after an excitation with a short synchrotron pulse can be well
separated from the nuclear signal, which then contains the desired information on the sample in
its time spectra. A variant of this technique is known as the nuclear lighthouse effect, in which
a rotating sample is used to map the time signal to an angular scale [T03HI05].

In the future novel light sources based on the concept of free-electron lasers [I1] are expected
to further enrich the variety of Mossbauer science and could in particular enable the step to non-
linear interactions [7]. In this work, however, we will primarily focus on scenarios performed at
synchrotron radiation sources, only in Chap. [§|the influence of much higher intensities is studied.
In synchrotron experiments, the photon occupation of the modes resonant with the narrow line
width of ®"Fe is usually low, such that each synchrotron pulse typically provides less than one
resonant photon on average. Hence, postselection via the detector counts effectively corresponds
to single photon realizations [7} [52] [106], [107].

2.1.4 Experiments with relation to quantum optics

During the excitation of a homogeneous target of resonant nuclei with a synchrotron pulse with
wave vector k, not a single nucleus will be excited, but rather the spatially coherent superposition

N
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in which the excitation is shared amongst the nuclei [51) [[08]. The state |¢) is known as nu-
clear exciton [51] [109], whereas in the quantum optical context it is known as the timed Dicke
state [I10]. This state has the property that it emits a photon in forward direction upon de-
excitation, and hence this constitutes the nuclear forward scattering (NFS) setting. The decay,
however, contains a complicated time behavior and does not follow a simple exponential de-
cay. The reason for this is that the superposition given above is not a radiative eigenstate of
the system [51), TTIHIT3] and the emission characteristics of different coupled eigenstates are
superimposed.

However, probing the resonant nuclei in the cavity setting introduced above, the excited state
is also an radiative eigenstate, which then features an exponential decay. This was observed
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Figure 2.3: In the EIT scenario from Ref. [56] one resonant layer (“|2)”) is located at the field node of
the driven mode, a second layer (“|3)”) is placed at the anti-node. Only the nuclei in the second layer
are directly probed by an external field and are subjected to superradiance. An effective level scheme
illustrating the interpretation of Ref. [56] is shown at the right hand side. The thicknesses of the lines
denote the relative strength of the couplings. The formed system is equivalent to an EIT setting [116].
Notation adapted from Ref. [56].

by the group of Ralf Rohlsberger in the pioneering experiment described in Ref. [52], where
a single layer of ®"Fe nuclei was embedded in a thin-film cavity. Interestingly, the decay rate
did not match the natural line width of a single nucleus, but was substantially increased due
to superradiance. Next to this cooperative phenomenon, the Purcell effect [I14], which is the
modification of the emission rate of nuclei due to the cavity environment, could further increase
the line broadening observed in the experiment.

The decay rate of the timed Dicke state is predicted to be complex-valued and its imagi-
nary part corresponds to a shift of the resonance energy. This is known as the collective Lamb
shift [IT0], since it stems from the emission and absorption of virtual photons in the atomic en-
semble. The cooperative shift for the 5"Fe nuclei was measured in the same experiment (Ref. [52])
by considering the spectral instead of the time resolved properties. Only after this observation
of the collective Lamb shift, the effect could also be observed in the visible regime [I15]. In the
x-ray cavity setting the superradiant amplification and the magnitude of the Lamb shift sensi-
tively depends on the cavity field intensities at the position of the resonant nuclei. By placing
the material at the anti-node of the field intensity, a pronounced superradiance and Lamb shift
is observed. The reason for this is that, figuratively spoken, the virtual photons emitted and
reabsorbed by the nuclear ensemble can well transmitted via the cavity mode.

In a further experiment performed by the group of Ralf Réhlsberger, this targeted placement of
resonant layers in the cavity was explicitly exploited [56]. Instead of a single thin resonant layer,
two particularly placed layers of °"Fe nuclei were embedded in the cavity. With the upper layer
located at a field node and the lower one at an anti-node, it was possible to observe a distinct
minimum in the center of the spectrum. This could be explained in terms of the phenomenon of
electromagnetically induced transparency (EIT) [I16] [117]. The interpretation given in Ref. [56]
is depicted in Fig. and explained in the following: Since one of the layers is placed in the
field anti-node, the collective excited state of nuclei in this layer (“|3)”) is subjected to a high
intensity of the cavity mode field and thus is strongly coupled to the ground state (“|1)”) via the
x-ray pulse with strength 2p. The nuclei located in the second layer, placed at the cavity field
node, are not driven directly. However, due to radiative couplings in the cavity, the two collective
excited states of the two respective layers are mutually coupled via the rate Q¢c. At the same
time, the excited state in the node layer decays only with its natural line width v5 = ~, while
the nuclei in the anti-node are subjected to superradiant enhancement, such that 3 > . This
way, a system equivalent to a standard EIT setting is realized, for which the central minimum
in the spectrum is a key observable [116].

This experiment formed the first realization of EIT in the hard x-ray regime. Remarkably,
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the experiment could be conducted with only a single driving field, which was provided by the
synchrotron beam, whereas in standard EIT settings two coherent light sources are required. In
the cavity setting, though, this second field is intrinsically provided via an intra-cavity coupling
between the states in the two °“Fe layers. Since EIT is related to lots of important phenomena
such as creating slow light pulses [I18], rendering a medium transparent on demand [119], and is
assisted by huge optical non-linearities [I20H122], the single photon realization of EIT might be
a powerful tool to transfer the applications known from quantum optics in the visible regime to
the x-ray domain. At the same time, this technique could of course be ported back to the visible
regime in order to realize EIT related phenomena in an even broader class of systems.

The two experiments employing 5“Fe in thin-film cavities discussed above highlight that these
cavities can form a platform for quantum optics in the x-ray domain. However, a complete
theoretical description of the processes in the language of quantum optics is still lacking. Instead,
semi-classical methods have been employed so far to model the experiments. In the next section,
an introduction to two of these models will be given.

2.2 Existing semi-classical theories

2.2.1 Parratt’s formalism

A well-established theoretical method to describe the reflection of x-rays from solid state targets
was developed by Lyman G. Parratt [75]. While it was first employed in the study of surfaces,
it was later also recognized that layered materials such as thin-film cavities can be described
with this technique [81, 82, 123]. The method is based on the basic Fresnel reflection and
transmission coefficients at the boundaries of the different materials occurring in the layer stack,
which are self-consistently employed such that the reflection is described in all orders. The
Fresnel coefficients are obtained from solving Maxwell’s equations and for their calculation only
the complex refractive indices as well as the x-ray frequency and the incidence angle are required.

With Parratt’s formalism it is possible to calculate reflection curves as a function of the
incidence angle. As we have seen before, this type of curve reveals the position of the guided
modes in the waveguide via deep reflection minima. Also, it is possible to use the formalism
to compute the field distribution inside the waveguide or cavity system [123]. However, it is
not restricted to these cases. In this work we are primary interested in the case where resonant
nuclei, i.e. “Fe atoms, are embedded in the layer system and modify the reflection as a function
of the x-ray frequency. In fact, also this situation can be studied with Parratt’s formalism. The
transitions in the near-resonantly probed nuclei can be characterized via frequency dependent
scattering amplitudes. Since the scattering amplitude is directly connected to the refractive
index [77], the effect of the nuclei can straightforwardly be included in Parratt’s formalism.

The predictions obtained from this formalism can be expected to serve as a benchmark for other
theories, since it has proven to agree extremely well with experiments. Nevertheless, we want to
emphasize that this method can be considered to be only a semi-classical one. The description
of scattering amplitudes dates back to the origin of the development of quantum mechanics.
The so-called Kramers-Heisenberg formula for the scattering of light at atomic resonances was
published already in 1925 [124] and later extended to also include the finite lifetime of the atomic
states [125]. However, in all cases the radiation field was solely treated classically and therefore,
using Parratt’s formalism, the processes in our considered cavity cannot fully be interpreted in
the language of modern quantum mechanics.

Derivation of the cavity reflectance

In the following the essential expressions of Parratt’s method will be derived.
Let us start by considering a stack of three materials with refractive indices ni, ny and ng
as sketched in Fig. The bottom layer is considered to be infinitively thick, such that it

10
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Figure 2.4: Reflection and transmission at a layer boundary. The Fresnel coefficients for reflection and
transmission are denoted by r and t, respectively. The materials have the refractive indices ni, ne and
ns. The thickness of centered layer is da.

only absorbs radiation and no intensity enters from below. We assume that x-rays impinge from
material 1 onto the surface of the second layer and want to calculate the total reflection rate.
This can be done by noting that the total rate can be written as a sum over infinitely many
paths. The simplest one is a direct reflection on the surface, parametrized with the Fresnel
reflection coefficient r15. In the second possible path the light is transmitted into material 2
(“t127), reflected at the boundary to layer 3 (“ra3”) and finally transmitted into the topmost
material (“t21”). But additionally, during the propagation of the light in layer 2, it accumulates
a phase ¢o twice and hence the path amplitude is modified by exp (2i¢2). High order reflections
can be defined analogously.

Summing up all contributions, one obtains for the reflection coefficient including multiple
reflections

/ 24 47
Tl = T12 + tiaraste1€2?? + tiarosrorTastar e + ..

Tt £or 2102 EOO:( 2ida )k + t1oTostsr €% (2.2)
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Applying the relations r%Q + t1oto1 = 1 and r9; = —ryo valid for the Fresnel coefficients, we find
719 + Toge2i®2
Py = 22 (2.3)

1+ 71ar93€%i92

This reflection coefficient is only valid at the bottom of the cavity, since for other layers the
possible multiple reflections are not taken into account yet. However, Eq. can easily be
utilized for generalization in a recursive fashion, as we will show in the following. Let us assume
that our cavity consists of M layers, where the layer M is infinitely thick. Then from Eq.
we know the full reflection coefficient at the boundary between layers M — 2 and M — 1

Yiar_
TM—2M—1 + Ta—1, €2 P

14+ rar—o m—17m—1 pmeXiom-1

7“;\/1—2,1\/1—1 = (2.4)
If we now want to calculate the full reflection amplitude between the next upper set of layers,
M — 3 and M — 2, we can employ the same formula, but with the plain reflection coefficient
7r—2,m—1 replaced with that including multiple reflections, 7%, 5 5, ;. This procedure can be
applied recursively, until the topmost layer is reached. The recursion relation, which is the key
of Parratt’s formalism, reads [75] [82]
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In addition to the cavity layers 1 to M, we artificially include a “vacuum layer” with refractive
index n = 1 and with layer index m = 0 in the scheme. Then, the reflection coefficient of the
whole cavity is given by

R=r(, . (2.6)

Next, we want to give the explicit formulas for the accumulated phases ¢,, and the Fresnel
coefficients. For this we note that in the hard x-ray regime, the refractive index is typically
written as [77]

where § and § are small real numbers. The reason behind this is that the frequencies of hard
x-rays are typically well beyond any resonances, and electrons or dipoles in the material cannot
follow the fast oscillations of the radiation field [126]. Therefore, the dielectric susceptibility is
close to zero and determined by the off-resonant tails of the resonances at lower frequencies. The
refractive index of a material can be computed, e.g., with the XxrAYLIB-library [127].

With the refractive index at hand, we can now express the wave vector k inside the different
materials. We define our coordinate system such that the surface normal of the cavity is aligned
along z-direction. Maxwell’s equations imply continuity of the wave vector along x- and y-
component, hence we find for the transverse component in material m

K = (k) — (k2 — k2) | (2.8)

where k is the wave vector of the incident radiation in vacuum, k, = ksin(6) is its z-component,
0 the incidence angle and n,, is the refractive index of the material. From this, the Fresnel
coefficient for the reflection can be obtained as

k‘gml) _ k§MQ)

Tmy,ma = k‘gml) N kgmz) . (29)
Finally, the extra phase accumulated during propagation through material m is given by
Om = kM dy (2.10)

where d,,, is the thickness of the layer.

Inclusion of the resonant nuclei

With the formulas presented so far it is possible to calculate the angular dependent reflection
curves for arbitrary cavity geometries. However, we are not yet able to also include the effect of
the resonant nuclei. For this, we have to modify the refractive index and include the nuclear scat-
tering amplitude [77]. Neglecting magnetic splitting and polarization dependence, the refractive
index with the nuclear scattering amplitude of ®"Fe can be written as [52, 56 [77]

pn  fim 2. +1 1
21—

—1-6+if—
1o +if B 2(0+a)2l,+1 28/y +i

(2.11)
where py = 83.18 nm 3 is the nuclear density in a-iron, kg = 73.039 nm~! the wave vector of
the transition in ®"Fe, fry ~ 0.8 the Lamb-Méssbauer factor, a = 8.56 the factor of internal
conversion, I, = 3/2 [I; = 1/2] the spins of the nuclear excited [ground] state, v = 4.66 neV
is the transition width of the resonance and A = w — wy is the photon detuning from the
transition energy wo = 14.4125 keV [49] [77]. Note that in Eq. we adjusted the sign of
the nuclear contribution for consistent notation. With our choice, the imaginary part is, like
the electronic contribution in 3, positive. Also, in contrast to the grazing incidence theories in
Refs. [52] 56, [77], the denominator in Eq. contains k3 instead of k§ sin(6), since the effect
of the small incidence angle is already covered within the Parratt formalism.

12
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2.2.2 Layerformalism

While Parratt’s formalism gives accurate results for the reflection curves or simple spectra of
nuclei embedded in thin-film cavities, it is not possible to treat arbitrary polarization directions,
magnetic hyperfine or quadrupole splittings in the iron layer with the formulas given above.
For these situations a self-consistent theory including multiple scattering to all orders has been
developed. Instead of using a single scalar field amplitude to describe the intensity profile in the
cavity, it is based on multidimensional vectors, containing the amplitudes for different scattering
channels or polarizations. Since so-called layer matrices connect amplitude vectors at the different
layer boundaries, we will denote this theory “layerformalism” throughout this work.

Below a brief introduction to the formalism is given, a detailed description can be found
elsewhere [77]. Since this theoretical method allows to include a multitude of possible distortions
like material roughness at the layer boundaries, and a vast range of effects, such as magnetic
field distributions, it could be successfully used to model several experimental settings, such as in
studies on magnetism in nanoscale materials [I28HI30]. Important for this work is the study in
grazing incidence. The theory for this setting was developed in Ref. [76] and a numerical variant
has been implemented in the software package coNuss [79] [80]. Since the theoretical predictions
have proven to agree extremely well with several experiments [52] 56, [128H131], CONUSS can be
considered as a benchmark for other theory descriptions of the reflection from thin-film cavities
with resonant nuclei.

In the following we restrict to the frequent setting without any magnetic splitting, incidence
angles where cavity modes are driven resonantly, i.e. no electronic reflection occurs, and to a thin
resonant layer. It was shown in Refs. [52] and [56] that in this case an analytic treatment of the
reflection amplitude is possible. Here we will review this calculation with the aim to introduce
the basic ideas and the capabilities of the layerformalism.

Reflectance for one resonant layer

The cavity layout with the notation used in the following is sketched in Fig. An x-ray beam
with wave vector kg impinges on the cavity surface under an incidence angle 6. The cavity
consists of multiple layers and has the total thickness D. A single resonant iron layer at depth
zpe will be included later. We denote A(z) = (A4 (z), A_(2))T as the field amplitude at position
z, where A, and A_ are the transmitted and reflected parts, respectively. Note that we do
not include any polarization dependence here, since our sample is not magnetized and hence no
polarization rotation will take place. Otherwise, the field amplitude vector ff(z) would consist
of twice as many components to take into account the 2-dimensional polarization basis for each
scattering channel.

The reflection coefficient is given by the ratio of the incident and the reflected field strength
at the cavity surface.

A

Ay(0)
Note that in an experiment the reflectance |R|? is usually measured. The amplitude in depth z
is related to the surface amplitude A(0) via

o-soto- () E)(EE). e

R

(2.12)

Here L(z) is a matrix product of contributions from the individual layers. For each layer i
we can define the layer matrix L;, which connects the field amplitude vectors at its two layer
boundaries. The quantities Lqp(2) denote the scattering rates from channel b to a at position z
in the respective layer. The layer matrix is calculated as L;(z) = ¢Fi# where F is the so-called
propagation matrix and contains the scattering amplitudes and refractive indices of the material.
Hence, the physics of the light-matter interaction is contained in the propagation matrices.
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Figure 2.5: Schematic of a layer system with one resonant layer at depth zre. A4(z) and A_(z) denote
the transmitted and reflected field amplitudes at depth z, respectively.

For now we do not take into account the resonant nuclei in the thin 5"Fe layer, and only
consider the electronic reflection Ry. From Eq. (2.13) we find

_A(0) _ _ A(D)L_1 (D)~ A_(D)Ly((D)
Ry = A (0) A (D)L__(D)—-A_(D)Ly_ (D)’ (2.14)

With the constraint that no field enters from below, i.e. A_(D) = 0, we thus obtain

Let us now include the ®"Fe nuclei in our analysis. We assume the iron layer has thickness d
and is located around position zg, in the cavity. Since the layer is thin, we can expand its layer
matrix

LFe(d) = exp (ZFFed) ~1+ iFFed . (216)

While in the absence of resonant nuclei the field amplitudes at the surface and the bottom of
the cavity were related by the product of layer matrices L(D), the relation is now augmented to

A(D) = L(D)[L™*(2re) Lre(d) L(2r.)] A(0)
~ L(D)[1 +idL ™" (2pe) FreL(2re)] A(0) - (2.17)

Now we will turn to the propagation matrix F'g, of the resonant layer. It can be written as

([ I~n I
Fr. = <_fN _fN) : (2.18)

where fy denotes the nuclear scattering amplitude, which is characterized by the nuclear res-
onances. Generally, the propagation matrix further contains electronic scattering contributions
and the phase shift due to free propagation on the diagonals. For an ultrathin layer, however,
these terms can be neglected due to the dominant effect of the nuclear scattering amplitudes.
Since we do not consider a medium magnetization, 5"Fe features only a single transition and the
scattering amplitude is given by the Lorentzian

Jfo

A+iL’

In= (2.19)
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where A = w — wy is the detuning between the photon and the transition energy, v is the
transition width of the nuclear resonance and fy is an uninteresting prefactor.

With the nuclear scattering amplitude at hand, we can now evaluate the reflection coefficient.
To this end, we again use that A_(D) vanishes, since no field enters from below the cavity.
Additionally, we now employ that we operate the cavity at an incidence angle where a guided
mode is driven and no electronic reflection occurs. This can be expressed by setting Ry, which
was found in Eq. to zero. In turn, this implies L_4 (D) = 0. Finally, we use that
Ly y(zpe)L__(2me) — Ly—(2re)L_+(2re) = det(L(zre)) = 1. This can be seen by noting that
det(exp(F')) = exp(tr(F')) and that the trace of the propagation matrices vanishes, c.f. Eq. (2:18).
In the notation of Ref. [52], this gives rise to the reflection coefficient

.d 2
R= % (2.20)
S idpq
with the field amplitude constants at depth zg,.
p=Lii(zre) + L1 (2rc) , (2:21)
q= L+_(ZFC) + L__(ZFC) . (2.22)
Inserting the nuclear scattering amplitude from Eq. (2.19]), we can rewrite the expression as
.d 2
Rp—__ dfop (2.23)

A+i3 —idfopg

From this form it can be seen that the shape of the reflectance is Lorentz-like. Compared to
the single-nucleus resonance, the line profile is broadened (“Re(pq)”) and shifted in frequency
(“Im(pq)”). These are exactly the effects which have been observed in Ref. [52], where a super-
radiant broadening and a cooperative Lamb shift was measured for the spectrum, as discussed
in Sec. 2141

From the analysis above it becomes visible that analytical expressions for the reflectance can be
obtained from the layerformalism. This provides the basis to describe the form of the spectra and
allows for a certain interpretation. However, the expression calculated in Eq. lacks some
information. For example, it is unclear what the relation between superradiance and collective
Lamb shift is. They are both related to the field amplitude product pg, but Eq. does not
provide insights which could be used to specifically engineer a cavity in which one or the other
effect dominates. Instead, this question can only be tackled with plain numerical simulations.
Also, it would be desirable if some more microscopic insight could be gained from a theoretical
description, i.e. in which way do the nuclei talk to each other in the sense that they exhibit
collective behavior. Hence, an additional model based on quantum mechanical principles is well
worth to be developed, such that the nuclear scattering in thin-film cavities can be understood
from a more fundamental point of view. As a matter of course, even more questions will come
up if more involved situations are considered. This covers the magnetization of the resonant
layers such that different Zeeman sublevels are driven [50], incidence angles not being restricted
to guided mode positions where the electronic reflection vanishes [58], or cavity layouts with
multiple resonant layers [56].

Reflectance for two resonant layers

In the case of two resonant layers, the cavity is known to exhibit EIT-like spectra in the re-
flectance as discussed in Sec. This was shown experimentally and confirmed theoretically
by employing the layerformalism [56]. Similar to Eq. , the situation with two thin resonant
layers at positions z; and zo with respective thicknesses d; and ds, can be described with the
layerformalism by relating the field amplitude vectors at different positions as

A(D) = L(D)[L7 (22) (1 + idi Fr)) L(20)] [L7" (1) (1 + i Fpo) L(=0)] A(0) . (2.24)
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Let us now restrict to the EIT-case discussed in Ref. [56]. There, the positions of the layers are
chosen such that the one closer to the surface is placed in a node of the cavity field, whereas the
second layer is located at an anti-node. Assuming that the field intensity at the first resonant
layer vanishes, one arrives at [50]

—ida fnEo_ 4
R= - 2.25
1 +idyfnEo—— —dida fR E14—FEay (2.25)
_ —ida foEa—y (A+1i2) (2.26)

(A+i3) (A+i +idafoFa_) —didafgEry_FEo_ |~

where F,.. are expressions involving field amplitudes at layer a. This result for the reflectance
resembles an EIT-like spectrum [I16], and the setup thus forms a system equivalent to the EIT
case well known from the visible frequency regime.

Again, this analysis reveals that the layerformalism is capable of describing scenarios analyti-
cally. But the same restrictions as mentioned above hold and a complete microscopic insight to
the processes in the cavity cannot be obtained from this theoretical model.

Finally, we want to stress that both the Parratt formalism and simulations performed with
CONUSS, based on the layerformalism, yield identical results for reflection curves and spectra in
the respective limits, and reproduce experimentally obtained data extremely well. Both formal-
ism therefore ought to be considered as benchmarks for new theories. Apart from effects formed
by a distorted electromagnetically environment or advanced material properties such as isomer
shifts, the theories do not contain any adjustable parameters. On the other hand, the quantum
description, which we will develop in the next chapter, will contain several coupling parameters.
Generally, these coefficients need to be determined for each cavity geometry and cannot be cal-
culated from scratch. Rather, the parameters need to be obtained by fitting the expressions of
the quantum theory to the data obtained from the established self-consistent theories discussed
above. In this sense, both types of theories are crucial for the accurate modeling and the full
understanding of nuclear reflection from thin-film cavities.
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Chapter 3

Quantum Optical Description

In this chapter, we ab initio develop a quantum optical framework for the modeling of large
ensembles of nuclei embedded in thin-film cavities and probed in grazing incidence by hard x-
rays. We start with the derivation of a master equation for the ensemble of nuclei coupled to
the quantized cavity modes and include all magnetic sublevels, such that arbitrary alignments
of the magnetization as well as the input- and output polarization can be analyzed. This way, a
description for general purposes is obtained. In contrast to the existing approaches introduced in
Sec. [2:2] the model encompasses non-linear and quantum effects, which could become accessible
in future experiments.

Motivated by the present experimental state-of-the-art, we specialize to the case of lossy cavi-
ties and linear response. This allows us to derive analytic solutions by adiabatically eliminating
the cavity modes and by characterizing the large ensemble of nuclei using just a few many-
body quantum states. The corresponding master equation allows to fully identify and interpret
all physical mechanisms contributing to the obtained results. We illustrate our framework by
analyzing the archetype scenario of current experimental interest, which is the setting of a single
unmagnetized layer of ®"Fe nuclei placed in the center of an x-ray cavity. Consistent with recent
experimental results, our analysis predicts cooperative Lamb shifts and superradiance.

We find that our approach yields analytically equivalent results to established models in the
respective limits. But it goes beyond the existing approaches by opening perspectives for the
engineering of advanced quantum optical schemes in the hard x-ray regime. It enables the
generalization to cases in which the quantum nature of the x-ray light is of relevance as, e.g., in
quantum information theory. Moreover, it can cover situations in which the light source delivers
many resonant photons per shot, such that non-linear effects become crucial, and offers full
interpretation in terms of the involved physical processes.

3.1 Theoretical model

3.1.1 Cavity

The system we investigate is a thin-film cavity probed by hard x-rays as introduced in Sec.
On one hand, the probing incident light indicated by the field ai, in Fig. [3:I] can be reflected
from the layer structure, with outgoing light indicated by photon operator a,y;. On the other
hand, the layer structure can be chosen in such a way that a cavity or waveguide is formed for the
probing light. In this case, the probing light in addition can evanescently couple into waveguide
modes, and eventually exit the layer structure to the side, as indicated by the photon operator
bout in Fig. As already pointed out in Sec. the incident x-ray beam can resonantly couple
to waveguide modes inside the cavity at particular values for the angle of incidence 6.

It is instructive to characterize these modes in terms of the resonant cavity wave vector kc.
First, we note that the external x-ray field with frequency w and wave vector k can be divided
into components k, = |k|sin(f) perpendicular and k, = |k| cos(6) parallel to the surface. In order
to satisfy the continuity relations of Maxwell’s equations at boundaries, the parallel components
koo inside and k, outside the cavity must be identical. In contrast, the perpendicular component
ke of the mode is determined by parameters of the cavity such as the thickness of the layers and
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CHAPTER 3: QUANTUM OPTICAL DESCRIPTION

Figure 3.1: Schematic of the considered setup. The cavity contains a layer of resonant nuclei as indicated
in the inset. It is probed by hard x-rays (red lines, ai,) with propagation direction k. The angle of
incidence 0 is of the order of a few mrad. The incident polarization in the (@1, a2) plane (blue) together
with the alignment of the magnetization Bn¢ of the nuclei (green) sensitively determine the properties
of the scattered light. Both, light reflected from the cavity (aout) at output angle 6 and light exiting the
cavity on the front side (bout) are considered.

the refractive indices and the order of the guided mode [132}[133]. This means the cavity exhibits
resonances only in the direction perpendicular to the surface, while the parallel components of
total resonance wave vector can be chosen freely.

In this chapter we will restrict the discussion to only one guided mode and assume, without
loss of generality, that its resonance condition for ko, is fulfilled if an x-ray beam with the
resonance frequency of the ®"Fe transition wg = ¢ - kg impinges on the layer surface under an
angle of incidence 6. In this case ko, = ko, = kosin(fy) and kcy = kog, and we find that
the cavity mode is resonantly driven. If the angle of incidence is varied from 6y to a general
angle 6, the perpendicular mode component k¢, is still fixed by the same resonance condition
kc. = kosin(p) of the waveguide mode, while ke, = |k|cos(d) can freely vary with 0. In other
words, the mode of interest is not only characterized by cavity parameters, but also by the
incident beam. For the total wave vector of the resonant cavity mode, this yields

k| =/ [KI2 cos (6)? + K sin (6)” . (3.1)

We now continue with the derivation of the Hamiltonian for this mode in the cavity and its
driving due to the external field. In a first step, we do not yet take into account any polarization
dependence. In the Schrédinger picture the Hamiltonian reads [I, [134H138]

H](V}g) =weata +iv2kp (aine_i“tcff — afknei‘“ta) . (3.2)

1

Here a [af] is the photon annihilation [creation] operator for the field in the cavity, ai, charac-
terizes the driving of the cavity mode by the external classical x-ray field with frequency w, the
coupling strength into the cavity mode is denoted by kg and we = ¢- |k¢| is the mode resonance
frequency. In a next step we transform the system into an interaction picture to eliminate the
explicit time dependence in the Hamiltonian. We apply the unitary transformation

oy = Ut e®) (3.3)
given by
U = exp(—iHrt),

Hr =wala,
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3.1 THEORETICAL MODEL

and obtain the perturbation Hamiltonian in the interaction picture
HYY =UTHJU - Hy
= Aca'a+iv2kg (ama’ —af,a) . (3.6)

Here we introduced the cavity detuning A¢ = we — w. For a small angular deviation Af =
0 — 6y < 1 from the resonant incident angle 6y and w ~ wg we find from Eq. (3.1)

Ao = \/w2 cos (6 + A9)2 + w2 sin (60)> —w
~ —whyAf | (3.7)

such that the detuning is proportional to the incidence angle and the frequency of the incident
light.

Now we generalize this Hamiltonian to the case including polarization. We denote the beam
propagation direction as IAc, where the “hat” indicates a normalized unit vector. Since 6y < 1,
the direction of the incident, reflected and transmitted beam can be considered as equal, parallel
to k. As a consequence, their respective polarizations @iy, Gout and 130ut are located in the plane
defined by the layer surface normal @, and as = a; X k. Including both these polarizations as

different modes a; and as in our calculation, the Hamiltonian in the interaction picture becomes
Hy = Acar’ar + Acas'as
+1ivV2kR [(&’I-&in) ainai —(ai,-a1) ai*nal}

+ V20 |(@5-an) anal — (@],-82) ayas)| - (3.8)

Here, (@;-a;) are scalar products between two different polarization unit vectors.

Next to the coherent dynamics described by Eq. , also incoherent processes need to be
considered. This is particular important as in typical experiments, the cavity has a relatively
low @ factor [52]. It is important to note that incoherent processes such as spontaneous emis-
sion evolve a pure quantum mechanical state into an incoherent mixture of states, which cannot
be described using a wave function. Therefore, we include incoherent processes using the mas-
ter equation approach [II, 139, 140] for the system’s density matrix p. In this framework, the
governing equation replacing the usual Schrodinger equation is

2P = —iuH,pl+Llp] (3.9)

where the commutator part [, -] characterizes the coherent evolution by the Hamiltonian H, and
the Lindblad operator £[p] models incoherent processes. For arbitrary operators OF and O~ a
contribution to the latter can be defined as

Llp,0%,07] = (0TO0 p+pOtO~ =207 pO") . (3.10)

With this definition, the photon loss out of modes a; and as can be written as [134H136), 139, [141]
Lylp) =— K Lp, a];, a1] — & Lp, ag, as] . (3.11)

Note that cavity loss in the present framework not only arises due to incoherent scattering
or absorption in the layer structure, but also by outcoupling of the cavity field into the modes
characterizing reflectance and transmittance. The total rate x contains all of these loss processes.

In the absence of nuclei, L[p] = Lar[p]. With nuclei embedded in the cavity, further incoherent
processes associated with the nuclei arise, which we discuss in Sec.
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CHAPTER 3: QUANTUM OPTICAL DESCRIPTION

3.1.2 Input-output relations

In an experiment not the internal modes in the cavity, but the reflected (aoyut) or transmitted
beams (boyt) are observed. These output field operators can be calculated using the input-output
formalism [142] [T43]. Assuming polarization-sensitive detection with detector polarization @qyt
they read

Qout = Qin (dout dln)
+ V26R [(Ggu-@1) a1 + (gue@2) az] (3.12)
bout = V2KT [(azut~&1) a1 + (déut-&g) CLQ] . (313)

Note that the transmission b, only receives contributions originating from the modes a1 and as
inside the cavity, while aq,t also contains the part of the incident light a;, directly reflected from
the cavity. The coupling constant ki in Egs. and is equal to the corresponding one
in Eq. , as both describe the coupling between the same internal and external modes. This
parameter can be controlled by changing, e.g. the thickness of the topmost layer, see Sec.
Further, we note that x > kg + K, because the cavity is not only damped by coupling into
the outgoing modes, but also by internal loss, as discussed below Eq. . This condition is
crucial for fulfilling the energy conservation.

3.1.3 Observables

To guide the further analysis, it is useful to consider possible observables accessible in a typ-
ical experiment. These are primarily the reflectance (scattering into aoyt in Fig. and the
transmittance (scattering into bey; in Fig. . With the output field operators introduced in
Sec. at hand, one can readily calculate the reflection and transmission coefficient as [137]

_ <a0ut>

R= ot (3.14)
_ <bout>

T = — (3.15)

Note that in current experiments, the reflected (transmitted) intensity |R|? (|T'|?) is measured,
since phase information is often not accessible. By making use of an interferometric setup, also
phase information could be retrieved. We emphasize that the definitions for the observables pre-
sented above are only valid in the linear regime, realized in current experiments with synchrotron
radiation. A generalized discussion of the reflectance beyond the linear regime will be given in
Chap. [§

Another observable of interest which can easily be accessed with the formalism developed here
is the photon correlation function [144HI146]

4 (r) = (06000 (7)ot ()0 (0)) (3.16)

<alut out)?

It can be used to determine the photon statistics (at 7 = 0) as a function of any parameter or,
if the operators are evaluated at different times (7 # 0), photon (anti-)bunching [145], [146]. This
way, quantum properties of the scattered light can be accessed. It should be noted that Eq.
characterizes temporal correlations between individual photons along the propagation direction
of the scattered light, rather than spatial correlations in a transverse cross section through the
propagating beam.

In this work we will focus on the reflectance |R|? calculated with Eq. since it is of interest
in current experiments.
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Figure 3.2: The Mdssbauer transition in ®“Fe. In the presence of a magnetic hyperfine field the two
levels split up and six M1 transitions can be driven.

3.1.4 Inclusion of the resonant nuclei

So far, we formulated the equations for an empty cavity. Next, we include the resonant nuclei
and focus on the most frequently used archetype Mossbauer isotope °“Fe, for which the level
scheme is illustrated in Fig. This isotope features a transition from the ground state to
the first excited state at wy = 14.4 keV with single-nucleus line width v = 4.7 neV. In the
absence of magnetic fields, it acts as a two-level system. In the presence of magnetic fields, the
ground and excited states with I, = 1/2 and I. = 3/2 split into multiplets shown in Fig. In
general, six different transitions between ground and excited states are possible. Note that the
considered transition is a magnetic dipole (M1) transition. Since the polarization vectors of the
radiation are typically given in terms of the electric field component, we also chose this notation
for consistency. However, at the same time this means that the transition axes in the nuclei
should be redefined accordingly. An alternate way would be to identify the polarization vectors
with the magnetic component of the radiation. We furthermore specialize to the case of a single
layer of nuclei, which we place at a maximum of the field intensity distribution of the cavity,
in order to maximize the nucleus-field interaction. For the first guided mode, this maximum is
approximately located in the center of the cavity, as seen from Fig. c).

But before we consider the general case with a magnetic hyperfine splitting, let us first con-
sider the simplest case of a single two-level nucleus with ground state |g), excited state |e) and
transition energy wy = w. — wy and only one cavity mode a. This amounts to omitting the
polarization dependence in this first step. In the Schrédinger picture the free time evolution of
the nucleus and its coupling to the cavity mode in rotating wave approximation can be written
as [1]

S *
Hz(v) = wy|g){(g] + wele)(e] + gSia+g*a’S_ . (3.17)
Here S} = |e)(g| and S_ = |g)(e| denote the nuclear raising and lowering operators, respectively,

and ¢ is the coupling constant between the mode a and the nucleus. Note that effects beyond
the rotating-wave-approximation could be included in Eq. by means of a unitary transfor-
mation as discussed in Refs. [T11], [112], which would lead to corrections to the coupling constant
g and to the transition energy w. — wy. Since these parameters are typically obtained by fitting
the quantum optical model to experimental or numerical data, these corrections are assumed
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CHAPTER 3: QUANTUM OPTICAL DESCRIPTION

Table 3.1: Overview of the M1 allowed transitions in the 5"Fe nucleus with transition index p. Shown
are the involved states, the transition energy AF relative to the energy at vanishing magnetization wo,
the Clebsch-Gordan coefficient ¢, and the polarization type. Linear polarization is denoted by 79, right
(left) circular polarization as o© (o7).

1 Transition AE Cu Polarization
1 lg1) < le1) —04/2 — 3/26, 1 o~
2 l91) ¢+ lea)  —04/2—1/26.  /2/3 0
3 lg1) < |es) —04/2 +1/26, 1/3 ot
4 lg2) < |e2) 6g/2—1/26.  /1/3 o~
5 lg2) <> |es) 0g/2+1/20, 2/3 0
6 |gg>(—> |€4> (59/2+3/2(5e 1 ot

to be already included in the respective quantities. In order to transform the Hamiltonian for
both the nuclei and the cavity modes into an time-independent interaction picture we alter the
transformation from Eq. (3.5) to

Hr = wala +w,lg)(g] + (@, +w)le)e] (3.18)
This yields
HI(\P = —Ale){e| +gSia+ g a'S_ . (3.19)

Here, we defined the detuning A = w — wy as the energy difference between the external x-ray
field and the bare transition energy of the nucleus.

Now we will continue with the general case including a possible magnetic hyperfine splitting
caused by a field Bys. When a ferromagnetically ordered layer of a-iron is placed in the cavity,
already a relatively weak external field can align a strong internal magnetization of ~ 33 T,
resulting in a level splitting of several line widths . The energy difference between two adjacent
ground (excited) sub-states is denoted by d, (d¢) in the following. For B ~ 33 T the values of J,
and . are 39.7y and 22.4+, respectively [51].

Using a similar transformation as above, the free evolution of N nuclei and their coupling to
the cavity modes a; and ay is given by the Hamiltonian

N
Hy =Y H" +HE + HE) (3.20)
n=1
with the diagonal part
2 4
H =370, = 3) 19\ ) gy 1+ D7 (0.6 = ) = &) lef) (el (3:21)
j=1 j=1

The coupling between the nth atom and the mode a; reads

6
HE) =37 [(d)a5) g S ay + (a5-d,) g alS( | (3.22)
pn=1

where the sums run over the six possible transitions (see Tab. . The operator S/(JQ [S,(Ji)] acts
only on atom n and is the raising [lowering] operator on transition . The normalized dipole
moment d, of transition yu is defined with respect to the quantization axis of the nuclei. As

mentioned before, we want to denote the electric field components of the fields by the polarization
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3.2 EFFECTIVE MASTER EQUATION

vectors i, and @oye. Since °Fe features a M1 transition, the quantization axis #% of the linearly
polarized transitions is not equal to the magnetic field axis By Rather, to determine #°, the
vector By has to be rotated by 90° in the (@1, @2) plane perpendicular to the beam propagation
axis.

The coupling constant

gfL") =gcy, et (3.23)
consists of the coupling constant g, the Clebsch-Gordan coefficient ¢, of the transition and a
phase factor that accounts for the position R™ of the nucleus.

Another contribution which has to be included in the description of the nuclei is spontaneous
emission. It can take place on each of the six transitions p, weighted with their respective
Clebsch-Gordan coefficients ci. The effect of spontaneous emission is described with the Lindblad
operator [11 [140]

N

Lsplol = Y L&) (3.24)
n=1
~ 6
Leglol =5 > Llp. Sy, 5,7 (3.25)
p=1

where L[p, -, -] is defined in Eq. . Note that the expressions in Eq. characterize the
total line width of single nuclei. Therefore, the rate of spontaneous emission v is taken as the
natural line width of the °"Fe nucleus, even though part of this line width arises from internal
conversion rather than from radiative decay.

3.1.5 The full model

The full master equation including the equations of motion of the nuclei as well as for the photonic
modes is

d

2P = ~ilHy + Hy, pl + Lulp] + Lselp] - (3.26)

With this equation it is in principle possible to perform calculations for arbitrary settings. How-
ever, the size of the system’s Hilbert space a priori is infinite, because in general arbitrary occu-
pation numbers of the photon modes are possible. Restricting the maximum number of photons
per mode considered in the calculation to n,y, the Hilbert space still scales as 6~ (n,, + 1)?
with IV being the number of nuclei in the cavity, which is impractically large to be solved effi-
ciently even for relatively small n,,. Next, we will therefore use a different ansatz to overcome
the obstacle of the fast growing Hilbert space, which in addition provides more insight in the
underlying physics as even analytic predictions can be made.

3.2 Effective master equation

In the last part we formulated the fundamental equations for our setup, which have the disad-
vantage that they cannot be directly solved analytically due to the large dimensionality of the
Hilbert space. In this section, we apply two physically motivated approximations. First, we make
use of the fact that for typical parameters, the dissipative dynamics dominates the cavity evolu-
tion, such that the occupation number of the photon modes in the cavity remains small. Then,
these photonic modes can be adiabatically eliminated to obtain effective equations of motion for
the nuclei only, as explained in detail in Sec. Second, in the case of a weak probe field, i.e.
in linear response, the system of IV nuclei can be transformed into a new basis where only few
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excited states are coupled to the ground state. As shown in section [3.3] and chapters [ and [5}
relatively simple and compact analytic expressions can be found for the reflection coefficient in
this case.

3.2.1 Adiabatic elimination of the cavity modes

The thin-film cavities which are used in typical experiments have a low quality factor @ [52],
which corresponds to a large decay constant x in our model, see Eq. . As k is much larger
than the atom-field coupling strength g, the dynamics of the modes a1 and ay is mainly governed
by fast dissipation, which is known as the bad-cavity regime [135] [136] [146]. This allows us to
adiabatically eliminate the modes [I34] [I35]. For this, we approximate %a]’ = 0. Starting with
the Heisenberg equation of motion for the operator a;

% j = i[Hm + Hy,a;] — Ka; (3.27)

we arrive at

VIRRn(@) i) — 1Y, , (@5 d,)gl S

K+ iAo |
Before we continue with the effective equations for the nuclei let us consider the reflection coef-
ficient as defined in Eq. . Inserting the expressions Eq. for a; yields

R = <a0ut> == ( QH‘R - 1) out am

(3.28)

a; =

Qin K+ iAo
V) .
—— ( fucLiedy) gl (5 (3.29)
Cain K+ ZAC B i
Here, we defined 1, = ai4] + aza5 = 1 — l?:fc . Note that this expression contains outer

products rather than inner (scalar) products. We see that the reflection coefficient consists of two
contributions. Consistent with the layerformalism [77] we can identify the first term in Eq.
with the electronic scattering contribution, which is isotropic. A particularly interesting case
arises if the cavity is operated exactly in resonance with the guided mode, i.e., Ac = 0. If in
addition k = 2kp is fulfilled, then the reflection originating from the cavity vanishes completely.
The latter condition is known as critical coupling condition [I41]. If the total cavity decay rate is
not matched to the in- and out-coupling of light from the cavity, then the over- or undercritically
coupled regime is realized, in which the reflected light is not completely canceled on resonance.
The coupling regimes will be discussed in more detail in Sec. The second term in Eq.
describes the contribution to the reflection which is due to the nuclei. This contribution is not
isotropic or polarization-preserving in general, and can contribute even if the polarizations of the
incident beam and the detected radiation are orthogonal to each other.

We now continue with the adiabatic elimination of the cavity modes. Having established
expressions for the field operators a; and a}, they can be inserted into the master equation 1)
to obtain the effective equations of motion for the nuclei. For the coherent dynamics, we obtain
the Hamiltonian

N N
Hg =Y (Hé”) + Hgﬂ) + 3 B (3.30)

n=1 n,m=1

with free evolution H ) as defined in Eq. and the new terms

(n) — QZ(du-lL-am P8+ QY (a5, 10-d,) gl S (3.31)
nw
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arising from the adiabatic elimination procedure with parameters

V2KRain

Q=—— .
Kk+iAc’ (3.33)
Ac
s =~ a7 (3.34)

The Hamiltonian HS()") describes an effective coupling between ground and excited states for each
atom n. As expected, the transition dipole moments are not coupled to the polarization of the
external beam by a direct product, but the direction vectors are mediated via the tensor 1
which reflects the intermediate light propagation in the two eliminated modes. To analyze the
effect of Hﬁg’m) we first consider the special case n = m and p = v, i.e., operators for the same

transition in the same atom. It can be seen that in this case, the product SP(QS,ST) reduces to
an operator of the form |e){e| for atom n = m. Therefore, this term in the Hamiltonian is an
energy shift, which can be interpreted as an additional AC-Stark or Lamb shift emerging from
the coupling of the atom to the two modes in the cavity. The terms with n # m involving the
same transition in different atoms are known as dipole-dipole interactions [I40] 147] and lead
to a collective Lamb shift [I10]. In the cases u # v, a coherent coupling between two different
transitions emerge [140] [147), [148].

Apart from these Hamiltonian contributions, the adiabatic elimination also gives rise to inco-
herent dynamics beyond spontaneous emission as characterized by Eq. . The total Lindblad
operator is found as

Eeﬂ[p] :'CSE[P] + £cav [P] (335)
with the new term
N 6 . .
Ecav[p} = - CS Z Z (d#'lJ_'dV) g'&n)gl(lm) £[[), S,STJLr)a Sl(/T)] ) (336)
n,m=1 p,v=1
and
K

The contributions with n = m and ¢ = v in Eq. @ have the same form as those charac-
terizing spontaneous emission. As we will find in Sec. [3.3] they lead to superradiance, i.e., an
acceleration of the incoherent decay [52]. The terms with n = m and p # v are the so-called
cross-decay terms [140}, [T47] and give rise to an incoherent coupling between different transitions.
Interestingly, these terms can lead to coherences [I40]. This will be discussed in more detail in
Chap.

In both the coherent and the incoherent additions arising from the adiabatic elimination, the

dipole moments are not coupled via the usual free space scalar product (f: -(f,,, but by the form

d,1,-d,. We emphasize that this generally permits non-vanishing couplings between orthogonal
states, which is fundamentally different from the situation in free space [149, [I50]. This fact can
be exploited to engineer a variety of different quantum optical level schemes as will be shown in

Chap.

Effect of quantum noise

In the derivation of the effective master equation above, we adiabatically eliminated the cavity
modes. To this end, the equation of motion for annihilation operators a were written as

%a =1i[H,a] — ka . (3.38)
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The commutator part denotes the coherent evolution of the operator, i.e. the Heisenberg equation
of motion [I5I]. The second term accounts for the incoherent dynamics, i.e. the cavity decay.
Strictly speaking, however, the latter part is incomplete, because the quantum noise operators
have been dropped. In the following we will shortly discuss their meaning and discuss why they
can be neglected in the first place.

Let us start by recalling that the cavity decay is a consequence of the coupling of the modes
to an environment, which in our case is a reservoir of harmonic oscillators. Using the density
matrix approach to describe the systems’ dynamics alone by tracing out the environment gives
rise to the incoherent part of the master equation. However, if one is not interested in working
with the density matrix but rather with quantum operators, the problem of the coupling to the
reservoir must be formulated differently. This is known as the Heisenberg-Langevin approach [1].

The result of the Heisenberg-Langevin approach for the case of damping via a reservoir of
closely spaced oscillators, forming the electromagnetic quantum vacuum, is required here. In
this situation, the equation of motion for the annihilation operator a is [I]

d
0= —rat F,(t), (3.39)

where F, is a noise operator and accounts for the reservoir. The noise operator satisfies the
relations

<Fa>:<FJ>:<FaFa>:<F¢IFJ>:O= (3.40)

(EI)F, (1)) = 26ned(t — 1), (3.41)

(F,()FI(t) = 26(neg, + 1)8(t — t') (3.42)

(Fla) = (a'F,) = kny, . (3.43)

Here nyy is the usual thermal bosonic occupation number. This yields

d

a(a} = —k{a) + (F,) = —k{a) , (3.44)

%(ah) = —2r(ata) + (a'F,) + (Fla) = —2k{a'a) + 2rnyy, . (3.45)

Since the thermal energy kT for room temperature is much smaller than the x-ray transition
energies, the thermal occupation number nyy, is negligible. Thus, we recover the same equations
of motion as if we had dropped the noise operator in the beginning and the use of Eq. (3.38)) is
justified.

3.2.2 Linear response

Current experiments employing the 14.4 keV resonance line in °“Fe in thin-film cavities are
mostly performed at modern synchrotron light sources. As discussed in Sec. 2.1.3] typically less
than one resonant photon is provided in the narrow line width of 5"Fe [7], 52, 106} [107]. Thus,
the driving field a;, can be considered weak, which together with the moderate nucleus-cavity
coupling justifies a calculation of the reflectance in linear response. Of course, this ansatz has
to be revisited if future experiments are performed at an seeded x-ray free-electron laser [11] or
x-ray free-electron laser oscillator [IGHI8] with thousands of resonant photons per pulse, or if
better cavities could be designed.
Let us assume that the nuclei are initially in the collective ground state

1G) = gy . gt ) oSy L) (3.46)

Ny N2

where |g1) and |g2) denote the two magnetic sublevels of the ground state, and N; is the number of
nuclei in ground state |g;) (i € {1,2}). Note that Ny + No = N, and at room temperature and in
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thermal equilibrium also Ny = Na, since the Boltzmann factor exp (—d4/kpT) is approximately
one. Nevertheless, for now we consider the general case and keep N7 and N» variable. Further,
we assume that due to the weak probe beam only one atom can be excited at a time and omit
higher excited states. In addition, we neglect other collective ground states as the nuclei will not
be redistributed due to the application of a weak probe field. We define the singly excited states

n 1) N
B(0) = 5,201G) = |gt") - 1efl) a5 (3.47)
in which the nth atom has been excited on transition pu. Further we define a collective state,
closely related to the timed Dicke state [511, 110, 152],

R 1™ g (3.48)

V Hq Z
which characterizes the coherent superposition of all possible excitations of the nuclei after ab-
sorption of a photon on transition p where p4 [.] denote the state index of the ground [excited]
state of the transition. Note that atoms in ground state |g,) can only be excited along the
transition p if their initial ground state match, i.e. [g,) = |gy,), otherwise S(" |G) = 0. With
these definitions the equations (3.31)), (3.32)) and (3.36]) in the subspace of at most one excitation
simplify to

Ho =g (d, 11 @w)cuy/Nu, [ENG| + He. | (3.49)
o
His = ouslgl> Y (d,-11-dy) cucoy/Nu, Noy, [ESO)VESH] (3.50)

v

Lealp] = —Cslgl? Z d,11dy)eueny/Nu, Vo, £]p, | BS)GLIGHED| (3.51)

In this basis only one ground and a maximum of six (collective) excited state are present. This
reduced basis allows for a considerable simplification of the analytical calculations since also the
reflection coefficient from Eq. (3.29)) can be written in the reduced basis as

2KR Ak A
R:(R+ﬂc‘gamum

,Lﬂg*z( a511-d,) ey /N,
;

9

(+)

o m T iAG (B, ]plG) . (3.52)
This is a remarkable result, since the complicated system of N interacting nuclei and 2 cavity
modes is now reduced to an effective single-particle problem without loss of generality within the
applied approximations well justified at current experimental conditions.

To calculate the reflection coefficient in linear response we employ the following method. We
set (G|p|G) = 1, as population redistributions only occur in second order of the probe field.
Next, we consider the coherences <E£L+)| p|G) which are directly coupled to the ground state via
Hgq. These off-diagonal density matrix elements are the only ones which are non-vanishing in
first order in the probing x-ray field Q2. Their steady state is obtained from the equations of
motion by the condition <E,a+)\%p|G> = 0. The corresponding set of linear equations can be
solved easily. Finally, the obtained steady state is inserted into Eq. to obtain the desired
reflectance in linear response.

3.3 Application to an unmagnetized >'Fe layer

In a first step, we apply the general formalism to a particular experimental setup, in order to
demonstrate its capabilities and consistency with previous formalisms.
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CHAPTER 3: QUANTUM OPTICAL DESCRIPTION

We consider the simplest case without hyperfine splitting, i.e. Bys = 0 and therefore §, =
de = 0. In this case the result will be independent of the choice of the quantization axis. For
simplicity we set #° || @i, such that only the linear polarized transitions u = 2 (|g1) ¢ |e2)) and
=75 (lg2) <> |es)) are driven, see Tab. We introduce the state

N Ny
)= T B FIE). (3.53)
and obtain
Hq = /2NQg|+)(G| + H.c. (3.54)
His = $Ndvs|gl|+){+] (3.55)
Leaelp) = =2NCslgl? £]p, [4)(G1, 1G)(+] (3.56)

Thus, we have transformed our system to an effective two-level system which consists only of one
ground state |G) and one excited state |+). In the same way, the sum in Eq. (3.52)) reduces to

(A* A

% -@in)\/ 2N (+|p|G). Consequently, only the coherence (+|p|G) has to be calculated in order
to obtain the reflectance. The equation of motion is

(+1AIG) = —i\/ §NQg +i (A +iF + §N|g|*(iCs — dus)) (+]plG) , (3.57)

where we used the populations in linear response (G|p|G) = 1 and (+|p|+) = 0. Since (+|p|G)
is not coupled to any other density matrix elements in Eq. , its steady state can be readily
obtained from solving the single equation (+|p|G) = 0 for the coherence (+|p|G). The reflection
coefficient given by Eq. evaluates to

Re (20 )aga, LV Gt

‘Qin — —— - - -
K+ iAc out ainIi-f—ZAcA—I—Z%+%|g‘2N(2C5—5Ls)
26R > . 2KR 2gI’N At A
_ : —1) = , a; . -ai) - (3.58)
(nHAc (h+idc)® A 4iF + 24N (B )

As a cross check we verified that this result is also obtained when choosing a different quantization
axis, such that other transitions couple to the incident light. The result, however, in general does
depend on the condition N7 = N> of equal ground state population, as otherwise the different
transitions have different probabilities according to the ratio of Ny and Ns. The polarization
dependence @, -@iy, is independent of the layer system, and solely determined by the incident and
the detection polarization. This is the expected result, as no direction in space is distinguished
in the layer system without magnetic quantization axis.

3.3.1 Reflection from the empty cavity

In order to interpret the spectrum of the reflectance, we first recall that the first addend obtained
in Eq. represents the electronic scattering contribution from the waveguide. Considering
the expression in more detail, we note that its first contribution (“2kr/(k+iA¢)”) stems from the
light which entered the cavity mode and is subsequently emitted again, the second part (“—17) is
due to the direct reflection on the cavity surface. As mentioned above, in the case 2k = &, the
so-called critical coupling condition is realized [I41], in which the electronic reflection completely
vanishes on resonance, i.e. Ac = 0. For 2kp > k [2kp < k], the overcritical [undercritical]
coupling is realized.

Let us analyze these coupling conditions in more detail by considering the angular dependency
of the cavity reflection in the absence of resonant nuclei. As already shown in Sec. the
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— overcritical
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Figure 3.3: The reflectance around an over- (2kr > &, red) and undercritically (2kr < , blue) coupled
cavity mode is shown. The solid curves are calculated with Parratt’s formalism, the dashed lines are
fits of the quantum optical theory. The two coupling conditions can be distinguished from the phase
behavior around the mode resonance. Parameters are given in the main text.

guided modes give rise to distinct minima in the reflection curve. Here, we consider two cavities
formed by the layer stack Pd/C (10 nm)/Fe (3 nm)/C (10 nm)/Pd and specify to the first guided
mode only. The thickness of the topmost Pd layer is 3.5 nm and 5.5 nm for the two cavities,
respectively. The reflection curve of the cavities was calculated using Parratt’s formalism, and
the quantum optical expression

QHR
=A(-1+—"—"—— .

with A € Cand A¢ ~ (0—6)) as suggested by Eq. was fitted to the numerical data. In this
procedure, the complex values of the reflection coefficient were used. This way, also the phase
behavior around the resonance of the guided mode is properly captured. The resulting curves
are shown in Fig. [3.3

Interestingly, the fits to the numerical data revealed that two different regimes are realized
with the two cavities. In the case where the thickness of the upper Pd layer is 3.5 nm, we found
that 2k > k and thus the cavity mode is overcritically coupled. In contrast, the first guided
mode of the cavity with thickness 5.5 nm of the Pd layer is undercritically coupled.

Looking solely at the reflectance |R|?, the two cavities exhibit a similar shape and the two
coupling regimes cannot be distinguished. However, if the phase behavior around the guided
modes is considered, the regimes can be properly identified, as visualized in the right panel of
Fig.[3:3] The phase in the overcritical case changes more rapidly and asymptotically ends up in
different branches.

Thus, we see that the coupling regime can be controlled by choosing a suitable thickness
of the topmost layer in the cavity. This is also in accordance with an intuitive picture: The
thinner the topmost layer, the more light can couple from the external field to the cavity mode.
Mathematically, this corresponds to a large coupling constant kg, for which the overcritically
regime is realized in turn.

3.3.2 Nuclear reflection

We now continue with the reflection coefficient calculated in Eq. (3.58]). Its second addend arises
from the resonant nuclei in the cavity. Defining the parameters

Ac

2 2
Ars = = 615 |g]2N = == |g]?N —=C__
LS 3 LS ‘g| 3|g‘ I{Q+A207

(3.60)
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4 9 4. 5 K
_ = N= = N —" 3.61
v =50 PN = SIN o (3.61)
the nuclear part of the reflection coefficient can be rewritten as
1
Ry (3.62)

A—Ars+5(v+7s)

This shape is a Lorentzian which describes the response of an effective two-level system with
transition frequency shifted by Arps and spontaneous emission enhanced by vg. Consistent with
our theoretical modeling, the two levels correspond to the collective ground and the collective
excited state of the nuclear ensemble. Note that even though g is very small, the parameters
Ays and g will generally be of importance due to the large number of nuclei N > 1.

The adiabatic elimination of the cavity modes revealed couplings between the nuclei mediated
by the cavity, such that collective effects emerge. The spontaneous emission enhancement g is
the well-known superradiance, and the energy shift Arg is a collective Lamb shift, both exper-
imentally observed in Ref. [52]. We see that both quantities contain contributions depending
on cavity parameters (drs, (s). These can be related to the Purcell effect [114], which is the
enhancement of spontaneous emission due to the cavity environment. The other contributions
describes the cooperative behavior, as evidenced by the scaling with V.

3.3.3 Numerical results

At this point it is instructive to discuss the actual values of the cavity parameters x, kg, Ac
and the coupling coefficient g. From the structure of Eq. for the reflection coefficient, we
note that the final result will be invariant under a rescaling ¢ of the parameters x, kg, Ac and
Nlg|?. Using numerical data calculated by conuss [79} 0] for the cavity considered in Fig. [2.2
as a reference, we find that, consistent with our expectations from Eq. , Ac depends on the
actual angle of incidence 6 in the vicinity of the first order guided mode fulfilling the relation
Ac = ¢ - A, while all other parameters remain constant. In particular, we find the values
(in units of v) k = 45¢, kg = 25¢, ¢ = —0.5¢/urad and V/Nlg| = /T400€. By comparison
of Ac = ¢ - A9 with Eq. (3.7), the actual value for the scaling factor can be determined as
¢ =~ 18000. Note that this also justifies the adiabatic elimination performed in Sec. since
using the obtained parameters, we explicitly find £ > v N lg|.

A sustained motivation in cavity electrodynamics is the realization of the strong coupling
regime, in which distinct quantum features such as vacuum Rabi splitting can be observed [2, 3]
146, [153]. Tt is encountered if the coupling strength g between an atom and a cavity mode exceeds
the decay rates x and y of the system. In our cavity, though, this is not the case. Nevertheless,
the so-called collective strong coupling regime is realized [I54] [155], in which

2
N
|gm >1. (3.63)

Hence, the phenomena observed in the cavity can thus be expected to be governed by cooperative
effects.

The reflectance |R|? calculated from Eq. (3.58) is shown in Fig. Note that the data
shown in Fig. [3.4] does not contain any free scaling parameter, as the reflectance calculated from
Eq. automatically yields the experimentally accessible values in the range between 0 and
1. In the upper panel we qualitatively recover the shape of a typical electronic reflectivity curve
across a single cavity resonance. To this end, we chose 6y = 2.96 mrad which is also the angle
of the first guided mode in Fig. m In addition, we set the detuning A = 103y such that the
nuclear part of the reflection is strongly suppressed and only the electronic part contributes. As
a reference, we also show corresponding numerical results obtained with coNuUss. It is clearly
visible that in the vicinity of the first guided mode our theory matches the numerical data
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Figure 3.4: Reflectance of the cavity containing an unmagnetized 5 Fe layer. The first panel shows |R|?
as a function of the grazing incidence angle 6. The nuclear part is strongly detuned such that only the
electronic reflectivity curve is visible. Parameters as in the main text and 6y = 2.96 mrad. The dashed
line corresponds to the reflectivity curve from Fig. calculated by conNuss. The central panel shows
the reflectance for fixed 6 = 6y. The narrow nuclear resonance is located in the center of the broad cavity
resonance, where it appears as a sharp spike. The right panel shows a magnification of the central panel
around the nuclear resonance. The nuclear spectrum is a Lorentzian which is significantly broadened
due to superradiance.

calculated with coNUSS very well. Since we included only one guided mode in our calculation,
only one minimum in the reflectivity curve is obtained instead of multiple dips in the CONUSS
data. Also, an overall envelope of the reflection, which in reality drops to smaller values for
angles larger than the critical angle of total reflection, is not included in the theory, but visible
in the CONUSS data. We emphasize that in our theory the width of the guided mode depends on
the order of the scaling parameter £. But since £ was derived independently using Eq. (3.7)), the
proper width and the agreement with the numerical data serves also as a consistency check for
our theory.

We now turn to the spectrum |[R(A)|* at the cavity resonance, i.e. 8 = 6p. We find that a
variation of the detuning A = w — wy also affects the cavity detuning A¢, since it depends on
both w and wy explicitly, see Eq. . Therefore we rewrite A¢ as a function of A and other
constant parameters and show the results in the bottom panel of Fig. [3:4 In the bottom left
panel we observe that the guided mode formed by the cavity affects the spectrum over a very
large detuning range. Only in the center we observe the effect of the embedded nuclei, where the
typical Lorentzian line shape of the nuclear resonance is found. A magnification of this nuclear
response is shown in the bottom right panel. As expected from the theoretical predictions and in
contrast to the resonance curve of a single °”Fe nucleus in free space, it is significantly broadened
due to superradiance and the Purcell effect captured in ~g.

We conclude from our analysis that if one is only interested in spectral ranges several 10~
around the nuclear resonance, it is safe to assume that A¢ is independent of A. The reason is
that for any given angle 6, the cavity forms a nearly perfect flat background over the range of
the nuclear response, as seen from Fig. In the following work, the cavity detuning A¢c will
thus be treated as a constant parameter.

Finally, we note that Eq. implies that the Lamb shift Apg is zero for vanishing cavity
detuning, which is also visible from the right panel in Fig. 34 This is in contrast to the
experiment reported in Ref. [52], where a non-vanishing value was measured in an analogous
setting. This puzzle of the Lamb shift will be solved in Chap.

| 2

3.3.4 Conservation of probability

With the linear result for the reflectance at hand, we can now also turn to the transmission 7" in
the waveguide. This observable was defined in Eq. (3.15)) and from Egs. and it can
be seen that it is closely related to the reflection coefficient R. The differences are the absence of
the reflection amplitude directly at the cavity surface and an overall scaling factor. In particular,
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we find
2 2 2lg|° N
Ro(2m ), 2= L — (3.64)
K+ iAc (H+ZAC)2A+Z‘%+%A|9|N
C—tR

2\/KRRT 2\/KRRT 219|°N
T:(W) _j SVIRRRT 319l . (3.65)

K+ iAo (IiJriAC)Q A—i—i% 4 %Algcli]\;

At this point it should be verified, if the probability is conserved, i.e. the sum of the reflectance
and the transmittance must not exceed unity. Computing the modulus squared of the expressions
above, we indeed find

 12kg [4lgIP Ny +3(y* +44%)(k — kR — #7)]

[R” +|T> =1 5 (3.66)
|6(k 4+ iAC) (A +1i%) + 4i|g]2N|
Since k — kg — k7 > 0 as explained in Sec. [3.1.2] this implies
0<|RP?P+|T?P<1. (3.67)

The remaining fraction to unity corresponds to the light which is absorbed in the cavity material
or emitted into other modes which were not considered here.

3.4 Emission spectrum after a 6-pulse excitation

In the sections above we derived the equations of motion which can be used to describe the cavity
system in the linear regime for arbitrary magnetization of the *"Fe layer. Using them, we are
able to calculate the frequency dependence of the reflection spectrum. However, so far it is yet
unclear if the results we derived above will directly compare to an realistic experimental setting
and the calculated reflectance is accessible in an experiment. The crucial point is the following:
Strictly speaking, we calculated the steady state, i.e. the system response at the time ¢ — oo
and the cavity was assumed to be continuously driven under the influence of a monochromatic
field with frequency w.

This has to be compared to the situation encountered at current x-ray sources. They, in
contrast, deliver only extremely short pulses in the ranges of a few 10 ps, even shorter pulse
durations are achieved with free-electron lasers [I5], [I7]. At the same time, already the Fourier
limit implies that these §-like pulses do not consist of a single frequency, but provide very broad,
nearly flat spectra over the energy range of the nuclear resonances. Therefore the steady state
case with a monochromatic driving field is clearly not met in current experimental settings.

However, the steady state solutions directly compare to the emission spectrum S(w) after an
excitation with a d-like pulse in the linear regime, as we will show in the following. Hence, they
directly correspond to the situation which is accessible in current synchrotron experiments. The
reason for this equivalence of the two types of spectra can be understood with the argument
given below.

The incident §-like pulse can be written as a superposition of plain waves of all frequencies w,
where we neglect prefactors for now. Operated in the linear regime, each of these plain waves
will interact with the cavity separately. Since the individual plain waves monochromatic and
correspond to a continuous wave, their reflection is given by the single frequency steady state
solution calculated in the previous sections. Combining all the frequency components again, the
steady state solution function Rgg(w) is obtained. On the other hand, the d-pulse excitation of
the cavity system causes the emission spectrum S(w). Hence, the two quantities directly compare
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to each other in the linear regime. This is also illustrated in the following visualization.

pulse interaction with cavity emission spectrum
= — ~ =
o(t) — R(4(t)) — S(w)
wwt wt
x e — R e
w w
= E R (eiwt) — Rss ((JJ)
w
—_——— steady state reflectance
linearity

Next to this intuitive picture on the agreement of the two spectra, it can be shown analytically
that the general emission spectrum S(w) reduces to the reflection spectra calculated via the
steady state technique. This will be presented in the following.

Definition of the emission spectrum

Let us begin to define the emission spectrum properly. An exact definition often depends on the
type of the conducted experiment and has been discussed in the literature quite extensively [I56].
In the following we will shortly motivate the definition chosen here. The general definition of the
time resolved reflection rate including non-linear effects (c.f. Sec. is given by

<aout (t)Taout (t)> ) (368)

and corresponds to the number of photons detected at time ¢. In order to obtain any information
on the frequency behavior, it is necessary to transform the operators such as aoyt(¢) into Fourier
space

1 Twt
on (1) = = / g (£) dt (3.69)

From this we can define

1

T o

(aout(w)Taout(w» /e‘iw(tl_m<a0ut(t1)Taout(t2)>dtldtg . (3.70)
In the spirit of Eq. , this expression corresponds to the number of photons with frequency
w and thus is a meaningful quantity for the emission spectrum. Note that aout(w)faous(w) is
hermitian and hence the expectation value is a real number. Taking the Fourier transform
of (aout(t)Taout(t)) directly will generally not result in a real value and therefore cannot be
considered as an observable. This is connected to the fact, that also for the classical radiation
field the amplitudes and not the intensities are required to transform between time and frequency
domain. Hence, we use for the emission spectrum

S(w) = (aout (W) aous (w)) . (3.71)

This choice is not restricted to continuous driving with monochromatic fields, but also holds
for arbitrary incident pulse shapes. As mentioned before, the definition of the spectrum of
a quantized field has been under debate, but Eq. is considered appropriate for most
situations [I57]. The emission spectrum contains two-time expectation values, which need to be
computed using more sophisticated techniques such as the quantum regression theorem [I58].
Note that in the stationary case, the two-time expectation value depends only on the time
difference t; — to. Then, the well known Wiener-Khintchine theorem for the power spectrum
is obtained from Eq. [I57]. Note that the same definitions connected with input-output
operators have been used also in previous studies [I59].

33



CHAPTER 3: QUANTUM OPTICAL DESCRIPTION

Calculation of the emission spectrum in the linear regime

Let us now turn to an explicit analysis of the emission spectrum defined above. In the case of
weak driving, i.e. the linear regime, the two-time average in Eq. (3.70) separates as

<aout(t1)Taout(t2)> ~ <aout(t1)T><aout(t2)> . (372)

This well be discussed in more detail in Sec. when we analyze the non-linear features in our
model. With this approximation at hand, we obtain for the emission spectrum

S(w) = Kaou(w))[* - (3.73)

However, we are more interested in the spectrum as a function in the detuning A = w — wy.
Therefore we have to calculate

1 .
Aot (A) = N / Pl (t)dt (3.74)
with

Gout (1) = aout (£)e"°" = —ain (t)e™°" + 2k ga(t)e™! (3.75)

according to Eq. (3.12) and neglecting polarization dependence for the moment.
Next, we restrict our analysis to the case of a §-like incident pulse

ain(t) = dlné(t) . (376)

Since this pulse does not have a well-defined cw-frequency w, we need to alter the transformation
Hamiltonian for the interaction picture in Eq. from our model by replacing w by wg. As
a consequence, A = 0 and Ag = we — wp now holds. In this interaction picture we now obtain
for the input-output relation

out(t) = —a@ind(t) + V2kga(t) , (3.77)

where we have used that §(t) = §(t)e'ot.
Assuming that the cavity equilibrates much faster than the nuclear dynamics changes, we can
again eliminate the cavity modes adiabatically and obtain (c.f. Eq. (3.52))

(o (1)) = —amd(t) + V2RR(alt)
- (2’”“ - 1) (8% )i (1)

Ii‘i’iAc
ST ;(aout'lrdﬂ) e Ny (B |0(D)]C) (3.78)

For simplicity, we rewrite this equation in vector representation
(ous () = A dind(t) + B - fl(t) , (3.79)
where p(t) consists of six, i.e. the number of transitions, elements
0] = (ESP|o(0)|G) - (3.80)

Now we need to solve for g(t). As this vector contains only coherences, its initial value vanishes,
p(0) = 0. Using the effective Hamiltonian and the effective Lindblad operators obtained from
the adiabatic elimination, we can set up the equations of motion for the coherences. These
equations of motion are identical to those in the steady state scenario, however, with the following
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differences. First, the driving field a;y, is to be replaced by @;,d(¢) and as we discussed before, it
is A =0 and Ag = weg — wp. The equations in vector representation take the form

LAt = M- pt) + K awd(t) (3.81)

where M is a matrix of size 6 X 6. We see that all time dependence is only contained in the
inhomogeneous part of the equation in terms of a d-function. This makes it possible to solve for
the spectrum analytically. We recall that we are interested in the expression (aqu(A)) defined

in Eq. (3.74). We find

(o (D)) m / D (G (6) dt

v / it Aama(t)+§ ~ﬁ(t)) dt

A in s
- \/‘;7 n \/727 B- [ e™p(t)dt . (3.82)

To evaluate the integral we utilize the Laplace transform

L{f(t) / f(t)e stdt , (3.83)
which has the property
L{G ()} (s) = sL{f(1)}(s) = [(0) . (3.84)
Together with Eq. , we obtain
LLEA)}(s) = sLL0)}(s) = M - L{P(E) }(s) + Kiin | (3.85)
such that
L)} (s) = (s1— M)+ Ky, - (3.86)

Noting that g(t) = 0 for ¢ < 0, we can identify the integral in Eq. (3.82)) with £{p(¢)}(—iA) and
we obtain

A&in + &in
V2 2w

Normalizing this spectral expression accordingly with

(aout(A)) =

B- [— (iA1+ M)~ 1?} . (3.87)

Ain
in A 1n t = 3.88
ain(4) \/ 27 / ‘ai V2 ( )
yields the reflectance after an J-pulse excitation
(aout(A)) > . -1 2
A)=—F" L =A4+B-|-(HA1L+ M) K| . .
Ry(a) = 5 = A - Ga1+ ) K] (3.89)

In particular, we see that the driving field strength a;, cancels, which is expected for the linear
regime we are considering.
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Comparison with the steady state reflectance

Let us now compare this result with the steady state solutions we calculated before. For this,
let us write the reflectance in a similar form as we did for the -pulse case (c.f. Eq. (3.79)))

Res(A) = (ow) _ 4 B-Pss(8)

Qin Qin

(3.90)

At the same time, we can formally write the equations of motion in vector representation as well.
However, in contrast to Eq. , we need to take into account the detuning A which does not
vanish in the steady state analysis. Since the detuning acts only on the elements itself and does
not couple different coherences, it can be included as an additional diagonal term

d ) . .

P88 = (M +iAl) - pss + K ain - (3.91)
Note that in the equations above, A, §7 M and K are identical to the variables defined in the
analysis for the d-pulse spectrum. The steady state of the coherences can now readily be solved
as

fss(A) = — (M +iA1) " K ay, (3.92)
which finally yields
o <aout> o = . —1 2
Res(8) = S0 — 4+ 5. [— (M +iAl) " K . (3.93)

Comparing Eq. (3.89) and Eq. (3.93)), it can be seen that the same result is obtained in both
cases and therefore

Rss(A) = Rs(A) (3.94)

in the linear regime. This shows that a simple steady state analysis can be performed instead
of a more complicated time integration of the equations of motion and justifies the calculation
technique performed in many parts of this work.
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Chapter 4

Fano Line Shape Control & Interferometric
Phase Detection

The deterministic control of light-matter interactions is a longstanding vision with key challenges
and applications across all natural sciences. Close to resonances in matter, characteristic spec-
troscopic signatures are imprinted onto the radiation field. For an isolated system with a single
line resonance, this is the well-known Lorentzian profile given by the formula

1

OLorentz
where € denotes the energy detuning from the resonance in units of its transition width. In
high-energy physics the same shape is known as Breit-Wigner distribution. But as soon as
the probed system evolves on different indistinguishable quantum pathways, the line shape is
modified by interference. In particular, asymmetric Fano resonances [160] arise if a spectrally
broad continuum quantum-mechanically interferes with a spectrally narrow bound state, which
is provided by a matter resonance. Fano profiles are parameterized by the simple expression

(q+¢)?

4.2
14 €2 (4.2)

OFano X
Determined by the parameter ¢, both symmetric and antisymmetric line shapes can be engi-
neered, possibly with very narrow characteristics.

Fano resonances have been predicted already in 1935 [I61] and by now are recognized as
important tool across many disciplines such as atomic physics [162H165], solid-state physics [166l-
170], and nuclear physics [I71]. Recently, it was demonstrated that Fano interferences can be
interpreted in the time domain, which paves a way for the active and dynamical control of
spectroscopic line shapes [172].

A notable platform to study Fano resonances in the optical regime is the setting of waveguide
and cavity systems [169] [I70] [I73], where the continuum channel necessary for the interference
is straightforwardly provided. This suggests, that Fano interference might arise as well in the
x-ray domain using thin-film cavities.

Asymmetric line shapes for nuclear resonances at x-ray energies have previously been predicted
or observed [83] [85] [T74HIT9]. However, they were neither analyzed or interpreted in the context
of Fano line shapes, nor was it clear whether the line shapes are Fano profiles at all.

In this chapter, we show that they are and demonstrate Fano line-shape control in the interac-
tion of Méssbauer nuclei in thin-film cavities. For this, we apply the quantum optical formalism
developed in Chap. [3] and theoretically show how Fano profiles can arise and how they can be
controlled dynamically. We then discuss the implementation, which we used to experimentally
explore the Fano line shapes together with the group of Ralf Réhlsberger, Hans-Christian Wille
(both from DESY, Hamburg), Thomas Pfeifer and Christian Ott (MPIK, Heidelberg).

In a first application, we extract spectroscopic signatures such as the cooperative Lamb shift
from the data, highlighting their dynamical aspects. Based on these signatures, we are able to
understand the thin-film cavities in greater detail and find how they can be modeled with even
higher accuracy. In this course, the Lamb shift observed in the spectra is understood in more
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Figure 4.1: Schematic setup and origin of the Fano interference. (a) X-ray light is reflected by a thin-
film cavity under a grazing angle . The Pt/Pd layers act as cavity mirrors and C as the guiding layer.
The reflection by the empty cavity (Rc, blue) and from the embedded 57TFe nuclei in the center (Rn,
red) have a phase difference ¢ which can be controlled via the incidence angle 6. (b) The empty-cavity
reflection forms a broad spectral continuum (“1”, bottom), whereas the isolated “bound state” nuclear
response A(A) (top) is of Lorentzian shape. (c¢) The interference of these two paths leads to Fano line
shapes, with asymmetry controlled by the phase ¢.

detail. In a second application we demonstrate how the measured Fano spectra can be employed
to perform phase sensitive measurements of the nuclear resonances, which constitutes a first step
towards state tomography in the x-ray energy domain.

4.1 Fano line shape control

The general scheme which we discuss in the following is illustrated in Fig. 4.1l Resonant ®"Fe
nuclei are placed in the x-ray cavity and the spectral response of the nuclei in the light reflected
in grazing incidence off the cavity is observed. To motivate this setup, we start with an intuitive
picture.

We interpret our cavity as an interferometer, since the x-ray reflectance can be divided into two
pathways as depicted in Fig. In the first path, the light is reflected by the cavity alone. This
path acts as the continuum channel independent of the frequency on the scale of the spectrally
narrow Mossbauer absorption. In the second path, the x-rays interact with the resonant nuclei.
This leads to a Lorentzian reflection amplitude and acts as the bound state channel. Under these
conditions, the total reflectance can be written as

IR o |1+ € A(A)]7 (4.3)

where A(A) is a complex Lorentzian amplitude and A = w — wyp is the frequency detuning
between x-ray frequency w and nuclear resonance frequency wy. Generally, these two channels
have a phase difference, which we will denote as ¢ in the following. Such a relative phase can
directly be mapped to the Fano g asymmetry parameter, which in turn determines the shape
of the resonance [I72]. Thus, if the continuum contribution, formed by electronic scattering of
the cavity, interferes with the Lorentzian nuclear bound state contribution, we can expect to
observe Fano line shapes. Controlling the relative phase ¢ in an experiment would further allow
dynamical control of the line profile.

4.1.1 Theoretical description

Let us now continue with a more elaborated theoretical analysis. The distribution into the
two pathways introduced above can also be motivated theoretically. In Chap. [3] the reflection
amplitude for a single layer of unmagnetized 5" Fe nuclei in the cavity has already been calculated.
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There, we found for the complex reflection coefficient R = R¢ + Ry with (c.f. Eq. (3.58)))

QIQR
Rec=—7F7"7—-1 4.4
C KJ—’-’L.AC 5 ( )
. 2KR 39PN
Ry = —i : 3 . (4.5)
(B At i+

Here, the first term Ro characterizes the scattering from the cavity in the absence of nuclei, the
second term Ry accounts for the nuclear part of the reflection. This shows that the reflection
spectrum indeed consists of the interference signal between a continuum channel and a bound
state contribution as required for Fano interference. However, at this stage it is not yet clear
if the line shape also resembles the formula from Eq. , which is the signature for the Fano
profile.

To address this question, we rewrite the reflectance in terms of the dimensionless energy € in a
first step. In our case, though, the nuclear response is modified by cooperative phenomena. The
bound state Lorentzian is not centered on the nuclear resonance, but shifted by the collective
Lamb shift. Moreover, its width is superradiantly broadened from the natural line width. Hence,
we correct for the collective Lamb shift and the enhanced decay rate in the definition of the scaled
energy €. Furthermore, we specialize to the critical coupling condition (2kg = &, see Sec. ,
which can be implemented experimentally, e.g., by adjusting the thickness of the topmost layer
of the cavity. Doing so, we obtain the reflectance

o le+g?
R =L o (4.6)
with
A —Ars
€ = 1_‘7/2 5 (47)
I'-v & LY
_ A A 4.
T Ao tiTo (4.8)
oo = (14 K2/A2)7 (1.9)
_ 2|9’NA¢
Aps = 3 m ) (4.10)
4 |gPN &
I'= - 4.11
T 3 K2+ AZ ( )

This resembles exactly the anticipated expression for a Fano resonance. Note that ¢ has an
imaginary component, which corresponds to an incoherent loss channel [I80] [I81]. We emphasize
that in the strongly superradiant case I' > v the loss channels can be neglected, such that an
ideal implementation of the Fano model is achieved. In contrast, in the opposite limit I" &~ -,
without enhancement of the spectral line width, |R|? ~ o without any spectral signatures. It is
therefore the collectively enhanced decay rate which enables the Fano implementation with full
visibility of the reflectance modulation.

In the intuitive interferometric picture developed above, we used that the continuum and the
bound state reflection channel have a phase difference ¢ which determines the asymmetry of the
spectral profile. Relating the Fano ¢ parameter and the relative phase as ¢ = arg(q — i), we can
rewrite the reflectance to

12
R |14 e le=d 4.12
I ‘ te e+ a0 ( )

This form resembles the interferometric model anticipated above and illustrated in Fig. [I.1]
in which a broad continuum channel (“1”) interferes with a Lorentzian bound state amplitude
formed by the ensemble of nuclei, controlled via the phase ¢.
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Table 4.1: Equivalent notations for the cavity reflection coefficient in the absence of a magnetic field, the reflectance and
their respective interpretation. The coefficients are given in Tabs. and

Interpretation R |R|?
2112
Quantum Re—i 2KR 39" N
. . 2 . 2
optical theory (k +iAc)* A 4 i1+ %A\gc\f;;
. 1
Re — iage'®®
© 0 e+
i 1 1 2 2
Fano spectrum —iage'? . : ‘Lg lq + €
g—1 €+ ai 14 €2
_i@eid)o €_i¢ + a1
ay €e+1
Interferometer —iage'? (aile*iqﬁ + aN€i¢>N> a% (aIQ - 2% cos (¢ + ¢N)>

Table 4.2: Coefficients in Tab. for different parameter regimes.

Model assumptions R¢ q
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K
critical coupling?, -1+ % A
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. . 1 F _
no c'hspersmn' - 1 Ii Y K n il
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Table 4.3: Global variables in Tabs. [1.1]and [4.2]
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4.1 FANO LINE SHAPE CONTROL

A broader overview of the different forms for the reflection coefficient with their respective
interpretation is given in Tab.

A similar phase mapping between the Fano ¢ parameter and the phase ¢ was found in Ref. [I72],
where absorption lines of auto-ionizing helium have been studied. However, it is different by a
factor 2 from the relation found here. The reason for this is that, in contrast to Ref. [I72], our
continuum is not the free space vacuum, but situated in a cavity environment. The cavity vacuum
contribution to the reflectance also undergoes a phase shift upon a change of the incidence angle,
and thus the relative phase is reduced, as we will briefly show in the following. For simplicity,
we restrict to the superradiant limit I' > «, such that ¢ = k/A¢ and ¢ = arg(A—’“c —1). Starting
from Eqgs. (4.4)) and 7 we find for the cavity continuum channel Ro and the nuclear bound
state contribution Ry

1 , 1
Re = —i—— = —je? —— | 4.13
o =i — (4.13)
cq—1 1 . 2ip 1
Ry =— = — . 4.14
N 1q—|—i €+1 e €41 ( )

From this we observe that the phase of the continuum path is shifted by ¢, whereas the nuclear
contribution experiences a phase shift which is twice as large. Therefore, in our setup the relative
phase between the two channels is ¢.

This Fano phase and, equivalently, the ¢ parameter defined in Eq. depends on the cavity
detuning Ag. Close to the cavity eigenmode resonance at Ac = 0, one can linearize Ag =
oc - Aby, where Afy = 0 — g is the deviation of the incidence angle 6 from the angle 6y at
which the cavity mode is driven resonantly. According to our theoretical model developed in
Chap. [3| 0y is also the angle 6.,;, at which the cavity reflectance would vanish in the absence of
any resonant nuclei. We will see later that this is not always the case and requires an extended
description of the cavity reflection amplitude. In any case, the fact that the incidence angle
enters the Fano ¢ parameter, remains. Hence, it can be used to control the Fano line shape. We
note that a change in the incidence angle also modifies the cooperative Lamb shift Ayg and the
superradiant transition width I', since a variation of the incidence angle 6 leads to a different
initial excitation imprinted on the nuclei by the probing x-ray field [51], 112} [I79].

4.1.2 Experimental realization

Guided by the group of Ralf Rohlsberger and Hans-Christian Wille (DESY, Hamburg) and
together with Thomas Pfeifer and Christian Ott (MPIK, Heidelberg), we have experimentally
explored the nuclear Fano line shape control at the Dynamics Beamline P01 of the PETRA III
synchrotron radiation source (DESY, Hamburg) [95]. Since the interferometric nature suggests
a dependence of the line profile on the optical material constants, the group of Ralf Rohlsberger
prepared two cavities with Pt and Pd as mirror materials, respectively (see Fig. 4.1)).

We employed nuclear resonant scattering, where a short broadband incident pulse excites the
nuclei, and subsequently the delayed scattered photons are detected in a time window 40 — 190 ns
after excitation. Far-off-resonant background photons are suppressed using a high-resolution
monochromator for the incident light. To record the spectrum of the scattered light, a spectrally
narrow resonant absorber foil (consisting of a 6 pm thick stainless steel foil enriched to 95% in
5TFe) was used, which was scanned in energy across the nuclear resonance with the help of a
Doppler drive as described in more detail in Sec.

Cavity 1 is formed by a Pt(2.1 nm)/C(32 nm)/Pt(12 nm) (top to bottom) layer system with
the Pt layers acting as the mirrors and the C as guiding layer. A 1.2 nm thick active layer of
5TFe was placed in the center of the carbon layer. Cavity 2 is a Pd(4 nm)/C(36 nm)/Pd(14 nm)
layer system, with a 1.2 nm thick 5“Fe layer in the center.
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Figure 4.2: Fano line shape control with nuclei. The different panels show the reflected intensity at
different relative incidence angles Af = 6 — 6nin of the probing x-ray field. A Lorentzian shape is
obtained for Af =~ 0 prad. Asymmetric Fano line shapes are observed away from Omin. The narrow
spikes at A =~ 0 and 4130~ visible in all panels are artifacts of the measurement procedure. Note that
unnormalized experimental raw data is shown without baseline subtraction. Therefore the intensities
in the different panels cannot directly be compared. Black lines show experimental data, overlayed red
curves are theory fits. The blue horizontal lines at Af = 0 urad serve as a guide to the eye and indicate
the slight asymmetry of the line shapes.

Results

Experimentally recorded spectra for cavity 1 and 2 are shown in Figs. a) and b)7 respec-
tively. In both cases, the reflection spectra were measured for several incidence angles 6 around
0 = Omin, where the cavity reflectance assumes a deep minimum at frequencies far off the nuclear
resonance.

Clearly, the incidence angle acts as a knob to control the spectral response from a Lorentzian
shape for 6 = O,,;, to strongly asymmetric line shapes. Already at Af = 50 urad, almost inverted
line shapes are observed.
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Figure 4.3: Fano ¢ parameter characterizing the line shape, cooperative Lamb shift Ars, and superradiant
line broadening I' as a function of the relative incidence angle A@ = 0 — Omin. Left [right] panel shows
results for cavity 1 [cavity 2]. Red dots are experimental data, extracted by fitting the generic Fano

line shape Eq. (4.15]). Dashed black lines show theoretical predictions from Eqs. (4.8)), (4.10) and (4.11))

assuming Omin = 0. Solid blue lines show the predictions of the theory including a cavity dispersion
phase. The inset shows the non-vanishing Lamb shift at Omin for cavity 1 in more detail.

For a quantitative analysis of the experimental data, we fitted a generic Fano profile

g+ A

2
= bi
|RI* =a+ v € T/

(4.15)

with free parameters {a,b,q, Ars,'} to each experimentally recorded spectrum. This form is
independent of our theoretical model and only assumes a generic Fano profile. Each fit was re-
peated multiple times with randomly modified initial parameters to avoid bias, and the respective
results are indistinguishable within their error bars.

Clearly, these fits match the measured spectra very well, as seen from the red theory curves
in Figs. a) and b). But beyond the agreement of the fits with the overall spectral shape,
we can employ the fits to determine the superradiant decay width I", the cooperative Lamb shift
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Arg, as well as the Fano ¢ parameter as a function of the incidence angle 6 independent of our
theoretical model.

In Fig. we compare these experimental results (red) with the theoretical predictions from
Eqgs. ([£.8), (4.10) and (gray dashed lines). The error bars along ordinates are 95% CL fit
errors, along abscissae an angular uncertainty of +3 urad accommodates for systematic uncer-
tainties in the experimental setting. Generally, the measured parameters have the same angular
dependency as the quantum optical theory predicts. For cavity 2, the agreement is very good,
whereas for cavity 1, the predictions for the superradiance and the cooperative Lamb shift ap-
pear to have a systematic shift compared to the measured data. In particular, as shown in the
inset, cavity 1 has a non-vanishing Lamb shift at A = 0, whereas the theory from Eq.
predicts Apg = 0. This is also related to the puzzle why a non-zero value for the Lamb shift was
measured for the Lorentz spectrum in Ref. [52]. As we will show in the next sections, this effect
is caused by the material dispersion and strongly depends on the choice of the mirror material
of the cavity.

But before we turn to this problem, we first comment on the deviations for the superradiant
decay width T'" at large incidence angles in Fig. Here, the experimental data apparently
show a tendency to much broader resonance lines. However, these values were obtained form
the fits and as one can see from Figs. a) and [1.2(b), for large A the recorded spectra are
superimposed with an oscillatory structure. The reason for this is that in order to measure the
cavity spectra, a stainless steel foil is required as detection device (c.f. Sec. [6.1]). Especially for
large A6 interferences between the scattering paths of this device and the cavity become promi-
nent. As soon as their oscillation period is comparable with the tiny spectroscopic signature of
the Fano line shape, these two structures overlap and the Fano resonance cannot unambiguously
be identified anymore. Hence, the discrepancy is largely caused by the detection method. In
Sec. [6.4.2) we will provide an alternative approach for obtaining spectral properties from the data
in these cases.

4.1.3 Influence of additional cavity dispersion phases

In the last section we have seen that the experimentally determined values for the Lamb shift
and the superradiant enhancement are systematically shifted from the theory predictions in the
case of cavity 1, whereas for cavity 2 no shift is visible. Since the main difference of the two
cavities employed in the experiment is the choice of the mirror materials, platinum and palladium,
respectively, this suggests that their material properties are crucial for the observed effect. In
the following, we will show that the shift can be explained in terms of an additional material
depended phase in one of the reflection channels.

Asymmetric empty-cavity line shapes

We begin with the analysis be considering the reflection curves in more detail. In Fig. the
cavity reflection in the absence of resonant nuclei is shown as a function of the incidence angle 6.

It is readily seen that the response of cavity 1 is asymmetric around the reflection minimum,
whereas that of cavity 2 is almost symmetric. This was observed in the experiment and also
confirmed by numerical calculations using conuss [79] [80]. On the other hand, however, the
quantum optical theory we used so far, always predicts a symmetric behavior, since from Eq.
and Ac = 6c(0 — 0y) (c.f. Eq. (3.7)) we find

4kr(k — KR)

NHZ=1- .
|Re(0)] K2+ 02,(0 — 0y)?

(4.16)

Clearly, this does not match the asymmetric reflection curve for cavity 1, as indicated in Fig.
Hence, we need to extend our quantum optical theory to properly cover this aspect.
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Figure 4.4: Empty-cavity response |Rc|? around the first guided mode. Shaded areas depict the range
of experimentally accessed 6. Numerical data calculated with CONUSSs is shown as solid black line. The
quantum optical models are fitted around the reflectance minimum. In contrast to |Rc|? (red dashed
curve), the models |Ri|? including a material dispersion phase (blue dotted curve) can reproduce the
asymmetry around 6min. The insets show the minima in more detail. For cavity 1 the true guided mode
resonance angle 6 (vertical blue dotted line) determined with the extended model clearly differs from
the experimentally accessible Omin (vertical gray line), while for cavity 2 the angles g and 6min almost
coincide.

In order to include the asymmetry in our theory, we consider the cavity reflection R¢ from
Eq. (4.4) in more detail. First, we rewrite Rc = Rp + R with

Rp=-—1, (4.17)

2/€R

wid0(0—00) (4.18)
and note that the amplitude Rp describes the amplitude of light directly reflected from the cavity
surface, while R, corresponds to the light which enters the cavity mode and subsequently leaves
it again in reflection direction. Both amplitudes together form the broad continuum in our setup
relative to the narrow nuclear response. But since the two different paths are affected in different
ways by the cavity material dispersion, it is reasonable to include a relative phase between these
amplitudes. Possible origins include dispersion in the cavity or Goos-Hénchen phase shifts [182]
of the directly reflected amplitude.

In the following we denote this relative phase between the two cavity reflection channels by
¢c. In our equations for the reflection coefficient, we augment Rp = —1 to R, = —exp (idc),
which yields the modified continuum response

Ry =

QKR
K+ ioc(0—6)

Here, we assigned the relative phase ¢¢ to the amplitude of the direct reflection on the cavity
surface for simplicity. An analytically equivalent result would be obtained if the phase was
attributed to kK in the second term. Note, however, that then for consistency also the kg in the
nuclear amplitude Ry from Eq. needed to be changed accordingly.

Indeed, we found that with a suitably chosen phase ¢¢c in Eq. the reflectance curve
agrees very well with excellent agreement to the one predicted by CONUSS over the relevant
range of incidence angles, see Fig. [I.4 We found that the asymmetry is more pronounced for a
larger phase ¢¢.

Consistent with the interpretation that the relative phase arises from material dispersion, we
found that ¢c depends strongly on the thickness and the complex refractive index of the mirror

Rl = —¢'%c (4.19)
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Figure 4.5: Influence of the mirror layer material on the asymmetry in the reflectance curve. (a) Re-
flectance curves for different materials. The top layer thickness set to 2.5 nm in all cases. The dimensions
of the remaining layers are as in cavity 1 described in the main text. (b) Dependence of the asymmetry
quantified by the phase ¢¢ on the refractive index n = 1 — § + i8 of the mirror layers. The values have
been obtained by a fit of the numerical data to the extended model |R(|?. Phase shifts for mirror layer
materials Pt, Au, Ta, Pa, and Mo are indicated in the figure.

layers. This is illustrated in Fig. a), where different mirror materials have been chosen in an
otherwise identical cavity. The asymmetry of the reflection curve is strongly influenced by the
choice of the material. In Fig. b), we analyzed the dependence of the phase ¢¢ on the cavity
mirror material in more detail.

To this end we varied the complex refractive index n = 1 — § + i of the mirror material
and computed the respective reflection curves using Parratt’s formalism (see Sec. [2.2.1). For
each refractive index, the phase ¢c was obtained from a fit of Eq. (4.19) to the numerical
data. From Fig. b) it can be seen that especially the imaginary part of the refractive index,
which is responsible for absorption in the material, influences the asymmetry, as revealed by
stronger variation of ¢¢ along this axis. In our experiment, we have used cavities with platinum
and palladium as mirror materials. Therefore, two different regimes of the phase ¢¢ could be
explored: The nearly symmetrical and the strongly asymmetrical case, realized by the Pd and
the Pt cavity, respectively.

Effect of asymmetric empty-cavity lines on the spectroscopy results

Apart from the asymmetry in the reflectance curve, the newly introduced phase ¢ also has an
influence on the line shape of the full cavity reflectance including the nuclear amplitude. To
illustrate this effect, let us first interpret Eq. in a different context. Since the first part in
Eq. is in general complex for ¢¢ # 0, and the second term is real for = 6, at the guided
mode resonance angle, the cavity reflectance Ry, (6 = 6p) cannot be zero any more. Rather, it
is minimized at a different angle 6,,;,. Generally, the two angles 6y and 6,;, do not coincide,
which is in contrast to the original theory developed in Chap. [3] Defining the cavity reflectance
to vanish at Onin, i.e. Ry (Omin) = 0, we can write

) 2K 2K
idpc _ R — L . 4.20
¢ K+ i(SC (Gmin — 90) K+ iAC,min ( )

Here, we introduced

AC’,min = 60 (emin - 60) . (421)
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Adding the nuclear contribution Ry to obtain the full reflectance, we find

le+4'|?
R = |Re + Ry = 55 o0, (4.22)
A—A
_ 2 .
I r YR +ACAC,m1n +Zl 4.94
q

F K (AC — AC,min) F ’

, (28R (Ac — Acmin))’
= 2 . 4.
70T R AL+ AL (4.25)

Again, a Fano line shape is obtained, but with modified oy and ¢ as compared to the symmetric
case where ¢pc = 0 and A¢ min = 0.

Now, the Lorentzian spectrum (¢’ — +o00) is not realized at Ag = 0 < 6 = 6y anymore
(c.f. Eq. ), but at Ac — A¢min = 0 & 0 = Opin, which can be seen from Eq. . This
is expected, since the symmetric Lorentzian line profile, as also understood from traditional
Fano theory [I60, [I61], arises in the absence of the continuum contribution. In contrast, the
bound state nuclear contribution is unaffected by the modification of the empty-cavity response.
Therefore, the Lamb shift Arg and the superradiant line width I" are still centered around the
true cavity eigenmode resonance at the angle 6.

Consequently, if 6y deviates from 6,,;,, the corresponding spectra are shifted, as observed for
cavity 1 in Fig. for which our extended theory predicts a difference of ~ 5 urad between
0o and 0p,i,. In contrast, cavity 2 made out of a different material has a negligible dispersion
phase, such that Rc ~ R, and only an insignificant angular shift arises. Theory curves taking
into account a potential dispersion phase are shown in Fig. [£.3] as solid blue lines and match the
experimental results very well.

The deviation of O, from 0y also explains why a recent experiment observed a non-zero
collective Lamb shift at resonance [52], even though theoretically a vanishing Lamb shift is
predicted by our initial theory developed in Chap. [3] The experiment measured at 6in, which
did not coincide with the angle 6, for resonant excitation of the cavity mode, for which the
vanishing shift would be theoretically predicted.

4.1.4 Concluding remarks

Summarizing the previous sections, we have demonstrated both theoretically and experimentally,
that the x-ray reflection spectra of thin-film cavities with embedded resonant nuclei exhibit
Fano interference. We exploited the full agreement between theory and experiment to access
spectroscopic signatures such as line broadenings or shifts. In this process, we could unravel the
origin of the Lamb shift on resonance. Hence, the setup might also provides an avenue towards
precision metrology at neV energy and A distance scales.

Furthermore, we found that our cavity represents a versatile and robust x-ray interferometer,
with external phase control. This phase control concept provides access to a large application
potential of Fano processes in the x-ray region [169] [I70]. In the next section we will exploit
the interferometric nature of the cavity and show that even phase sensitive measurements of the
nuclear resonances can be performed.

4.2 Interferometric phase detection
The full characterization of the light—matter interaction depends both on the intensity and the

phase of the light. Detectors in the x-ray domain, however, are only sensitive to the inten-
sity [I83]. This lack of the phase knowledge is an omnipresent problem for many applications
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in the x-ray domain, such as in crystallography [21} [I84HI86] or lensless imaging [24]. Here, we
demonstrate phase-sensitive measurements on a quantum system in the x-ray regime.

As we have seen in the previous section, the Fano profiles in the thin-film cavity can be under-
stood from the theoretical expression which contains two different amplitudes for the reflected
light. The first channel is the reflection from the empty cavity, the second contribution is due
to the resonant °“Fe nuclei in the cavity. The setting with these two paths can therefore be
interpreted in terms of an interferometer with two arms. The technique of interferometry is an
important method with applications across all the natural sciences [I87]. In our case, one arm
contains the resonant nuclei, which, in the absence of a magnetic field, act as a collective two-
level system as shown in Sec. [3:3] This realizes an archetype nuclear two-level quantum system
(TLS). Via the second interferometer path, the empty-cavity reflection, the phase of the TLS
can be determined as we will show in the following.

Regarding the interferometric nature of the cavities, the recorded spectra correspond to the
signal at one of the output ports of the interferometer. As the non-TLS arm is tuned, the relative
phase between the two channels is changed. This enables us to determine the amplitude and
the phase of the optical response of the TLS. In order to apply this ansatz, the non-TLS path
needs to be controllable by means of an external parameter, while at the same time the TLS-arm
should be unaffected by it. In our cavity, it is possible to use the incidence angle 6 to control
both the amplitude and the phase of the non-TLS path as we have seen in the discussion of the
Fano line shapes above. However, also the nuclear response is modified upon a change of 8, since
the Lamb shift and the superradiant broadening depend on the incident angle (c.f. Fig. .
Hence, phase determination from the raw experimental data is not possible, rather, we first need
to rescale the measured spectra to the dimensionless energy e = (A—Ars)/(I'/2). Then, without
any approximations, the reflection coefficient can be written as

1 1

R x -+ - .
g—1t €+

(4.26)

Here, the first summand corresponds to the non-TLS arm and depends on the incidence angle 6.
The second part describes the TLS arm of the interferometer, which now only depends on the
rescaled energy €. In this formulation, it is now possible to determine the amplitude and phase
of the TLS by appropriately tuning the non-TLS arm of the interferometer, i.e. the empty-cavity
response.

In order to implement this phase retrieval with our experimental data, the measured spectra
need to be rescaled to the dimensionless energy e. To this end, we use the generic Fano fits
obtained in the previous section. For the further analysis we make no assumptions that the
spectra are Fano profiles, as it would obviously spoil an unbiased determination of the phase.
Instead, we employed a general ansatz for the reflectance

: , 2

|R(AG, €)|? ~ |rc(A0)e A L py(e)eon O] (4.27)

where r¢ and 7y are real functions. Furthermore, we assume that ry (e — £00) = 0 vanishes at
large detunings, which holds for any off-resonantly driven resonance. From this, we define

[R(AG, ) — |R(0, )| — |R(AB, £00) 2
2|R(0, €)||R(AH, £00)]
=cos (¢ + on). (4.28)

(A, e) =

Having £ at hand for several values of Af and for a fixed energy ¢, the nuclear phase ¢ (¢)
can now be determined. To this end, the relation between Af and the cavity phase ¢(Af) =
arg (q(Af) — i), which is known from the quantum optical description, is employed. Inserting
the relation in Eq. , the nuclear phase is obtained by fitting the cosine to the measured &
for all available Af values. Repeating this procedure for multiple e yields the function ¢y (€).
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Figure 4.6: Reconstructed nuclear phase (red) as a function of the scaled energy e of the TLS formed by
the resonant nuclei in the two cavities. The shaded areas denote the error ranges of the retrieved TLS
phases. In the top panels the dispersion phase was not taken into account, in the lower panels it was
included to the phase model for the cavity. The theoretically expected phase of the Lorentzian typical
for a TLS is shown in blue. The insets show reconstructed phases where a model function for the nuclear
amplitude was used (see main text).

To evaluate £(A6,¢) from the experimental data without making assumptions about to the
line shape to be reconstructed, we fitted a general rational function R,.; = (ag+aie+ase?)/(bo+
bie + b2€2) to the data, normalized it to 0 < R, < 1, and evaluated it at the according values
for A and e. Since the angle Af = 0 was not measured for the second cavity, we obtained
|R(0,€)| from the mean of the results for A = +1 prad. To take into account the errors of the
determined (A0, €), 1000 fits with data values sampled from the individual error ranges of the
variables in R,,; and of Af were performed for each given e. Each of the fits results in a value
¢§f,) + Agbg\l,) for the nuclear phase. We weighted each (;55\1]) with (Aq’)%))_Q and for the subsequent
work the mean and standard error of this set were used.

Clearly, the phase retrieval depends on the model employed for the empty-cavity response,
i.e. the non-TLS arm of the interferometer which is used to scan the TLS. As we have seen
before, the Fano line shape results indicate the presence of a dispersion phase in the cavity
path. Hence, the model function of the non-TLS arm and also the nuclear phase, which is to be
reconstructed, depends on the choice if we include this dispersion phase or not.

In the top panels of Fig. [f.6] the nuclear phases retrieved without including the dispersion
phase are shown for both cavities. Clearly, their shape is similar to the expected Lorentzian
phase profile arg ((e +4)~!) typical for a TLS. However, a constant offset in the phase for cavity
1 is observed. The reason for this is that cavity 1 exhibits a large dispersion phase in the
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non-TLS path and the Fano ¢ parameter is modified to ¢’ given in Eq. (4.24). Including the
dispersion phases to the model function by using the relation ¢ = arg(¢'(Af) — i), a much
better agreement with the theoretical prediction of a Lorentz profile is found, as shown in the
lower panels of Fig. [f.6] The phase of the TLS in cavity 2 is largely unaffected by this, since
its dispersion phase is insignificant. However, for both cavities we observe deviations form the
expected Lorentzian shape for large values of e. We found that the discrepancy is mainly caused
by a numerical artifact. For large €, the reflectance |R(0, €)| becomes very small. As this value
appears in the denominator of Eq. , already a small absolute error in the reflectance can
result in a large error in £&. Consequently, the TLS phase obtained from these £ deviates from the
expected result. This is exemplified in the following. Replacing the critical reflectance |R(0, €)]
in the denominator of Eq. with the theoretically expected value (1 + 62)_1/ 2. the phase
reconstruction scheme is repeated and the results are shown in the insets of Fig. It can
be seen that this procedure, in combination with including the dispersion phase, yields perfect
agreement with the expected TLS phase. Additionally, the error bars are significantly reduced.
This highlights that the small value in the denominator is indeed the main cause for the observed
discrepancy.

We emphasize that the method demonstrated here does not depend on the Lorentzian line
profile, but can be used to reconstruct the phase of arbitrary nuclear line shapes. For example, it
can be employed for advanced x-ray quantum optical level schemes involving multiple magnetic
hyperfine states with selectively coupled resonances [50, 56]. To do so, as demonstrated above,
the measured spectra have to be normalized to the dimensionless energy €. This can be achieved
by first characterizing the cavity by measuring the Fano line shapes with the known relations
for the cooperative Lamb shift and the superradiant enhancement. Once the cavity properties,
in particular the relation between the incidence angle # and the cavity phase ¢, are known, a
magnetic splitting could be induced and the phase of the potentially non-trivial nuclear response
could be reconstructed employing the same ansatz as used above.

4.2.1 State tomography at x-ray energies

To fully exploit quantum effects, an essential requirement is the capability to determine the
quantum state of a given system. The techniques of phase-sensitive measurements are a pre-
requisite for the development of quantum state tomography, i.e. the reconstruction of quantum
states [I88] [I89]. This quantum state tomography has been successfully demonstrated at optical
frequencies [190], but remains an open challenge in the x-ray regime.

In our setup the quantum state of interest is the TLS formed by the collective behavior of
he ®7Fe nuclei in the cavity. Further, the incident x-ray pulse has a duration in the 10-100 ps
range, whereas the natural life time of the single nuclei is 141 ns. Hence, the preparation of
the TLS state in the low-excitation regime is near-instantaneous and the measurement of the
subsequently emitted light, which we can use for its characterization, is independent.

A full state tomography would comprise a measurement of the TLS density matrix [I89]. Due
to the time gating used in the present experiment, the absolute values of the density matrix
elements are not directly accessible from our data. However, we can characterize the vital prop-
erties of the off-diagonal density matrix elements. The x-ray photons are coherently scattered,
preserving their energy. Selecting all detection events of a particular photon energy e therefore
provides access to a large number of identically prepared TLS states. Repeated measurements
on the light emitted by identically prepared TLS states then enables us to determine the char-
acteristics of the off-diagonal density matrix element p., = (e|p|g), where |g) [|e)] denotes the
ground [excited] state of the TLS. Up to an unknown scaling factor, it can be decomposed into

Peg(D) ~ 0eg(A) - /P08, (4.29)

where o.4(A) contains the spectral form and ¢, is the phase of the density matrix element.
The spectral shape is trivially obtained from the pure nuclear spectrum shown in Figs. a)
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and (b) In addition, our phase-sensitive measurements provides a handle to determine the
desired phase of the off-diagonal density matrix elements, since p4 is directly proportional to
the light amplitude emitted by the TLS. This can already be seen by noting that the nuclear
contribution to the reflected field amplitude Ry o ry exp (i¢y) is directly proportional to the
off-diagonal density matrix element pe4, see Chap. @ In a more general way, this relation is also
obtained by considering the radiation emitted from a dipole transition as [148§]

—eikr=wt) (o d) x - S_ | (4.30)

where d is the TLS dipole moment assumed parallel to the polarization, and S_ the transition
operator from the upper to the lower state. Since (S_) = peg, the measured nuclear phase ¢n
can be identified with the phase ¢, of the off-diagonal density matrix elements.

The phase-sensitive interferometric measurement of the optical response of a TLS demon-
strated here opens a number of promising research directions. Combinations of the techniques
developed here with measurements of the magnitude of the density matrix elements, either via
detecting light intensity or conversion electrons [I91], could lead to the development of complete
quantum state tomography at x-ray energies.
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Chapter 5

Vacuum Induced Coherences In ®’Fe

In the previous chapters we have discussed properties and effects of the thin-film cavity with
an embedded 5"Fe layer. However, so far a possible magnetization in the layer of resonant
nuclei and its influence on the reflection spectrum was not considered. Since a magnetic field
induces a hyperfine splitting of the nuclear resonances, different transitions can be driven in
principle and the interpretation of the system clearly goes beyond the physics of two-level systems.
At the same time, a magnetization in the layer will define a quantization axis, such that the
polarization invariance is broken. Thus, the polarization of the incident radiation and at the
detector have to be treated explicitly in the theoretical descriptions. These new aspects offer a
great potential, since the systems under investigation posses additional degrees of freedom, which
can be controlled externally. Hence, it can be expected that flexible schemes can be engineered,
and additionally new physical phenomena will be observed if a magnetic control of the setup is
exploited.

On the theory side, the layerformalism we introduced in Sec. [2:2.2]is capable of covering the
magnetization and polarization dependence [77] and hence the software package coNuss [79, [80]
can again serve as a benchmark for other theories. In this chapter we will show that even compact
analytical expressions for the cavity reflectance can often be found employing the layerformalism.
But as emphasized before, a quantum description is highly desirable in order to understand the
microscopic effects in the cavity and to provide a proper interpretation. The quantum optical
description we developed in Chap. [3] has been designed to also allow for magnetic hyperfine
splittings and covers the full polarization dependency. Therefore, it is well suited to be applied
in this advanced scenario as well.

As a main result we will see that, surprisingly, the vacuum itself spontaneously induces co-
herences in the *"Fe nuclei [T40] 147, [148|, which manifests itself in characteristic spectral line
shapes. Finally, we will present experimental results for the spectra, which were obtained in col-
laboration with the group of Ralf Rohlsberger, Hans-Christian Wille (both at DESY, Hamburg),
the Institute for Optics and Quantum Electronics in Jena and the Helmholtz Institute Jena.

5.1 Geometrical settings

As mentioned in the introduction, the focus of this chapter is a cavity in which the magnetic
hyperfine splitting of the nuclei is explicitly considered. An iron layer in the cavity will spon-
taneously build up ferromagnetic order, if its thickness exceeds a few nanometers. In turn, the
internal magnetization can be aligned already by applying relatively weak external magnetic field.
The internal field strength in a-iron is typically around 33 T [51], which results in a Zeeman
splitting of the ground and excited states of the nuclear transition as illustrated in Fig. [3:2]

In addition to the magnetically induced splitting of the nuclear resonances, the polarization
of the incoming x-ray beam as well as of the detected radiation plays a crucial role. The rela-
tive orientation of the incident polarization with respect to the quantization axis in the cavity
determines which transitions in the Zeeman-splitted ®"Fe nuclei are driven. Also, the relative
strength of the different excitations channels can be controlled this way. The same holds for the
reflected radiation. Since each transition in the nucleus emits radiation only along its polariza-
tion axis, a suitable choice of the detector’s polarization orientation allows to selectively read out
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B

hf

Figure 5.1: The setup discussed in this chapter is sketched. The thin-film cavity with the embedded
5TFe nuclei marked in red is subjected to a magnetic field, such that different transitions in the nuclei
can be driven. In addition, the polarization dependence is taken into account. Experimentally, it can be
controlled, e.g., with a polarimeter as shown in blue color above.

different combinations of the transitions. Experimentally, dedicated x-ray polarization optics as
illustrated in Fig. [5.1] can be employed to exploit this degree of control. The polarization plane
of the incident and the detected x-rays can be defined by linear x-ray polarizer crystals before
and behind the sample [T92HT194].

In this chapter we will consider different geometrical configurations of the magnetization direc-
tion and polarization choices. The orientations are defined with respect to the beam propagation
axis k, the layer surface normal 7 and o = (k x m). The vectors w and o correspond to the
directions @; and a- defined Fig. and used in the derivation of the quantum optical descrip-
tion in Chap. [3| However, for consistency with the notation of the layerformalism [77], we will
use the axes 7 and o in the following. Denoting the polarization of the incident [outgoing] x-ray
beam by @i, [Gout] and the magnetization, and thus quantization axis by Bhf, we consider the
following configurations:

™ geometry: @i, || Gout || 7, But || o
In this simple geometry, the magnetic component of the incident light is parallel to the
magnetization axis of the nuclei. Therefore, only linearly polarized Am = 0 transitions are
driven.

o geometry: Giy, || Gout, | Bur || o
Here, the magnetic component is perpendicular to the quantization axis and hence only
circular polarized ¢* transitions are driven.

Faraday geometry: i, || o, Gout || 7, By I k
In this configuration, the polarizer and analyzer setting suppresses any background signal,
consisting of photons whose polarization has not been rotated upon an interaction with
the nuclei in the cavity. Since the magnetization is perpendicular to the magnetic field
component of the incident pulse, again only AM = +1 transitions are driven. However,
due to the different polarization choice compared to the o geometry, a differing optical
response is expected.

Half-Faraday geometry: @i, || o, Gous || 7, By | o+ k
Also here, only photons resonantly scattered at the ®"Fe layer will arrive at the detector.
All six transitions in the ®"Fe nucleus will be driven by the x-ray beam.

45°-Voigt geometry: @y, | ™+ 0, Gouw | ™ — o, Bt || o
The properties of this configuration are similar to those of the Half-Faraday geometry. Due
to different polarizations of the incident and outgoing beam, the interaction in the cavity
and the observed spectra are expected to be different.
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Figure 5.2: Spectra of the cavity with a magnetized °"Fe layer calculated with CONUSS are shown for the
different geometrical configurations introduced in the main text.

Note that in a realistic experimental situation, the magnetic field can only be aligned in the (o, I?:)
plane of the layer as the layer thickness along 7r is too small for an unspoiled spin alignment.
However, nearly arbitrary choices for the magnetization direction can be mimicked by rotating
the polarizer and analyzer instead.

In order to get a first impression on the spectra of the configurations defined above, we perform
numerical simulations with the software package CONUSsS for the layer system defined in Tab.
The computations are performed at § = 3.35 mrad, where the first guided mode of the cavity is
excited. The results are shown in Fig.[5.2] Clearly, the spectra go beyond the Lorentzian response
of a two-level system and indicate, that multiple transitions in the ®”Fe nuclei contribute to the
observed reflectance.

A prominent feature of the spectra in Fig. [5.2] are repeatedly occurring maxima and minima,
found in all spectra. At some of the minima, the reflected signal even drops to the baseline. This
observation is an explicit sign of interference effects, which occur between the involved transitions
in the cavity. However, at this point it is unclear which kind of physical phenomenon gives rise
to those interferences and how the presence of the deep minima can be interpreted. Answering
this question is the central subject of this chapter.

5.2 Semi-classical derivation of the reflectance
We have seen above that the reflectance spectra in the presence of a magnetic splitting of the
5TFe nuclei can become rather complex. Accordingly, also the theoretical treatment of these cases

is slightly more involved. In this section, we will derive expressions for the reflection coefficient
using the layerformalism (see Sec. [2.2.2), which is also the basis for coNnuss. To this end, the

Table 5.1: Toy level system used to analyze the influence of magnetization.

Material =~ Thickness [nm]

Pt 2.5
C 6
57Fe 2
C 6
Pt 00
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perturbative ansatz of Refs. [52] [56], where the reflection coefficient was calculated in the absence
of a magnetization, is generalized here.

We start by recapitulating the basic elements of this analytic approach, which was introduced
in Sec. The field amplitudes of the transmitted and reflected light at depth z of the layer
system are combined in the two-dimensional vector ff(z) Products of so-called layer matrices L
connect the field amplitudes at different positions. Each layer contributes to this product with
its layer matrix L;, which depends on its material composition. In particular, for the resonant
layer, the matrix can be written as Lg.(z) = exp (iFgez), where F'g, is the propagation matrix
and contains the nuclear scattering amplitude fy. The reflection coeflicient is obtained from the
ratio of the reflected and incident field amplitude at the surface of the cavity.

Let us briefly sketch how the polarization and magnetization can be included in this treatment.
Since any polarization can be written as a linear combination of components along the two axes
7 and o perpendicular to the beam propagation direction IA€, the field amplitude vector ff(z) can
simply be extended to four components. Then, it contains the field amplitudes for the transmitted
and reflected light for two polarization directions each. Consequently, the layer- and propagation
matrices are to be extended to the size 4 x 4. Instead of a scattering amplitude fn, we use a
2 x 2 scattering matrix f to properly take the polarization dependence into account. The form
of the scattering matrix is determined by the magnetization of the ®"Fe layer. Generally, the
propagation and layer matrices couple all individual amplitudes in A with each other, such that
a straightforward computation as performed in Sec. [2.2:2)is not possible. However, in the special
case in which f, can be diagonalized, so-called eigenpolarizations can be defined. In a physical
picture, their property is that they do not mix with the respective second eigenpolarization upon
scattering in the cavity. For the case of eigenpolarizations, the situation reduces to the case
without magnetization in the analysis: The reflection coefficient of each eigenpolarization can
be calculated separately and by projecting the incident light polarization, as well as the detector
axis onto the eigenpolarizations, the coefficients for the respective reflectivities are found.

5.2.1 Decomposition into two eigenpolarizations

Next, the fact that the diagonalized scattering matrix f, allows for the calculation of amplitudes
for two independent eigenpolarizations, will be discussed in more detail. For the field amplitude
vector we write A = (Aig, Ayn, Ao, A_2)T, where Ay denotes the transmitted and reflected
field amplitudes in the canonical polarization basis (o, 7). Let us assume that the scattering
matrix f can indeed be diagonalized and write for the scattering matrix in the canonical basis

fy=UFfNU", (5.1)
with the diagonal scattering matrix
3 an 0
= . 5.2
o= (M (5:2)

The unitary matrix U transforms between the canonical polarization basis and the eigenpolariza-
tions (n,¢), in which the scattering matrix is diagonal. Including polarization, the propagation
matrix F'g, from Eq. (2.18]) becomes

([ f fv) (U © f f ut o
(G )=o) BT @) e
and for the layer matrix we find

Lio(2) = exp (i Fre 2) = (I({ 3) Lre(2) <%T I})T) , (5.4)
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with
_ 5 1+ ianZ 0 ianZ 0
Lrolz) = exp (Z (.fN fN) Z> | —ifanz 0 1 —ifnnz 0
0 —ifNCZ 0 1— ifNCz
(5.5)
Finally, let us now transform the field amplitude vector A into the diagonal basis via
2 ut 0 »
A= (A+777A+C7A*717A*C)T = ( 0 UT) A (56)

We find that in the new basis the field amplitudes at different positions are related by (see

Eq. (2.13))
A(2) = Ere(2)A(0) . (5.7)

From the form of the matrix Ly, in Eq. (5.5), we immediately notice that only the transmitted
and reflected field amplitudes of the same eigenpolarization are mutually coupled. Hence, the
equation for a single eigenpolarization p = 1, can be written in the reduced form

<A+p(z)> _ (1 +ifNpz ifNpZ ) <A+p(0))
A_p(z))  \ —ifnpz  1—ifnpz) \A_,(0)

_ | fno fnp Ay p(0)

—en (G, Tin)e) (70 %)
This is exactly the same form as we found in the discussion without polarization dependence in
Sec. 2:2.2] Therefore, the solution of the reflection coefficient for a single eigenpolarization can
be reused in this analysis. In particular, in the case where the electronic reflection vanishes since
the cavity is driven at a guided mode, the reflection coefficient is given in Eq. . In this
expression, fy has now to be replaced with the eigenvalues fn, of the scattering matrix. Thus,
the remaining task is the diagonalization of the nuclear scattering matrix and the according
projection of the driving and detector polarization onto the axes of the eigenpolarizations.

Above, we neglected terms stemming from the electronic contribution of non-resonant layers

for clarity. Their scattering matrices are always diagonal and have identical eigenvalues, though,
and do not rotate the polarization of the x-rays. Therefore their responses to the light field seen at
different polarization directions is always identical. Naturally, also no polarization mixing occurs

in the basis of the eigenpolarizations. Hence, the layer matrices with the electronic contributions
can simply be multiplied to Eq. (5.8)) at the according positions.

5.2.2 The nuclear scattering matrix

The nuclear scattering in the canonical polarization basis is characterized by the scattering
matrix f,. As we have seen above, the reflection coefficient can be expressed analytically if it
can be diagonalized. Here we consider the pure nuclear contribution to the scattering matrix
and neglect the non-resonant electronic part. Following Ref. [77], it can then be written as

NO'O' NO'7T
svo(Nro ) (59)
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where N, denotes the scattering from channel £ into channel p. The coefficients read (see
Eq. (4.15) in Ref. [77])

Neoo = Fi1 + F_1 + (7 B)*(2Fy — Fyy — F_))

Ngn = —i(k-B)(Fy1 —F_1) = (o - B)(w- B)(2Fy — Fyy — F_,)

Npg =i(k-B)(Fi 1 —F_1) — (0 B)(x- B)(2F, — F1 — F_1)

Npn=Fy 1+ F 1+ (0-B)?(2Fy— Fy1 — F_)). (5.10)

From the matrix above, it can be seen that for general choices of the magnetization axis B a
strong polarization mixing occurs. The scattering functions F; contain the scattering amplitudes
of the corresponding Am = M transitions, e.g. F_; describes the scattering of the x-rays at o~
transitions in the nucleus. Following Eq. (4.78) in Ref. [77], they consist of the sum over the
two ground states g in the °“Fe resonance, i.e. the sum over the two transitions with Am = M.
The resonance frequencies of the transitions are defined with respect to the transition energy at
vanishing magnetization wg. Their energy shifts were already given in Tab. In the same
notation we can write for the scattering functions (me. = mgy + M)

2
lamg; 1aM‘%ame>

(3
F
M zg: A — (mebe +mydy) +iv/2°

(5.11)

where (3, mg; 1, M|2,m.) denotes the Clebsch-Gordan coefficient of the respective transition. In
particular, neglecting the global scaling factor, they read
1/3 1
Fq,= + ,
YAyl L, -t T A —1s, - 36,
oo 2/3 2/3
T Atil+ i+t T A+iz-15, - L5
1 1/3
Fyy / (5.12)

= 5 + .
. T 3 . T T

Atig+30+350  Atizg— 3505+ 30
From Egs. (5.10) and (5.12)), we can immediately see that for vanishing magnetization, i.e. where
no Zeeman splitting occurs and 6. = d, = 0, all scattering functions Fiq, Fy coincide and
therefore the scattering matrix in Eq. (5.9)) is diagonal with identical eigenvalues. Hence, the
polarization-insensitivity of the scenario without a magnetic splitting is recovered.

Let us now calculate the eigenvalues fy, and fy¢ of the scattering matrix f for the cases
B 1 k and B || k. This corresponds to most geometries we defined in Sec. We find
fagF o Foy+ Fyy
/ JI\?é * o 2R,

Ok o 2Py

B|k

fedf oc2Fy, . (5.13)

The proper normalized eigenvectors are denoted by f ~Nn and f n¢- These are required in the
following, since the projection of the incident and outgoing polarization onto the eigenpolarization
axes also plays a crucial role for the full reflectance.

With the knowledge of the scattering matrix eigenvalues and the reflection coefficient for a
single eigenpolarization (see Eq. ), it is now possible to construct the total response as

R = Rgigenpol (fnn) <&Zut'fN7l> (fj\’"'ain>

+ REigenpol (fN¢) (azut'fN() (f*Ng'ain) ; (5.14)
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with

idp?

senpe 7 — idpg

Note that, in contrast to Sec. the coefficients p and ¢ are now rescaled parameters to
compensate for the factors of proportionality in the nuclear scattering amplitude. Moreover,
these constants are independent of the chosen eigenvalue and depend only on the cavity geometry.
Finally, we consider the case where the incident or the detected beam are not fully polar-
ized. For example, this is of interest if no analyzer is used in the optical path, but all photons
independent on their polarization arrive at the detector. We construct the reflection tensor

R= REigcnpol (fN‘r]) (an.fAjVn) (516)

+ REigenpol (fNC) (fNCf;() ) (517)

where the vector products denote outer products. In the case of a linear polarized beam and a
polarization sensitive detector we can calculate the reflection as the scalar quantity

R=a)

out

‘R ai, (5.18)

in agreement with Eq. (5.14). For a general incoming and outgoing polarization the reflection
can be calculated with Eq. (4.73) in Ref. [T7] as

R =Tt (pow RPWR') - (5.19)

Here p;,, and p,; denote the density matrix of the initial and final polarization state, respectively.

5.2.3 Analytical solutions for the reflection coefficients

We are now able to compute the reflection coefficients for the geometries defined in Sec. [5.1]
Using the decomposition into eigenpolarizations, we find

RTr = REigenpol(QFO) )
R, = REigenpol(Ffl + FJrl) )
RFaraday - %REigenpol(zFJrl) - %REigenpol(2Ffl) )

RVoigt = %REigenpol(QFO) - %REigenpol(F—l + F+1) . (520)

Since for the Half-Faraday geometry the scattering matrix does not decompose into two eigen-
polarizations, its reflection coefficient cannot be written in this simple form with the methods
presented here, but only computed numerically.

The expressions for the reflectance we derived in Eq. are shown in Fig. All curves
have been created with the same set of parameters and agree to the predictions calculated by
CONUSS very well, indicating the consistency of our derivation above. Since in the Faraday and the
45°-Voigt geometry the incident polarization is chosen perpendicular to the detected polarization,
all electronic scattering signal is suppressed. Only the nuclear scattering signal arrives at the
detector. In the other two geometrical settings shown in Fig. [5.3] though, the electronic signal
is only minimized since the cavity is operated in the first guided mode minimum. Any residual
electronic effect contributes to the reflection coefficient beyond the one given in Eq. .
Allowing for a complex offset for the reflectivity, this can be compensated.
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Figure 5.3: Spectra of the cavity with a magnetized °"Fe layer calculated from Eq. (solid lines)
and simulations by cONUss (dashed lines) are shown for different geometrical configurations. For all
curves the parameters dpg = (—7.8 +i2.7)y and |dp?| = 7.7y were used. Additionally, for the m and the
o geometry, an offset » = 0.006 4 ¢0.065 in the reflection coefficient accounts for the residual response
of the electronic scattering, which is blocked by polarization filtering in the geometries depicted in the
right panel.

5.3 Quantum optical approach

Even though we found analytical expressions for most of the geometrical configurations defined
in Sec. 5.1} it is yet unclear which is the underlying mechanism that causes the sharp minima
observed in the reflection spectra. This question will be resolved in the next sections. In contrast
to the previous analysis which was based on the semi-classical layerformalism, we will apply our
quantum optical model to the scenario with a magnetized 5“Fe layer, in which then multiple
Zeeman-splitted transitions can be driven. It will be shown that the occurrence of the interference
minima are caused by vacuum induced coherences. But before we turn to this effect in detail,
we first apply the quantum description to our setting.

5.3.1 Quantum model for a magnetized %'Fe layer

In this section we include the magnetic hyperfine splitting to the quantum optical model devel-
oped in Chap. [3| There, we formulated the equations of motion for the general case including a
possible magnetization. However, so far, only for Bys = 0 explicit expressions for the reflection
coefficient were calculated. Since in the absence of a Zeeman splitting only one ground and one
excited state has to be taken into account, for these calculation essentially only the solution of a
two-level system was required. Here, the degeneracy of the ground and excited states in the >"Fe
nucleus is lifted and thus multiple resonances in the spectrum of the reflectance are expected.
Since the magnetization tags one direction in space, the rotational invariance observed in the
results for the unmagnetized layer will break down. In Secs. [3:2.1] and [3:2.2] we found that an
analytic treatment is still feasible in the linear regime as only one collective ground state |G) is
coupled to up to six collective excited states |E£L+)), each one resembling one transition p. Ac-

cording to Eq. , the steady state values of the coherences (E,(f) |p|G) need to be calculated
to obtain the reflection coefficient, which corresponds to the task of solving a linear system of
equations with up to six unknown variables.

If the six collective transitions were independent of each other, the nuclear part of the reflection
coefficient would be the sum of the respective Lorentz curves. However, this is not the case here
as the transitions are mutually coupled via the Hamiltonian Hyg and via the Lindblad operator
Lecav|p] in Egs. and . These couplings depend on the orientation of By Moreover,
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Figure 5.4: Engineering of nuclear level schemes. Depending on the choice of the input polarization and
the nuclear magnetization axes, different level schemes are obtained. The configurations (a) m geometry,
(b) o geometry, (c) 45°-Voigt geometry and (d) Half-Faraday geometry are shown. The obtained level
scheme are shown on the left, and the right column shows the corresponding reflectance. The excited
states |E‘(L+)) are mutually coupled due to Hrs and Lcav (red curly arrows) and coherently probed by
Hgq (blue). Spontaneous decay channels and Lamb shifts are not shown in the level diagram for clarity.
The vertical lines in the reflectance plots indicate the resonance frequencies of the six transitions. Other

parameters are as in Fig.

the incidence and detection polarizations a;, and @qy, influence the obtained spectra in a non-
trivial way. Therefore, we expect significant deviations in the spectra from a naive sum of
Lorentzians and a strong dependence on the relative orientation of the axes .Bhf, aip and oyt

Effective level schemes for different choices of the polarization and magnetization alignment
are shown in Fig. The number of excited states and, equally important, their respective
couplings induced by the cavity modes are modified considerably. This indicates that a vast
range of different quantum optical level schemes can be engineered in a single sample, only
by suitably choosing the different polarization and magnetization axes. Accordingly, also the
reflectances differ from each other as can be seen in the right panel of Fig. Comparing the
spectra with those calculated numerically with coNUSs in Fig. [5.2] or with the layerformalism in
Fig. the agreement is excellent.

This is a first indication that our quantum optical model is applicable also in the case of
magnetized °“Fe layers. But the consistency between the models goes beyond the similarities
observed in the figures above. We calculate the analytical expressions for the reflection coefficient
using the equations of motion for the coherences defined in Egs. f for the different
geometrical settings. Note that in our notation introduced in Chap. [3] the equations are given
for the coupling of the electrical polarization vectors @i, and Gyt to the electric components of
the transition axes #° and 6=. Since *"Fe features a M1 transition, the quantization axis #°
is therefore not identical to the magnetization direction By, but rotated by 90° in the (m, o)
plane.

Solving for the steady state coherences (Eﬁ+)|p|G>, we find for the reflection coefficients

(c.f. Eq. (3.52))

Rﬂ' = RC + RT(2FO) 5
RO’ - RC + RT(F_l —+ F+1) ,
RFaraday = %RT(2F+1) - %RT(QFfl) R
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Rvoigt = 5 Rr(2Fy) — 3Rr(F_1 + F41) (5.21)
with
QI{R

Ro=—-—-1 5.22
C K+ ZAC ) ( )

KRR ‘g|2N 1
Rp(T) = 3 N (5.23)

2i (k +iAc) L 4(gllcﬂ_ﬁ)

and Fy, Fiyq as in Eq. . Comparing these results with the reflection coefficient in Eq.
which we obtained previously with the layerformalism, we find perfect agreement even on the an-
alytical level. The quantum optical approach naturally includes the electronic scattering response
R¢ for the m and o geometry, which in case of the layerformalism had to be added manually in
the curves shown in Fig. For the nuclear response, a direct mapping of the functions Rr(T)
and Rgigenpol (1)) in Eq. (5.15)) can be found for the two respective results by identifying

olVNyZrm
VAP o)

Vg ~ z|g\\/ﬁ.
2\/2/%1{

In particular, from these relations it can be seen that the atom number scaling of both theories
is in accordance as d o< N.

Our analysis reveals that the two methods yield identical results for the reflectance in the
linear regime even on the analytical level, despite their completely independent approaches. It
is instructive to compare the central elements in the two descriptions. In the layerformalism,
the scattering amplitudes for two transitions coupling to linearly and four transitions coupling
to circularly polarized light enter. Also within the quantum optical framework, we naturally
obtain these six transitions. This analogy is expected, since both the approaches are linear in
the probing field. Another analogy exists in the couplings between the different transitions. As in
the quantum optical description they are mediated via the tensor 1, (c.f. Egs. and ),
it is easy to see that for (anti-) parallel or orthogonal orientation of Bys with respect to 12:, the
excited states split into distinct subsets which are not mutually coupled. This is visualized in
the effective level diagrams shown in Fig. [5.4] where in particular the scheme of the 45°-Voigt
geometry consists of two groups of excited states. This corresponds to the situation in which the
scattering matrix in the layerformalism decomposes as it can be written as a combination of two
eigenpolarizations (see Sec. .

Interestingly, the quantum optical calculation presented here does not rely on this decom-
position into subsets of excited states. Even for the most general case a linear system of six
coupled equation has to be solved, still allowing for analytic expressions for the reflectance. This
includes the setting of the Half-Faraday geometry, where, using the layerformalism, it was not
possible to find an expression with the ansatz employed in this work. In contrast, the quantum
optical approach enables analytic calculations for general choices of the axes and agrees with the
previous numerical results. Note, however, that the obtained analytical results are too bulky to
be presented here.

(5.24)

Detailed discussion of the £ geometry

In the section above we found analytic solutions of our quantum optical model for different
geometrical settings. Here, we will theoretically discuss an exemplary case in more detail with
the aim to understand the origin of the spectral features in more detail. To this end, we consider
the m geometry shown in Fig. (a), where @iy || Gout || 7, Bus || o. Here, only the linearly
polarized transitions (u = 2,5, c.f. Tab. are driven. For simplicity we set Ny = Ny = N/2
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Figure 5.5: The effective level system obtained if the linearly polarized transitions are driven by the
probing field in the presence of a magnetic splitting. Collective Lamb shifts are not considered in
the figure for clarity. (a) The collective ground state |G) is coherently coupled to the two possible
excited states (solid blue arrows). Both states decay superradiantly (singly-headed red curly arrows)
and are coupled via cross-decay terms (double-headed curly arrow). (b) After a basis transition, only
the symmetric state |+) is probed by the incident field. It is coupled to the antisymmetric state |—),
which is metastable on the superradiantly accelerated decay time scale of |+) since it decays only at the
single-nucleus incoherent decay rate.

for the distribution of the nuclear ground states in the following. Similar to the analysis without
magnetization discussed in Sec. [3.3] we introduce the states

= o (1E8) +157) (5.25)
== 75 (IEE) - 126)) (5.26)

The full Hamiltonian written in this basis is found from our general theory as
H == A+ (] + =)D + 50+ 0) () (=] + =) (+])

+( @W@HM@+H@>+@wmm%ﬂw. (5.27)

This form reveals that only the fully symmetric state |+) of all allowed singly excited states
is driven by the applied probe field. But in contrast to the case without magnetic field, the
symmetric state |+) is coupled to a different state |—) in the presence of the magnetic field
splitting, such that now a system of two linear equations needs to be solved. For the full treatment
one has to consider the decay of the two involved excited states in addition. It turns out that the
density matrix element (+|p|G) decays exponentially due to spontaneous emission and enhanced
by superradiance with rate 3y 4+ 2N(gs|g|?, while (—|p|G) decays only with rate /2. Since the
superradiant decay is much faster than intrinsic spontaneous emission, |—) is metastable on the
evolution timescale of |+). The origin of the suppression of the decay lies in the special form of
the incoherent dynamics in Eq. . Due to the presence of the cross-decay terms (the parts
with u # v), not the bare excited states |E§+)> and |Eé+)>, but the (anti-)symmetrized states
|[+) and |—) are the radiative eigenstates with respect to the total decay. Hence, the cross-decay
terms naturally induce a coherence between the excited states which is known as spontaneously
generated coherence (SGC). These SGC will be discussed in detail in the next section.

The full level scheme for this particular orientation of polarizations and magnetization is shown
in more detail in Fig. The complexity of the large ensemble of nuclei readily visible in the
single-nucleus basis |E\,") is entirely hidden in the description with |+) and |—). In the latter
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basis, the nuclear ensemble can be identified with a typical V' or A level scheme, as required for
electromagnetically induced transparency (EIT) [116]. Therefore, it is clear that we rediscover
the well known transparency dip known from EIT also in the reflectance of our system. The
deep interference minima in other geometric realizations can be understood in a similar way.

5.3.2 Spontaneously generated coherences

Before we continue with our analysis of the x-ray cavity, we will give a brief excursus on sponta-
neously generated coherences (SGC) in this section and illustrate their role in quantum optical
systems and their influence on related phenomena.

A short review of SGC

The seemingly simple process of spontaneous emission (SE) is surprisingly complex [148]. It is
not an inevitable intrinsic immutable property of a given quantum system, but can be tailored to
one’s advantage. Already the golden rule expression v ~ |d|?D(w), where d is the dipole moment,
and D(w) the bath mode density, points to two fundamentally different approaches. On the one
hand, the environment or bath can be modified. For example, increasing the mode density via a
cavity leads to enhanced emission (Purcell effect [114]), whereas band gaps in photonic crystals
can suppress SE. On the other hand, the dipole moment d by which the system couples to the
bath provides another handle to manipulate spontaneous emission. Decoherence-free subspaces
are a prominent example for this approach [195] [196]. However, somewhat surprisingly, the
vacuum itself can induce cancellation of SE in this spirit. Ironically, the interaction with the
vacuum which is the origin of spontaneous emission trips itself up by inducing a dynamics which
eventually leads to a cancellation of the emission.

In a multi-level quantum system virtual photons can in principle be emitted on one transition,
and re-absorbed on another transition. This leads to an atomic coherence between the upper
states involved, which is known as a spontaneously generated coherence (SGC) [140}, 147, [148].
This coherence in turn leads to destructive interference between the emission channels from the
upper to the common lower state, effectively modifying or even canceling SE — a key challenge
in quantum engineering. A multitude of fascinating applications have been suggested in this
context, such as lasing without inversion [T97HI99], modifying the resonance fluorescence [200]
201], enhancing non-linear responses [202], quantum control of light propagation [203] [204],
quantum coherence in semiconductor-based devices [205] 206], creation of entanglement [207],
stabilization of coherence in quantum computation schemes [208], [209] or increasing the efficiency
of solar cells [210] or quantum heat engines [211].

The archetype model system for SGC is a three-level system with two upper and one common
lower state (V-configuration) [140], 147, [148]. If SGC between upper states is established, the
system can be trapped in the excited states despite its coupling to the environment.

However, so far, stringent conditions on the appearance of SGC have hindered an experi-
mental realization, even though a number of setups have been suggested to circumvent these
conditions [140} [147], however, at the cost of requiring complex geometries [I50, 212], or ex-
tended level schemes and external driving fields [2I3H215]. One experiment aimed at observing
SGC in a V-type level structure [216], but its results could not be reproduced [217]. Previously,
it has been shown that observations in artificial quantum systems [205] can be interpreted in
terms of SGC [199].

The reason for this lack of experimental evidence are two major requirements on the structure
of the quantum system, which are hardly ever fulfilled simultaneously, hindering an experimen-
tal implementation. First, the dipole moments of the transitions absorbing and emitting the
virtual photon must be nonorthogonal. Second, the involved transition energies have to be near-
degenerate on the level of the respective transition widths. Otherwise, the virtual photon emitted
by the first transitions cannot be absorbed on the second. More fundamentally, the conditions
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are related to the fact that it must not be possible to know in principle which of the different
decay pathways was taken [218].

An alternative route to observing vacuum-induced coherences is to switch to A-type atoms in
which a common excited state decays to multiple lower states. In A-type atoms, the requirement
of non-orthogonal dipole moments can be alleviated, if an extra interaction is used to erase the
knowledge to which of the different lower states the atom has decayed. Only then, interference can
occur. For example, detection of a spontaneously emitted photon in a particular direction with
particular polarization can project the atom into a superposition of two ground states [219] [220],
as the photon does not allow to extract the information of the emission pathway. Also quantum
eraser like setups can remove the which-way information in the atomic state after SE, such that
the transient vacuum-induced coherence does affect the dynamics [22TH223]. Alternatively, the
stringent conditions of near-degenerate transitions with non-orthogonal quantum systems have
recently been realized in an artificial three-level quantum system in A-configuration [224]. But
all of these approaches have the drawback that the SE of the excited state cannot be suppressed
in A-type setups, prohibiting most desirable applications.

SGC in a toy model

In order to show some properties of a system exhibiting the SGC phenomenon, we consider an
archetype level scheme in V-configuration in the following. It consists of a ground state |¢g) and
two excited states |1) and |2). This is very similar to the setting resembling the 7w geometry,
which we discussed in the previous section. A general master equation is then used to describe
the time evolution of the density matrix p for this multi-level system. Following the discussion
and notation in Ref. [I40], it reads

d i 1<
2P =—7H. ol =5 > wiLllp. Sit, 8- - (5.28)

i,j=1

The first part constitutes the von-Neuman equation [I51], responsible for the coherent evolution
of the density matrix. The Lindblad-type operators

L [p, SiJr, ij] = SiJrijp + pS¢+S; - 2Sj,pSi+ (529)

in the second term cover the incoherent process such as spontaneous emission. Here, S;1 = |i){g|
[Si— = |g)(i]] denotes the raising [lowering] operator on transition 7. Let us first take a look
at the Lindblad terms in Eq. with ¢ = j. These parts yield the well-known process of
spontaneous emission from the upper levels |¢) to the ground state |g). Setting up the equations
of motion for the populations, we obtain

iloli) = ~ililol) vie {12}, (5.30)
L alolg) = {1lp11) +2222lol2) (531)

which correspond to the exponential decays of the two excited states to the ground state, as one
would expect.

Next, we include the terms from Eq. with ¢ # j, which are known as cross-damping or
cross-decay terms [140} I47]. In free space, the decay rates 7;; are found as

d; - d
Yij = Vi Vij [EACHN (5.32)
g J

Here d; is the dipole moment of the transition |g) <> |é). It can be immediately recognized
that the cross-damping terms only contribute if the dipole moments are nonorthogonal, as states
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above. For simplicity, we set 711 = 722 = v and denote the cosine between the transition dipole
moments by p, such that 12 = 721 = py. This results in the master equation

D) (e + p[1){1] = 2lg)(L]p[1)(g])
12)2lp + pl2)(2] = 219)(2|p[2)(g])
1) 2lp + pl1)(2] = 2|9)(2|p[1)(g])

)

12)(Llp + p|2) (1] — 2[g)(1]p]2){g]

a _
a’ =

o[3 |3 el el
e

(5.33)
A straightforward interpretation of this equation cannot be gained, hence, we transform the
system into a symmetrized basis. We introduce the states

1

V2

and obtain for the master equation [140] [147]

|+) (1) +12)) (5.34)

%p = *%(1 +p) () (+Hp + plH){+| = 2lg) (+]p[+)(9)

*%(1 —p) (=) (=lp + pl=){=| = 2lg)(=lp|-){gl) - (5.35)

In this form it is easily recognized that the decay rate of the symmetric state is enhanced, while
for the antisymmetric state it is suppressed. In the limit of parallel transition dipole moments,
i.e. p =1, the state |—) is even immune to spontaneous emission.

The effect, that coherences are spontaneously generated can be best seen from the long time
behavior of this system. If the atom is initially prepared in the bare excited states, this can be
rewritten in the symmetrized basis

1
=7
Consequently, upon free propagation of this system, the population in state |+) will decay, but

a fraction of the atom will always reside in the excited states due to the non-zero initial overlap
with the stable state |—). Hence, for long times the system the system will be in the state

|¥i) = [1) () +1=) - (5.36)

or = 2lo)lol + 21} (-]

= Slogl + 7111+ 122 — FIn2l - 7121 (537

This way, population has been transfered to the second excited state |2) [201] and a coherence
between the two upper states is spontaneously built up, which is commonly denoted as sponta-
neously generated coherence. This is a remarkable result, since the cross-damping terms does
not obey a unitary time evolution and thus can be seen as an incoherent process.

Finally, we extend our discussion to the non-degenerate case of the excited states and shift the
resonance energies by 4. Further, we apply a weak coherent driving field €2 in the Hamiltonian
and calculate the susceptibility, i.e. the response of the system to the radiation field, given by
x < —(1|plg) — (2|p|lg). Results with included and omitted cross-damping terms are shown in
Fig. Without the effect of SGC, the result is a plain superposition of two Lorentzians,
each one resembling one of the resonances, without any interference phenomena. The outcome
drastically changes if the cross-damping terms are included in the calculation. In the center
of the two resonances the imaginary part of the susceptibility completely vanishes, indicating
the absence of absorption. As we have already shown in the last section, this is reminiscent of
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Figure 5.6: The susceptibility of an archetype 3-level SGC scheme in V-configuration is shown. Dashed
curves indicate the relations for a system with SGC turned of. In the SGC case, the absorption vanishes
one resonance. Parameters used: Q@ = 0.1y, § = ~.

electromagnetically induced transparency (EIT). In EIT, interference occurs due to the coherent
couplings in the Hamiltonian. Here, despite the analytical equivalence to the EIT case, the
underlying effect differs. The cross-damping terms induce SGC between the excited states which
in turn is reflected in interference appearances.

5.3.3 SGC in the x-ray cavity setting

On the basis of the discussion on the m geometry, we have exemplarily seen that cross-damping
terms spontaneously generate coherences in the ®"Fe nuclei. In addition, it was shown that these
SGC cause deep interference minima in the medium response. Therefore, it is expected that
SGC are the reason for the prominent minima observed in the reflectance of our cavity in the
different geometrical settings as well.

Employing the layerformalism, which is based on the semi-classical description of the light-
matter interaction in the cavity, the different physical processes contributing to the spectrum can
not be distinguished in detail. Furthermore, the model does not provide a handle to interpret
the signatures in the reflectance. The quantum optical description, however, allows us to clearly
identify, separate and characterize all physically relevant processes contributing to the result.

Effect of SGC on the reflectance

In the general master equation characterizing the dynamics of the cavity and the embedded
nuclei, it is possible to artificially switch off the effect of SGC by omitting the cross-damping
terms in Eq. . Note that an according procedure cannot be applied for the semi-classical
methods. We performed calculations with and without SGC and the results are summarized in
Fig.[5-7 The blue curves in the upper panels correspond to the reflectance spectra calculated for
the Faraday geometry, the Half-Faraday geometry and the 45°-Voigt geometry, showing the same
structure as already observed in the simulations by conuss (Fig. and by the layerformalism
(Fig. [5.3). The red curves correspond to the spectra where the effect of SGC was artificially
turned off. Clearly, the results are different. In particular, the two deep minima in the Half-
Faraday geometry and, interestingly, the disappearance of the central dip in the Faraday geometry
are clear indications of SGC.

For the 45°-Voigt geometry, however, the spectra including and omitting SGC agree up to
a scaling factor and the deep interference minimum in the center occurs for both cases. The
reason for this is connected with the polarization for the reflected x-rays, which is chosen by an
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Figure 5.7: Calculated reflection spectra for the Faraday geometry, the Half-Faraday geometry and the
45°-Voigt geometry. The blue curves represent the full reflectance obtained by the quantum optical
model, red curves show simulations where the SGC couplings were omitted. In the top row the polar-
ization of the reflected x-rays was included, in the lower row it was not taken into account, mimicking a
polarization-insensitive detection. Scaled parameters are k = 45v, kg = 257, |g|* N = 25007%, Ac = 0.

analyzer crystal. This polarization-sensitive measurement can act as an interferometer, which
effectively induces interferences between different scattering paths in the polarimeter. This can
lead to spectral signatures which can overlap with the desired SGC structures. Note that the
first polarizer in the setup alone cannot induce such spectral signatures, as it merely prepares
a well-defined polarization state. Only the second analyzer crystal can erase the which way
information and therefore give rise to interference structures.

To disentangle this interference effect from the influence of SGC on the reflection spectra,
we performed further simulations, in which a polarization-insensitive detector is assumed. This
can be achieved in the same way as presented in Eq. for the layerformalism. The results
are shown in the lower panels in Fig. The effect of the analyzer crystal is particularly
well visible in the case of the 45°-Voigt geometry. Comparing the two curves with and without
analyzer crystal for the case without SGC, one finds that the analyzer crystal alone can already
induce a deep interference minimum at zero detuning. Only by removing the analyzer in the
optical path, the central dip in the spectrum can be fully attributed to the presence of SGC.

Origin of SGC

Having identified the process leading to the prominent structures in the reflectance, this raises the
question, why the SGC contributions are crucial in our setting, whereas they do not contribute,
e.g., for atoms in free space. Interestingly, in our setup, SGC emerge due to two fundamentally
different mechanisms.

The first contribution visualized in Fig. a) occurs on the basis of single nuclei, and arises
from the fact that for certain parameter choices, the nuclei experience a spatially anisotropic
photonic density of states in the cavity. To illustrate this, suppose a quantization axis parallel to
7, induced by a perpendicular magnetization direction Bys. The two-dimensional polarization
space in the cavity transverse to the propagation direction k can be described by the orthonormal
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Figure 5.8: Origin of the spontaneously generated coherences. (a) For certain orientations of By rela-
tive to k, the relevant nuclear transitions couple only to a single cavity polarization, giving rise to an
anisotropic cavity vacuum and SGC between orthogonal transition dipoles. (b) In a collective effect
photons are exchanged between different transitions in different nuclei. Probing the cavity as a whole
results in effective SGC.

basis vectors 7 and o. In this configuration, the Am = 0 transitions have dipole moments parallel
to m, whereas the Am = =£1 transitions have dipole moments proportional to o + ik. Thus,
the circularly polarized photons can only interact with the cavity mode polarized along o, but
not with that along 7. As a result, the cavity appears as having only one polarization, and
thus a spatially anisotropic density of states. As predicted theoretically in Refs. [150] 212], an
anisotropy of this type leads to SGC. In contrast, in free space, two polarization modes would
contribute, and the two (non-zero) SGC contributions of the two polarizations cancel each other.
This mechanism can also be interpreted in terms of a “hidden metastable state” [225]. In our
case, the anisotropic vacuum leads to the formation of a nuclear state which is metastable with
respect to the cavity mode. Note, however, that this state is not metastable with respect to
the remaining free space vacuum modes, and, therefore, does not exist in free space. Finally,
we note that even though being a single-nucleus effect, it is assisted by cooperativity, since
superradiant line broadening larger than the energetic splitting of the two transitions renders
them indistinguishable.

The second mechanism giving rise to SGC is a collective effect involving multiple nuclei [226],
see Fig. b). Suppose, a photon is emitted by one nucleus with linear polarization on a
me = 1/2 — my = 1/2 transition. It can be re-absorbed in a different nucleus on the m, =
—1/2 = m, = —1/2 transition with dipole moment (anti-)parallel to the emitting dipole moment.
On this microscopic level, this constitutes an interaction between two different nuclei. The probe
beam, however, does not resolve the dynamics of the individual nuclei, but probes the ensemble-
cavity system as a whole. As a consequence, this exchange process inside the cavity appears
as an effective coupling between different excited states within the level scheme of the single
effective nucleus. In this sense, the complicated many-body dynamics of the ensemble of nuclei
mediated by the cavity acts as a “quantum simulator” [227], which mimics a single effective
quantum system with properties which go beyond those of each of the individual nuclei. Here,
we specifically exploit this simulation technique to induce SGC in the effective level scheme
observed by the x-ray beam probing the total ensemble-cavity system.

5.4 Experimental realization and results

To verify the SGC experimentally, a planar x-ray cavity consisting of a Pd(5 nm)/C(40 nm)/
Pd(20 nm) layer system with a 2.5 nm thick >"Fe layer placed in the center of the carbon layer
was prepared by the group of Ralf Réhlsberger. In order to avoid perturbing nuclear hyperfine
interactions at the ®"Fe/C interface, the °"Fe was sandwiched between two 0.6 nm layers of *°Fe,
which in the present context has identical properties except for the resonance that we probe.
At the total thickness of 3.7 nm the Fe layer orders ferromagnetically with the magnetization
confined to the plane of the film due to the magnetic shape anisotropy. In this environment
the magnetic hyperfine field at the ®"Fe nucleus amounts to ~ 33 T that lifts the degeneracy of
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the magnetic sublevels, resulting in up to six dipole-allows transitions with specific polarization
properties. The spectral response of the system is probed via the reflectance of the cavity for
near-resonant x-rays impinging on the cavity in grazing incidence.

Managed by the group of Ralf Rohlsberger, Hans-Christian Wille, and with support from the
Institute for Optics and Quantum Electronics in Jena and the Helmholtz Institute Jena, we per-
formed the experiments at the PETRA III synchrotron radiation source (DESY, Hamburg) [95]
employing the method of nuclear resonant scattering. This technique relies on the pulsed broad-
band excitation of nuclear levels followed by the time-resolved detection of the delayed photons
that are emitted on a timescale 7 = 1/v after resonant excitation. To determine the energy
spectrum of the cavity reflection signal from the time-resolved data, we used a resonant analyzer
foil (1 pm stainless steel, enriched to 95% in 5"Fe, providing a single line transmission with a
spectral width of ~ 10 neV) that was mounted on a Doppler drive. Single photons were counted
as function of energy detuning A within a time window from 50 - 190 ns after excitation. Under
these conditions one obtains a very close correspondence of the measured data with the energy
spectra of the cavity reflectivity, similar to the method reported in Ref. [52]. This approach will
be discussed in more detail in Sec. [6.1.4] For the detection we employ two different approaches.
First, a polarimetry setup provided by the Institute for Optics and Quantum Electronics in Jena
and the Helmholtz Institute Jena was integrated into the experiment [194] in order to fully take
advantage of the six possible polarization-sensitive transitions resulting from the magnetic hy-
perfine splitting. The polarimeter consists of two Si(840) polarizer crystals in crossed setting
with the sample in-between, so that it ideally only transmits photons whose polarization has
been rotated (o — ) upon the interaction with the nuclei. This way, the polarization state
of the scattered photons can be selected while off-resonant background photons are suppressed
by almost 10 orders of magnitude. Experimentally, we explore the Faraday geometry, the Half-
Faraday geometry and the 45°-Voigt geometry. In all three configurations strong orthogonal
scattering o — 7 takes place.

However, for certain geometries, the polarimeter setup can act as an interferometer, thereby
hindering the unambiguous detection of SGC as shown in the previous section. In particular,
the central dip predicted for the 45°-Voigt geometry caused by SGC is superimposed with an
interference structure induced by the detection setup if the analyzer is used. To clearly separate
the effect of SGC, the analyzer was omitted in a second detection approach and the spectrum
for the 45°-Voigt geometry was recorded using a high resolution monochromator for the incident
light to suppress the non-resonant background. This way, all interference structures can directly
be attributed to SGC.

The experimental data was evaluated by Ralf Rohlsberger, and the measured spectra are
shown in Fig. 5.9 in combination with calculated spectra obtained by coNuss. Taking into
account the detection technique, the numerical simulations reproduce the data very well. In
particular, the deep interference minima due to SGC are clearly visible. In the case of the
Faraday geometry it turned out that the spectrum can be explained only if, quite conceivable,
a slight misalignment of the internal magnetic field is assumed. As calculations indicate, this
causes further minima already for small angles, as shown in the red curve in the upper left
panel in Fig. Interestingly, we found that these minima also arise due to the presence of
SGC. The remaining difference between the simulation and the data is mainly due to time-gating
effects during the measurement process. Note that since the data for the 45°-Voigt geometry was
recorded without the analyzer crystal to suppress non-interacting photons, the background rate
is significantly higher despite the time gating.

The reduction of the reflected intensity at certain detunings can directly be traced back to the
presence of non-decaying metastable excited states, formed due to the presence of SGC [201]. Our
measurements therefore amount to a direct observation of SGC between excited states, inducing a
modified spontaneous decay. It should be noted that we observe near-perfect interference minima
in the Half-Faraday and 45°-Voigt geometry in the sense that the reflected intensities drop down
to the baseline. In the language of quantum optics, this indicates that the system is essentially
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Figure 5.9: Theoretical predictions and experimental results. The three columns show data for three
magnetization geometries. Theoretical predictions obtained with CONUSS are presented in the upper row.
In the lower row the experimental data and simulations taking into account the scattering geometry,
the measurement process and the sample parameters are shown. The additional red curve in the top
left panel shows the result predicted with a small angular deviation used to model the experimental
data in the bottom right panel. The dips in the reflected intensity down to the background baseline
for the Half-Faraday and the 45°-Voigt geometry clearly indicate the presence of SGC in an essentially
decoherence-free system. Image adapted from Ref. [50].

decoherence-free over the experimental time scales, as any perturbation would inevitably lead to
loss of coherence, and therefore, of a reduction of the interference leading to the SGC minimum
in the spectra.

Our results not only provide an avenue to the exploitation of SGC, but also demonstrate that
genuinely new systems like high-grade noise free quantum optical level schemes can be engineered
in the nuclear regime. The capitalization of the hyperfine splitting together with a suitable choice
of the polarization and the magnetization in particular enables us to realize continuously tunable
and dynamically reconfigurable quantum optical level schemes in the hard x-ray regime. A single
simple solid state target system thus can be manipulated dynamically and on demand to perform
different tasks. The range of accessible level schemes becomes even richer if the hyperfine splitting
is combined with cavities involving multiple ensembles of resonant atoms [56], possibly subject
to individually differing magnetizations. Future setups could also involve dynamical control of
the physical target structure [55]. Finally, it should be noted that our approach to realize SGC
is not restricted to nuclear resonances, but can also be applied with atoms, ions, or artificial
quantum systems properly placed in cavities.
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Chapter 6
Time Domain Control Of X-Ray Pulses

Manipulation of light propagation is a well-recognized technique with applications in different
branches in optics. In particular, sub-luminal light pulses are known to undergo enhanced non-
linearities [121], enable quantum entanglement schemes [122] and allow for optical switching
or light storage [228]. First demonstrated in the visible frequency regime [229H231], slow light
has by now been implemented in a number of platforms [232] 233], particularly also in cavity
settings [234] 235]. Slowing down light pulses, or more precisely, reducing their group velocity,
is possible if the refractive index changes rapidly as a function of the wavelength in a suit-
able dielectric material. Ideally, the absorption of the light should be small at the same time.
Such a dispersion relation can be found, e.g., in systems featuring electromagnetically induced
transparency (EIT) [116] [T18].

Manipulation of light propagation has also been reported in the x-ray regime. In Ref. [90], a
delayed peak in the transmitted x-ray light intensity has been observed. In this case, however,
the pulse delay is induced by the propagation of the light through a doublet absorber structure
rather than electromagnetically induced transparency or related effects, and can be interpreted
as arising from transitions between super- and subradiant states. Also coherent storage of light
via rapid control of the applied quantization field has been reported [53]. Other experiments with
nuclei observed electromagnetically induced transparency [56], related spontaneously generated
coherences with equivalent susceptibilities [50], or other transparency mechanisms [66, [89]. How-
ever, these experiments concentrated on spectral properties and did not study the delay or the
actual pulse propagation.

Here, we investigate the reflection of spectrally narrow x-ray pulses from a thin-film cavity
in the time domain. We find that by engineering a suitable nuclear level scheme in the cavity,
the time-resolved response of the x-ray pulse can be manipulated, such that sub-luminal light
propagation is realized. Furthermore, we introduce a scheme in which this time delay can be
observed using broadband synchrotron light instead of spectrally narrow x-rays and, hence, is
easily accessible with existing equipment. Our implementation includes a conventional Méssbauer
drive, which is typically placed in the optical path to measure the reflectance spectrum. We show
that this additional element can as well be exploited for the desired time-domain study.

In this chapter we will first perform a theoretical analysis of a full experimental stage including
the Mossbauer drive and show how it can be used to access the spectral properties of the cavity
in an experimental setting. Next, we discuss the basic concepts of sub-luminal light propagation
and show its relation to the x-ray pulse reflection from our cavity. This allows us to tailor cavity
designs in which the time-domain related effects are maximized. In a next step, we present
the experimental implementation, in which we observed x-ray time delays up to 35 ns. This
experiment was carried out together with the group of Ralf Rohlsberger (DESY, Hamburg),
Rudolf Riiffer (ESRF, Grenoble) and with support from the Institute for Optics and Quantum
Electronics in Jena and the Helmholtz Institute Jena. In the last section, our theoretical analysis
is extended to describe the measured time-resolved signal in Fourier space. Distinct features of
this representation are discussed and an alternate method to extract spectroscopic signatures is
introduced. Finally, this novel method is applied to experimental data.
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6.1 Analysis of the complete experimental stage

With the theory developed in the previous chapters, we are able to calculate the response of
the cavity with embedded resonant nuclei for a vast range of settings, including arbitrary mag-
netization of the sample and adjustable polarization of the incident and reflected light. The
focus of this part will be the question which properties of this response can actually be observed
experimentally. In chapters (4] and [5| we already showed measurement results for the reflection
spectra, however, a detailed description how they could be obtained is still lacking. In order to
address this problem we will review the typical scheme employed in experimental settings.

An incident x-ray pulse formed by synchrotron radiation closely resembles a d-like pulse in the
time domain. Current synchrotron sources produce pulse lengths of several 10-100 ps. On the
timescale of the lifetime of the nuclear transition which is several orders of magnitudes larger,
the d-like pulse description can be considered valid. Already from its Fourier limit it is clear
that the x-ray pulse contains many frequencies. As calculated in Sec. the spectrum of the
reflected light is given by the reflectance | Roayity (A)|?. Naively, the spectral components could be
analyzed in a spectrometer or separated by a grating, such that different positions on the detector
screen correspond to different frequencies. However, this is essentially an impossible task due
to the lack of suitable optical elements in the x-ray regime and also since the characteristic line
width v = 4.66 neV is much too small to be resolved in this fashion.

Alternatively, the time response can be measured in an experiment relatively simple. The
narrow properties in the frequency domain translate directly in long time scales. The time
response Rcavity(t) is given by the Fourier transform of Rcavity(A) and detectors with time
resolution of some ns are well suited to record such time spectra. A time spectrum was measured,
for example, in Ref. [52] in order to prove the existence of a superradiant state in the cavity. The
time response of a Lorentz-like spectrum as we found for the reflectance in Sec. in the case
of an unmagnetized layer would be given by an exponential decay. The time spectrum for the
case of magnetized layers is slightly more advanced, since we found that SGC features appear
in the reflectance, see Chap. [5} However, only the absolute value |Rcavity(t)| and not the phase
information is experimentally accessible in this way. This prohibits to obtain the full spectral
information. For example, the collective Lamb shift measured in Ref. [52] would only manifest
in an inaccessible global phase in the time domain response.

Hence, in order to measure spectral properties of the light reflected from the cavity, other
techniques have to be applied. One method would be not to probe the cavity with broadband
synchrotron radiation, but with spectrally narrow x-ray pulses. Such pulses are provided in the
radioactive emission from 5“Co sources like in traditional Mdssbauer spectroscopy. Alternatively,
various schemes exist in which a narrowband pulse is created from synchrotron radiation, see
Sec. [2.1.3] But both approaches typically suffer from a low signal rate. In order to measure the
cavity spectrum, another method is often employed: An additional frequency-selective element
is placed in the optical path of the experiment, which allows to determine spectral properties of
the cavity.

The device which we discuss here is a stainless steel foil enriched in ®"Fe which is operated
in nuclear forward scattering (NFS) geometry. In this setting, the x-ray impinges parallel to
the foil’s surface normal and excites a collective nuclear state in the sample, which is known as
nuclear exciton [51], [I09]. This state relaxes by emitting radiation primarily in forward direction.
Similar as the cavity, a frequency dependent response function is mapped to the light field by
the NFS foil and we denote this response by Txrs(A). In order for the foil to be operated as
a frequency-selective device, it is mounted on a Doppler- or Méssbauer drive. In this case, if
the foil is moving with velocity v, the frequency seen by the sample is shifted by the Doppler
detuning Ap as

w’zw(l—f—%):w—i—AD. (6.1)

Due to the large magnitude of the radiation frequency w, only velocities in the range of some
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mm/s are required to scan the interesting ranges of the spectra several line widths around the
resonance frequency. In the laboratory frame the response function of the foil can be written as
Tnrs(A — Ap) and the combined response of the cavity and the *"Fe foil is simply the product
of the two response functions in frequency domain

Rtotal(Aa AD) = RCavity(A> : T‘NFS(A - AD) . (62)

Cavity reflection 57Fe foil transmission

If a time sensitive avalanche photo detector is used in the experiment, the measured signal is the
absolute value of the Fourier transform of the full response

1 , ?
I(t, AD) = ‘\/ﬂ /e_lAt RCavity(A) . TNps(A — AD) dA . (63)

In contrast to the time spectrum of a cavity alone, the intensity measured with the °"Fe foil
in the optical path depends on the externally controllable parameter Ap. As we will show in
Sec. for large times I(t, Ap) ~ |Rcavity(Ap)|*> and hence the spectrum of the cavity can
be retrieved.

6.1.1 Time-domain interpretation

In the discussion above we used that the combined response of the cavity and the °“Fe foil is the
product of the individual response functions in frequency domain. This shall be motivated in the
following. To this end, the time-resolved signal at the detector is calculated in the time domain
picture. We will assume that the driving field strength is weak and the light-matter interaction
can be treated linearly.

Let us assume an arbitrary input pulse shape in time domain defined by the complex field E(t).
If the pulse is reflected at the cavity, the process of reflection can be considered independently at
each point of time due to linearity. Combining the individual responses of the field at different
times, we can write the full amplitude via a convolution of the input pulse and the time domain
response of the cavity E(t)* Rcavity(t). At the next stage, the pulse interacts with the Méssbauer
drive. Denoting its time domain response by Tnrs(t, Ap), the signal behind the drive is given
by

I(t, AD) X |E(t) * RCavity(t) * TNFS@, AD)‘Z . (64)

At this point we can apply the convolution theorem reversely, which states that the Fourier
transform of a convolution in time domain is equivalent to a multiplication of the corresponding
functions in frequency domain. Thus, we obtain from Eq. (6.4])

2
I(t, AD) X ‘/ e At E(A) . RCavity(A) . TNps(A, AD) dA| . (65)

If the incident x-ray pulse is d-like, i.e. E(t) o 0(¢), the pulse described in frequency domain is
a constant and the expression above reduces to Eq. from the last section.

The time-domain formulation of the interaction sequence might give a more intuitive picture
why the frequency domain responses can simply be multiplied. Though, we emphasize that this
holds only in the linear regime. As soon as the radiation field reflected from the cavity, i.e. aous,
exhibits non-linear or quantum mechanical features such as photon (anti-)bunching, the two
devices in the optical path cannot be considered independently. Rather, the Md&ssbauer drive
then needs to be “driven” with the operator aout(t) instead of the classical field (aout)(t), such
that the quantum properties are correctly transfered between the two devices. Then, in addition,
a full quantum theory for the NFS setting of the *Fe foil which includes non-linear effects would
be required to adequately model the Mossbauer drive.
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6.1.2 Theoretical description

Now we consider a realistic experimental setup, in which the thin-film cavity is placed in the
optical path together with a thin stainless steel foil, mounted on a Doppler drive. The foil
contains resonant °“Fe nuclei and constitutes an additional frequency-selective element. In this
setting, the incident light is reflected from the cavity and is sent through the stainless steel foil in
forward scattering geometry. Subsequently, the x-rays are detected. The theoretical description
of this setting is discussed in the following.

Cavity reflection coefficient

With the quantum optical theory presented in Chap. [ the spectral properties of the x-rays
reflected from the cavity can be calculated. In Chap. [ it was shown how the theory can also
be applied in the case of a magnetic hyperfine splitting of the resonant >"Fe nuclei and arbitrary
polarization settings. The complex reflection coefficient of the cavity is denoted by Rcavity (A).
Accordingly, we write for the response in the time domain, i.e. its Fourier transform, Rcavity ().

For a plain cavity without magnetization, the reflectance consists of an energy-independent
part given by the cavity background as well as the nuclear response, yielding a Lorentzian
line shape modified by cooperative phenomena, see Eq. . The spectral expression can be
transformed into time domain as

1 .
RCavity(t) = \/Tiﬂ' / RCavity(A) e_zAtdA

B 2K R 3krlgPN  — v 2 lgI*N
(6.6)

where the second term constitutes an exponentially decaying function characteristic of a Lorentz
spectrum. Note that the Fourier transform is sometimes defined with a different sign convention
in the exponent. However, since the nuclear resonances have the form (A + iv/2)~!, our choice
is required in order to imply causality, as indicated in the Heaviside step function 6(¢).

Another important cavity setting is a configuration featuring spontaneously generated coher-
ences (SGC), see Chap. |5l In the simplest scenario, a magnetic field causes a splitting in the 5" Fe
nuclei and with suitable polarization choice, only the linearly polarized transitions are driven.
This is denoted as the m geometry (c.f. Sec. . The corresponding reflection coefficient is given
in Eq. . In order to calculate its Fourier transform, we consider the spectral expression

-1
C2

2 a + _1—|—c
A+ +il A+ +i] 0

which has an equivalent structure as the cavity reflection coefficient. Its Fourier transform is
found as

R(A) =

(6.7)

R(t) = \/% [ h R(A) e *AtdA
- \/ge—gt o(t) [23—53 sin (%) —i(c1 + c2) cos (%H (6-8)

with the constants

['=~— fcoler + c2) —i(61 + 02) (6.9)

Q= [(01 = 02)* + ()%(c1 + 2)” + (61 — F2) (e — 62)]% : (6.10)

Eq. can easily be verified by transforming this expression back into the frequency domain.
Note that the time domain response of the Faraday geometry can be calculate using this result
as well, as its spectral reflection coefficient consists of two summands of the form of R.
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Transmission function of the ®’Fe foil

In frequency domain, the influence of the stainless steel foil enriched in ®"Fe, i.e. the Mdssbauer
drive, can be described with the single-line transmission function [236-241]

Ly /4
Tnrs(A) = exp GM) , (6.11)
“Ap+i

where A = w — wy is the detuning from the nuclear resonance, Ap accounts for an additional
detuning due to the Doppler shift of the moving drive, L = o f,mnd denotes an effective thickness
consisting of cross section oy = 2464 kbarn, Lamb-Méssbauer factor fry ~ 0.8, number density
of resonant nuclei n = 75 nm ™2 and foil thickness d. In the time domain, the response of the
stainless steel foil is given by the Fourier transform of Eq. and reads

Tars(t) = V216(t) — ()~ 21—t | %le (\/L'yt) . (6.12)

Here 6(t) denotes the Dirac delta function, 6(t) the Heaviside step function and J; the Bessel
function of first order.

6.1.3 Time-resolved intensity at the detector

As explained above, the frequency domain signal arriving at the detector can be described via
the product of the cavity reflection coefficient and the transmission function of the Md&ssbauer
drive

I(A, AD) X |RCavity(A) . TNps(A, AD)‘Q . (613)

Transforming the amplitude into the time domain yields the time-resolved signal at the detector

1 [® ,
R(t,Ap) = — Reavity (A) Tars (A, Ap) e H2HA 6.14
(1:80) = 2= [ Rewn (&) Tars(A. Ap) (6.14)
I(t,Ap) < |R(t,Ap)|* . (6.15)

This expression was already given in Eq. and corresponds to the quantity which is accessible
in experiments. While the Fourier integral can be straightforwardly computed numerically for
general choices of the cavity reflection coefficient, it is instructive to perform an analytical study.
To this end, we use the series representation of the transmission function

Tnrs(A, Ap) = exp (%) :Z%(A*AD+Z.’Y/2)7TL . (6.16)

n=0

Next, we split the sum in two parts, where the first summand covers n = 0 and the second the
rest. For the full temporal response, we obtain

R(t,Ap) = Rs(t) + Rsnxp(t,Ap) , (6.17)

with

Re(t) = (2m) 2 / Reavity(A) e "ALdA | (6.18)

Rsnxp (t, AD) = Z (_,Ll;lﬂ(?’ﬁ)_% /RCavity(A)(A —Ap + i’y/?)in e BN . (619)

n=1
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The abbreviations chosen for the indices denote that the respective quantities form the responses
of §-like and spectrally narrow x-ray pulses (SNXP) interacting with the cavity. This will become
apparent in Sec. m The contribution Rs(t) corresponds to the temporal responses of photons
which did not interact with the Mossbauer drive, while Rgnxp (¢, Ap) is the amplitude of those
photons which did interact. From Eq. it can be seen that Rs(t) is the Fourier transform
of the cavity response only. Hence, often, it can be easily calculated with the expressions given
above.

Let us now turn to the second part Rsnxp(t, Ap). Since the integral in each summand of
Rsnxp contributes mainly in the small range around A ~ Ap we expand the cavity reflection
coefficient Rcavity(A) around Ap. Since the cavity spectrum is typically broadened due to
superradiance, it can be assumed that the amplitude in this range is constant. However, the
phase of the reflection coefficient demands for a more thorough treatment, since first, it can
change rapidly, and second, the phase in the Fourier transform is known to typically carry more
information [242]. Hence, we expand the phase up to first order and our approximation reads

RCavity(A) ~ RCavity(AD) ei(A_AD)T ) (620)
where we have defined

F= aarg[RCavity]
OA Ap

We will see in Sec. [6.2.2] that this quantity is also the delay, which a pulse experiences during the
propagation through the cavity [243]. Inserting the approximation from above into Eq. (6.19)),
we obtain

Renxp(t, Ap)

(6.21)

> (—q n 1 ‘ )
s Z ( ZL'};/4) (2/”)75 /RCavity(AD)(A o AD +Z’}//2)_n ez(A—AD)T e—zAtdA
n.
n=1
X (—iLy/4)", 1 : -
= Eiy/ar 7/ " (9r)3 / (A +i7/2) 7" Roavity (Ap) e "4PF e 7207 A
mn.
n=1
>, (—iL~y/4)™ . 1 ,
= U e (Ap)e 2ot am) 3 (a4 b2 o0

3
I
—

=

M

n %RCavity(AD)eiiADt(2ﬂ')_§ (271.(_2.)”6_;“_7)@@ B T)(t(nz):)'>

= — ¢ 20Ot — ) Reayiy (Ap)e A0t /2(7;{77)(11 <\/L7(t - T)) . (6.22)

The exponential envelope and the Bessel function shape could already be seen in Eq. and
represent the well-known structure from the time response in nuclear forward scattering. Apart
from the prompt part contained in Rs(t), Eq. would be reobtained in the absence of the
cavity, i.e. Rcavity = 1 and thus 7 = 0.

Il
A

6.1.4 Measuring the cavity spectrum

The total field signal detected in an experimental setting is given by Eq. and contains
the significant information related to the cavity. In general, both summands Rs; and Rsnxp
contribute to the observed intensity. However, for large times ¢, the second term outlives the
first contribution. The reason for this is that its response decays exponentially with the rate of
the natural line width v which can be seen from Eq. , whereas R;s decays much faster due
to the superradiant enhancement, c.f. Eq. .
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Therefore, the summand Rgnxp determines the observed signal at large times. Since it is
proportional to the cavity reflection coefficient, the cavity spectrum can be measured by recording
the signal in a suitable time gating window [t1, 2] as

ta
\RCEVity(AD)F oc/ I(t,Ap)dt . (6.23)

t1

This procedure to measure the cavity spectrum was successfully employed in Secs. [f.1.2] and [5.4]
as well as in Refs. [50, 62]. From Eq. it becomes clear that a late starting point ¢; for the
time gating is desirable, since for times shortly after the initial excitation Rs will also contribute
to the recorded signal and interference terms appear. On the other hand, a late starting point is
at the cost of counting statistics. Hence, it is advisable to record the data in the complete time
range and select an optimized time gating window in the subsequent data analysis. Further, this
would allow to employ alternative schemes to measure the energy-resolved spectra, such as the
one described in Ref. [240].

Going beyond integrating over the available time range to determine the reflectance spectrum,
let us take a closer look at the time dependence of the recorded intensity. As already noted before,
the long-time signal Rgnxp shows the characteristics of the NFS time signal. In particular, the
Bessel function in Eq. causes a beating pattern due to its roots where J; = 0. In contrast
to the typical NFS spectrum, however, the signal is shifted by the time 7. Obviously, this shift is
induced by the cavity. As we will show in the next sections, this reveals sub-luminal propagation
of x-ray pulses in the cavity.

6.2 Slow light and delayed x-ray pulses

Since the result in the previous section suggests a possible time delay, we will review the basic
theory describing the propagation of light pulses and the related group velocity control. Addi-
tionally, we study the reflection of x-ray pulses in the time domain and show the relation between
those two effects.

6.2.1 Propagation of light pulses in dispersive media

Let us assume a spectrally narrow pulse E(w), centered around the frequency wg, which propa-
gates through a dispersive medium of length L and with refractive index n(w) = /1 + x(w) =~
1+ x(w)/2. Behind the medium, the pulse can be described in time domain by

E(L,t) = \/% / E(w)e!FE=b gy, | (6.24)

with complex wave vector k = n(w)w/c = kr+iky. Close to the resonance in an atomic EIT-like
medium, the susceptibility x allows for the expansion

ok
kr(w) = krlwo) + 57| (w—w)., (6.25)

ki(w) & kr(wo) , (6.26)

in which the linear order of k; vanishes. Then, the field becomes

kR

E(L,t) = %e—kz(u)o)L e~ Hwot—kr(wo)L) /E(w)ei(wwo)< ow woL7t> dw , (6.27)

2

where the first exponential accounts for absorption, the second for a global phase velocity and
the integral covers the pulse envelope propagating with the group velocity vg,. According to

79



CHAPTER 6: TIME DoMAIN CONTROL OF X-RAY PULSES

Eq. (6.27), it reads [116]

Okgr -1 0 wnpg - c
= — _ ~ = - . 6.28
Vs < Oow wg> (8&1 C ‘w:wo nr + wanR w=wq ( )

From this expression it can be seen that a suitable tailored refractive index allows for the control
of the pulse propagation velocity v,,. A dispersion relation in which wB”R > 1 can give rise to
extremely reduced group velocities.

6.2.2 Time delay in pulse reflection

Now let us turn to a related setting, in which we assume the reflection of light pulses from
complex structures, such as a cavity. This covers the setting in this work, however the following
discussion is not restricted to the x-ray regime.

Again, we assume a spectrally narrow pulse E(w) with central frequency wyp. It is reflected by a
cavity with complex reflection coefficient Rcavity(w). For an analogy with the pulse propagation
discussed in the previous section, we also describe it in time domain as

E(t) = \/%—ﬂ /E(W)Rcavity(W)e‘de, (6.29)

where we omitted the phase k - L of free propagation for simplicity. If the incident pulse F(w)
is spectrally narrow on the scale of the reflection coefficient, the latter can be approximated by

(c.f. Eq. (6:20))

RCavity(W) ~ RCavity(WO) ei(AiAD)T ) (630)
_ 8arg[(§'u0avity] . (631)

With this approximation, we obtain for the reflected pulse
E(t) = —= Reavity (wo)e " /E el@mw)(T=t gy, | 6.32
(1) = =Ry (w0) (632

Similar as in the last section, the first parts describe a global phase change and account for
absorption, while the integral covers the propagation of the pulse envelope. From the equation
above it can immediately be recognized that the envelope propagation is influenced by the cavity,
as it is shifted in time. This means, the pulse is delayed by the time 7 compared to the case
where a reflection structure is absent.

We thus find that the pulse is delayed by the time 7, defined in Eq. (6.31)), due to the cavity
dispersion without distortion of the pulse shape, as it is well known from cavities and waveguides
in the visible regime [244] [245]. Depending on the exact phase relation in R, light pulses slower
(1 > 0) and also faster (7 < 0) than the speed of light can be obtained in general.

Comparing results of the envelope propagation for the reflected pulse in Eq. and for the
slow light in dispersive media in Eq. , we can identify

ORe(x) 2¢ Oarg(R)
Ow lwy wol Ow lwy (6.33)
Similar, from the comparison of the absorption factors we find
2¢
Im (x(wo)) ~ ——= log (|[R(wo)]) - (6.34)

woL

From these relations we can directly see that the phase and the modulus of the complex reflection
coefficient effectivly take the role of the real and imaginary part of the atomic susceptibility,
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respectively [243]. Hence, a direct mapping between the theories for light propagation in atomic
gases and for nuclear reflection is obtained. Finally, we note that relations (6.33)) and (6.34)) are
directly found by comparing

. woL
exp (z 5 X> R. (6.35)

6.2.3 Calculation of the x-ray time delay in different cavity settings

In the section above we have seen that spectrally narrow pulses can experience a time delay
upon the reflection from structures such as a thin-film cavity. In the following, we calculate the
expected time delay of such x-ray pulses with the aim to find a setting in which this time domain
effect is strongly pronounced and at the same time is suited for a realistic experimental setting.

In order to calculate the time delay, the complex reflection coefficient R has to be determined.
However, so far, our quantum description of the light-matter interaction was only compared
to the established methods in terms of the absolute value of the reflection, but not yet via its
phase, which is required for the time delay calculation. Therefore, we performed benchmarking
simulations with Parratt’s formalism and the software package CONUSS.

Further, we solve for the reflection coefficient by explicitly solving for the stationary field
distribution with Maxwell’s equations on a 2-d grid. To this end, an operator-split method is
applied and the paraxial approximation is employed. The effect of the nuclear resonances can be
included in the refractive index, as we already did for the simulations with Parratt’s formalism
(see Sec. @ . An example of a calculation field intensity in the absence of resonant nuclei is
shown in Fig. a) and (b). Performing this simulation with different x-ray energies as initial
conditions, the complex reflection coefficient is obtained by evaluating the field amplitude far
behind the cavity.

With those four different approaches the phase characteristics of the reflection were calculated
and, apart from an insignificant global phase factor, we found very good agreement amongst the
methods, indicating the consistency of our analysis. For the description with the quantum optical
model, we had to take into account the dispersion phase effect discovered in Chap. [] as well.
In the following discussion on different cavity settings, we restrict ourselves to only one theory
curve in the figures. Exemplarily, we analyzed the cavity defined in Tab. with platinum
and palladium as mirror material. In a first setting, we omitted any magnetic splitting and
probed the cavity in the first guided mode minimum, such that the system exhibits a Lorentzian
line profile. The corresponding time delay is shown in Fig. [6.1] for different pulse frequencies.
Clearly, sub-luminal light propagation is realized, since the time delay around the resonance is
positive. Interestingly, the predictions for the Pt and Pd cavities strongly differ. To understand
this disparity, we introduce

- / NPT (6.36)

— 00

as a measure how well a time delay in the cavity is realized. By noting that the reflection
coefficient of a plain cavity can be written in the form R o (¢ — i)™ + (e + i) ™! where ¢ is the

Table 6.1: Cavity parameters used in the time delay analysis (top to bottom).

Material =~ Thickness [nm]

Pt/Pd 2.92
C 7.58
5TFe 1.75
C 9.33
Pt/Pd 00
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complex Fano ¢ parameter (c.f. Tab. , and

d _d Im(R(A))
ﬂ arg (R(A)) - E arctan (1{@(_R(A))) 5 (637)
we find
_ = ; . o Im(q) )
r= [oo 1+€? d /700 Im(q)? + (Re(q) + ¢)? de . (6.38)

The first integral evaluates to 7, while the result of the second integral depends on the sign of
Im(q). In total, we find

0 (6.39)
27, if Im(q) <0

For the cavities considered above, the case Im(q) > 0 is realized for Pt mirrors, while with Pd
for the mirror materials, Im(q) < 0 and consequently a much stronger pronounced time delay is
observed on average. For typical cavity settings, the condition of a negative imaginary part of the
Fano g parameter reduces to the requirement of an overcritically coupled cavity (see Sec. .
Hence, engineering a cavity with a thin surface layer often results in a more distinct time delay
which is desired for an unambiguous observation in an experiment.

Next, we apply a magnetic field to the 5“Fe nuclei in the cavity under discussion, such that
the m geometry from Sec. [5.1] featuring the phenomenon of spontaneously generated coherences
(SGC) is realized. In this setting, the two linearly polarized transitions are driven. The predicted
time delays for narrowband pulses are shown in the right panel in Fig. [6.1] The features of the
time domain effects are evidently more pronounced as in the analysis of the unmagnetized cavity.
In addition to the time delay already observed before, the cavity with the Pt mirrors even has
a broad range in which 7 < 0. This corresponds to x-ray pulses with group velocities faster
than the speed of light. Note, however, that this does not violate the principles of special
relativity as information cannot be transmitted this way [244] 246]. Also, the super-luminal light
propagation is typically accompanied by a high absorption, rendering its detection complicated.
For propagation in dispersive media, this can be seen from the susceptibility behavior shown in
Fig. A negative slope in the real part corresponding to fast light goes along with a high
absorption, visible from the imaginary part of the susceptibility. Similar characteristics can be
observed for the reflection of x-ray pulses from the cavity.

Also for the cavity layouts including magnetized >”Fe nuclei, we can calculate the quantity T
as a measure for the total time delay. For the cavity with Pt as mirrors, we obtain T"= 0, while
for the Pd cavity one finds T' = 47. This indicates, that suitably engineered cavities operated in
SGC settings are a promising candidate for observing distinct values for the time delay 7.

We emphasize that a much broader range of cavities could be analyzed in terms of their
time delay. For example, the time domain control can further be manipulated by changing the
incidence angle 6, thereby causing strongly asymmetric line shape profiles, or by considering more
complex magnetization and polarization directions. It is important to note that the time delay
7 is only well defined if a definite polarization arrives at the detector, since for its calculation the
phase of the reflection coefficient is required. For an incoherent mixture of the field polarization
as described in Eq. , the phase arg(R) and hence the delay 7 is not well defined. In
addition to the cavity layouts mentioned above, also the EIT-cavity employed in Ref. [56] should
be mentioned here. Since the smoking-gun-signature of EIT is sub-luminal light propagation, it
should be expected that also in this setting a large time delay is observed. Indeed, we find very
pronounced values close to the resonance. However, the frequency range of the extreme values
is very narrow and overlaps with the EIT minimum in the reflection rate, such that the signal
arriving at the detector is strongly suppressed. Therefore, in summary, a well-suited candidate
for observing slow light in the x-ray domain is a cavity operated in a SGC setting.
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Figure 6.1: Time delay 7 for pulses with central frequency A, reflected from the cavity defined in Tab.
for Pt (blue) and Pd (red) as mirror material. In the right panel a magnetization in the *"Fe layer causes
a Zeeman splitting and the m geometry (see Sec. is realized. In this case even super-luminal light
propagation can be realized.

6.3 Experimental implementation

6.3.1 Narrowband x-ray pulse generation schemes

We have seen in the previous section that our thin-film cavity can be employed to modify the
time domain characteristics of reflected x-rays. However, the desired group velocity control with
sub- or super-luminal light propagation and subsequent applications require a spectrally narrow
x-ray pulse (SNXP) in the first place. Below, we will briefly review some existing schemes how
such pulses can be created and introduce a novel method, in which an SNXP is effectively created
from broadband synchrotron radiation (SR).

In the x-ray regime, narrow-band radiation is provided by Mossbauer radioactive sources.
However, they are not pulsed, except for scenarios where special modulation schemes are ap-
plied [57]. Pulsed x-ray sources of choice are SR sources which provide high-brilliance beams
and repetition rates in the order of some 10 — 100 ns. Here, the technique of nuclear resonant
spectroscopy is an established method [49]. It relies on broadband excitation of nuclear levels
and subsequent detection of the delayed nuclear decay signal. However, narrowband filtering of
a single line from SR with sufficient rejection ratio, which is required for group velocity control,
is challenging since the beam has a bandwidth orders of magnitude larger than the nuclear reso-
nance. One approach in this direction has been recently successfully demonstrated [97, [98], [TOT].
In this case, a narrowband, pure nuclear reflection from a 5"FeBOs3 crystal is employed to sup-
press the enormous fraction of non-resonant photons in the incident beam. Other approaches for
suppression of the off-resonant photons rely on polarization filtering [50, [192] or on a high-speed
mechanical chopper [247]. In the latter method, an ®"Fe foil acts as a bandpass filter and adds
a tail of delayed narrow-band light scattered by the nuclei to the x-ray pulse, as shown in in
Fig. a). The chopper is operated such that it blocks the temporally short broadband incident
pulse, but lets the delayed signal pass. As a result, the absorption dip induced by the iron foil is
converted into a SNXP, which can then be used in an subsequent experiment. We note that the
characteristics of the generated SNXP spectrum are primarily determined by the thickness of
the iron foil. A thin or less enriched foil results in a single peak structure, whereas for enriched
thicker foils effectively a double-hump distribution well-known from nuclear resonance scattering
is created [248|, [249]. These two cases are illustrated as dashed and solid lines, respectively, in

the insets of Fig. [6.2fa).
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Figure 6.2: (a) Possible setup for the generation of SNXP from broadband synchrotron radiation. A
single line *"Fe foil imprints an absorption band on the initially flat spectrum. This absorption is
converted into a SNXP by a mechanical chopper which suppresses the unscattered prompt response, but
not the delayed nuclear response. The insertions depict the frequency- and time-resolved amplitude of
the field at the corresponding stages of the scheme for a thick (solid lines) and thin (dashed lines) *"Fe
foil. (b) Actual implementation of the pulse generation scheme in our experiment. A polarimeter blocks
the background photons such that neither a mechanical chopper nor a high-resolution monochromator
for the SR is required. The variable a posteriori time gating facilitates the analysis of the delayed SNXP.

Actual implementation

The group velocity control could thus be explored using a combination of the SNXP generation
in Fig. a) with the actual nuclear delay line formed by the thin-film cavity. Moving the
cavity allows to selectively tune the desired pulse delay. Instead, here, we employ a related
approach which avoids the need for a mechanical chopper. In our scheme shown in Fig. b),
the initial broadband SR pulse is directed into a high purity x-ray polarimeter [194], which
embeds the cavity containing the nuclei. After the polarimeter, the x-rays pass the °7Fe foil, and
subsequently are detected in the time domain by an avalanche photo diode.

Compared to the setup in Fig. (a), in our scheme, the order of the cavity and the >"Fe foil
are reversed. This is possible, since all responses are linear. Second, instead of moving the cavity
to tune the group delay, the 5"Fe foil is moved, which is easier to realize and equivalent via a
change of reference frame since both the source and the detection are spectrally broad. Most
importantly, the mechanical chopper essential for the setup in Fig. a) is not required in our
scheme, since the polarimeter is operated in crossed setting. Thus, only those photons arrive
at the detector, whose polarization has been rotated throughout the interaction with the nuclei.
Thereby, the non-resonant background is removed, such that no high-resolution monochromator
for the incident SR pulse is required, and the remaining signal can be detected without time
gating. Apart from the simplification of the experimental setup, this also opens the possibility to
a posteriori choose arbitrary time gatings in the data analysis. This is of interest, since after the
5TFe foil, the resulting detection signal becomes R(t) = Rs(t) + Rsnxp(t) in the notation of the
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Figure 6.3: Slow and fast light can be observed using suitable cavities. At late times, the full signal is
essentially given by the response of a spectrally narrow x-ray pulse. The time delay 7 of such pulses is
clearly observed in the shifted minima, which is a well-suited signature for an experimental realization.
Parameters are explained in the main text.

theory description already established in Sec. Here, Rs(t) corresponds to the response of the
photons which passed the ®Fe foil without interacting. The photons, however, which interacted
with the foil are distinguished and constitute the SNXP as illustrated in Fig.[6.2] Therefore, their
response Rgnxp(t) forms the signal of a SNXP that has interacted with the cavity. In Sec.
we have already seen that the desired delayed part Rgnxp(t) can be separated from Rj(t) by
time gating, as the part Rs(t) decays significantly faster for long times, and our approach allows
to optimize this time gating throughout the data analysis.

An alternate point of view of the two schemes can be given by means of the theoretical
description in the time domain. In the SNXP generation scheme from Ref. [247] visualized in
Fig. a), the sequence can be described by

RSNXP (t) = [TNFS (t) : e(t - tO)] * RCavity(t) . (640)

Here, the first part describes the SNXP generation using a chopper in time domain, where t
denotes the time from which the light can pass the chopper. Subsequently, the pulse interacts
with the cavity, expressed via a convolution. In our implementation from Fig. b), the full
stage corresponds to the expression

R(t) = [Reavity () * Tnrs(t)] - 6(t — to) . (6.41)

In this scheme, the signal is chopped in time domain only after the interaction with the two
devices in the optical path. A thorough calculation of this signal was performed above, starting
at Eq. . Here, we perform a simplified analysis.

Generally, the responses obtained in the two schemes characterized via Eq. and Eq.
differ from each other. However, as mentioned before, they agree in certain limits. To illustrate
this, we note that the time response of the cavity Rcavity(t') mainly contributes at ¢’ = 0 due to
its superradiant decay. Then, Rcavity(t') 6(t — to — t') = Rcavity (t') 0(t — to) and we can rewrite
the convolution integral in Eq. to

Rsnxp(t) = / Tnrs(t —t)0(t — t' — to) Roavity (') dt’

~ / Trrs(t — t)0(t — to) Reavity (') dt’
= [TNFS (t) * RCavity(t)] . H(t — to) = R(t) (642)
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Clearly, the approximation used here is very crude and should only be seen as an supportive
argument to our statement: The true pulse generation scheme and our approach are closely
related and our implementation can indeed be used to obtain the desired information on a
SNXP reflected by the cavity.

To also deliver a more reliable argument, we turn to numerical calculations of the responses of
the two schemes. To this end, we consider the cavity defined in Tab.[6.1] operated in 7w geometry
SGC setting. The time resolved intensities are shown in Fig. In the left [right] panel the
cavity with Pd [Pt] as mirror material with Doppler detuning of the *"Fe foil Ap = —407 [07]
was chosen. In both cases the thickness of the foil was taken as 5.6 pum.

The first important thing to note from Fig. is that at late times, the full response R(t)
is indeed essentially given by the SNXP contribution only. This now gives a clear numerical
argument that the two discussed schemes are equivalent on large time scales. Second, we notice
that the SNXP response is indeed shifted in the time domain, indicating a delay which is induced
by the nuclei in the cavity. This way, both a positive and a negative time delay can be engineered,
which corresponds to slow and fast light in the cavity.

The dispersion of the nuclei in the cavity result in a delay of the pulse without distortion. This
can be seen already from the structure of Rgnxp(t) calculated in Eq. , where the delayed
pulse is unaffected apart from a scaling factor and the time delay 7. The same behavior can be
observed from the simulations shown in Fig. [6.3]

The time delay can be best seen from the shifted minima of the Bessel envelope in the response
Rsnxp(t). In order to exploit this feature in an experiment, a relatively thick iron foil should
be utilized, such that multiple beatings can be observed in the time spectrum. Additionally, the
employed cavity should exhibit a large superradiant enhancement, because in this situation the
unwanted response part Rs(t) is diminished.

6.3.2 Measurements of the time delay

Guided by the group of Ralf Rohlsberger (DESY, Hamburg) and Rudolf Riiffer (ESRF, Greno-
ble), we performed the experiment at the ID18 nuclear resonance beam line at the European
Synchrotron Radiation Source (ESRF, Grenoble) [93] using the setup sketched in Fig. [6.2)(b).
The x-ray cavity consists of a Pd(2 nm)/C(20 nm)/*"Fe(3 nm)/C(21 nm)/Pd(10 nm)/Si layer
system which is probed in grazing incidence such that the fundamental guided cavity mode is
resonantly excited. The high purity x-ray polarimeter provided by the Institute for Optics and
Quantum Electronics in Jena and the Helmholtz Institute Jena is described in more detail in
Ref. [194]. A magnetic field is applied along the beam propagation direction, defining the quan-
tization axis for the magnetic hyperfine splitting in the 5“Fe layer. In this setting, the Faraday
geometry as defined in Sec. is realized and vacuum-mediated couplings between the differ-
ent hyperfine levels arise, which lead to steep linear dispersions as in EIT systems such that
large time delays 7 are expected. Note that in contrast to previous experiments focusing on
the measurement of the absorption spectra [50, 62, [56], here, a full transparency of the medium
on resonance is not desirable, as it would correspond to zero intensity in reflection, prohibiting
a detection of the propagated pulse. Therefore, the cavity system is chosen such that steep
dispersion is obtained while maintaining sufficient intensity in reflection direction to enable the
pulse detection. The additional stainless steel foil with 5" Fe for the SNXP generation with thick-
ness 10 pm was mounted on a Doppler drive, such that pulses with different central frequencies
wsnxp = wo + Ap could be generated (see Fig. [6.2(b)).

Due to the narrow nuclear linewidth, the SNXP consists, on average, of less than one photon.
Triggering data acquisition on the detection of a photon at the detector thus essentially leads
to post-selection of single photon SNXP. In the experiment, we registered the photon time of
arrival together with the Doppler drive velocity for each signal photon separately. This enables
us to analyze the intensity of the light registered by the detector as function of the pulse center
frequency and time, as shown in Fig. Clearly, the time spectra of near-resonant pulses
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Figure 6.4: Photon counts registered by the detector as function of time and Doppler detuning of the
5TFe foil. White dashed lines indicate theoretical predictions for beating minima positions without pulse
delay. Solid white curves show corresponding predictions including the delay. Close to resonance Ap = 0,
the temporal response is clearly shifted compared to the off-resonant case. The additional oscillatory
structure superimposing the data is due to the residual response Rs of the incident synchrotron pulse.
The bleached area covering times ¢ < 50 ns contains mostly data from this initial é-pulse excitation and
is excluded from the data analysis.

(Ap = 0) are delayed compared to those of the off-resonant pulses, which can best be seen from
the shifted beating minima at ¢t ~ 60 ns and 120 ns. This is illustrated in more detail in Fig. a)7
where time spectra at resonance and far off-resonance are shown. From the theoretical analysis,
we could identify the additional oscillatory structures superimposing the simple temporal shift
of the registered intensity by 7 predicted in Rgnxp(t) as arising from residuals of Rs(t) in the
data.

To determine the free parameters of our theory from the experimental data shown in Fig.
we minimized the deviation from the recorded data and the theoretical values calculated numer-
ically with Eq. . To account for the steep gradient along the time axis, the intensities were
normalized along the detuning axis for each given time step. The best agreement was found for
the scaled cavity parameters x = 45v, |g|> N = 3285v2, A¢ = —28.17y and the effective thick-
ness L = 126.3 corresponding to a foil with thickness 10 ym enriched to ~ 85% in 5“Fe in the
Méssbauer drive.

From the experimental data shown in Fig.[6.4] we extracted the time delay 7 of the x-ray pulses
by fitting the analytical response function with variable 7 to the data. The result is shown in
Fig. b). As expected, around the cavity resonance where the nuclear susceptibility exhibits
a steep positive linear dispersion, substantial pulse delays up to 35 ns are observed. Away from
the nuclear resonance, the delay reduces until it becomes zero off-resonance.

The experimental time delay was determined by fitting the analytic expression for the time
spectrum using Eqgs. (6.17), (6.18) and to the measured data for each Doppler detuning
Ap. In Eq. (6.18) the Fourier transform of the reflection coefficient is calculated. This can
be done analytically, since the in the Faraday geometry it can be expressed as a sum of two
7w geometry-like spectra, for which the Fourier transform was already calculated in Sec.
In our analysis, the cavity parameters determined above and a global scaling factor were kept
constant, such that the only free parameter is the time delay 7 entering Eq. . In order to
extract the delay of the SNXP only, we suppress the contribution of the incident d-like pulse by
restricting the fit range to times ¢ > 50 ns.
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Figure 6.5: (a) Sections through Fig. at constant energies Ap. Close to resonance, the time spectrum
is clearly shifted compared to the off-resonant case. Solid lines are theoretical predictions for the pulse
part Rsnxp only, which is expected to deviate from the experimental data at initial times due to the
omission of Rs(t). (b) Time delay for the SNXP as function of the detuning Ap between SNXP and
the nuclear resonance. Black dots show the delay extracted from the experimental data. The red solid
curve shows the corresponding theoretical prediction. Error bars are described in the main text.

We found that due to the oscillatory structure of the data, the fit result can be affected by
the starting value chosen for 7. To extract unbiased values for 7 from the data, we employed
the following method: First, the best fit 7y over 50 equidistantly distributed initial values in the
range from 7 = —0.1/7 to 0.4/~ was determined. Second, we performed another 50 fits with
initial values in the range + 0.25/ around the previously determined 7g. Third, from these fits
only the ones with —0.1/y < 7 < 0.4/~ were kept, since values outside this range clearly indicate
an artifact caused by the oscillatory structure. Finally, we weight each 7 with the inverse of its
fit’s variance to take into account the fit quality. From this final set of time delays 7 the mean
value and its standard error were determined.

Small distortions in the experiment, such as imperfect magnetization of the °"Fe layer, can
result in a difference of the actual and the theoretically predicted spectrum. Far off-resonance,
where Rcavity(Ap) < 1, this can lead to a large relative error. Since Rgnxp(t,Ap) in the fit
function also depends on the spectrum Rcavity (Ap), its amplitude is affected by the same error.
Since the global scaling factor was kept constant, the time delay 7 obtained from the fit might
therefore be distorted. This explains the discrepancies to the theoretical predictions in Fig. b)
at large detunings.

In summary, we have demonstrated group velocity control for spectrally narrow hard x-ray
pulses, yielding controllable pulse delays of up to 35 ns via sub-luminal light propagation. From
simulations of the x-ray pulse dynamics, in which Maxwell’s equations were solved numerically
(c.f. Sec. , we determined an upper bound for the propagation length of the pulse inside the
cavity of about 1 mm, which translates into an upper bound for the reduced group velocity of the
SNXP of vg, < 10~*¢c. The group velocity control was enabled by a powerful method to measure
the response of an SNXP, which requires neither mechanical choppers nor a high-resolution
monochromatization of the incident SR light, and thus provide a route towards nuclear quantum
optics experiments beyond dedicated nuclear resonance beam lines. This way, slow light, EIT
and related phenomena in the future could enable the coherence-based enhancement of non-linear
interaction between x-rays and nuclei [IT6]. Next to this primary goal, our scheme presented
here could also be used to measure the phase of the response of an unknown sample, since the
observed time delay is directly related to the phase of the optical response of the cavity-nuclei
system.
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6.4 Time-resolved intensity in Fourier space

We have seen above, that in order to measure the spectrum which is reflected from a thin-film
cavity, a Mossbauer drive, i.e. a vibrating foil with >"Fe nuclei, is typically placed in the optical
path. If the latter is moving with velocity v, its resonance frequency is Doppler shifted by
Ap = wov/c and thus the cavity spectrum is scanned by means of an externally controllable
frequency Ap. In frequency domain this setup is fully characterized by the product of the
complex reflection and transmission coefficients of the respective elements in the optical path.
Since we are often interested in the spectral properties, such as Lamb shifts and superradiant
decays, it would be desirable to directly have access to this frequency space product in an
experiment. However, as discussed before, only the absolute value of its Fourier transform is
measured, from which the properties of the system are to be reconstructed. Since the phase
information of the time response is lost, it is not possible to obtain the original spectrum via the
inverse transformation. A method of second choice, though, is to transform the real-valued data
back into frequency domain, hoping that signatures of some spectral properties remain. The
procedure is roughly illustrated below.

FT! -1 FT
RCavity(A) -TNps(A—AD) — R(t,AD) — I(t,AD) — I(w,AD)
——— ———
spectral information experimentally remaining
available spectral
information?

In the following, we will first perform a theoretical analysis and calculate the Fourier picture of
the time-resolved intensity. Then, we will exemplarily identify a property in this domain which
allows us to extract the Lamb shift in the cavity with an alternate method to the one used before
in Sec. Finally, we will apply our analysis to real experimental data.

6.4.1 Theoretical analysis

Let us begin with a short recap of the formal theoretical description. As discussed in Sec. [6.1.2}
the response of the 5“Fe foil upon the transmitted x-rays can be described with the transmission
function

iLvy/4
T A Ap)=exp| ——F"F—-—F—], 6.43
nrs (A, Ap) < A—AD+§7> (6.43)
and the cavity reflection spectrum is generally taken as RCavity(A)- The time resolved intensity
at the detector is given by (c.f. Eq. (6.3))

2

I(t,Ap) = % (6.44)

/ Rowig (8) Taps (A, Ap) e A

This is the quantity which is directly measurable in an experiment. Now, we aim to exploit the
complementarity of time and frequency, and evaluate this function in Fourier space

I(w,Ap) = V%? / I(t, Ap)etdt . (6.45)

In Sec. it was shown that the time resolved intensity I(t, Ap) can be approximated as
(. Eq. (6.17))

I(t,Ap) = |Rs(t) + Rsxxp (t, Ap)|* | (6.46)
where R;(t) is the Fourier transform of the cavity spectrum Rcavity (A) and

wLy

P Y —iApt
Rgnxp(t,Ap) = —e 2 0(t — 7)Rcavity (AD)e 20— 1)

Jl( Lfy(th)). (6.47)
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Next, let us look at the cavity reflection coefficient Rcavity(A) and its Fourier transform Rys(t)
in more detail. In the case without a magnetic splitting in the 5“Fe nuclei, the cavity spectrum
has a general Fano profile (see Tab. . Hence, in frequency space, the cavity reflection ampli-
tude consists of a constant continuum contribution and a Lorentz profile. In time domain, this
translates into a 0(t)-pulse and a part with an exponential decay. The &(¢)-pulse, however, is
usually not recorded in the experiment and suppressed by a time gating mechanism. Thus, we
will neglect this contribution in the following analysis. Keeping the term would not affect our
results, since the transformation of the time signal o §(¢) into Fourier space only results in a
constant offset.

In the case where the magnetic splitting gives rise to SGC (see Chap. , the cavity spectrum
and thus its time domain response is more complex. But as shown in Sec. the simplest
case with two interacting resonances featuring SGC can also be transformed into time domain
analytically. The result can be written as a sum of multiple exponential decays and thus, the
situation is comparable to the case without magnetic splitting. In the following we will, for
simplicity, restrict our analysis to a cavity response of the form

Rs(t) = Rporentz0(t)e ™", Re(z) > 0. (6.48)

This expression could easily be extended to SGC-type time spectra by adding additional terms
o O(t)e™*t with different 2’. For an unmagnetized cavity, which we consider here, the constants

in Eq. (6.48]) are given by

5= 4krlgl*N
R orentz — 2 a7 A - o 6.49
Lorent WS(AC —iK)? ( )
~y 292N r .
_7 _ LA 6.50
z 2+3(/€+2Ac) 2+Z LS » ( )

where I" and Apg correspond to the superradiantly enhanced decay rate and the collective Lamb
shift.

Now let us transform the time resolved intensity into Fourier space. For this, we expand the
modulus squared in Eq. into three parts

I(t,Ap) = |Riorentz0(t)e"* + Renxp(t, AD)|2
| Riorents|20(t)e~2Re ()t
+ |Rsnxp(t, Ap)[®
+2Re (Riorentze(t)e_z*tRSNXP(t’ AD))
= L(t)+ L(t,Ap) + I3(t,Ap) ,

6.51
6.52

(6.51)
(6.52)
(6.53)
(6.54)

6.54

and calculate their corresponding Fourier transformations. The first expression can be computed
straightforwardly as

_ |RLorentz |2 1

1 oo
Il(w)zﬁ/_ooll(t)dt— N el

In order to calculate the second Fourier integral we use the relations [250]

2 & 2(—1)"*+11(2n) Lyt\"
7 (V) _;F(n)QF(n—i—l)F(n—FQ) (4) ’ (6.56)

(6.55)

/ e U dt = o~ "D (n 4+ 1) , (6.57)
0
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and obtain

1 o L 2
IQ(C*J’AD) = \/ﬂ/ 27T|RCavity(AD)‘2677(t77—)9(t - 7')4(1&737_)J1 ( L’)/(t — T)) 6“"tdt

, o0 L 2
= \/27T|Rcavity(AD)|26’“”/ e‘”tTZJl (\/Lwt) ewtdt
0

‘ 2(_1)n+11"(2n) L’7 n+1 oo o _
_ ) 2 iwT — (rmi)tgnt
V21| Roaviey (Ap) e 2:1 F(n)?T(n+1)I'(n+2) \ 4 /0 ‘ n

2(—=1)"+1T(2n) LyY\""' T(n)
( ) (v

T(n)2T(n+1)T(n+2) \ 4 — iw)"

(1 _ 2 (JO (;L_Vfw) —idy (;@ii))) . (6.58)

Finally, we need to transform the interference term I3(t, Ap) = 2Re[l3(t, Ap)] into frequency
domain. Using basic Fourier transform properties, we rewrite

n

=V 27T|]%Cavity (AD) |26iw'r

1

=[5 M

=V 27T|RCavity(AD)|2€in

Ig(w,AD) :jg(w,AD)#*fg(*w,AD)* . (659)

Hence, it is sufficient to calculate the Fourier transform of I (t,Ap) only. Assuming 7 > 0, such
that 0(t)0(t — ) = 6(t — 1), this yields

~ 1 o0 "
B 80) = 7= [ Riapnadle Rexxr(t, Ap)it

o] . 5 I
= _RiorentchaVity(AD) / e_(z +ilp)t e(t - T)ei 2 (ti‘r) i Jl ( L’Y(t - T)) dt
—o0 4(t — 1)
. ) o L v L
- *RiorentZRCavity(AD)ei(z +7'AD?ZW)T/ 6_(2 +1AD+g_zw)t 472/]1 (\/TW) dt .
0

(6.60)

We use the series representation of the Bessel function to evaluate the integral

& .. Y. L
[ e vianiteon [T ()
0

fe%e] n n+1 0o

=2 n:i:j 1)! (LZ) / ¢~ (T HAD G —iw)tyn gy
n:0 . . O

_ i ()" L\ n!

_n:O nl(n+ 1)\ 4 (z* +iAp + § —iw)H?

= 1—exp ( —ily/4 ) , (6.61)

w—Ap +iz* +ig

and we finally obtain

I~3(w, AD) _ _RiorcntZRcavity(AD)ei(waD+iz*)7— (1 — exp (M)) . (662)
2

Now we have the Fourier transformations of all three parts in Eq. at hand.

While the Fourier transformations here were carried out without approximations, it is impor-
tant to remember that Eq. 7 which did enter the initial expression I(¢, Ap), was obtained
under the assumption that the cavity reflectance amplitude does not rapidly change, while the
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Figure 6.6: The numerical simulation and the analytic approximation of the time-resolved intensity in
Fourier space is shown. The analytic calculation breaks down as expected in the range of small Ap. The
additional features, in particular the diagonal structure and the overall scaling agree very well. Scaled
parameters: kK = 45, kp = 25, |g|\/ﬁ = +1400,A¢c =0,L = 78.

phase was linearized, see Sec. [6.1.3] This leads to the time delayed signal of the Bessel-type
response function and caused an unphysical discontinuity at ¢ = 7. Roughly, the erroneous area
can be narrowed down to small times 0 < t < 7 and values of the Mdssbauer drive detuning lim-
ited to =50y < Ap < 507, since a time delay 7 occurs only close to the resonances of the nuclei
in the cavity. From this we can expect, that the time-resolved intensity in Fourier space shows
deviations from exact numerical results as well. In particular, the erroneous range is expected
at large w and small Ap. To test the validity of our analytical result, we compare it to an exact
numerical solution. To this end, the response in time domain was computed numerically. In
order to match the realistic scenario, the §-like pulse was suppressed in the obtained data and
finally, the modulus of the time resolved intensity was transformed back into frequency domain.

Both the numerical and the analytical results are shown in Fig. [6.6] Apart from the expected
range already discussed above, the analytic model captures the essential parts of the structure
from the numerical simulation extremely well. Probably the most dominant pattern is the V-
type diagonal shape, visible both in the amplitude and the phase representation. Due to the
agreement of the numerical data with the model we can identify its origin by examining the
different parts of the theory. In fact, the diagonal structure originates from

exp (¢) (6.63)

:I:w—AD—i-iz*—&-i%
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in Eqgs. and . The exponential becomes minimal for +w—Ap+Im(z) = 0. From this
we observe that the diagonal structure in Fig. is actually shifted from the center by Im(z),
which, according to Eq. (6.50)), is the collective Lamb shift of the nuclei in the cavity. Thus,
correctly identifying the diagonals offers an alternate method to extract the Lamb shift from the
measurement data.

In principle, choosing a data section at large negative drive detuning A p, then identifying its
mirrored counterpart for positive detuning will allow us to reconstruct the Lamb shift Apg =
Im(z) from their center. However, this naive approach will generally fail. The reason is that in
the cases where one would expect a non-zero Lamb shift, the Fourier spectra for large negative
and large positive Mossbauer detunings Ap are not comparable, as their relative amplitude can
strongly differ from each other. Hence, only the signature of the diagonals and not the structure
of the circumjacent data may be used to obtain the Lamb shift in this fashion.

In order to apply this understanding to an experimental situation, we have to take into account
that in a realistic scenario a time gating is usually applied during the measurement. While
the theoretical considerations above only neglected the prompt J-like pulse, in an experiment
often the first several nanoseconds are suppressed. From numerical simulations, we observe that
the time-resolved spectrum in Fourier space still contains the diagonals, but also oscillatory
structures in the amplitude. For the phase, we find that the time gating causes the a linear
rise along the w-coordinate, which is superimposed with the structure shown in Fig. [6.6] This
can easily be understood by noting that a shift in time domain corresponds to a linear slope
of the phase in frequency domain. Indeed, we find from numerical simulations that the phase
behavior is consistent with an additional global phase factor exp (iwtstart), Where tstary denotes
the beginning of the time gating window.

6.4.2 Lamb shift measurements revisited

Let us now see how the Lamb shift can be obtained in practice. We apply our analysis to the
experimental data sets, which we also used in the analysis on Fano line shape control in Sec. [£.1.2]
We choose the data sets of two different cavities measured at different incidence angles A#, in
which the diagonals in the Fourier spectra are well pronounced. In Fig. [6.7 we show their time
resolved intensity as well as the amplitude in Fourier space.

As described above, we choose a suitable region around the diagonals and try to find its
counterpart based on the diagonal structure only. This is illustrated in Figs. [6.8(a) and [6.8(b)
for cavities 1 and 2, respectively. From the center of these two counterparts, the Lamb shift of
the respective cavity setting is obtained. The accuracy of this procedure, however, is limited by
the rather large pixel size along the Ap-axis. In Figs. a) and b)7 the binning along
the abscissa was chosen such that the frequency difference of two adjacent pixels corresponds to
Aa, = 2.057, such that the error in the Lamb shift is of the order of Aa, /2 = 1. In principle,
one could choose a smaller step size, however at the cost of less statistics for each bin. The Lamb
shift from this analysis as well as the Lamb shift we obtained earlier from the fits performed in
Sec. are shown in the following table (in units of ).

Cavity 1 Cavity 2
A6 =100 purad Af = —46 urad
Fourier space analysis 14.4+1.0 —-16.3+ 1.0
Fano fit method (Sec. [4.1.2]) 9.1£1.6 -13.3£1.3

Clearly, the Lamb shifts obtained with the two different methods are in the same range but
do not agree very well. The reason for the discrepancy is most likely due to distortions in
the recorded spectra which can strongly modify the Fano profile fits. We have already seen in
Sec. that the oscillatory structure in the spectra for large Af superimpose the narrow Fano
spectra. As a consequence, the superradiantly broadened width of the nuclear resonances could
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Figure 6.7: Experimentally measured time resolved spectrum (top row) and its Fourier representation
(bottom) for two cavities at different incidence angles Af is shown. The diagonal structures in Fourier
space are predicted by the theory and can be used to determine the Lamb shifts of the cavities.

not be detected properly. Thus, it is conceivable to assume that in the same parameter range
also the exact position of the resonances, i.e. the Lamb shift, cannot be determined with high
accuracy, since the measured data in the relevant frequency range is diffuse.

Based on this observation we can distinguish two complementary parameter ranges: For small
Af, the spectra obtained via the time gating technique are undistorted and Lamb shifts can
be extracted by fitting a generic Fano curve to the data as performed in Sec. The lack
of characteristic oscillations in this parameter regime, however, limits the applicability of the
Fourier space method described here. Conversely, in the range of large A6, the situation is
reversed. The pronounced oscillations in the data render an analysis via a Fano fit complicated,
while in Fourier space the diagonal lines can in turn be identified with very high precision.
Hence, these two fundamentally different methods to determine the Lamb shift from measured
data complement one another as they are best applied in situations where the other method is
expected to fail.

Finally, we want to emphasize that an analysis in Fourier space does not only reveal the Lamb
shift of the nuclear resonances. For example, the diagonals mentioned before are true diagonals
in the sense that their slope is unity, which can be seen from Eq. (6.63). Thus, their behavior in
w-Ap-space can serve as a crosscheck on the calibration of the time and frequency axis in the
experiment. Apart from the features discussed here, it can be expected that more information
is hidden in the Fourier space data. It could be promising to explore the general scaling of the
amplitude in Fourier space, since Eq. suggests that its behavior along the w direction is
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Figure 6.8: Time resolved intensity in Fourier space for two recorded data sets. The marked sections are
mirrored counterparts. Their center is not located at Ap = 0 (dotted line), but at the Lamb shift of the
cavity (dashed line).

Lorentz-like with its width connected with the superradiant decay rate in the cavity. Another
feature which could be worth investigating, is the underlying linear slope in the phase visible in
Figs. a) and b). This might serve as a tool to determine the exact time gating window
used in the experiment.
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Chapter 7
Quantum Optical Model Extended

In the previous chapters we covered the description of cavities with a single layer of resonant
57Fe nuclei. Already in this scenario a rich set of phenomena and effects, such as Fano line
shape control or magnetically controllable reflection spectra modified by spontaneously generated
coherences, could be observed. However, there is an additional cavity configuration which has
sparked interest recently. In a setting with two particularly placed resonant layers in the cavity
it was possible to observe a reflection spectrum with a deep interference minimum in the center
due to the phenomenon of electromagnetically induced transparency (EIT) [56], 116} [117]. This
is a remarkable result, since typically two coherent driving fields are required for this effect to
emerge. In Ref. [56], however, the EIT experiment was established in a thin-film cavity with only
a single excitation from a synchrotron beam, whereas the second field was intrinsically provided
by intra-cavity couplings between the two °”Fe layer. This experiment and the EIT interpretation
was described in more detail in Sec. 2.1.4l

The quantum optical description we developed so far is not yet capable of describing this EIT
experiment, or more generally spoken, it does not yet cover cavity settings with multiple resonant
layers. But motivated by the expected significance of multilayer configurations, it would be highly
desirable to also have a microscopic theory at hand, which allows for a deeper understanding, such
as the nature of the intrinsic cavity-mediated coupling of the different resonant layers mentioned
above. We note that other approaches based on scattering theory were employed to tackle this
problem [251], however, so far they remained unsuccessful to provide a quantitative description
of the EIT experiment.

In the following sections we will generalize our theory with the aim to describe the single
photon EIT [56] and related settings. To this end, we will first extend the description to include
multiple guided modes and later to multiple layers. As we will see, each of these extensions on
its own will not give rise to fundamentally new effects in the nuclear reflection spectra. Only if
both extensions are considered simultaneously, we can recover the new class of EIT-like spectra
and this way provide a full quantum optical description for the EIT experiment in thin-film
cavities [56].

7.1 Generalization to multiple modes

So far we included only one guided mode in the theoretical analysis of the cavity. This is
typically justified, since guided modes are usually well separated from each other in terms of
their respective resonant incidence angle. For example, from the reflection curve show in Fig.[2.2]
it can be seen that the modes’ resonance angles are separated by =~ 1 mrad, which results
in large cavity detunings Ac. Nevertheless, as we will show below, the additional modes can
sometimes be of importance, since the nuclei can in principle scatter into them. Therefore, we
will also include them into our theoretical description. In this part, we will discuss the influence
of multiple modes on the reflectivity, while we still restrict ourselves to a single thin layer of
resonant nuclei in the cavity.

We start by revisiting the input-output relation of the electromagnetic field. Compared to
the initial analysis in Sec. the input field does not only drive one mode a, but multiple
modes al/!. At the same time, the output field is driven by these modes and, naturally, also
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the resonant nuclei will interact with the different cavity field modes. This means, we also have
to distinguish the coupling coefficients and decay rates for each cavity mode. In the following
we will denote these rates by an upper index [j] in squared brackets, which indicates that the
respective quantity is related to the jth guided mode (“al/1”) in the theory.

Generalizing Eq. from the original theory, we write for the input-output relation

Gout = —0in (8- Gin) +Z\/;[ ) ( ]) + ! ( 8’ a[;]ﬂ (7.1)

and for the Hamiltonian describing the dynamics of the modes

= Sl (oo o) 41
X | a a” " a a[a] ar gl
{ intq ( Qin ) 1 ( in 1 )

ol (a8 00 el (a,-a81) ] (72)

In a similar fashion, the couplings with nuclei are modified to include the sum over all modes j.
The interaction with atom n or, more precisely, with its transitions p, is given by

HC_ZZK ) (Mg 4 (du a[]) (0l () [”}+h.c.. (73)

Here, we denoted the coupling coeflicient between the mode j and the transition p of an atom n
by gl(tn)[y]

@>

. This coupling constant can be decomposed into
gl = g[j]cuei‘z’(")7 (7.4)

where ¢, is the Clebsch-Gordan coefficient of the transition pu, ™ accounts for a potential
phase imprinted on the nucleus by the field due to the atomic position, and gl/! denotes a global
coupling constant between mode j and all nuclei and transitions. Note that this factorization
is possible in this way only because we assumed a single thin layer of resonant nuclei in this
analysis.

Next, we perform the adiabatic elimination as in the case with only one guided mode. The
main difference is that we do not eliminate the two modes a; and as for the two polarization
directions only, but a total of 25 modes. Since the different modes are not mutually coupled,
they can be eliminated independently and their contributions to the effective master equation
sum up. In the same notation as in Sec. we obtain the effective Hamiltonian contributions
and the Lindblad terms

g =Y (ci:-l -ain) 3 (QU] <">[Jl) S" 4 he. (7.5)

1
H J
B =3 (gz.h.gy) 3 (%gﬁn)m ggmm*) 5msim (76)
v j
Lealp) =D (de11-d,) D7 (=g Wglm ™) Lo, 57, 55 (7.7)
n,m p,v 7
Furthermore, we find that after the adiabatic elimination the reflection coefficient is given by
. b, ()"
21 i 265 gy . (
= _1+ — a‘*u alIl - - 1 (&*u -1 d ) Sn_) .
Z J]JrzAJ] (Gouy ) ainnz,; zj: ’f“”iﬁ[é] out’ L “<M>

(7.8)
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At this point it is useful to consider the nuclear contribution to the reflectance only. Comparing
the effective master equation for one guided mode with the result above, we find that we can
identify the corresponding expressions in each part

Ho: Qg™ - 3 ablgmil (7.9)
His:  ousgPoi™ - zamg;f>mggm>w, (7.10)
Ecav : CSQI( u * — ZCS g/ u } ) (711)
(n)* 9] o (m]*
V2 KR g
R. M NRYRT (7.12)
K +iAc — KU +iAg

Apart from these modifications no further changes are present in the newly derived effective
master equation. The extensions above are only on the level of coefficients and, e.g., do not
introduce additional operators. This is a consequence of the adiabatic elimination performed
above. Therefore, we can use the upper set in Eq. and simply replace the respective
corresponding quantities in the results we already calculated from the single mode theory. Do-
ing so for the linear reflectance without magnetic hyperfine splitting and neglecting the trivial
polarization dependency (@, @), this yields

> /2 g f2rldl gl

J K[J1+1Alﬂ I klilial]

5]
2 2N
R=-1+) — R (7.13)

. n[j]+iA[g~] 3 A—i—i 2N (Z |g[]]‘ ( (91 _ [j])).

We observe that the general structure of the nuclear part is unaffected by including multiple
modes. It constitutes a Lorentzian line shape, shifted due to a collective Lamb shift and broad-
ened due to superradiance. In comparison to the single mode result, it can be seen from the
denominator that each mode induces its own Lamb shift and line broadening. But typically for
any angle of incidence, all except (at most) one modes are driven far off-resonantly as mentioned
above. Then, the according values for the cavity detuning A¢ become large and their respective
contributions to the Lamb shift and to the superradiance diminish. From the numerator of the
nuclear part, we find that the strength of the nuclear signal is typically determined by one domi-
nant mode with the smallest Ax. However, in general interferences between the different modes
can arise. Nevertheless, the general Lorentzian structure of the line profile is unaffected by this
and hence no qualitatively different features appear in the spectrum.

The main difference to the single mode result is found in the cavity contribution to the re-
flectance. Since we included multiple guided modes in the analysis above, it is clear that the
resonances of these modes should become apparent in the reflection curve, i.e. when considering
the cavity reflectance in dependence on the incidence angle 6. Indeed, the expression we derived
in Eq. - hlghhghts these resonances in its first sum. The resonance of a guided mode j is
encountered at AC = 0, and the reflection curve will exhibit a local minimum in its vicinity.

At this point it is of interest, how well the actual reflection curve can be described by the cavity
part of the reflectance. To this end, we compare the numerical results obtained with Parratt’s
formalism to the analytical expression of the multimode theory above. First, we note that in the
numerical data an envelope of the reflection curve, formed by the total reflection range, appears.
However, this is an effect of the bulk material properties and not related to the structure of the
cavity, and hence it is not taken into account by the analytic expression found from our quantum
optical theory. Therefore, we will heuristically combine the analytical formula, describing the
guided modes, with the reflectivity of the cavity’s mirror material, which approximately takes
into account the total reflection envelope.
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Furthermore, we have already seen in Sec.[4.1.3]that a dispersion phase is necessary to describe
the asymmetry of the reflection curve around the minima of the guided modes. It can be
included by simply generalizing the contribution which stems from the direct reflection on the
cavity surface (“—1”) with an additional phase factor exp (i¢¢c). Here, we want to handle the
asymmetric behavior along a wider range of incidence angles. Also, to take into account possible
effects of far off-resonant modes, which would give rise to a small constant contribution to the
reflection coefficient, we allow for a complex variable r instead of the cavity surface amplitude
—1 with |r| = 1.

With the heuristic modifications described above, the reflection curve reads

2/{%]

R(e) = REnvelo e(e) r—+ P —— O s (714
o 2 s il )
with the cavity detuning (c.f. Eq. (3.7))
) —
Ag] (0) = wo [\/COS (9)2 + sin (0([{]) — 1} . (7.15)

Let us now see how well this ansatz performs in practice. As we later aim to describe the EIT
scenario from Ref. [56], which we mentioned in the introduction of this section, we specialize to
this particular cavity. The cavity parameters are given in Tab. Note that the two resonant
iron layers cannot be described with the tools developed so far, however, for the description of the
reflection curve, the nuclear resonances are omitted anyway. In the specified cavity platinum
acts as cavity mirrors, therefore Rgnveiope(6) is the reflection coefficient of a single infinitely
thick Pt layer. It can be calculated, e.g., using Parratt’s formalism and the Fresnel formulas, see
Sec. We fitted Eq. to the expected reflection curve for the cavity, which was obtained
using Parratt’s formalism. The result is shown in Fig. [7.1] Clearly, the quantum optical model
together with the heuristic extensions, is well suited to describe the reflection curve. Interestingly,
we find that also the phase behavior is reproduced very well. This is remarkable, because only
absolute values were taken into account in the fit procedure. The analytic formula in Eq.
has only been corrected for a global phase to match the phase behavior predicted by the Parratt
formalism.

From Fig. [T.1] we can see that for angles # > 5 mrad the two reflection curves do not agree
anymore. This is expected, since we included only five guided modes in Eq. and restricted
ourselves to the range of the incidence angle 0 < 6 < 5 mrad in the fit. Thus, guided modes
beyond the angle § = 5 mrad are not taken into account. Considering the phases of the reflection
curves, a clear deviation can be seen at the second guided mode at # ~ 3 mrad. In contrast to
Parratt’s formalism, the curve obtained with the quantum optical model features an apparent
phase jump of 27 at the resonance. As we already discussed in Sec. [3.3.1] this is a sign that

Table 7.1: Cavity parameters for the two-layer cavity in node-anti-node configuration, which shows an
EIT-like spectrum [56] (top to bottom).

Material ~Thickness [nm]

Pt 3
C 10.5
57Fe 3
C 6.5
57Fe 3
C 21
Pt 10
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Figure 7.1: Cavity reflectance as a function of the incidence angle . The minima denote resonance angles
at which guided modes are driven resonantly. Including a dispersion phase and the heuristic extension
of an envelope given by the topmost layer (gray dashed line), the quantum optical theory (blue) can
reproduce the exact result calculated with Parratt’s formalism (red) very well. In the quantum optical
model only the first five guided modes were taken into account. Although only the absolute value of the
reflectance was fitted in the range 0 < # < 5 mrad, the behavior of the phases calculated with the two
descriptions are very similar.

the cavity mode is overcritically coupled, i.e. 2kg > k. Looking solely at the modulus, however,
the overcritical case cannot be distinguished from the undercritical situation where 2k < K
and no phase jump occurs. This is the reason why the quantum optical theory can predict a
different phase behavior. Generally, it might be beneficial to not fit absolute values, but the
complex values of the reflection curve directly. In this case also the over- and undercritically
coupled resonances should be captured correctly by the quantum optical theory. However, since
we are interested mainly at the third guided mode later on, which is the mode at which the
EIT spectra have been measured in Ref. [56], we can use the parameters obtained in the fit
discussed above for our further analysis. The cavity parameters we obtained from fitting the
reflection curve are listed in Tab. For the asymmetry parameter r in Eq. we obtained
r~ —0.981387 + 0.363327 7 ~ 1.046 ¢*("—0-355)  We will use these parameters later when we look
at the EIT scenario in more detail. Then, in addition to the discussion here, we will include the
effect of the resonant nuclei in the two iron layers as well.

We conclude this section with a few remarks. First, we found that the energy spectrum
of the nuclear reflection is not qualitatively affected by taking into account multiple modes in
the theory. However, from Eq. it becomes apparent that the relative phase and weight
between the nuclear part and the cavity contribution to the reflectance can change from the
relation we obtained in the single mode theory, see Sec. This modification is expected to
be small, because usually all but one modes are driven far off-resonantly and their contributions
vanish. Nevertheless, a residual effect could distort the ideal Fano spectrum, which was discussed

Table 7.2: Cavity parameters of the EIT cavity (Tab. D for the quantum optical model.

Mode 6y [mrad] K [7] kR [V]
1 2.55947 143979 6063
2 2.99212 533490 311541
3 3.54938 614951 275657
4 4.14851 784506 373773
5 5.07939 1718304 767598
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in Chap. 4] and potentially give a contribution to the Lamb shift measured for the Lorentzian
spectrum, similar to the dispersion phase ¢¢ discussed in Sec. But in any case, the
extension to multiple cavity modes is not able to explain the asymmetry of the reflectance curves
and the dispersion phase is still a necessary part to the theory. Finally, it should be mentioned
that it is not meaningful to extend the quantum optical descriptions to very large incident angles
0. Reasons for this are the fact, that the theoretical description of the perpendicular polarization
directions might break down, and that distinct non-grazing incidence effects are expected, since
the cavity is no longer probed in (000) Bragg geometry. The angular cutoff should therefore be
around the total reflection edge, which for typical cavity settings limits the number of guided
modes to ~ 5.

7.2 Multiple layers

In this part we will extend our theoretical description to additionally cover the cases where
multiple layers of resonant nuclei are embedded in the cavity. So far, a thin resonant layer was
assumed in the analysis and consequently the coupling factor g between the cavity mode and
all resonant nuclei were identical up to a phase factor which, however, could be transformed
away using collective states. As soon as we consider multiple layers, the assumption of uniform
coupling strengths is clearly no longer justified. Roughly, an intensity profile with sin? shape can
be expected along the cavity for the guided modes. Different layers at different positions will
thus experience different field strengths and the coupling coefficient g to the cavity mode cannot
be considered as a constant anymore. Also, we want to emphasize that the same argument holds
if a very thick layer of resonant nuclei is present in the cavity. Here, the nuclei close to the
two layer boundaries might be exposed to strongly differing field strengths and the respective
coupling coefficients become spatially dependent.

For simplicity, we will discuss the case, in which we include only one guided mode in the cavity.
The general situation of multiple layers and multiple modes at the same time will be examined
in the next section. In principle, the equations can be formulated by noting that every atom n
couples to the cavity mode with a different coefficient ¢(). However, we are not only interested
in the microscopic description, but compact expressions for our observables of interest, such as
the reflectance, are desirable. Therefore, we aim at repeating the analysis covering the linear
regime, i.e. the case where at most one nucleus is excited. To this end, different kinds of basis
transformations to introduce the collective states like in Chap. [3] have to be performed. Since
the full procedure of the adiabatic elimination and the subsequent simplification to the linear
regime is lengthy and does not provide new insights, the calculation is shortened and instead we
start to generalize Eqs. f to include the multiple resonant layers in the cavity. In the
following, we will mark an index related to a layer with curly brackets, whereas normal brackets
denote an atomic index.

In the analysis with only one resonant layer, we introduced the collective states |Eﬁ+)> which
describe the state in which the whole ensemble of nuclei shares one excitation on transition
. Here, we now generalize these states and denote a collectively excited state in layer [ on
transition p by |E,£l}). This is possible, because each nucleus in a given layer couples to the field
mode with the same strength and the basis transformations we performed in Sec. [3.2.2] can be
performed for the subset of nuclei as well. However, by doing so, we have to take into account
that Eqs. include the number of nuclei N, which is the number of atoms initially
in the ground state of the given transition p. It has been already discussed that due to the small
energy difference of the ground states, we can safely use N,, = N/2 for all practical purposes,
where N is the total number of resonant nuclei in the cavity. Naturally, we have to write N1} /2
here instead, where N1} is the number of nuclei in the particular layer I.

Exemplarily, we show how the driving part of the Hamiltonian in adiabatic elimination and
linear response changes upon including multiple layers [. Instead of coupling the collective ground
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state |G) to the excited state \E,(f)) with coupling coefficient g, each layer is now independently
coupled with its respective coupling constant. This is visualized in the equation below as

QgZ(d 1, am)cﬂ\fm VWG| + hec.
= QY g (ditiaun) o/ 5 IBIG] + e (7.16)
l H

Other parts of the Hamiltonian and the incoherent part of the master equation are modified
accordingly.

Now we want to analyze the case without magnetic hyperfine splitting in more detail. In this
setting, the ground and excited states of the nuclei are degenerate, respectively, and we choose
the quantization axis such that only the linear transitions p = 2 and p = 5 with Clebsch-Gordan
coefficient ¢, = \/2/73 are driven, see Tab. Further, we won’t distinguish the two transitions

and transform our equations such that only the state |E{1}) = 1/\@(|E2{l}> + \E;”)), which
consists of the symmetric combination of the two linearly polarized transitions, is used. In the
relevant subspace, the Hamiltonian and the Lindblad operators then read

Ho = 0\/2 3 g VNWED)(G] + hee. (7.17)

l
Hys = o2 Zg“}g{k}*VNU}N%}\E“}><EW\ : (7.18)
Leavlp) = —Cs2 Zg“}g{k} VNN L, [EWY (G, |G (B, (7.19)

and for the reflection coefficient we find

<%_1>_Z = \[Z W VNIHED |G | (@0yamm) - (7:20)

R:
K+ iAc am/{—sz

In the next step we will further simplify this set of equations by introducing a new state which
resembles a collective excitation which is distributed among the different layers. We define the
collective layer state

|EUHh = Zg{l}\/ N Bl (7.21)

with the normalization factor

2
A=Y ‘g{l}’ N (7.22)
l

With this new collective state we obtain

Ho = 0\/2VA [EU)(G) + he. | (7.23)
His = dus3A |BU (BT, (7.24)
Lenlp] = ~Cs24 L, B, 16) (] (7.25)
= [(%R N 1) L \/>‘F Emlﬂl@} (@5ys-@in) - (7.26)

Kk +iAc Qi K + iAC

From the last expression it can be seen that the nuclear part of the reflectance is determined
by the coherence (E{*}|p|G) only. Looking at the equations of motion in detail and keeping in
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mind that we work in the linear regime where (G|p|G) = 1, it can be readily seen that the time
evolution of the coherence of interest is not coupled to any other density matrix elements and
the coherence can be obtained straightforwardly as in Sec. [3.3] At the same time, due to the
linearity of (F{*}|p|G) and the detuning A in the upper expressions, it becomes clear that the
form of the steady state of the coherence cannot go beyond a Lorentzian line shape. An explicit
calculation shows that we obtain the reflection coefficient

2"”‘3R . QIQR %A

R=|-1+ —— — .
k+1iAc Z(Ii +iAc)? A+iT + 2A(iCs — bs)

(@ ain) (7.27)

where the nuclear reflectance part indeed constitutes a Lorentz profile. Restricting ourselves to
only one layer, the coefficient A reduces to |g|>?N and we recover the result which we already
derived in Sec.

Even though we included multiple layers in our analysis, we see from Eq. that it is not
possible to explain an EIT-like spectrum as reported in Ref. [56]. Rather, it is the combined
extension of multiple layers and multiple guided modes to the theory, which will be able to
explain the EIT phenomenon. This will be shown in the following sections.

7.3 Multiple layers and multiple modes

In the last two sections we extended the theoretical description to include multiple modes
and multiple resonant layers, respectively. In the results for the reflectance in linear response,
i.e. Egs. and , we observed that both extensions give rise to additions in the nu-
clear amplitude and to the collective effects, while, however, leaving the general structure of a
Lorentzian line shape unaffected.

A straightforward combination of the two results cannot be done. The reason for this is that
both extensions require modifications in the coupling coefficient g. In the reflectance obtained
from the two theories, different sums involving different combinations of the coupling constants
appeared. Thus, the two modifications to the Lorentzian line shape cannot be added indepen-
dently. Rather, it can be anticipated that the structure of the nuclear resonance will be more
complicated and fundamentally different from a Lorentzian profile.

We will elaborate on this conjecture by setting up the Hamiltonian and the incoherent Lindblad
term in the case of linear response and without magnetic hyperfine splitting in order to derive
the reflection coefficient from first principles. We start with Eqgs. 7, which we derived
in the analysis of the multilayer extension. At this stage no basis transformation to introduce
collective states was applied yet. Such a transformation could potentially interfere with the
multimode extension, since for the definition of the collective layer state \E{"’}) in Eq. we
explicitly used the decisive coupling constant g. Hence, we first extend the multilayer equations
given in Eqgs. ([7.17 f and modify them according to the multimode replacement rules from
Eqgs. f 7.12). Only after this step, a basis transformation can be applied. In the following
analysis we again mark a layer index in curly brackets {/} and indices of guided modes are
denoted by squared brackets [j]. This yields

Ho =Y 0l \/gz GV N EWYG| + hee. (7.28)
Fi l

Hys = Y63 3 gl gl N N0 B (7.20)
j 1.k

Loalp] = = > B2 gl VIR /N N o, BTG, |GYEH] (7.30)
7 IR
[7]
2
R=|-1+) ——K

— Kl 4 iAY)
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_Ez \/ﬁ \[Z DloN ﬁE{l}mG} s a) . (7.31)

To simplify this set of equations, it would be desirable to perform a basis transformation which
converts the different states | E{'}) which describes an excitation in a single layer into a collective
layer state, similar to the transformation we performed in Eq. - For that purpose, one
would have to sum over the layers I, which then contains the coupling factor gl/tt}. But since
this coupling coefficient now also depends on the guided mode index j, the basis transformation
must also involve the sum over the modes Y i However, it can be easily seen from the equations
above that this sum would be different for every contribution to the equations of motion, since
the prefactors depending on j are mutually different. Hence, it is not possible to transform the
system into a form in which only one collectively excited state is needed. Rather, in a cavity
configuration with [ resonant layers the equations of motion need to be solved for the [ coupled
states |E{l}>. This implies that the response of the nuclear ensemble will generally not follow a
Lorentzian line profile.

The different coupling coefficients g7t} required for the extended theory need to be deter-
mined by fitting the analytical expressions to numerical data, obtained, e.g., from Parratt’s
formalism. To reduce the number of free parameters, however, it might be beneficial to derive
them independently. In the future, this could be achieved by performing an eigenmode analysis
for the given cavity geometry [72 [73] [252] [253].

7.3.1 Application to the EIT setting

Next, we will now consider a particular case, namely we will analyze a setting with two resonant
layers in the cavity, which is the situation from Ref. [56]. In this work it was shown that
the reflectance is an EIT spectrum. A detailed discussion on this cavity setting and the EIT
interpretation was already given in Sec. 2.1.4]

Theoretical analysis

With our quantum optical theory and its extensions to multiple layers and multiple modes, we
can now treat this scenario analytically as well. To this end, we restrict ourselves to two layers
[ = 1,2, but we still allow for an arbitrary number of cavity modes j. As before, we consider
the linear response case without magnetization and omit the trivial polarization dependence in
the following. We rewrite the effective Hamiltonian from Egs. and as well as the

detuning part from Eq. (3.21) as
H= (Q{1}|E{1}><G| + h.c.) + (Q{2}|E{2}><G| + h.c.)
(0 - A) B0 (B 4 (GO - a)| B (O
+ (5{1’2}\E{1})<E{2}| + h.c.) : (7.32)

Here, the first line covers the driving of the two layers, the second line accounts for the Lamb
shifts and the detuning and the last line describes a coherent coupling between the two layers.
Later, we will see that the last contribution can in parts be identified with the control field Q¢
from the EIT interpretation in Ref. [56]. The incoherent Lindblad terms in our description are
given by

£=—(5+7") L | BEGLIGHED] - (5 +3™) Lin | E®)(GLIG)H B
—30 2Ll |EMY@LIGHED] =50 Ll | B (GG BN (7.33)
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Here, the first line accounts for spontaneous emission and superradiance. The other two terms
describe an incoherent cross-damping term, which will contribute to the control field coupling in
the EIT interpretation as well. The coefficients in Egs. (7.32)) and (7.33]) are given by

Ol = 3 ql \/g EICRVEUN (7.34)
J
N . ) 2
5 =% obl2 ‘gm{z}’ N (7.35)
J
sli2y — Z(;[Ljé%gm{l}gm{%* N{IN{2} (7.36)
J

. . 2
S0 = ZC[SJ]% 'gm{w’ N (7.37)
J

’7{1’2} _ Z Cg] %g[j]{l}g[j]@}*, /N N2} (7.38)
J

Before we continue with our analysis, let us briefly look at the scaling of these coefficients. In
the EIT setting, one of the layers does not couple to the driven guided mode. In our quantum
optical language, we can represent this by setting the respective coupling constant to zero, for
example g1} = 0. At the same time, all other modes j # 1 are driven strongly off-resonantly,
such that A[é] becomes large for j # 1. In a simplified notation used to denote this scaling, we
find

~ < < 1
ity s 5u2y o -
i ) AC )

_ ~ 1
i, 412 o AZ, (7.39)

c

whereas 012}, 612} and 5{2} are not suppressed due to the mode detuning, as they still contain the
non-zero coupling coefficient gl'1{2} for the resonantly driven mode. From these scalings we can
already anticipate the EIT behavior in accordance with the interpretation discussed Sec.
Only the nuclei in the second layer decay superradiantly. The collective decay of atoms in the
first layer and the cross-damping terms are suppressed quadratically in the detunings of the
additional cavity modes and can be neglected in a naive picture. However, other contributions
due to the presence of further cavity modes can have a substantial influence on the system, such
as the coherent driving 6152} between the two layers, which can give rise to the coupling field
required for EIT.

The effective level scheme of the system defined above is visualized in Fig.[7.2] The couplings
between the collective ground and the two excited states are denoted by thick, solid and dashed
lines and indicate the scaling behavior in terms of the cavity detunings Ac. Also from this, a
close similarity with the EIT level scheme shown in Fig. can be observed.

Hence, from only considering the cavity detuning scalings we can expect that the cavity behaves
indeed like an EIT system. However, it is yet unclear how the additional driving terms and inter-
layer coupling terms affect the spectrum. In order to answer this question in full detail, we will
treat the problem more strictly by continuing with the solution of our theoretical description.

From Egs. and we find that the equations of motion for the density matrix

elements

pic = (EWMp|G) ,
P2G = <E{2}|p|G> )
piz = (B |p| B2y (7.40)
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§2)
"E{l}>’/\|E{2})
o B

Figure 7.2: Level scheme in the EIT scenario. Two collective excited states are coupled to the ground
state. Coherent couplings and Lamb shifts are marked in blue, superradiant spontaneous emission is
denoted by red single headed arrows, cross-damping between the excited states by red double headed
arrows. [Thick solid / solid / dashed] lines denote the cavity mode detuning scalings ~ [1 / AZ' / AZ?]
and mark the relative magnitude of the different couplings.

form a closed set of equations in the limit of linear response, i.e. where pgg ~ 1 and p11 = p22 =~ 0.
The equations of motion read

d : < . e & < -

JiPe = |:Z(A — oty — 5t %} pra — QW +iQi2py — (6152 4 312 gy | (7.41)
d : < . = SO} e LRI} {12}

TG = |:Z(A —o(2hy — 502 _ g} pac — QP +iQMpr, — (6127 3020 (7.42)
d . . e < S e LAt

Pz = — [7 ARG I 0 5{2})} p12 — iQM 3+ i (7.43)

The limit of weak driving O/} additionally implies that no coherence between the excited states
is built up. Hence, we can set p1o = 0 and find the steady state solutions

AIQUY _ (L5012} 4 a{12h) 92
prc = — (-0 e (7.44)
AUTAR) 102,

A1) _ (75{1,2}* n i’Y{l’Z}*> O

p2c = ATAD 102, ; (7.45)

where
A = A =50 43 450 (7.46)
02 = (1{1,2} Hg{m}) (7{1,2}* Hg{m}*) , (7.47)

The same steady state solution is obtained if p12 is kept during the calculation and only the
linear part in Q{1 and Q{2} is considered in the full solution.

With the solutions for the coherences at hand, we can now turn to our main observable, the
complex reflection coefficient. According to Eq. , it is given by

=—1+Z

. A o7+ R o+ R poe (7.48)
i

with

‘ [9,:1]
Rl = _© Z Lﬁ'l_\/gg[j]{l}*w /N (7.49)

Ain ; K;[J]—}—zA[Cj,]
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At this point it is instructive to discuss the scaling related to the cavity detuning A once again.
As before, we assume that g1} = 0, i.e. the first layer does not couple to the cavity mode
j = 1 since it is located at an intensity node. In this case we find that R} ~ 1/A¢, while R{?}
is not suppressed due to a cavity detuning, since the second layer can couple to the resonantly
driven mode as ¢g!{2} = 0. Furthermore, from Egs. and we find that p1g ~ 1/Ac,
whereas the pag is not suppressed in this fashion. Therefore, for a qualitative understanding of
the reflectance, it is well justified to drop the quadratically suppressed contribution R{l}plg and
only consider the signal which originates from the second layer.

Keeping only terms up to linear order in 1/A¢ in the numerator of the reflectance and ne-
glecting the tiny Lamb shift and superradiance of the nuclei in the first layer, we obtain

;
R=—1+) 2

; KU+ iA[CJ;]

]

A+id

+ R Q . :
PA+id) (A -G +i(R )+ 02

(7.50)

The nuclear contribution to the reflectance is revealed in the second line. Its spectral shape
is essentially that of a system featuring EIT. Hence, we recover the same result as in Ref. [56]
which was described in Sec. In a cavity with two resonant layers it is possible to realize
the phenomenon of electromagnetically induced transparency.

Comparison to the semi-classical analysis

In Ref. [50], a semi-classical theory based on transfer matrix techniques was used to derive an
expression for the nuclear reflectance and the result was given in Eq. . Comparing it with
the quantum optical expression given in Eq. , we notice the agreement of the shapes of the
two formulas. However, it is still to be verified if the scaling with the number of nuclei in the two
layers agrees as well. In the semi-classical theory it was shown that the amplitude of the reflection
coefficient and the superradiance of the nuclei in the second layer scale linear with the thickness
of the second layer d, furthermore the control field 2¢ was shown to be proportional to v/d;ds.
In our quantum optical theory we did not consider the thicknesses di, do of the respective layers,
but the total number of nuclei N1}, N2}, However, they differ only by a constant factor and
thus it is sufficient to show that the scaling relations also hold for the number of nuclei. From
Egs. (7.34)—(7.38) and (7.49) it can indeed be seen that the relations are correctly reproduced
by our theory.

This is an important result, since it is a strong hint that the two independently derived results
do not coincide by chance, but also agree on a more fundamental level. Hence, the quantum
description presented here can now be employed to shine light on the EIT scenario from a
completely different perspective as in the semi-classical theory.

In the nuclear reflectance calculated in Eq. , the coupling Rabi frequency occurs as Q2C
in the denominator, whereas in real EIT settings it appears as a positive real-valued variable
|2c]?. Taking a closer look at our definition of the coupling Rabi frequency in Eq. , we
note that in our case Q2 can generally be complex. Also in the semi-classical theory the complex
field amplitudes and transfer matrix elements allow for complex values. The results of Ref. [56],
though, seem to imply that the imaginary component is very small and an EIT situation is well
realized. However, from the theoretical analysis of the semi-classical models, this fact could
not be understood and the influence of the imaginary component was unclear [I107]. With our
quantum theory, though, it is now possible to examine the complex nature of the coupling in
more detail. From Eq. we know that it is not only given by the coherent coupling 412}
between the two layers as written in the Hamiltonian in Eq. , but is also affected by the
incoherent cross-damping term 5112} between the two layers. In the discussion on the scalings we
have already seen that in contrast to the coherent contribution, the incoherent term is suppressed
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quadratically with the detuning of the cavity modes which are not driven resonantly. Thus, the
incoherent part plays only a minor role and the real component of the coupling frequency Q¢
dominates. With this understanding, it might be possible in the future to specifically tailor
systems in which a selected aspect, such as coherent versus incoherent couplings, dominates.

Furthermore, the microscopic ansatz of our quantum optical theory enables one to interpret
the origin of the coupling between the layers. While in Ref. [56] it was shown that the EIT
control field arises from radiative coupling between the two resonant layers, it can now be pinned
down from Egs. (7.36)), (7.38]) and (7.47) to

141} glil {2}
2 _ (2)2 yi {2} Zg g9
Qo= (3) N - I A]]

[J]{l}*g[ﬂ]{2}

NG (751

ZQ

Since we assumed that the first layer does not couple to the first guided mode, i.e. g1} =0,
we observe that the coupling field is only mediated via the remaining guided modes j # 1 in
the cavity. This way, it becomes now also clear why the EIT phenomenon was not obtained in
Sec. where only one guided mode was included in the theoretical analysis. The fact that
the additional cavity modes can be of importance is supported by the following experimental
observation: If the cavity is driven at the resonance angle 0([)] I of one guided mode j, the reflected
signal is not only observed at the emission angle 77—9([)] ], but also small bumps seem to occur at the

angles m — Hgk], corresponding to the respective resonance angles of the other modes k # j [254].

Numerical analysis

Let us now see how well our analytical expression for the reflectance derived above performs in
practice. In particular, we aim to describe the spectrum of the EIT cavity defined in Tab. [7.]]
with our quantum optical model. Moreover, we include a second cavity into the analysis: While
the EIT cavity has its resonant layers in a node and anti-node of the field of the resonantly
driven mode, respectively, we also consider a cavity in which the situation is reversed. Namely,
the first resonant layer is located at a field anti-node and the second ensemble of nuclei at the
field node. These two cavity layouts correspond to the cases discussed in Ref. [56], where it was
shown that the first cavity exhibits the EIT phenomenon, while for the second system the control
coupling Q¢ vanishes and only a Lorentz-like spectrum is measured. The layout parameters for
this non-EIT cavity employed in this analysis are given in Tab.

In order to determine the free parameters related to the cavities defined in Tabs. [7.1] and [7.3]
for the quantum optical model in a consistent way, we employed the method discussed below.
First, we restricted ourselves to the first five guided modes in the theory and did not take into
account the resonant nuclei yet. For each of these modes the angles 9 , at which the modes

are driven resonantly, and the decay and coupling rates xU! and n%] have to be determined.

Table 7.3: Cavity parameters for the two-layer cavity in anti-node-node configuration, which does not
show an EIT-like spectrum [56] (top to bottom).

Material ~Thickness [nm]

Pt 3
C 3.5
57Fe 3
C 7.5
57Fe 3
C 27
Pt 10
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Table 7.4: Cavity parameters of the non-EIT cavity (Tab. ) for the quantum optical model.
Mode j  6f) [mrad] x)[y] &[]

1 2.44583 83492 2365
3.04302 326053 68417
3.53440 483792 286075
4.32412 1008149 464919
4.97965 2374218 967166

Tt W N

Table 7.5: Coupling parameters of the EIT cavity defined in Tab. (left columns) and of the non-EIT
cavity defined in Tab. (right columns) for the quantum optical model.

Mode j  gB"VNTI [y gllPVNTT ] U VNTT 3] gl VT [y

1 1884 4+ 1407 —1391 + 27374 833 + 4901 86 + 4451
2 3950 — 4516 ¢ —304 + 2698 1 302+ 4130+ —195 + 52131
3 —1562 — 4294 4883 — 1840 ¢ 964 + 49194 1326 + 3241
4 2061 + 2629 1 221 + 21864 1961 + 4465 4 3580 — 2994 ¢
5) —1376 + 5991 ¢ 599 — 57774 5246 + 154517 100 — 3733 ¢

The parameters can be found by fitting Eq. to the angular dependent reflection curve as
it was already done in Sec. [T.1] The cavity parameters for the EIT cavity were already given
in Tab. [7.2] for the non-EIT cavity we found the values given in Tab. [7.4] and the asymmetry
parameter 7 ~ —0.969764 + 0.37942 i ~ 1.041 ¢*(7—0-373)

Having the cavity parameters at hand, the complex coupling coefficients ¢gl//{t} between the
jth guided mode and the layer [ of resonant nuclei have to be determined. Since we expect
our theory to perform well in the case with only one resonant layer where only a Lorentzian
line shape is expected for the nuclear contribution to the reflectance, we included the nuclear
resonances of only one iron layer at a time. To account for the asymmetry and the envelope of
the reflection curve, we extended the reflection coefficient given in Eq. by the modifications
from Eq. . From a subsequent fit to the numerical data calculated with Parratt’s formalism,
the coupling coefficients to the five guided modes could be determined for each resonant layer
individually. In this procedure, the fit ranges have been restricted to 2 < #/mrad < 5 and
—40 < A/v < 40. This way, we obtained the coupling parameters for the EIT cavity as well
as for the non-EIT cavity, given in Tab. [7.5] Note that the couplings between the layers in the
node and the 3rd guided mode, characterized by the coefficients gg’l]él} and gﬂr{fém, do not
completely vanish due to the finite thickness of the layers and a potential misplacement in the
cavity. However, they are much smaller than the coupling coefficients of the respective layers in
the cavity field anti-node.

Now we are able to benchmark our analytical result for the case of two resonant layers, which
was calculated in Egs. 7. A comparison with the frequency- and angular-dependent
reflectance for the EIT and the non-EIT cavity is shown in Fig. a) and Fig. b), respec-
tively. Clearly, the agreement between the two different models is very good. We stress that this
is not an obvious result, since the parameters for the quantum optical model were determined
independently and not obtained from a simultaneous fit to the numerical data.

The deviations at small incidence angles 6§ are probably caused by non-unique parameters in
the fits. For instance, it cannot be distinguished if a mode is over- or undercritically coupled
by considering the absolute value of the reflectance only, see Sec. 3:3.1] For the result with
included resonant nuclei, though, this can give rise to differences. Another range in the figures
where deviations can be found is the domain around A = 0. Here, the exact numerical solution
obtained from Parratt’s formalism shows an additional structure. This can be understood from
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Figure 7.3: The reflectance in the EIT scenario is shown as a function of the detuning A and the
incidence angle 6. The results derived with the extended quantum optical model agree very well with
the predictions from Parratt’s formalism. The dashed line at 8 ~ 3.5 mrad marks the angle at which
the 3rd cavity minimum is expected. A cut along this line corresponds to the spectrum measured in
Ref. [56] and is shown in Fig.

the following considerations. If the x-rays are not resonant to the transition in the *7Fe nuclei,
they will primarily be damped due to the electronic absorption in the cavity, before they can
reach the lower resonant layer. If, however, their frequency is close to resonance, they will
additionally be absorbed by the nuclei in the upper layer. Consequently, the field seen by the
nuclei in the second layer is strongly modified compared to the off-resonant case, which would
result in a smaller value for the coupling coefficient g, as its approximate sin?-shape is distorted.
This effect, however, is not captured in our model description. Rather, it is assumed that the
coupling coefficients are constants, whereas in reality they might depend on the frequency due
to prior absorption of the radiation. An approach for future studies could thus be to comprise
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(a) —— Quantum optical theory (b)
—— Parratt formalism

Reflectance |RJ*
o
(@35
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Detuning A [7] Detuning A [7]

Figure 7.4: Spectra of the EIT (a) and the non-EIT (b) cavity at incidence angle 6 = 3.5 mrad, at which
the third guided mode is excited. The quantum optical description is in accordance with the exact result
derived with the Parratt formalism. In the case of the EIT cavity, the dip in the center of the spectrum
is well reproduced.

this effect self-consistently into the quantum optical theory for an even better agreement with
the numerical data.

Let us now turn to the most interesting part, which is the spectrum measured at the incidence
angle corresponding to the third guided mode. This corresponds to the situation from Ref. [56].
The spectra for both the EIT and the non-EIT cavity defined in Tab. and Tab. respec-
tively, are shown in Fig. [7.4 Again, we observe a very good agreement of our theory with the
numerical data obtained with Parratt’s formalism, which could already be anticipated from the
accordance in Fig. [7:3] But in any case, the fact that the EIT as well as the non-EIT spectrum
is well reproduced, supports the validity of our theoretical description. We note that the square
of the coupling field Q% does not vanish in the non-EIT case. Rather, its imaginary component
dominates and it is the interplay with the other contributions to the reflection coefficient which
results in the Lorentzian spectrum.

In summary, this shows that our quantum optical theory in the case of including both multiple
layers and multiple guided modes is capable of describing the EIT experiment in Ref. [56]. Similar
to the situations in the previous chapters, it could be used to provide a deeper understanding
from a microscopic and quantum mechanical point of view. Most importantly, the question on
the nature of the radiative coupling between the two resonant layers in the EIT cavity could be
answered.

Finally, we emphasize that the extended theory description developed in this chapter is not
restricted to a vanishing magnetization in the resonant layers. Rather, it is possible to include all
Zeeman sublevels properly. This way, both the EIT phenomenon discussed above and the effect
of spontaneously generated coherences discussed in Chap. [5| will emerge at the same time, giving
rise to more elaborate reflection spectra. Also, from a theoretical point of view, the magnetization
direction of the different layers do not necessarily have to agree. Therefore, it can be expected
that a vast set of quantum optical level schemes with advanced features can be realized.
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Chapter 8
Exploring The Non-Linear Regime

This chapter is devoted to the solution of the quantum optical model in cases where the external
driving field is not necessarily weak. This is of particular interest if experiments are carried out
at novel radiation sources. Current experiments on quantum optics in thin-film cavities, such as
the ones reported in chapters [4] [5] and [6] are mostly performed at 3rd generation synchrotrons.
Despite the high beam brilliance achieved with these light sources, the average photon number
per pulse in the range of the nuclear resonance is well below one [7, 52, 106, [I07]. This way,
a maximum of only a single photon interacts with the combined system of cavity and nuclei at
a time, thereby realizing the weak probe limit. This has been exploited in Chap. |3, where the
quantum optical description could be significantly simplified for settings in the linear regime.

If, however, future experiments are performed using light sources with an even higher bril-
liance, the phenomena in the light-matter interaction are expected to go well beyond the linear
regime. Examples of such intense sources are x-ray free-electron lasers [I1], such as LCLS [12],
SACLA [13], or the upcoming European XFEL [14]. With a possible self-seeding upgrade
scheme [T9], the latter could deliver several 10* photons per pulse in the tiny nuclear resonance
bandwidth of 5“Fe [I6]. About the same fluence could as well be generated by the proposed
XFELO [15] [17, [18].

Hence, with these prospects in mind, it is worth to study the non-linear domain of the light-
matter interaction. We emphasize, that the existing semi-classical theories discussed in Chap. [2]
are not capable of describing this regime. The quantum theory developed in Chap. [3] however,
provides a direct avenue to explore the non-linear effects, which emerge in the cavity. Addition-
ally, other quantum approaches beyond the single-excitation regime could elucidate the non-linear
setting from a different point of view [255].

In this chapter we will first review and generalize the definition of our main observable, the
reflectance. Next, an approximation of our quantum optical description is mapped to a Dicke
model, for which the stationary state can then be solved analytically for arbitrary field strengths
and numbers of resonant nuclei in the cavity. Finally, we will numerically explore the more
realistic scenario, in which a short, but intense x-ray pulse excites the system. As main results,
we find that saturation effects of the nuclei excitation modify the reflectance and that the strength
of incident pulse can be used to control the profile of the emission spectrum, reminiscent of the
Fano line shape control observed in Chap. [

8.1 Generalization of the observables

The main observable, which is discussed in this work, is the reflectance |R|?, since it is easily
accessible in an experiment. In our theory from Chap. [3]it is calculated as follows: The internal
cavity mode operator « is related to the external quantities a;, and aeyt, describing the incident
and the reflected field. The operators are connected via the input-output relation (c.f. Eq. )7
which reads

Qout = —Qin + V2KR G . (8.1)
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In a next step, the reflection coefficient was calculated as R = (aout)/ain, and the reflectance as
its modulus squared

‘<aout>|2
|ain|2

IRP = (8.2)

However, this expression is implicitly based on the assumption of the weak driving regime, as we
will show in the following.

In a real-world scenario, a detector measures “single clicks”, created by the absorption of
light quanta. As shown, e.g., in Ref. [I45], the counting probability will be proportional to the
expectation value (a.  aoyt). Properly normalized, we obtain the exact reflectance as

i
(a! iaout)
‘RaTQ‘Q = T;t |C;“ N (83)
Clearly, this result differs from the reflectance in Eq. (8.2)) we used so far. Hence, it is a vital
task to discuss the validity and range of applicability of the definition which was used up to now.
In a first approach, we write the output operator

Qout = <a0ut> + 6a0ut (84.)

as the sum of its expectation value and an fluctuation operator, for which (dae.t) = 0 by defini-
tion. Inserting this ansatz into Eqgs. (8.2)) and (8.3)) yields

|Rytal? = |R]> < (da] ,0a0u) =0. (8.5)

From this, we see that the two definitions of the reflectance coincide, if the fluctuation contribu-
tion vanishes. This condition is unhandily, though, as it is difficult relate it to the parameters
which characterize the system. Thus, we will employ a second approach below.

We assume that the cavity modes can been adiabatically eliminated as shown in Sec. [3.2.1]
We know that in this case aoy.t becomes the sum of a constant cavity contribution and a nuclear
part, formed by the lowering operators S_. For simplicity, we specialize to the case of a single
nucleus and symbolically write for the cavity output operator

Gout ~ const + S_ . (8.6)
From this, we find the condition
|Ratal® = [RI* & (S15-)=(S:)(S-), (8.7)

which allows to transfer the interpretation to statements on the nuclei. Assuming a state vector
|¥) = c4lg) + cele) for the single nucleus system, one easily finds

(5:8-) 1
<S+J;<S—> Sl —ef?’ (8.8)

which approaches unity in the case where the nucleus is only weakly probed and hardly excited.
As we have discussed before, this situation is fulfilled in current experiments and also allowed
us to calculate the reflectance in linear response without the need to solve the complete N-body
system formed by the nuclei in the cavity. As soon as a stronger probe intensity is employed, a
significant amount of nuclei can be excited and the reflectance needs to be calculated with the
expression given in Eq. instead.
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8.2 Steady state solution in the superradiant limit

The problem of N nuclei in the cavity is associated with a large Hilbert space. If, e.g., both
ground states and all four excited states of the ®”Fe nucleus are considered, its dimension scales
as 6%V. Thus, for a large number of atoms both a numerical and an analytical solution of the
quantum optical model is rendered complicated. Here, we consider a simple, but important
setting of the model. We will omit a possible magnetization in the 5“Fe layer, such that every
nucleus can be described by a two-level system. Additionally, we will assume strong superradiance
on the transitions, such that the single atom spontaneous emission rate v can be neglected. In
this case, the system can be mapped to a Dicke-type model, which then can be solved exactly
on an analytical level. We emphasize that neglecting the spontaneous emission rate is a model
assumption and its validity in a realistic setting is to be determined.

8.2.1 Mapping to the Dicke model

As mentioned above, we will restrict ourselves to the non-magnetized situation, i.e. each ®*"Fe
nucleus can be described by single ground state |g) and excited state |e). In the Chap. 3] we
defined all parameters, such as coupling constants, for the nuclei with six hyperfine levels. Addi-
tionally, we considered two cavity modes to accommodate for the two perpendicular polarization
directions. Here, we can simplify the calculation to only a single cavity mode a, as we can freely
choose its polarization parallel to the incident beam. The second perpendicular mode is never
coupled to the physical system of interest and can be omitted in the following analysis. Further,
attention needs to be payed to the coupling constant between the cavity mode and the nuclear
transition. We write the coupling Hamiltonian between the nuclei and the mode

N
He=Y"3 (Si")a + aTSE")) : (8.9)
n=1

with the nuclear raising [lowering] operator for the nth atom S_s_") (S and § = g\/g . This

ensures that the Clebsch-Gordan coefficient of the linearly polarized transition in °"Fe is properly
taken into account.

With these modifications to the general theory in Chap. [3] the cavity mode can again be
adiabatically eliminated, and with the same notation as in Sec. we obtain the effective
Hamiltonian and the incoherent Lindblad terms

H=-AY 88" 1053 (17 +8") + o552 3 518, (8.10)
Llp) = =3 Y Llp. 5" SU = 55 > Lo, S, 8 (8.11)

Specializing to the weak probe regime, we reobtain the reflection coefficient from the analysis of
the general model. Hence, Egs. and form the N-body model for two-level nuclei in
consistent notation with the previous theory. Note that in this section we are interested in the
steady state of the observables. Therefore, the adiabatic elimination on the level of operators
will not affect the final results.

Next, we will map the upper equations to a Dicke model [256]. To this end we introduce the
collective operators

Je=>8%", (8.12)
o=l =35, (8.13)

n
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Figure 8.1: Level scheme of the system with N atoms in the Dicke basis. The symmetric states |j) on
the left, resembling collective states with j excitations, are mutually coupled by the coherent driving
in the Hamiltonian (blue arrows) and the superradiant decay (thick red arrows). The much weaker
process of spontaneous emission (thin red arrows) can additionally couple the symmetric Dicke states to
non-symmetric states. For the analytic solution in this chapter, this coupling is neglected such that all
dynamics takes place only in the symmetric subspace.

o= 34T =10 (S0 +5) (8.14)
Jo = 30 = 530 (51 s - sts() (8.15)

n

In order to rewrite the equations of motion in terms of these new operators, we first add a
constant to the Hamiltonian. This corresponds to an energy offset only and hence does not
affect any physical predictions. We change

HoHt41=H+5 3 (5050 + 5050 (8.16)

and attribute the new component to the detuning part of the Hamiltonian, such that

Hy=-AY $0sM 1 83 (178 4 sV

= =53 (sst — sy — A (8.17)

The full Hamiltonian and the Lindblad terms from Egs. (8.10) and (8.11]) now become

H=-A-J.4+205 - J, +Ars/N - JJ_, (8.18)
Lol = -3 Llp, S, 8™ = 2 Llp, Iy, J_] (8.19)

with the collective Lamb shift and the superradiant decay rate
Ars = 0Ls§° N | (8.20)
vs = 2(sG°N . (8.21)

Now we will perform the key approximation of this section and omit the incoherent decay
due to spontaneous emission by neglecting the first Lindblad term. In the linear regime we
have seen that the system features a superradiantly enhanced decay rate, which is dominating
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over the natural line width . In particular, this becomes visible in the measurements of the
full transition width shown in Fig. Dropping the spontaneous emission terms, Eqgs.
and can be written solely in terms of the collective operators introduced above. These
operators are closely connected to the angular momentum operators and fulfill the canonical
commutation relations [257]. The quantity

(J2) = (Jad =) + (J2) = (J:) (8.22)

is conserved which can easily be seen by calculating Tr[.J?] and using the cyclicity of the trace,
and equals j(j 4+ 1) with 25 = N [258] [259]. Thus, the system obeys a symmetry. In particular,
the symmetric excitation states, also known as Dicke states [256], form a closed set of equations,
which is also visualized in Fig. 81} This can be exploited to solve the system with less effort,
since the numbers of states in the Hilbert space can be reduced from 2V to only N + 1. But
before we continue, we comment on a simplification we have implicitly made in our calculation
so far. In Eq. , the local phase exp (i¢(”)) for the nth nucleus was neglected, in contrast
to the original model. However, this is not a problem since the phases can be absorbed in the
definition of the collective operators Ji [67, [I36]. The commutation relations and therefore also
the following arguments are unaffected by this.

Solution of the Dicke model

The general solution of the upper set of equations was calculated in Ref. [259]. The steady state
density matrix reads

pSS) = Z A I T (8.23)
n,m=0
o CAN—TN [~k —TD (1+Z€) (lizg*)
A, = (—10) " (407) ’ZL’L!TL! no (8.24)
with the parameters
2 in
5= YR Gin (8.25)
g
A i A INA
e— _Alntic) __iNA (8.26)
g* Aps —i%

the Pochhammer symbol (a), = I'(a +n)/T'(a), and A being the proper normalization factor

N
A= ZamTr (JmJm) :Zm 2| (1 4 i@)| A (n!) "2 Tx (JRTT) (8.27)

n=0 n=0

In Sec. we found that in the linear regime the results are invariant under a rescaling of

K—kKk-&,
KR — KR - &,
Ac — Ac - &,

g3V, (8.28)

It can be easily seen that the stationary density matrix above has the same property. Note that
ain does not take part in this rescaling and thus is a fixed parameter. The quantity |ain|2 has
the unit frequency and corresponds to the rate of photons impinging on the cavity.

Let us now introduce a set of basis states. As mentioned before, the equations of motion form
a closed system within the symmetric states. We denote the collective ground state, in which no
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nucleus is excited, by |0). The symmetric state |j) with j excitations can be created by j-times
applying the operator J to the ground state. From angular momentum algebra we find

Sl =vVU+ DIV =) i +1), (8.29)
J1i) =VilN=j+1)j—1), (8.30)

j+n—1

JUiy=1{ I VE+DON =k | li+n), (8.31)
k=j

=1 [ VEN—-k+1)]| |j—-n), (8.32)

k=j—n+1

and we obtain the following relations

Tr (J™J}) =0forn#m, (8.33)
N N j4+n—1
Tr (JOJE) =D (G TE) ZHJ"\; WP=>" I E+DV-k)
j=0 j=0 k=j
N J

v (J7J") Z H k(N —k+1)

(8.34)

8.2.2 Observables

With the solution for the stationary density matrix at hand, we are now able to turn to particular
observables and calculate their expressions.

Reflectance

In Sec. [8:I] it was shown that going beyond the linear limit requires a different definition of the
reflectance. Here, we consider both the linear reflectance |R|? as well as the general expression
|Rqtq|?>. We begin by rewriting the observable from Eq. in Sec. in terms of the
collective operators

Qout 2KR V26Rr g
=(-1+— J_ =R BnJ_ 8.35
Gin ( +n+iAc)+( /<;—|—lAcam ct+boNJ-, ( )

i
aout RC + BNJ+ , (836)
2
L T ) AT (3.37)
2 <alutaout> 2

|Rotal” = Tl = |Rc|* +2Re (RE BN (J-)) + By |* (T4 ) . (8.38)

We find that the expectation values (J_) and (J;J_) have to be evaluated. Using Eqs. (8.23)—

(8.27) yields

(J_) =Tr(J_p®%)) = Zan 1o Te(JmTT) (8.39)
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(JpJ ) =Te(J_pSD ) = Zan L1 Te(J ) (8.40)

nl

Nuclear excitation

A second observable of interest is the average number of excited nuclei in the cavity. This quantity
might be experimentally accessible via measurements of the conversion electrons [I91]. Here, it
is of interest from a fundamental point of view as it can help to provide a proper understanding
of the observed effects. The number of excited nuclei can be expressed in terms of the angular
momentum operator J, as

N
N
ZS(" () =51+ (8.41)

With the knowledge of the action of J, on the system, the observable can in principle be evaluated
employing Egs. (8.23)—(8.27). However, we use a different method here. For this we use the basis

states |j) introduced above. By definition, N.|j) = j|j) as the state contains j (symmetrized)
excited nuclei, and we find

N N
(N.) = Tr(p9) N, Zam (men,) = Z oS G TEN )
n=0 7=0

:*Zangnﬂunz fj fj ”” —J)
- (7 — DX

n=0 n— j=1 _'] _n)'
N
1 N+n+1 N —
_A;a"n(n+1)!n!(N—n—1> z_: np Tr J”J+) 5 i
= g - ZannnTr (JrJy) . (8.42)

Here, the second part in the last equation corresponds to (J,), which is identical to the result
obtained in Ref. [259).
Photons in the cavity

Even though the photonic mode a in the cavity was adiabatically eliminated, it is possible to
recover connected observables. From the elimination procedure, we know that (c.f. Eq. (3.28))

1

O= AS (V2R ain —igJ-) | (8.43)
and thus the mean photon number in the cavity becomes
1 .~ ¥ ~
Npp = (a'a) = AL (26glam|® — 2Re (igv2kgal,(J_)) + |g1*(J+J_)) . (8.44)
c

Note that this observable changes upon a rescaling as defined in Eq. (8.28). It is therefore
necessary to perform all calculations with the correct scaling factor &.

Photon correlation function

The input-output formalism yields operators aq,; for the reflected light, even though if the in-
cident field is purely classical. The reason for this is that the light interacts with a quantized
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system and its quantum nature can be devolved to the reflected radiation. The operator for-
mulation makes it possible to calculate advanced quantum mechanical observables, such as the
photon correlation function ¢(? given in Eq. (3.16). A value of unity for the correlation func-
tion corresponds to Poisson photon statistics, g®) > 1 or ¢» < 1 to super- and sub-Poissonian
statistics [I) [I45]. The latter indicates a non-classical state of the electromagnetic field [146].
Note that the correlation function could be extended to the probability of two photons arriving
with a certain time difference, characterizing bunching and antibunching of the photons.

In our equations, the external driving field is treated as a classical plane wave, which obeys
Poissonian statistics. Thus, any deviation from ¢(® = 1 can be traced back to an interaction
with the nuclei in the cavity.

Using Eq. , we find for the photon correlation function

g = ((R¢ + By J4)(RE + By J+)(Re + By J-)(Re + By J-))
(R + ByJ4)(Re + ByJ-))?
_|Re|* + |By[*(J2J?) + 4| Re BN |*(J 4 J )
|Ratal*
| 2Re(Re'BR(J2) + 2|RC|2J|%*CB1\z|iJ> +2|BxPRe By (T4 %))
Rata

(8.45)

Thus, the expectation values (J2J2), (J;J2), (J?) are required in addition. Similar as the
expectation values in Eqgs. (8.39)) and ({8.40)), the expressions can be calculated from the density

matrix given in Eqs. (8.23)—(8.27).

8.2.3 Linear limit of observables

Before we turn to the observables in the case of a strong external driving field, we take a step back
and consider the limit of a weak input pulse again. Up to the neglected spontaneous emission rate
v, the results from the non-linear solution should agree to the expressions obtained previously.

For a proper comparison, the scaling in the sums, e.g. in Eq. and Eq. need to be
understood. For simplicity, let us consider the case A = 0, i.e. € = 0. In this case, the coefficient
@ny reduces to |9]72". Thus, a weak probe pulse, corresponding to |§]? < 1, will favor terms
with a large summation index n. Additionally, the summands a,,, are weighted with Tr(J™J}).
From Eq. can be deduced, that this further increases the significance of terms with large
n. Therefore, in the weak probe limit, the expectation values from Egs. and can be
reduced to

aN,LN TI’(J],VJJJFV) aN,l,N —if)N
(J-) ~ TN V) = = (8.46)
an,n Tr(JYJY) an,N N + i€
N2|,D|2

AN—1,N—1

(JpJ-) = avy N+ (8.47)
Indeed, if we use these expressions for the reflectance defined in Egs. and , we
obtain identical results to the linear model. The only (expected) difference is the absence of the
spontaneous emission rate . As the reflectance agrees with the previous result in the respective
limit, this can be seen as a cross-check of the general non-linear solution.

With the knowledge of the scaling in the sums of Egs. and , we are now able to
estimate when a deviation from the result obtained in the linear regime is expected. Taking the
ratio of the two largest summands at A = € = 0 yields

an—1,v—1 Te(JY 1IN
aN N TI‘(JiVJf)

2 4k plam|?

~12 R|Uin

—_— —_ . 8.48
|U‘ N (]2]\7 ( )
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Figure 8.2: The critical driving strength required to observe non-linear effects is shown in dependency
on the atom number N. The non-linear regime is defined via an excitation of > 25% of the nuclei. Red
crosses are results from numerical simulations, dashed line is the lower limit condition from Eq. ,
solid line is the asymptotic behavior from Eq. . Parameters: k = 457, kr = 257, Ac = 0, g% = 40~

Thus, for non-linear effects to become important, this ratio must be at least of the order one,
i.e. a large probing field intensity is required to overcome the 1/N scaling. Note, however, that
at the same time this argument hold for the normalization factor A in Egs. and .
Thus, the condition given above is only a lower bound for the probe field strength. The crossover
to the non-linear regime will be discussed in more detail below.

Next, let us consider the linear limit of the second observable, the number of excited nuclei
defined in Eq. . With the same argument as above, we need to consider only one term in
the sum, which immediately yields

. N annNTe(JYJY)
(Ne) = = — s =0. (8.49)
2 2(ILNN TI‘(J_ J+)

We see that also this observable takes the expected limit if a weak probe field is considered.

8.2.4 Results of the general model
Occurrence of non-linear effects

In the last section we already found a first condition which indicates when non-linear effects are
expected, see Eq. . However, it forms only a lower boundary, since the argument is based
on mathematical considerations and it is not clear if the observable of interest already exhibit
non-linear phenomena.

Here, we tackle the question when non-linear effects occur by numerical means. For this, a
quantity characterizing the non-linear crossover has to be defined. For weak probe beams the
number of excited nuclei vanishes, while for a very strong driving it approaches N/2. Thus, we
coarsely define the crossover to non-linearity as the point when the fraction of excited nuclei
exceeds 1/4.

We calculated the nuclear excitation with Eq. for several sets of parameters in the
detuning range —100y < A < 100v. Thereby, we increased the driving field strength a;, until

our criterion, i.e. (N.) > N/4 was reached. We found that in the asymptotic limit of large N
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the crossover to the non-linear regime can be approximated by the equation

~2

2 g 2
in ~ -N~. 8.50
am ol ~ o (8.50)

This is illustrated in Fig. [8.2] where both the numerically obtained data and the asymptotic
formula is plotted. The asymptotic behavior can be understood as follows. The cavity mode is
driven with the rate \/2kgain, c.f. Eq. . As soon as this rate is comparable with the coupling
coefficient g between the cavity mode and a nucleus, non-linear effects set in. In the case of N
nuclei in the cavity, the cavity pump rate has to compete with N - g. From this consideration,
Eq. is qualitatively obtained.

With the condition found above, this raises the question if non-linear effects can be observed
at high-intensity x-ray light sources, such as free-electron lasers. Solving for the critical driving
rate |ain | with the parameters of the toy-model cavity discussed in Sec. we obtain the
critical driving rate

|@in c|* ~ 4N - 107 photons/s . (8.51)

Unfortunately, the exact number of nuclei taking part in the light-matter interaction is unknown,
as only the product |g|? N can be deduced from experimental data or from comparison with semi-
classical theories. Thus, no value for the critical rate can be given this way. We emphasize, that
the calculations in this section are based on the steady state analysis of the system, therefore
implying a continuous driving field. X-ray free-electron laser sources, tough, provide extremely
short laser pulses and a comparison of their performance to the continuously required photon
rate is not meaningful. An analysis of such short pulse excitations will be performed in Sec.

Finally, we want to mention that other criteria for the non-linear crossover could be defined.
For example, in future studies the deviation of the linear and the non-linear spectrum, integrated
along the detuning axis, could be employed instead of the nuclear excitation condition used above.

Observables in the non-linear regime

We now turn to the observables introduced above and their dependence on the driving field
strength |a;,|?. Simulation results for N = 1000 atoms are shown in Fig. 8.3

For the reflectance we observe that the spectrum becomes flatter as the driving field strength
is increased. In the limit of very large |ai,|?, the reflectance approaches the empty-cavity limit.
Mathematically, this can be understood as follows. For large a;,, the coefficients a.,, for the
density matrix given in Eq. converge t0 Gnm = 0,00mo, where § denotes the Kronecker
symbol. Hence, the expectation values (J_) and (JiJ_) in this limit do not depend on the
driving strength. On the other hand, the coefficient By in the reflectance (c.f. Eq. ) is
suppressed due to its afnl scaling. Thus, the nuclear contribution to the reflectance vanishes and
only the empty-cavity response persists.

At this point it is instructive to calculate the exact single atom solution, and for simplicity,
we consider the observable |R|?. The solution for the nuclear part in the reflectance differs
from the result R = R¢c + Ry, which we obtained in the linear theory. Here, Rc denotes the
cavity part and Ry the nuclear contribution to the reflectance as in Chap. [d] but with neglected
spontaneous emission rate . The reason for the discrepancy is the normalization factor A for the
density matrix defined in Eq. . Generally, it covers two summands 2 + a1; and restricting
the analysis to the second term only, the linear result would be recovered exactly. For the full
solution, however, we find

,2I€R Ii—iAC ’YTS(A—ALs—i’YTS)
7/ )
Kok +iAC (3)2 + (A = Aps)? + |ai[>ys 258

2 K

R|y_, = Rc — (8.52)

where Arg is the collective Lamb shift and g corresponds to the superradiant decay rate. From
this expression it can be seen that an increasing field strength a;, gives rise to a smaller value
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Figure 8.3: The observables are shown in dependence on the driving field strength |ain|*>. In the large
panels a cavity detuning Ac = 0 was used, the smaller insets show results for A¢c = k and cover the same
range along the axes. Other parameters: N = 1000, x = 4567, kr = 2567, g2 N = 14006~2, ¢ = 18000.

for the nuclear reflectance, since the denominator increases. Setting ay, = 0 in Eq. , the
linear result from Sec. is reobtained. The effect observed here can be identified as power
broadening [I46]. The physical origin of the decreasing reflectance can be understood with the
following intuitive picture. The nuclei can, in contrast to a cavity mode, only store a finite
amount of excitations. As soon as the nuclei are saturated, their emission in the direction of
the detector cannot keep up with the driving rate and the relative nuclear contribution to the
reflectance decreases. As a consequence, the incident light is mainly reflected from the empty-
cavity scattering channel.

The second observable shown in Fig. is the number of excited nuclei. Not surprisingly,
upon a stronger driving strength, it increases towards N/2, which corresponds to full saturation
of the nuclear transitions. Also the number of photons in the cavity steadily increases, which is
expected already from the first contribution in Eq. that implies Npy, ~ |ain|*.

Next, let us look at the photon correlation function ¢ and how it depends on the driving field
strength. The result for different |a;,|? is shown in the lower right panel of Fig. Obviously,
it does not differ much from Poissonian statistics. Only in a small frequency range a super-
Poissonian behavior can be observed. However, we note that the result in the correlation function
strongly depends on the number of atoms N. It turns out that a large N gives rise to a flat
¢@. On the other hand, for a rather small number of atoms, ranges of both sub- and super-
Poissonian statistics appear. This behavior is also related to saturation effects of the nuclei. For
strong driving fields, the empty-cavity path is the dominant reflection channel and the Poissonian
statistics of the incident light is directly transfered to the output field.
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Finally, we want to focus on the observables in the case of a strong cavity detuning A¢ = &,
for which the simulation results can be seen in the insets of Fig. 8.3 Here, several sharp edges
occur in the center. We find that this property is the stronger pronounced, the larger the number
of atoms N is in the simulation. A sharp feature in the spectrum hints to a long time range,
which is required until such a characteristic shape can be created. Here, the sharp edge can be
seen since we consider the steady state of the observables, i.e. the state of the system after an
infinite time.

8.2.5 Non-linear numerical solution in SGC setting

In this part we will analyze how an increased driving field strength will affect the system in the
presence of a magnetic hyperfine splitting in the nuclei. Under the influence of a magnetic field,
the ground and excited state of the 5"Fe nuclei split up into Zeeman sublevels. In Chap. [5|it was
shown that the phenomenon of spontaneously generated coherences (SGC) arises in this setting,
resulting in more complex reflectance spectra with, e.g., distinct interference minima. Here, for
simplicity, we restrict the discussion to the m geometry defined in Sec. @, in which only the two
linearly polarized transitions in the nuclei are driven. This choice restricts the atomic subspace
to four levels, i.e. two ground and two excited states, which are mutually coupled as described
by the Hamiltonian in Eq. and the Lindblad terms in Eq. . To our knowledge, no
analytic solution for the stationary density matrix exists for this situation. Therefore, we will
perform a numerical study in the following.

We include four nuclei in our simulation. As each nucleus consists of four internal states,
this results in 4V'2 = 216 coupled density matrix elements. To solve the system numerically, we
employ the method gsl_odeiv2_step_rkf45 from the GSL software package [260]. Initially, the
four atoms are distributed equally over the two ground states and we propagate the system up
to t = 10/7, such that the steady state is reached. All observables shown in the following are
evaluated at this time. As a crosscheck, we set the magnetization to zero and verified that the
numerically obtained steady state observables agree with the analytical results discussed above.

The observables for the system with four atoms subjected to a magnetic splitting are shown
in Fig. Generally, the same trend as in the cases without a magnetization is observed. The
spectrum of the reflectance decreases and approaches the empty-cavity limit. Interestingly, the
central dip in the spectrum stemming from interference due to SGC remains visible even for
strong driving fields |ai,|?. At the same time, the number of excited nuclei and the number of
photons in the cavity increase as we already observed for the non-magnetized case. Next, we
focus on the photon correlation function ¢(®). It can be seen from Fig. that ranges for both
super- and sub-Poissonian statistics occur. However, this is most likely an artifact of the limited
number of atoms. In calculations with the analytic solution for the non-magnetized case, we
found that increasing the number of atoms leads to reduced features in ¢(? and the overall result
will eventually approach unity.

In summary, we have seen how the steady state of the observables is affected if a strong driving
field is applied. However, this way of exploring the non-linear regime assumes a continuous
monochromatic driving field on the time scale which is needed for the observables to converge.
As mentioned above, this time range can be rather larger in the situation where the sharp edges
are observed in the spectrum. From a theoretical point of view, these long times might interfere
with the assumption that the single atom spontaneous emission rate v was neglected in the
analysis. Additionally, the requirements on the probing light are not met by current synchrotron
radiation or upcoming x-ray free-electron laser sources. The required light can only be achieved
with devices, which work in a much lower frequency regime. Therefore it is unlikely, that the
cavity with embedded °7Fe nuclei and their resonance at wy = 14.4 keV can be probed this way.
However, it might be feasible to use other Mdssbauer nuclei instead, which then offer a lower
transition frequency.
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Figure 8.4: Numerical results for the setting of SGC atoms in the cavity. The observables for different
field strengths |ain|? are shown (Values are shown in the upper left panel). In the large panels a cavity
detuning Ac = 0 was used, the smaller insets show results for Ac = x and cover the same range along
the axes. Other parameters: N = 4,k = 456y, kr = 2567, g°N = 140062, ¢ = 18000. The photon
correlation g<2> is not shown for the lowest ain due to numerical instabilities during its evaluation.

8.3 Emission spectra after a 6-like pulse excitation

In this section we do not consider non-linear effects induced by a strong continuous driving field,
but discuss the more realistic scenario of a short incidence pulse. This compares to the situation
encountered in a realistic experimental setting. For example, a pulse delivered by an x-ray free-
electron laser with short pulse durations in the pico- or even femtosecond range, together with a
high photon number could be used to probe the thin-film cavity in the future. Clearly, this does
not match the scenario discussed in the previous section, and therefore a thorough analysis for
short incident pulses must be carried out. In this section, we restrict ourselves to the spectrum
in the reflectance as the desired observable.

Theoretical considerations
In a first step, we review the definition of the spectrum, which can be observed in the reflected
light. It was detailedly discussed in Sec. [3.4) and reads
T
Ry? = (@5t (W) aout (w)) (8.53)

lam(@)[>

where aqyut (w) denotes to Fourier transform of the output field operator aqu(t). The denominator
in Eq. (8.53)) provides the proper normalization. For an input pulse a;, (t) ~ 0(t), the denominator
is a constant, while in realistic scenarios the Fourier transform of the incident pulse needs to be
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taken into account properly. Next, let us look at the numerator in Eq. (8.53]) in more detail. It
describes the emission spectrum and can be written as

S(w)

<alut(w)a0ut(w)> = % /e_w(t1 t2)< +(t1) Gout (t2)) dt1dts

1 o o0 )
L Re { / dt / dre“m(al (¥ 4 Paou(t)] - (8.54)
i —00 0

Hence, solving the time dependence of the system provides access to the desired reflection spec-
trum.

In our quantum optical description of the cavity, which we developed in Chap. [3} we adiabat-
ically eliminated the internal cavity modes. This elimination can again be applied here. The
reason for this are the relevant time scales. The cavity mode equilibrates on the time scale 1/x,
where k is its decay rate. In Sec. we found a typical value of k = 8 - 10%~, which translates
in a characteristic time scale of 1/k ~ 175 fs. In the following, we assume that the probing pulse
has a longer duration, such that the adiabatic elimination of the cavity modes is justified.

Further, we will for simplicity consider an incident pulse with rectangular shape and with pulse
duration tg, given by the input field

ain(t) = aind(2)0(t — to) - (8.55)

Its Fourier transform is required for the normalization in the reflectance, which was defined in

Eq. (8.53). We find

2 _ 1 — cos (wtp)

|ain (w)] 0(to) - (8.56)

Tw?

Next, we denote the sum of the transition lowering operators of the individual atoms as
J_o=J; t =>. S(" , and similar as in the previous section, we can write for the output field

operator (c.f. Eq. -

(g 2ER Y 2KR 2
o) = (-1 2B Y ant) — 2 00

= Re ain(t) + by J_ (1) , (8.57)

where the output field is now distributed into a cavity component and a contribution from the
embedded nuclei. For the expectation value in Eq. (8.54]) we then obtain

<aiut (t' 4 T)aous(t')) = |RC|2ain(t/)ain(tl +17)
+ Rain(t' + 7)bn (7 ()
+ by (Jo(t' +7) [Roam(t') + by J_(t)]) . (8.58)

The first term in this sum is readily obtained from the definition of the incident pulse. The
second part can be found by solving the equations of motion numerically. The last term, however,
involves a two-time expectation value, for which the computation is more involved. In order to
evaluate this expectation value, we employ the quantum regression theorem [I58]. This theorem
states, that the two-time average follows the same equations of motion as the one-time averages.

We illustrate this for the case of a single atom with ground state |g) and excited state |e). The
operators and the density matrix elements characterizing this two-level system are

&= (l9)(gl:le)(gl, lg) (el le) (D, (8.59)
<&> =p= (pgg7pge7peg7pee)T . (8.60)
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We assume that the equations of motion can be written as

L) = Sa(t) = M) - (5(1) (3.61)

where M (t) is a matrix. According to the quantum regression theorem, the same equation holds
for a two time expectation value

%(6’(7&’ + 7)o (t)) = M +71) (@t +7)oi(t)) (8.62)
where o; is any operator of the vector ¢. Now, in order to evaluate a two-time expectation value,
one can use the upper equation, for which the initial state at 7 = 0 is known form the one-time
solution and propagate the operator until the time 7 is reached. Note that the second and the
third component in Eq. are their respective complex conjugates due to the hermiticity of
the density matrix, and therefore the size of the problem can be reduced. However, this is no
longer valid in Eq. and therefore the complete matrix M (t) is required.

Numerical implementation

In order to calculate the emission spectrum S(w) defined in Eq. numerically, we apply
the following technique. First, the integral along dt’ is discretized. Since the incident pulse is
non-zero only for times t > 0, the lower boundary of the integral can be set to zero, since the
contribution of the expectation value vanishes for smaller times. The upper boundary of the
integral is determined by the time when the pulse ended and all excitations in the system have
decayed.

Next, we numerically integrate the density matrix element of the system along t. At each
discretization step we integrate the two-time expectation values along 7 such that (al ,(t' +
T)aout(t')) is known for the current time ¢’ and the relevant range in 7. Taking the Fourier
transform of these values, the inner integral in Eq. is obtained. The Fourier integrals for
the different ¢’ are finally added up and the real part is taken to obtain the desired emission
spectrum S(w).

We benchmarked our calculation technique in the linear regime, where we could compare the
results with the exact analytic solution. This way, different choices of the discretization variables
could be tested. Obviously, a high accuracy in the calculated spectrum comes with a trade-off
of a fast numerical computation. As a reasonable compromise, we found the following numerical
parameters. The integral over ¢’ was discretized from 0 to 1/ with a step size 107%/v. The
same step size was used along 7. The grid size of the discretization along 7 was chosen as
216 corresponding to the range |7| < 3.28/7, such that the Fourier transform can be computed
quickly. The resulting spectrum is then obtained for steps ~ 0.96+ along the frequency axis.

Using this technique, we explored the setting of a cavity without magnetization. In this case,
the nuclei act as two-level systems and their dynamics is described by Eqgs. and . In
contrast to the calculations in the last section, the spontaneous emission rate was not neglected in
the simulations here. We performed numerical computations with the method described above
for up to 4 nuclei in the cavity. Even though the size of the Hilbert space is moderate, the
calculation of the two-time expectation values combined with the required small step sizes in ¢’
and 7 are time-consuming.

In the numerical simulations presented below, we used a pulse length ¢, = 0.01/7y and the
parameters g = /1400 /N~,xk = 457, kg = 25v€ and & = 18000. This corresponds to the
situation encountered in Sec. For the cavity detuning A¢ = 0 and Ag = k was used.

Contributions to the emission spectrum

Before we turn to the numerical results, let us first look at the two-time expectation value in more
detail. By describing an operator O by its average value and a fluctuation operator (O) + 00,
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the expectation value in Eq. (8.54]) can formally be rewritten as
(abu(t 4+ T)aous(t')) = (abue (' + 7)) aous(t')) + (Saly (' + 7)da0u () - (8.63)

In the study of resonance fluorescence, the contribution to the emitted radiation which stems
from the first part in this sum is known as the coherent, while the second term is called the
incoherent contribution. The reason for this is that for a continuous coherent driving field, the
coherent part of the radiation is emitted with the same frequency as the driving laser. This
is comparable with the picture of a classical dipole. In this sense, the incoherent part of the
radiation accounts for non-classical effects beyond the classical dipole radiation. In the case of
resonance fluorescence, this results in the celebrated Mollow triplet [261].

By omitting the fluctuation operators in Eq. (8.63)), the two-time average reduces to one-time
averages and the reflection spectrum of Eq. comes

[~ 2
Seon = ’\/ﬁ/ e“Magus (1))dt| (8.64)
— 00
and in turn we can define the coherent reflectance as
Scoh |aout (W) |2
Rscon|* = = 8.65
Raconl” = G = Tam(@)P (8.65)

This expression also resembles an intuitive picture of the emitted spectrum often used in the
context of spectroscopy: In the weak driving regime, the spectrum is given by the Fourier
transform of the complete time-dependent response function, possibly including the initial §-
like pulse as in Refs. [172] 262 [263]. From the equations above, we observe that this intuitive
interpretation can break down as soon as the incoherent contribution of the emitted radiation
becomes important. In this case, the spectrum must be described with the complete expression

given in Eq. (8.54).

Results

Both the full spectrum and its coherent part can be computed numerically, the incoherent con-
tribution to the reflection spectrum can easily be obtained by subtraction. The coherent part,
the incoherent part as well as the full reflection spectrum is shown in Fig. [8.5| for different driving
strengths aj,. In the left panel, the cavity is driven at the resonance angle of the first guided
mode, such that Ag = 0. With an increasing field strength, we observe the saturation effect
already noticed in the previous section, where the steady state of the system was analyzed. Now,
in addition we also recognize that the incoherent part, i.e. the non-classical contribution, has a
huge impact on the reflection spectra. At ai, ~ 35,/7, the emitted signal is nearly completely
determined by the incoherent contribution to the spectrum. Interestingly, the shape of the in-
coherent contribution seems to be always given by a Lorentzian line profile and its width agrees
with the expected superradiantly broadened decay rate I' = v + §|g|?Nr/(r? + A%) very well.

Also in the case where the incident angle of the pulse is changed, such that the cavity is
driven off-resonantly with cavity detuning Ag = k, the incoherent part of the spectrum plays
a crucial role. Again, we find that the shape of the incoherent spectra is roughly given by a
Lorentzian, and its width is in accordance the superradiant width I'. In contrast to the setting
before where Ac = 0, the line profiles are now shifted approximately by the collective Lamb
shift Aps = —2|g|>NA¢/(k* + A%). This surprising result could be confirmed also for larger
number of atoms and suggests that this effect is an universal property of our system. A possible
explanation is that the incoherent part of the spectrum emitted by the nuclei has, by definition,
no fixed phase relation with the driving field. Hence, no interference with the prompt part of
the reflection occurs, and only the nuclear shape with superradiant broadening and the collective
Lamb shift remains.
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Figure 8.5: Reflection spectra after a d-like pulse excitation with one resonant nucleus in the cavity
are shown for different field strengths @i, and for two cavity detunings Ac. In the strong driving limit
the spectrum becomes flat due to saturation effects in the nucleus. For increasing field strengths, the
asymmetric Fano profile observed for Ac = k changes its form significantly. The coherent and the
incoherent parts of the spectra are shown in the upper panels in the same scale as the main figures.
Parameters are given in the main text.

Line shape control

Next, we want to look into a particular feature which is observed in the full and the coherent
spectrum in more detail. In Fig. a small subset of the spectra from Fig. with A¢ = &k
is shown. Both for the coherent and the full spectrum it can be seen that the line shape and its
symmetry can be strongly affected by already a moderate change in the driving field strength a;y,.
Since especially the coherent spectrum shows a distinct behavior, we focus on this part. We recall
that it is given by the Fourier transform of the time resolved reflection signal. This time domain
signal consists of a short d-like cavity contribution and the delayed nuclear signal. In Chap. [] it
was shown that the interference of these to channels can give rise to Fano interference. The line
shape was determined by the relative phase between the two amplitudes and could be controlled
via the incidence angle. Here, however, the angle of incidence is kept constant. Therefore, it
can be expected that a new mechanism causes a relative phase between the contributions to
the reflectance, and consequently determines the spectral line profile. In fact, we find that the
new control mechanism stems from nuclear excitation in the cavity. We emphasize that this is
a non-linear feature, since any population of the nuclei could be safely neglected in the linear
regime.

For the four different driving strengths shown in Fig. we present the time resolved nuclear
excitation in Fig. Initially, the atoms reside in their ground state and during the pulse
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Figure 8.6: The full reflectance (left panel) and the coherent contribution (right panel) from Fig.
with A¢c = k is shown in more detail. Already moderate changes in the driving field strength can result
in different spectral profiles.

duration they will be excited. During this time range, the large driving strength a;, dominates
over the other coupling parameters, such that the atoms will undergo characteristic Rabi oscilla-
tions [I]. From our quantum optical theory, we know that each nucleus is driven with the Rabi

frequency (c.f. Eq. (8.10))

ZHR
Qp = - .
K—HAC\/»Q (8.66)

In a simplified picture we consider a single nucleus subjected to a driving with this frequency.
Then, the equations correspond to the Rabi model and the solution reads [I]

H = Qgle)(gl + Qxlg)(el , (8.67)
¥) = cg( )g) +ce(t)le) (8.68)
cg(0) =1, ce(0) =0, (8.69)
(t) = IQR\t) (8.70)
(t) = (8.71)

t ' 218 (1) gin (|Qp|t) .

Cq

Ce
The nuclear excitation obtained with this simple model is given by
Nexe(t) = |ce(t)]? = sin (|Qrt) (8.72)

and is shown as dashed curves in Fig. a). Clearly, it matches the exact numerical simulation
well, the differences are due to the neglected collective effects and the incoherent processes. From
Fig. [8.7(a), we also see that after the pulse duration, marked as the shaded red area, the Rabi
oscillations are differently advanced in time. This time progress effect also manifests in the phase
of the nuclear contribution to the reflectance. In our simple Rabi model, the nuclear phase after
the driving pulse is given by

arg (J_(top)) = arg ( Letors (2r) sin (2|QR|t0)) . (8.73)
From this expression, we see that the phase is particularly affected by the sinusoidal contribution.
Its sign can flip if its argument exceeds a multiple of 7, i.e. as soon as half a Rabi cycle is complete.

This can be achieved by either increasing the pulse duration ty or the driving strength a;,, as it
is proportional to the Rabi frequency Q2r. The nuclear phase as a function of a;, is visualized
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Figure 8.7: (a) The nuclear excitation in the cavity is shown. The shaded area denotes the time range in
which the system is driven by the pulse. After to = 0.01/v the population of the excited nuclei decays
exponentially. Depending on the driving strength @i, the Rabi cycling of the population is differently
advanced which influences the nuclear phase after the driving pulse. The solution of an ideal Rabi
flopping without decay is given by the dashed lines. (b) The nuclear phase arg (J_) at t = to is shown
for simulations with different number of atoms N. The dashed lines show the result of the simple Rabi
model. Whenever half a Rabi cycle is complete, the nuclear phase changes by =~ w. The gray vertical
lines denote the driving strength from (a) and Fig. Parameters are as in Fig.

in Fig. b). Again, the simple Rabi model covers the essential behavior of the numerical
simulations very well. We performed this analysis with up to four nuclei in our simulations while
keeping |g|>?N constant, and always found a good agreement with our intuitive interpretation
based on the Rabi model, see Fig. (b)7 despite the complicated interatomic couplings. Thus,
the discussed effect can indeed rapidly change the phase of the nuclear contribution in general
settings, which in turn gives rise to modified line shapes, c.f. Chap. |4 or Ref. [T72].

Even though the analysis here was carried out for the coherent part of the spectrum, the
signatures of the modified line shapes also remain visible for the full spectrum, which can be
observed from Fig. [8.6] Therefore, the intensity-dependent line shape asymmetry constitutes a
well-suited characteristic for an experimental study in the non-linear regime. Since the spectrum
is very sensitive to the nuclear states in the cavities, it can also be understood as a signature
for Rabi flopping. We emphasize that this line shape control mechanism is not restricted to the
nuclear domain, but can be realized also in settings in different energy regimes, such as in the
study of auto-ionizing helium systems with femtosecond pulses in the XUV range [172, 262} 263].

Finally, we note that a clear observation of the effect in the spectra poses a significant challenge
to the light sources. While we performed our numerical simulations with a clean rectangular
pulse, the situation encountered in (X)FEL experiments requires different models for the more
noisy pulse shapes [40] 264]. With a possible self-seeding upgrade, though, the shape quality is
expected to be enhanced significantly [16, [19]. Furthermore, we note that the analysis above was
performed with adiabatically eliminated cavity modes, which is valid if the modes equilibrate
fast on the time scale of the driving pulses. However, with ultrashort pulse durations in the
10 fs range provided by XFEL sources, this assumption might have to be revisited and the cavity
dynamics might have to be taken into account. The influence of both the realistic pulses shapes
as well as the explicit treatment of the cavity dynamics on the features in the spectrum could
thus be analyzed in future works.
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Chapter 9
Summary & Outlook

Summary

In this thesis a quantum optical framework for thin-film cavities, containing layers of resonant
Mossbauer nuclei and probed by hard x-rays, was presented. This setting has recently been
used in several experiments exploring the foundations of x-ray quantum optics. Compared to
previously existing theoretical descriptions, the approach of this work allows for a quantum me-
chanical interpretation of all physical processes contributing to the observed signals on the basis
of a full understanding of the involved states and their mutual couplings from a microscopic
point of view. Additionally, a strong focus was put on a close relation to realistic implementa-
tions. In collaboration with experimental groups, several quantum optical phenomena could be
successfully demonstrated.

The basic model was developed in chapter [3| by describing the x-ray light-matter interaction
by quantum optical means. Special attention was given to the archetype Méssbauer isotope ®"Fe
which is presently also in the focus of interest in experimental implementations. To overcome
the difficulty of the large Hilbert space in the initial formulation of our theory, two well justified
approximations were made. First, we adiabatically eliminated the cavity modes to obtain effec-
tive equations of motion for the nuclei. While there is no direct interaction among the nuclei
initially, this procedure gives rise to mutual couplings in the equations. This way, an intuitive
understanding of the relevant physical processes contributing to the coupling of the nuclei and
thus to collective phenomena can be gained. In particular, it was found that the cavity leads
to an enhanced decay rate and energy shifts due to cooperativity and the Purcell effect. The
second approximation was to consider the system only in first order of the driving field, which
is sufficient to describe current synchrotron-based experiments. This allowed for a description of
the cavity and the collective behavior of the nuclei by one ground and up to only six collective
excited states in the presence of a magnetic hyperfine splitting. In the respective limits, we found
excellent agreement with previous semi-classical models as well as with numerical simulations
throughout this thesis.

In chapter [4 the setting of a plain cavity without magnetic splitting of the resonant nuclei was
studied. With the quantum optical theory we could show that tunable Fano resonances arise
in the spectrum of the reflectance, which are externally controllable via the angle of incidence.
This line shape control stems from the interference of two scattering channels, the empty-cavity
reflection and scattering at the resonant nuclei, and was successfully demonstrated in an ex-
periment. From the measured spectra we could extract spectroscopic signatures such as the
cooperative Lamb shift or the superradiant decay rate with high precision, which opens up an
avenue to metrology at x-ray energies with neV precision. During the data analysis we found
that an additional phase depending on the cavity material is present in the system, which gives
rise to asymmetric cavity mode resonances and a non-vanishing Lamb shift for the symmetric
Lorentz spectrum. Including this phase shift in the theoretical description, a very good agree-
ment to the experimental data was achieved. The line shape control mechanism with its two
scattering channels can also be interpreted in terms of an x-ray interferometer setup. This way,
phase-sensitive measurements of the nuclear resonance were demonstrated with good agreement
to the theoretically expected phase of a Lorentz profile. The phase retrieval forms a first step
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towards x-ray quantum state tomography.

A more involved scenario was studied in chapter 5] by introducing a magnetic hyperfine splitting
in the 5"Fe nuclei. We observed that distinct minima in the spectral response are formed. How-
ever, their origin could not be understood by means of the semi-classical descriptions. Applying
our quantum optical model, we showed that these modifications in the reflected signal are caused
by interatomic interaction effects originating from the quantum nature of the vacuum. So-called
spontaneously generated coherences (SGC) are formed, which is a hardly observed phenomenon
in quantum optics since it requires stringent conditions naturally not met in atoms. In our x-
ray setup, SGC occur due to the presence of cooperative effects and a magnetically controlled
anisotropy of the cavity vacuum. SGC enable interference between different decay channels and
allow to suppress the seemingly inevitable process of spontaneous emission. Therefore, SGC are
a powerful resource in quantum engineering with numerous fascinating applications. We could
demonstrate the effect of SGC experimentally and show that the cavity system can be operated
essentially decoherence-free. On the theoretical side, we further found that a large set of level
schemes can be engineered and controlled by suitable choices of the magnetization and polariza-
tion axes. This opens perspectives for the realization of advanced quantum optical level schemes
with nuclei.

In chapter [6] the typical scheme employed in experiments on thin-film cavities was described in
more detail and the time-dependent reflection intensity, which is experimentally accessible, was
derived. In the process we found that the group velocity of the x-ray pulses can be controlled. We
showed that large time delays can be engineered in cavities featuring SGC and with thin surface
layers, and even super-luminal light propagation can be achieved with suitable cavity layouts.
Since the concept of group velocity control requires spectrally narrow pulses, we proposed a
scheme in which such narrowband pulses are created from broadband synchrotron radiation.
Experimentally, we could observe x-ray pulse delays up to 35 ns employing this scheme. Since
slow light is usually accompanied by huge optical non-linearities, our implementation motivates
the study of related phenomena in the x-ray regime. Furthermore, a theory was formulated in
order to analyze the time-resolved signal in Fourier space. This way, an alternative method to
extract the Lamb shift from the measured data was introduced.

In chapter [7] the theoretical model was extended to cover multiple cavity modes as well as
multiple resonant layers, such that a broader set of cavity layouts can be handled appropriately.
Our analysis revealed that each of the two extensions individually does not yield new effects
in the spectral line shapes beyond Lorentz and Fano profiles, but in combination qualitatively
different reflection spectra emerge. This way, a recent experiment featuring electromagnetically
induced transparency (EIT) in thin-film cavities [56] could be successfully modeled, the coupling
coefficients in the scheme could be understood from a quantum optical point of view and their
scaling laws could be reproduced.

In the main part of this thesis the quantum optical formalism was applied to situations studied
in synchrotron experiments, where the linear response approximation is valid. The model, how-
ever, is not limited to the linear regime and can be applied to describe future experiments with
much higher probe intensities, performed, e.g., at x-ray free-electron lasers. Non-linear effects
emerging in this new parameter regime were investigated in chapter [§] In a first approach we
approximated the system by neglecting the small spontaneous emission rate as it is dominated
by the superradiant behavior and could find analytic solutions of the stationary observables for
arbitrary x-ray driving strengths and atom numbers by mapping the equations of motion to
a Dicke-type model. That way, saturation effects of the nuclear excitation could be observed.
Second, a numerical study was performed in order to compute the emission spectrum after the
excitation with a short, but intense x-ray pulse, which corresponds to the situation encountered
in typical experimental scenarios. Here, a novel line shape control mechanism based on the
dynamics of the nuclear phase was discovered. This effect might also serve as a signature for
nuclear Rabi flopping.

In conclusion, our formalism allows to predict, observe and interpret a variety of quantum
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optical phenomena and provides a promising platform for the further exploration of x-ray quan-
tum optics with nuclei embedded in thin-film cavities. At the same time, this work supports
the ongoing effort to establish a new domain of Mdéssbauer physics at the boundary of quantum
optics and x-ray science.

Outlook

The results presented in this work invite for a broad range of promising research directions. Both
on the theoretical and the experimental side, exciting physics can be expected in future studies
on x-ray thin-film cavities.

A highly advantageous platform for further phenomena and applications of quantum optics
can be formed by merging the two cavity layouts featuring EIT and SGC: The combination of
multiple resonant layers in the cavity with suitably chosen magnetization to induce a hyperfine
splitting in the nuclei would enable the engineering of a new class of quantum optical level schemes
in the x-ray domain. Particularly desirable would be the formation of N-type level structures,
which can be exploited to obtain huge Kerr non-linearities in the optical response [120]. Using
other Mossbauer nuclei instead of the isotope ®"Fe, which was considered in most parts of this
work, might provide an alternative road to access a broader collection of realizable level schemes.
The quantum optical model developed here is suitable for any resonant nucleus with arbitrary
hyperfine level structure and thus can be applied to such scenarios as well.

Next to the realization of novel level schemes, other extensions could encompass moving or
vibrating cavities with the aim of controlling the waveform via sideband modulation, as it has
been demonstrated in nuclear forward scattering setups [55] [57]. Also the spectral redistribution
of the field intensity might be feasible in a related setting [I72]. In a different application the
interferometric nature of the x-ray cavity can provide access to fundamental questions of quantum
mechanics. Currently, some effort is made to utilize the cavity setup to observe the violation of
Bell-like inequalities [265].

Besides, a deepened analysis of several topics covered in this thesis offers great potential. Since
the Fano spectra discussed in Chap. ] were measured employing a time-resolved method, it could
be possible to use our data to study the temporal build-up of Fano resonances [266] and compare
it with results of different frequency regimes [267]. In Chap. [f| we introduced a method to extract
the Lamb shift from these time dependent measurements via evaluation in Fourier space. The
analysis of all available data sets as well as the identification of other spectroscopic parameters
could be envisaged for the future. In particular, it would be interesting to investigate if the
Fourier space analysis of the time-dependent Fano spectra allows for advanced characterization
of the couplings as in Ref. [263]. It might be also beneficial to apply our technique of phase
sensitive measurements based on Fano resonances to cases with more complex line shapes. A
thorough study of the nuclear phases allows to specifically design cavities with distinct dispersion
relations, which is of importance for the implementation of group velocity control as discussed
in Chap. [0} Ultimately, this could lead to the realization of super-luminal x-ray pulses. A topic
which was not yet extensively considered is the photon correlation function ¢(. In contrast to
previous models we used a quantized field description in our theoretical approach, which renders
g@ an accessible observable. Its features, however, have been only touched briefly in Chap. |8l A
comprehensive analysis of the second-order correlations induced by the light-matter interaction of
Maéssbauer nuclei in thin-film cavities, possibly in combination with the properties of synchrotron
radiation [268] or free-electron laser sources [269], constitutes a worthwhile subject for upcoming
studies.

Even though the quantum optical model developed in this work has proven very successful
in describing various realistic scenarios, some open questions in the foundations of the theory
should be addressed in future works. An important point would be the self-consistent calculation
of the coupling constants g between the different cavity modes and nuclear transitions. An in-
dependent approach via an eigenmode analysis could performed here. Since in the present work
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only the product gv/N is known from comparison with experimental data or semi-classical mod-
els, this would allow to determine the absolute number of nuclei N taking part in the collective
light-matter interaction. Due to the limited coherence of the x-rays beams in experiments the
question arises if the coupling to the nuclei is homogeneous due to the formation of a uniform
cavity mode, or if the nuclei are divided into smaller blocks with a certain coherence volume,
which in turn determine the collective behavior [68]. Next to this question, also the emission
characteristics require a deeper understanding. While the nuclear signal is coherently emitted in
forward direction along the expected reflection channel, it has to be examined if this still holds
true in the non-linear regime. There, the intermediately excited state in the nuclear ensemble
strongly differs and the angular properties of the emission could be investigated by means of
scattering theory or a radiative eigenstate analysis. Especially, it would be important to know
if the coherent and incoherent part of the emission spectrum found in Chap. [8] exhibit differ-
ent characteristics. This could facilitate the observation of the discovered line shape control
mechanism in the coherent part of the emission spectrum.

The non-linear mechanism to control the line profiles further provides a signature for nuclear
Rabi flopping as described in Chap. [§l Hence, its verification can be expected to fuel the field
of nuclear quantum optics. An easier implementation of the same scheme could probably be
achieved in lower frequency domains, such as in the study of helium with femtosecond pulses
in the XUV range. Nevertheless, a more sophisticated theoretical study is required beforehand.
Both the effects of the x-ray pulse shape and its partial coherence were not included in the
analysis yet. Also, the adiabatic elimination of the cavity modes cannot be performed if pulses
with a duration of less than =~ 150 fs probe the system. Also the second non-linear scenario
investigated in this work, the stationary case of a continuously driven cavity, opens up some
challenges. On the theoretical side it could be analyzed if the approximations in the model are
valid in the considered parameter ranges. In particular, it would be important to know if the
non-symmetric Dicke states affect the system. Next, the question if the scheme is realizable is
still to be answered. For this, the time scale of the system, determined by the decay rate of the
Mossbauer nuclei, and the parameters of suitable future light sources need to be related.

Finally, we emphasize that the rapid development of new x-ray instrumentation increases
the experimental possibilities and therefore allows to implement many more quantum optical
phenomena in the next years, not necessarily restricted to settings in thin-film cavities. Examples
of such novel equipment are diamond-based mirrors with near 100% reflectivity operating in
normal incidence [270} 271] or Bragg beam splitters for hard x-rays [272]. Additionally, pulsed
magnetic fields with controlled strengths up to 30 T [273] offer a tool to modify the hyperfine
splitting of Mdssbauer nuclei, such that the nuclear level schemes can be dynamically tuned.
This way, innovative concepts of x-ray quantum optics can be expected to be realized in the
future.
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