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Chapter 1

Introduction

Spontaneous emission is a fundamental process in atomic physics, resulting
from the interaction between radiation and matter. In its simplest form the
problem consists of an initially excited one-electron, two-level atom (TLA),
which through the coupling to the vacuum electromagnetic field decays into
its ground state emitting a photon. In the spirit of open (dissipative) quan-
tum systems, the vacuum electromagnetic field acts as a reservoir or bath
(infinitely many quantal degrees of freedom) into which the small atomic
system (few quantal degrees of freedom) deposits its excitation in the form
of radiation. The atom—reservoir coupling leads to fluctuating forces re-
flecting the modal structure of the vacuum electromagnetic field. Thus, the
photonic density of states (DOS) does not only characterize the photonic
reservoir but it determines the atomic dynamics as well.

For example, as is well known, a photonic DOS which varies smoothly
over the spectral range of the atomic transition (flat continuum), results in a
vacuum shift (Lamb shift) of the atomic levels as well as an irreversible spon-
taneous decay which renders all excited states unstable. Both spontaneous
decay and vacuum shift appear in all texts of quantum electrodynamics
(QED). As a result, for many decades they were considered to be inherent
and unavoidable phenomena associated with matter. This view, however,
overlooks the fact that spontaneous emission is a property of the combined
system “atom + field” rather than of the isolated atom, and as such can be
strongly modified by changing the atom—field coupling or by modifying the
structure of the continuum.

Abrupt changes in the modal density in the vicinity of the atomic tran-
sition (structured reservoir), can affect significantly not only the magnitude
but the nature of spontaneous decay as well. For instance, consider an atom
excited to some Rydberg state, placed in a high-Q, high finesse cavity. In
this case, spatial boundary conditions imposed on the radiation field deter-
mine the coupling constant between the atom and the field as well as the
photonic DOS which exhibits sharp peaks, each corresponding to a reso-
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nant cavity-mode. If the transition frequency to a lower atomic state (with
which a nonzero electric dipole matrix element exists) lies between any of
these peaks, spontaneous decay is strongly suppressed. On the contrary, if
the transition frequency matches one of the cavity resonances, spontaneous
decay is strongly enhanced due to the large DOS available to the emitted
photon. Furthermore, spontaneous emission displays features of reversibil-
ity which appear as periodic exchange of energy between atom and cavity,
known as vacuum Rabi oscillations, an unusual generalization of the more
traditional Rabi oscillations, induced by an externally imposed field.

Quite recently it has been realized that strong modification in the pho-
tonic DOS can be achieved by means of photonic crystals (PCs). These
are artificial dielectric structures exhibiting periodic spatial modulation of
the dielectric constant. Under favorable circumstances, the spectrum of the
electromagnetic field they support, may exhibit allowed bands and forbidden
gaps, in analogy to the electronic band-structure in semiconductors. Inside
a photonic band-gap (PBG), photonic modes and zero-point fluctuations are
absent.

The material in this thesis deals with the interaction of small atomic sys-
tems with structured radiation reservoirs, which is of central importance in
a number of areas including cavity QED (CQED), nanostructures, semicon-
ductors, atom lasers and molecular physics. We will focus on the dynamics
of few-level atoms or collections thereof, embedded in PCs. The first moti-
vation for these studies was the fact that the unconventional photonic DOS
associated with such materials, has been shown to be accompanied by a
variety of novel phenomena such as: inhibition of spontaneous decay of an
atom with transition frequency within the gap, strong localization of the
emitted radiation at the site of the atom, vacuum Rabi splitting, formation
of “photon + atom” bound state.

A fundamental difficulty in the theoretical description of such phenom-
ena stems from the invalidation of the Born and Markov approximations,
essential in obtaining a master equation, which is the standard tool in quan-
tum optics problems involving flat photonic continua. As long as only one
photon is exchanged between the small system and the reservoir, the problem
can be handled through the direct solution of the respective time-dependent
Schrédinger equation. The direct extension of this approach, however, to
situations involving more than one photon in the reservoir does not seem
tractable. The development of a technique capable of circumventing this
mathematical difficulty, was the second motivation for the work presented
in this thesis.

Closing this introductory section, we outline the remainder of this the-
sis. The following chapter (Chap. 2) is dedicated to a brief presentation
of PCs, its fabrication and possible applications. In Chap. 3, after a brief
introduction to elementary QED, we discuss various quantum optical phe-
nomena in the context of open space and cavities. In Chap. 4 we focus on
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quantum optics in PCs and in particular on various DOS models which have
been adopted in the literature for the description of the modified radiation
reservoir associated with PCs. We additionally review the major ideas in
the state of the art right up to the work presented in this thesis. Finally, we
set a Research Question to be answered in the following chapters.

In Chap. 5, we present the discretization approach, the validity and the
limitations of which are discussed in the context of photonic continua of var-
ious DOS. Given the discretization, in the chapters that follow 5 we address
problems involving multiple excitations in structured radiation reservoirs,
and as such are not amenable to other techniques.

In Chap. 6, we study spontaneous emission in an atomic ladder sys-
tem, with both transitions near-resonantly coupled to the edge of a PBG
continnum. Studying the atomic dynamics in terms of the relative atomic
detunings from the band-edge frequency, we find that the interaction of the
atom with the strongly localized photons is accompanied by a variety of
novel phenomena. Specifically, we predict the formation of a “two-photon +
atom” bound state and a competition between a “direct” two-photon process
and a stepwise one.

In Chap. 7, we consider a TLA coupled to the edge of a PBG and
a defect-mode. The defect-mode acts as a photon source that can pump
the atom. Propagating the wavefunction of the system, we obtain results
pertaining to the problem of two and three photons in the reservoir, for
various states of the defect-field. For a wide range of parameters we find
that part of the total initial excitation remains trapped to the atom and the
defect-mode in the long-time limit.

In Chap. 8, we investigate the dynamics of a small collection of two
closely-spaced TLA, near-resonantly coupled to the edge of a PBG. Both
atoms are considered to be initially excited, and the role of the dipole-dipole
interaction in the enhancement of the collective decay is investigated.
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Chapter 2

Photonic Crystals

In 1987, John and independently Yablonovitch, suggested that structures
with periodic variation in dielectric constant could influence the properties
of photons, in much the same way semiconductors affect the properties of
electrons [51, 52, 125]. In semiconductors, it is the Bragg-like diffraction of
the electrons from the atoms of the lattice which results to gaps in allowed
energies, for which the electron’s propagation is forbidden. In contrast to
semiconductors, PCs do not exist naturally and need to be fabricated. One
has to create somehow a periodic lattice, consisting now of dielectric matter
(rods, spheres, slabs, etc) instead of atoms, with periodicity on the scale of
the wavelength of light. Under appropriate conditions, a complete PBG in
frequency may then open up, for which electromagnetic-wave propagation,
irrespective of direction and polarization, is forbidden. Strictly speaking,
linear-wave propagation is absent in a gap, while nonlinear propagation ef-
fects do exist in the form of solitary waves. In analogy to valence and
conduction bands in semiconductors, the allowed bands above and below a
PBG, are also referred to as “air band” and “dielectric band”, respectively.
In this chapter we present an outline of the theory underlying these interest-
ing objects (Sec. 2.1). Furthermore, in Sec. 2.2 we present the state of the
art in their fabrication while future applications are discussed in Sec. 2.3.

2.1 Ab-initio Calculations

From a theoretical point of view, Maxwell’s equations can give a complete
description of the field in a PC [49]. In the absence of any external currents
and sources, we have:

V-B = 0, (2.1)
V-D = 0, (2.2)
10B
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10D
cot’
where c is the speed of light, E and H are the electric and magnetic fields,
while D and B are the displacement and the magnetic induction fields,
respectively.

In general, D is related to E via a rather complicated power series. For
materials and fields under consideration, it is a very good approximation
to keep only the linear term, i.e., D(r,w) = €(r,w)E(r,w). Furthermore,
considering macroscopic, isotropic and low-loss materials, e(r,w) is purely
real and practically constant over the frequency-range of interest. We thus
obtain D(r) = ¢(r)E(r) where ¢(r) is the macroscopic dielectric constant. A
similar expression relates H to B, but for the dielectric materials of interest,
magnetic permeability is close to unity and thus, H(r) = B(r).

With all these assumptions Maxwell’s equations become:

V-H(r,t) = 0,

VxH = (2.4)

V-¢(r)E(r,t) = 0,
VX E(r,f) = —%%, (2.7)
_ €(r) 0E(r, 1)
VxH = ~ o (2.8)

It is worth noting here that Maxwell’s equations are exact and thus provide,
the band-structure of a PC from first principles (ab-initio). This may be the
most exciting aspect of the field and results to excellent agreement between
theory and experiment. Another aspect of Maxwell’s equations is that there
is no fundamental length. This ensures that a PC designed at one length
will exhibit the same electromagnetic properties at any other length scale.
The fields entering Maxwell’s equations have time and spatial depen-
dence. Taking full advantage of the linearity of the equations, we may
separate the two dependences by expanding the fields into a set of harmonic
modes. Since we are looking for eigenmodes of the system, we may write a
harmonic mode as a certain field spatial pattern times a complex exponen-

tial, i.e.,
H H 1wt
(E) (r,t) = (E) (r)e™”. (2.9)

Substituting Eq. (2.9) into (2.7)-(2.8) we may obtain a master equation
which governs the magnetic field pattern:

w

OH(r) = (-)2 H(r), (2.10)

C

under the transversality condition V-H(r) = 0. The operator @ is Hermitian
and is given by

®=VX (%Vx) . (2.11)
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Fig. 2.1: A typical band-structure coming out from theoretical calculations. Tt
corresponds to the inverse opal depicted in Fig. 2.5. The shaded region corresponds
to the photonic band-gap [10].

A similar master equation can be obtained for the electric field, but in that
case, the corresponding operator is non-Hermitian complicating thus the
solution of the problem.

In a typical PC, the dielectric constant is periodically modulated with
lattice vector R, i.e., e(r) = ¢(r + R). Using the Bloch-Floquet theorem,
we may expand both field pattern and dielectric constant in plane waves
whose wavevectors are reciprocal lattice vectors. For instance, the Fourier
expansion for the field will be of the form:

HY(r) = ) haaere T, (2.12)
G\

where e) is the polarization vector and G are reciprocal lattice vectors. Each
mode is thus identified by the wavevector k while the transversality condition
requires that ey - (k + G) = 0. Substituting the expansion for both field
and dielectric constant into (2.10), the problem is reduced to the solution
of a system of linear equations on hqg ). Given that ® is Hermitian, the
eigenvalue problem can be solved in different ways and its solution provides
the allowed mode-frequencies for a given crystal, whose wavevectors are
associated with each one of these modes. In other words, we obtain the
band-structure, w(k) (Fig. 2.1).

In analogy to quantum mechanics, the Hermiticity of ® ensures that its
eigenvalues are real, while its eigenvectors (modes) can be obtained by means
of a variational principle and they are orthogonal to each other. Using the
“electromagnetic analogue” of the variational theorem, one can show that «
mode tends to concentrate its displacement field in regions of high dielectric
constant, lowering thus its frequency, while remaining orthogonal to modes
below it in frequency [49].
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2.2 State of the Art in Fabrication of Photonic
Crystals

2.2.1 Two-dimensional Photonic Crystals

The traditional multilayer film is the simplest possible PC in which one can
always observe a complete gap in one direction, between every set of bands
[9, 26, 27, 32, 49, 102, 103, 104, 105, 115, 116]. It consists of periodically
arranged dielectric layers, with alternating high and low dielectric constants.
The medium is periodic in one direction and homogeneous in the other two.
The simplest departure from the multilayer film is the two-dimensional (2D)
photonic structure, consisting of a square lattice of dielectric rods or veins
[Fig. 2.2(a) and (b)]. An alternative 2D configuration is the triangular
lattice of air cylinders in dielectric medium [Fig. 2.2(c)] or even the so-called
honeycomb lattice of dielectric rods. Such 2D systems, are homogeneous in
only one direction (periodic in the other two) and they are convenient from
both theoretical and experimental point of view [49, 50, 70, 71, 73, 76].
The structure of dielectric columns [Fig. 2.2(a)] has been shown to sup-
port gaps only for TM modes but not for TE modes, whereas for the struc-
ture of dielectric veins [Fig. 2.2(b)] it is the other way around. This behavior
can be explained if we examine the field patterns for the two structures. Re-
call that the fields for either the dielectric- or air-band TE and TM modes
tend to be concentrated in the high — ¢ (dielectric) regions. The degree of
this concentration is given by the fill factor
_ (E(®)D(r))high-e
f= , (2.13)
(E(r)D(r))iow—-
which measures the electrical energy distributed inside the high — ¢ regions,
with respect to that in low —e regions, while we have introduced the notation

(AB) = /V A*Bdr. (2.14)

In the structure of the dielectric columns [Fig. 2.2(a)], the fill factor of
the dielectric-band TM mode is much larger than that of the corresponding
air-band mode, while there is not so large contrast between the fill factors
for the two TE modes. This big difference between the fill factors of the two
TM modes, is responsible for the large TM PBG. On the other hand, in the
structure of dielectric veins [Fig. 2.2(b)], there is a big difference between
the fill factors of the two consecutive TE modes but not for the TM modes
and thus only TE gaps may appear. Summarizing we can say that: TM
band-gaps are preferable in lattices consisting of isolated high — ¢ regions
while TFE band-gaps are preferable in connected lattices.

In a triangular lattice [Fig. 2.2(c)] both isolated spots and connected
high — ¢ regions co-exist. As a result, such a structure exhibits band-gaps
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Fig. 2.2: Two-dimensional photonic structures.

for both polarizations, and by adjusting the dimensions of the lattice, one
may arrange band-gaps to overlap, obtaining thus a complete PBG in two
dimensions. Two-dimensional PCs fabricated by electrochemical etching
technique, have reached gaps around A = 5um and the technique seems to
be capable of providing PCs at even smaller wavelengths.

2.2.2 Three-dimensional Photonic Crystals

Ho, Chan and Soukoulis [45] were the first theorists to correctly predict
that a particular three-dimensional (3D) crystal would exhibit a complete
gap. Their structure was a diamond lattice consisting of either dielectric
spheres in air or air spheres embedded in a dielectric medium. Following
their predictions, Yablonovitch [126, 127, 128] demonstrated the first 3D PC
exhibiting a complete PBG. Starting with a dielectric slab and mechanically
drilling cylindrical holes in it, Yablonovitch created a diamond-like configu-
ration. The resulting structure, known as Yablonovite, indeed supported a
complete gap in the microwave regime.

Since then, the efforts have been focused on realizing large-scale 3D PCs
exhibiting complete gaps for shorter wavelengths in the optical or near-
infrared regimes [22, 50]. To construct such photonic structures, many chal-
lenges exist. First of all, the lattice constant, must be comparable to the
wavelength of the light of interest. For instance, for a PC operating at
1.5pum, which is the wavelength currently used in telecommunications, the
lattice constant must be of the order of ym! Furthermore, both constituent
materials of the crystal must be topologically interconnected, while addi-
tionally, a large contrast in their dielectric constants is desired. Finally, the
fraction of the volume occupied by the high-dielectric material must be as
low as possible. There are two approaches currently used to create PCs
in micrometer length scale [65]. The first one, is the microengineering and
involves various microlithography schemes, such as electron beam lithogra-
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phy and X-ray lithography. For instance, Yablonovitch has continued his
technique of drilling holes into a dielectric slab but, for optical wavelengths
the “drill” is a beam of ions and the appropriate material is GaAs. In
1996, Yablonovitch and co-workers reported a band-gap in near-infrared
(1.1 — 1.5pm) [20]. The main drawback of their method, however, is that
only crystals up to a few unit cells can be produced.

A layer-stacking design was proposed by Iowa group in 1994 [46] and
since then has been extensively studied both theoretically and experimen-
tally. Based on this design, Lin and Fleming have developed a multistep
process involving photopatterning, etching and plasma enhanced deposition
by means of which they created a seven-layer structure [Fig. 2.3(a)] which
exhibits a gap around 1.5um [31, 72]. The attenuation they measured was
about 99% (1% transmition) while they believe that a ten-layer structure
might give 0.1% transmition. Noda and Yamamoto followed an alterna-
tive multistep process involving electron beam lithography and reactive ion
etching to stack semiconductor rods with micrometer dimensions [90]. They
have reported an attenuation of 99.9% between 6 and 9um, for an eight-layer
structure which is grown within ten days in the laboratory. Both Lin’s and
Noda’s fabrication methods are believed to be very promising for any future
mass production of PCs since they combine low cost with high reliability.
A new layered structure has been recently proposed by Joannopoulos and
co-workers (Fig. 2.3) for achieving full 3D band-gaps. Its main advantage
over the previous layer-stacking design is that it allows the building of a 2D
crystal in three dimensions.

The second approach to microfabrication of PCs, involves 3D self-assembling
systems such as colloidal crystals [77, 120] and artificial opals [11]. The lat-
ter are structures of S04 or 770 spheres (opal) arranged in a close-packed
face-centered cubic lattice (Fig. 2.4). Intersphere voids form a network
which can be impregnated with materials of low or high refractive index.
Although both colloids and opals have excellent long-range periodicity re-
quired for photonic band-structures, it has been difficult to achieve high
index contrast and the correct network topology in order to support com-
plete gaps. Closely related structures are the so-called inverse opals(crystals)
which have been shown to exhibit sizable PBGs [15]. They consist of air
(low dielectric) spheres, embedded in a connected high dielectric network
(Fig. 2.4) and the recipe for their fabrication is the following.

An opal structure is used as a template and its void regions are infil-
trated with a material of high dielectric constant, such as Ge, St or GaP.
Subsequently, the original template is removed by chemical or heat treat-
ment, leaving behind a connected network (macroporous sample or Swiss
cheese structure) with high dielectric contrast, which is essential in obtain-
ing larger gaps. Furthermore, the void regions in macroporous crystals allow
the injection of atoms or dye molecules making thus quantum optical exper-
iments feasible. Experimental realization of such a type of “inverted” opal
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(a)

()

Fig. 2.3: On the left, a scanning electron microscopy image of a seven-layer
three-dimensional photonic crystal. A vacancy defect has been created in the fourth
layer and acts as a defect-cavity; L = 2um [72]. On the right, a layered structure
proposed by Joannopoulos and co-workers for achieving a full three-dimensional
band-gap.

Fig. 2.4: On the left, electron microphotograph of an opal sample [11]. On
the right, view of an inverse opal backbone resulting from incomplete infiltration
of silicon in air voids of an artificial opal. The inner surface of each sphere (only
one is shown) is “covered” by a nematic liquid crystal and thus a tunable PBG is
obtained [15, 16].
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Fig. 2.5: A crystal of air spheres in (a) silicon (on the left) and (b) 7903 (on the
right).

structures (Fig. 2.5) has been reported in the literature [10, 123]. Busch
and John have gone one step further, coating the internal surfaces of the
macroporous structure with a nematic liquid crystal [16]. As they calcu-
lated, the resulting structure (Fig. 2.4) exhibits a completely tunable PBG.
Specifically, the 3D PBG can be opened or closed by applying an external
electric field which affects the orientation of the nematic molecules.

2.3 Applications

Once we have a PC, it is possible to create point-defects by destroying locally
the periodicity of the lattice of the crystal. Such imperfections may involve
changes to the dielectric constant (or equivelantly refractive index) of one of
the “dielectric atoms”, modification of its size or even its removal from the
lattice of the crystal. The point-defect can then “pull” a mode (or group
of modes) inside the otherwise forbidden gap. The resulting photonic state
known as defect-mode is strongly localized and decays exponentially in the
bulk [76], while its frequency and symmetry can be controlled [49, 50, 119].
In analogy to atomic physics, depending on their symmetry, defect-modes
can be labeled as s, p, d, etc. For instance, in Fig. 2.6 we show a p-like pho-
tonic state (it has two nodes) in a 2D PC. The crystal surrounding a defect
acts as highly reflecting mirror. The quality factor ¢} of such a defect-cavity
is a measure of the losses, while its size is of the order of the cubic wavelength
of light A3. Clearly, if losses can be controlled, a high-@) microcavity can be
obtained, operating at optical or even near-infrared wavelengths, where the
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Fig. 2.6: Magnetic field pattern in the vicinity of a defect-mode in a (a) two-
dimensional photonic crystal (on the left) and (b) three-dimensional photonic crys-
tal (on the right). Dark and light regions, correspond to field maxima.

ordinary cavities used in quantum optical experiments are getting lossy. To
this end, we need 3D PCs exhibiting large complete band-gaps (along all
directions in 47 steradiants), isolating thus the defect-mode from the con-
tinuum into which it can dissipate its energy. In Fig. 2.6, we present the
distribution of the magnetic field around a defect in a 3D PC. The necessary
criteria for achieving large gaps are well-known and have been discussed in
the previous section. We additionally need large scale crystals for the elim-
ination of losses through the surrounding walls. It has been shown both
theoretically and experimentally that the ¢ factor of the defect-cavity in-
creases exponentially with the size of the crystal, without presenting any
saturation [72, 119]. For the time being, the highest value of @ (~ 10%)
has been reported by Lin and co-workers in a 2D defect-cavity [73] while,
the first 3D defect-cavity has been realized in a seven-layer structure [Fig.
2.3(b)] [72].

PBG microcavities can be used to control spontaneous emission, which
is the heart of all light-emitting devices in optoelectronics. In light-emitting
diodes (LEDs) for example, spontaneous emission takes place during the
radiative recombination of holes and electrons in a p — n junction. Sur-
rounding a LED by an optical cavity supporting a single mode, we may
obtain single-mode light-emitting diode (SMLED) which, in analogy to an
above threshold semiconductor laser, exhibits coherence properties while
simultaneously is thresholdless and much more reliable. Schener and co-
workers have demonstrated the first “PBG defect-mode laser” operating at
wavelengths ~ 1.5um [66, 92]. The laser microcavity was formed by a point
defect in a 2D photonic crystal fabricated in InGaAsP. A point defect can
be finally used as a narrow-band polarization-selector [72].
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Fig. 2.7: On the left, electric field pattern in the vicinity of a bend in a two-
dimensional photonic crystal [78]. Dark and light regions, correspond to maxima
of the freely propagating field. On the right, scanning electron microscope view of
a fabricated triple-line defect in a triangular two-dimensional photonic crystal [71].

Instead of a point-defect one can also introduce line-defects in an oth-
erwise perfect photonic structure. The defect may then support a mode
within the band-gap and as such is forbidden from propagating in the bulk
crystal. Such defects can be used as “lossless” waveguides. In conventional
dielectric waveguides (fiber-optic cables) currently used in telecommunica-
tions, the total internal reflection is responsible for the confinement of light.
If, however, a fiber curves tightly, a significant portion of light will be lost,
since the angle of incidence is then too large for total internal reflection to
occur. In PBG waveguides, on the other hand, the situation is substantially
different. As long as the frequency of the defect-guiding-mode lies within
the gap, it is impossible for the light to escape, i.e., to propagate in the bulk
crystal, even around tight corners (Fig. 2.7). A highly efficient waveguiding
through a triple-line-defect embedded in a 2D triangular photonic structure,
has been demonstrated (Fig. 2.7) by Lin and co-workers [71]. Although the
structure does not exhibit a large band-gap, the authors have reported a
near-perfect waveguiding at 1.5pm.

Combining both line- and point-defects, the creation of channel-drop
filters is possible. Such filters usually consist of two parallel waveguides
(line-defects) and an “optical resonator system” which involves one or more
point-defects. Calculations have shown that by means of PBG channel-drop
filters, it is possible to transfer 100% of a selected frequency channel from
one of the waveguides into the other in the forward or backward propagation
direction [29, 30].
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2.4 Summary

Light has several advantages over electrons. It is not only that it travels
much faster than electrons, but it can carry much larger amount of infor-
mation per second while heating problems are practically absent, since pho-
tons do not interact so strongly as electrons. It would thus be desirable to
construct all-optical circuits which can replace their conventional electronic
counterparts and open the door towards high-speed data transfer and com-
puting. Such optical devices, however, require structures that can trap, bend
and split light beams efficiently. Many scientists believe that the answer lies
in PCs and they have already begun imagining photonic metropolises in
micrometer length scales. In this thesis we deal with another field of appli-
cations involving small quantum systems (atoms, molecules, ...) embedded
in PCs.
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Chapter 3

Radiative Processes

The investigation of atomic radiative processes requires the description of
the atom, the radiation field and the interaction between the bound atomic
electrons and the field. It is the purpose of this chapter to review standard
tools used in quantum optics for the investigation of the atomic dynamics
as long as the atom is weakly coupled to a flat radiation reservoir, into
which it can dissipate its energy. Furthermore, we give a brief overview of
basic quantum optical phenomena associated with QED in open space and
cavities which are discussed later on, in the context of PBG materials.

3.1 Interaction of Radiation with Atoms

For the sake of simplicity, let us consider a single-electron atom interacting
with the radiation field. The source-free radiation field (R) , can be described
by the vector potential A(r,¢) with the constraint V-A = 0. The interaction
between the electron and the field is then described by the following non-
relativistic Hamiltonian

H= = (p—eA)® + ed(r) + Hr, (3.1)

2m
where the electron’s spin has been neglected, ®(r) is the Coulomb potential
which keeps the electron bound to the atom, while m, e and p are the mass,
the charge and the momentum of the electron, respectively. Expanding the
first term in Eq. (3.1) and using the Coulomb gauge condition!, we obtain

He P a)t Hy - SApt A (3.2)
Tom TV R P '

The first two terms constitute the Hamiltonian of the isolated atom, namely,
p?
Ha = — + eP(r), (3.3)

2m

!Since V-A=0and p~V, we have p- A = A - p.

19



20 Radiative Processes

while Hp is the Hamiltonian for the source-free radiation field in the absence
of the atom. Finally, the last two terms in Eq. (3.2) represent the interaction
between atom and field, i.e.,

Yo CAp+ A (3.4)
TP T '

In the following sections, we discuss these three parts of the Hamiltonian
separately.

3.1.1 Quantization of the Electromagnetic Field

In many QED problems, it is rather convenient to envisage the electro-
magnetic field as confined in a volume similar to a cavity. This allows us
to deal with a discrete set of variables rather than the whole continuum
[75, 100, 108]. Specifically, the field is represented by a set of infinitely
many but discrete modes indexed by A, whose dynamics are described in
terms of the corresponding creation and annihilation operators a; and a)

respectively, obeying the commutation relations
[ax,al] = éyv, [ar,an] =0 =[a},dl,]. (3.5)

The Hamiltonian of the radiation reservoir is that of a set of infinitely
many independent harmonic oscillators and denoting by w) the frequency
of the A mode, we have in Scréodinger picture

1
Hr = Zth (a;a/\ + 5) , (3.6)
A

while the vector potential is given by

A(r) = Z
A

where ¢ is the electric permitivity of the vacuum. For each mode A, the
corresponding mode-function uy(r), satisfies the wave-equation under the
transversality condition,

f
2eqw),

(arun(r) + alui(r)), (3.7)

2
V2u,(r) + %m(r) =0, V-uy(r)=0, (3.8)

where ¢ is the speed of light. Additionally, the mode-functions form a
complete and orthonormal set and depend on the boundary conditions ap-
plied to the electromagnetic field. In the following sections we discuss var-
ious types of mode-functions. For the time being, what should be kept
in mind is that the mode-index A, is usually an abbreviation for a set
of four numbers, namely, the three cartesian components of the propaga-
tion vector |k)| = wyc™! and the corresponding polarization index o, i.e,
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A = {ky, ky, k., 0}. Thus, any sum over A must be understood as a short-

hand notation for ,
IIEDIDIE (3.9)
A

k o=1
eFock or Number States: Since each mode A of the radiation field

is independent, the Hamiltonian (3.6) can be written as a sum over sub-
Hamiltonians for each mode, i.e., Hg = >, k), where

hy = hw), (N/\ + %) , (3.10)

while we have introduced the number operator Ny = aAa;. The N, is Her-
mitian and has a discrete set of eigenstates {|n\)} (Fock or Number States)
[74], while its eigenvalues are ny = 0,1,2,...,00. Accordingly, |n)) are also

eigenstates of the Hamiltonian (3.10), with eigenvalues £\ = hiw) (nA + %)

The effect of @)\ and a; on the number states is:

axlny) = iy — 1), allny) = Vi, + 1ny + 1), (3.11)

and thus My|n,)) = ny|ny), i.e., Ny counts the number of photons in mode
A. The vacuum state of mode A is defined by, a,|0)) = 0 and its energy is
%hwm while the higher excited states can be obtained by

)
ny) = . 3.12
The number states are orthogonal and complete, i.e.,

o0

(nalma) = boms Y Ina){na] = 1, (3.13)

n)\ZO

and as such, they form a complete set of basis vectors for a Hilbert space.

The state-vectors of the entire field are defined in the tensor product
space of the Hilbert spaces for all the modes; that is, a state-vector of the
radiation field may be written in the form:

{na}) = [n1)|ne) .. |neo) = 01,2, .., o), (3.14)

and

1
Hr|ni,ng, .. . Neo) = Zth (nA + 5) |n1, M2, N ). (3.15)
A

The lowest eigenenergy, is %Z 3 hiwy and corresponds to the ground (vac-
uum) state of the field which is given by the normalized vector [{0)}) =
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|0,0,...,0). It is known as zero-point energy and can be omitted in our
calculations, since it does not affect the atomic dynamics. Each state-vector
can be constructed from the vacuum state in the following way

P\ (1)
a a
IR, Mgy -« o) = (el)" (o3) 10,0,...,0). (3.16)
\/711!712!...

Note additionally that the state-vectors (3.14) are orthogonal and complete
too, i.e.,

(N1, M2, ..y Moo | M1, M2y« ooy Mo) = Onymy Ongimsy - - -
Z [n1, M2y Moo ) (M1, M2y oy M| = 1, (3.17)

n1,M2,..Nco

while, application of the creation and annihilation operators to them yields

ax|ni,ng, ., Nee) = A/Ma|N, N,y — 1 ),
a§|n1,n2,...,nA,...,noo> = Vna+1ng,ng,..ona+ 1,00 ne),
Mg, nay oo na, e o) = NAINL, Moy e ey RNy ey Rso ) (3.18)

eCoherent States: A more appropriate basis for many optical fields is
that of coherent states [74, 75, 121]. Consider again a single mode of the
radiation field denoted by A. A coherent state |a)) is defined as eigenstate
of the non-Hermitian annihilation operator ay, i.e., ay|ay) = ay|ay), where
a is the corresponding complex eigenvalue. We may expand the coherent
state in terms of the Fock states |n)) as follows,

o) = elarz 3 Q)T (3.19)

o V1 N
The number of photons in the mode A is then uncertain, but the statistical
properties of the field are well defined with mean number of photons 7, =
|ay|? and a Poissonian photon number distribution

Po(ny) = [nafan)? = 2oe™™, (3.20)

while the uncertainty is Any = \/Tix. The set {|a,)} is continuous, normal-
ized but not orthogonal. Coherent states are minimum uncertainty states,
while the variation of the electric field in the limit of high excitation, ap-
proaches that of classical wave of stable amplitude and fixed phase. The field
generated by a single-mode laser operating well above threshold is, to a good
approximation, a coherent state. In analogy to Eq. (3.14), a state-vector of
the radiation field can be written in terms of coherent states as

{ar}) = lar)|ag) .. |as) = a1, g, ... as). (3.21)
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eThermal Field: Coherent states are pure states since they can be ex-
pressed as a linear superposition of Fock states [see Eq. (3.19)]. There are
states, however, which are not expressible in this way. Such a case, is a
thermally-excited mode [74, 75, 121] where the photon number distribution
is given by

Piny) = — (Tm )m, (3.22)

1 4+ 7y \14 72y
while the mean number of photons is temperature-dependent as is deter-

mined by
1

explhwy/KgT] -1’

fiy = (3.23)

with uncertainty Any = (/73 + f), while 7' is the temperature and Kp is

the Boltzman constant.

3.1.2 Atomic Hamiltonian

Let’s consider the atomic levels |a), |b), |¢), ..., and the atomic Hamiltonian
Ha, which is given by Eq. (3.3). Each of the atomic states satisfies the
following eigenvalue problem

HA|]> = hw]|]>7 ] € {a,b,c, .. '}7 (324)

where fiw; is the eigenenergy corresponding to the eigenstate [j). Let us
further assume that the atomic states are orthonormal and complete, i.e,

(ilg) = 85 2 10)G1=1, (3.25)

where ). is a sum over all eigenstates of H 4. For a couple of atomic levels,
we may define the so-called atomic dyadic operator, o;; = |¢)(j| [74, 121].
The orthonormality of the atomic eigenstates implies that

il = [i)6;1. (3.26)

In other words, operation of o;; on the atom prepared in state |j), removes it
from that state and puts it in state |¢). That’s why these operators are also
referred to raising and lowering atomic operators or even electronic creation
and annihilation operators.

Both, atomic Hamiltonian and electronic momentum can be expressed
in terms of 0;;. Using Eqs. (3.24) and (3.25), we have

Ha= Z |Z><Z|HAZ |]><]| = Zhw]|l>6”<]| = Zhw]‘(f]‘]‘, (3.27)

and

pP= Z |i><i|PZ 7)1 = ZPijUijv (3.28)
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where p;; = (i|p|j). The atomic dyadic operators obey the following com-
mutation relation:

[Cims Otn] = 0100 — 05501 (3.29)

3.1.3 Interaction Hamiltonian

The term €2(2m)~'A? in Eq. (3.4) does not enter in the processes of concern
here and can be omitted. The interaction term of the Hamiltonian can thus
be expressed as

V= hZU]n( Py + g7 al) (3.30)

Ty A

where the indexes j,n and A refer to atomic states and radiation modes

7 = g ilmpln). (3.31)

or, in coordinate representation,

0 =~ o [ el (332

with ¢;(r) = (r|l).

Electric-Dipole Approximation: If we are interested in photons of

respectively, while

wavelength much larger than the atomic size, the mode-function u,(r) is
slowly varying compared to the electronic wavefunctions and we can thus
take it outside the integral (3.32) and replace it by its value at the atomic
position 2. Furthermore, it can be shown that

—%/@p%d% - _iwjn/¢;d¢nd3r = iwpd;n, (3.33)

where d = er is the dipole moment and w;, = w; —w,. We thus have,

Gr) _ _, f L d.
o= ZhGOwAw]nuA(RA) djn, (3.34)

where R 4 is the atomic position.
Alternatively, as the interaction Hamiltonian, one may adopt that of an
electric dipole interacting with the electric field,

V=—¢eE(r) r, (3.35)

2Since the atomic diameter r & 1A, this approximation is valid at optical wavelengths,
where Aphoton = IOBA, Or even in microwave regime.
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while in the electric-dipole approximation, the electric field is evaluated at
the atomic position. Let us compare the electric field interaction with that
of an electron subject to the vector potential A(R 4):

i) =[5 (p— AR + 80 6r0). (330)

where 1(r, ) is the electronic wavefunction. If we set

V1) = cop [ A(R) ¥

¢(r), (3.37)

where ¢(r, ) is a new wavefunction, Eq. (3.36) yields

ih%qﬁ(r,t) = (K = €B(Ry) 1) 6(x, 1), (3.38)

where H® = H4 + Hp is the unperturbed Hamiltonian. Instead of the
velocity gauge (—em ™A - p) one can thus work in length gauge (—¢E - r)
where any expectation values are calculated through ¢(r,?). The difference
is that in this case, the coupling constant reads

e
g™ = —i [y (Ray) - dj. (3.39)

3.2 Density Operator

Consider a quantum system and let {|s)} be a basis set. An arbitrary
wavefunction of the system then can be written in the form

[0(1)) = Y Cs(t)]s). (3.40)

This is a pure state since it is a superposition of eigenstates. In many cases,
however, the system is in a statistical mixture of pure states. Such a mixed
state can be written as

(D) = 3 aley) (3.41)

where ), is a sum over all pure states entering the statistical mixture with
probabilities |a;|* and Y, |a;]* = 1.

In quantum mechanics, physical quantities are associated with linear
operators. Let O be such an operator, whose expectation value is given by

(O) = (¥ (1)[0]2(1)). (3.42)

Using the completeness of the eigenstates |s), the expectation value of the
operator can be written as,

(0) = Y (slp0ls) = Tr(p0), (3.43)

S
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where we have introduced the total density operator [21, 75]

p = Y lasl5) (v (3.44)

The density operator contains all the information about the system as well
as its time evolution.
Using Eq. (3.40), Eq. (3.44) yields

p= Zpss’|5><5/|v (3'45)

s,8'

where the matrix representation of the density operator is defined by,

post = 3 la; PO, (3.46)
J

The diagonal matrix element p,, gives the population in state |s) while the
off-diagonal p, is the so-called ss’-coherence. In a pure state we always have
non-vanishing diagonal elements, whereas in incoherent statistical mixtures
no coherence exists. We finally note that the density matrix is Hermitian
(pss' = psrs) and has unit trace, Tr(p) = >, pss = 1.

The evolution of the system is governed by Schrédinger equation:

L 0
tha[95(0) = H]ei(0)), (3.47)

from which we may obtain the following equation of motion for the density
operator

dop
ot

where H is the total Hamiltonian of the system.

ih (M, p], (3.48)

3.3 The Quantum Optical Master Equation

In this section we focus on the interaction of a “small” atomic system (few
quantal degrees of freedom), with a “large” radiation reservoir (many quan-
tal degrees of freedom) [1, 19, 21, 33]. Let ¢ = 0 be the time at which the
atomic system (A) and the radiation field (R) are brought into interaction,
and let 74 and Hpg be the corresponding unperturbed Hamiltonians given
by Eqgs. (3.27) and (3.6), respectively. The states of the combined system
satisfy the following eigenvalue problem

HO|s) = (Ha + HR) |s) = fiwss), (3.49)

and they are of the form |s) = |7)|{n.}) = |7;{nr}), where by |j) and |{n,})
we denote the eigenstates of H4 and Hp, respectively. The corresponding
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eigenvalues are fiws = fiw; 4+, hwyny. These states are orthogonal and the
set is complete, as is determined by Eqs. (3.17) and (3.25) and thus they
form a basis.

In analogy to the previews section, we may define the density operator of
the combined system w;,;, which satisfies the following equation of motion
in the interaction picture

ioi(t) = =3 V(). weaD)] (3.50)
where V is the interaction between the reservoir and the atomic system.
We are usually interested in the dynamics of the latter which are given
by the reduced density operator pa(t) = Trgr(wiy), where Trp denotes a
trace over all reservoir variables. Let’s assume that the atomic system and
the reservoir are initially uncorrelated, so that the total density operator
factorizes as w;,(0) = p4(0) @ pr, where pp is a stationary reduced density
operator for the reservoir.

Integration of Eq. (3.50) from 0 to ¢ yields,

Wis(1) = wioe(0) — % /0 Lt V), welt)] - (3.51)

Iteration of this solution, tracing over all reservoir variables and subsequent
differentiation with respect to ¢ yield the following integro-differential equa-
tion for the reduced density operator

9pa

oyl Q(pa,t), (3.52)

where Q(pa,t) =3, Uy, and for instance

U, = —%TTR{[V(t), weor(0)]}, (3.53)

U, = <_%) TTR{/Ot dt! [V(t)v [V(t/)v wtot(t/)]} : (3‘54)

Without loss of generality we assume that the interaction has no diagonal
elements and the reservoir is in thermal equilibrium, i.e., Trr(V(t)wt(0)) =
0, which implies that Uy(¢) = 0. At this point we proceed by making two
approximations which will result to a closed integro-differential equation for
the reduced density operator.

¢ Born Approximation: Considering weak interaction between the atomic
system and reservoir, we may apply lowest non-vanishing order perturbation
theory, dropping terms of order higher than two, on the right-hand side of
Eq. (3.52). We may additionally consider that the statistical properties of
the large reservoir remain practically unaffected by this weak coupling and

thus wi (') = pr @ pa(t’).
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e Markov Approximation: If the correlation time of the reservoir T is
smaller than the time scale over which p4(t) varies, we may set pa(t') ~
pa(t). This means that the evolution of the atomic system is determined
by the present and not its past since, any photon emitted into the radiation
reservoir will never return back to the atom and thus the atomic system
does not develop any memory. We may additionally extend the upper limit
of the integration to infinity, as long as ¢t > 7p.

Under all these approximations, the final form of the quantum optical
master equation for the reduced density operator in Schriédinger picture is:

dpa _ 1

ot h
which is wvalid to second order in the coupling constant and for times such
that TR < t < 77!, where v, ! is the decay rate of the atomic system.
In other words the spectral bandwidth of the reservoir must be much larger
than the atomic linewidth. This is the definition of a flat radiation reservoir.

Hacpal = 5z [ TR0, V()00 0 pa)}. (3.55)

3.4 A TLA Coupled to a Radiation Reservoir

Let’s apply now the formalism we have developed above, in the case of a
TLA coupled to a radiation reservoir [2]. Let |e) and |g) be the first excited
and ground states of our model TLA, with respective energies fiw,. and fiw,,.
The atomic dyadic operators are then given by 0., = |e){g| = o and 7, =
|g){(e| = o~, while the inversion operator is defined as o, = |e){e| — |g){g|
and the population operators are .. = |e)(e| and 0,5, = |g)(¢|. Let us also
adopt the notation fiw, = Aw, — fiw, for the energy difference between the
two atomic levels and unless otherwise specified, we shall take % = 1 in our
equations.

3.4.1 Open Space

The standard situation in QED is that of open space [100, 110]. In this case,
we may use plane-wave mode-functions, which for a cubical volume of side
L are of the form

1 (@) ikyr
uy(r)= ——=e, e , 3.56
/\( ) \/V A ( )
where V = L3 while e(;) is the polarization vector such that e(;) -e(;/) = gy
and e(;) -k, =0.
The total unperturbed Hamiltonian is
HY = w0, + ZwAaiaA, (3.57)

A

while, following the notation of the previous section, the states of the com-
bined system are of the form |s) = [j;{n.\}), where j € {e, ¢}, and are
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eigenstates of H° with eigenvalues w; = w;+>_, winy. For the study of spon-
taneous emission, we consider the atom initially excited and the field in its
vacuum state (in thermal equilibrium at 7' = 0), i.e., [1(0)) = |e; {0\)} = |1)
with corresponding energy wy = w,. The interaction between the TLA and
the infinitely many oscillators of the radiation field in the electric-dipole
approximation can now be expressed as

Vo= D gn(0e + oge)(al + a)
A

= ZgA(Uega; + Ugea; + Ocgan + 0gcan), (3.58)
A

where the coupling constant is given by Eq. (3.34) with j = e, n = ¢, while
we have set gge’g) — ¢», and the phase of uy(R ) has been chosen such that
g is real.

Rotating-Wave Approximation (RWA): The terms Uegai and og.ay
in Eq. (3.58) correspond to highly non-energy-conserving processes, namely,
the excitation of the atom accompanied by the emission of a photon and
de-excitation of the atom accompanied by the absorption of a photon, re-
spectively. We may neglect these terms in favor of the other two energy-

conserving terms, obtaining thus

V=3 (0 + ogeal). (3.59)
A

Note that the interaction is linear in the field operators a; and a) and
thus, the only states that give a non-vanishing matrix element of V with the
initial state |I) are of the form | F') = |g; 1), i.e., the atom in the ground state
and one photon present in an arbitrary mode A of the reservoir. Accordingly,
the wavefunction of the system at an arbitrary time ¢ can be written in the
form

(1)) = ao(t)]es {0:}) + D ba(t)lgs Ln). (3.60)
A

In order to obtain a master equation for the problem at hand, we substi-
tute both the unperturbed and the interaction part of the Hamiltonian (Eqgs.
3.57 and 3.59), into (3.55). For the evaluation of the integrand in Eq. (3.55),
we may let V' — oo (or equivalently I — oo) taking thus the open-space
limit. In other words, the variables k,/L, k,/L, k./L, become continuous
and thus, the sum over A can be turned into an integral in k—space or, by
means of the DOS p(w), in w—space:

%Z — ﬁ;/dﬁ/lﬁdk — ﬁ;/d@/p(w)dw. (3.61)

A
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For an arbitrary reservoir, we introduce the spectral response D(w), given
by the following angular integral

D)= o 2 [ d2n(e)la(e) (3.62)

with the sum running over all polarizations. For the continuum under con-
sideration, the DOS is of the well known form p,(w) = w?/c. Substituting
po(w) into Eq. (3.62) and performing the angular integration we have

2 de 2
D (w) = Seldelw (3.63)

67T2eqc3

This is a smoothly varying function around w = w, while for optical wave-
lengths, w, ~ 10'%sec™!. Hence, we are dealing with a flat (broad-band)
continuum and Born and Markov approximations are valid.

Skipping over many steps of calculations which can be found in most
books on quantum optics [1, 19, 21, 79, 121], we present the master equation
for the reduced density operator of the atom

9pa

5 = —i(wo + 594) [0z, pal + 72—& (207 pacT —oTa"pa— pactoT), (3.64)

where 7, is the atomic decay rate given by
Yo = 27Dy (w = w,). (3.65)

The quantity S, represents one contribution to the vacuum shift (Lamb
shift) of the state |e), due to the coupling to the reservoir [100]. To obtain the
complete expression for the vacuum shift we must include in our calculation
the non-energy-conserving terms we dropped in RWA as well as all atomic
states | f) for which d.s # 0. In our theoretical description we have adopted
a rather simplified model, namely, TLA and RWA and as a result we have
obtained the correct atomic linewidth (as long as |e) is the first excited state)
but only part of the shift due to the reservoir.

The probability for the atom remaining excited at time t is given by

the matrix element (e|psle) = p.. and satisfies the following differential
equation:
dpee
= ~YaPee> 3.66
0 Yap (3.66)

with solution p.. = e 7!, The spectrum of the emitted light is associated
with the Fourier transform of the two-time correlation function (o (¢)o~(¢'))
and has the well known Lorentzian form with width at half maximum equal

to 7vg,.
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3.4.2 Cavity QED: Jaynes Cummings Model

There are many cases in quantum optics, where the dimensions of the envi-
ronment into which the atom is embedded, are much larger than the wave-
length of the atomic transition. One may thus work with the quantized
electromagnetic field and let V' — oo after the calculations are complete,
obtaining thus a continuous mode-structure with DOS that of open space.
A closed cavity is the simplest departure from this limit and a standard
by now situation in quantum optics. The volume is finite and the bound-
ary conditions imposed to electromagnetic field lead to a discrete set of
modes, whose spacing is inversely proportional to the length of the cav-
ity. Furthermore, unlike open space, in the context of quantization one
needs stationary-wave mode-functions and not plane-wave. For instance,
the mode-function corresponding to T F My mode in a cylindrical cavity, is
of the form ugy(r) o sin(k,z)e~ @+ )% where wy is a constant, and = is
the axis of the cylinder. A harmonic oscillator can be associated with each
one of the cavity-modes and thus the problem of spontaneous emission in
a cavity can be approached by means of the formalism we have outlined in
previous sections.

Consider a TLA placed in a perfect closed cavity whose geometric charac-
teristics are such that only one cavity-mode interacts with the atom (single-

mode cavity). The Hamiltonian describing the dynamics of the system in
RWA is then of the form,

H = w,0, +weala+ g(Ra)(0oga + 0,cal), (3.67)

where w. and a(a') are the frequency and the annihilation(creation) op-
erator corresponding to the cavity-mode. The coupling constant g(R4) is
given by Eq. (3.34). Considering the atom at rest, we may take the coupling
approximately constant, i.e., g(R4) = ¢. Even for atoms flying through a
cavity there are situations where the mode-function is approximately con-
stant along the atomic trajectory and thus this assumption is still valid.
The Hamiltonian (3.67) describes the simplest form of atom—field interac-
tion, and is known as Jaynes-Cummings model [79, 110, 111].

Let’s consider now a somewhat more general initial condition for the
system, namely, the atom initially excited and the cavity-mode prepared in
a pure Fock state |n),i.e., |[) = |e;n). Accordingly, the final states that give
non-zero matrix element of the interaction part of the Hamiltonian (3.67)
are of the form |F) = |g;n + 1).

Dressed Photon—Atom States: The field—atom interaction V, mixes
these two basis states. The resulting states are eigenstates of the total
Hamiltonian H and are the dressed-states of the combined field+atom system
[110]. If the atomic transition is near-resonant with the cavity-mode, |e; n)
and |g;n 4 1) are nearly degenerate. Diagonalizing the Hamiltonian H in
the basis formed by |I) and |F') we obtain a new set of eigenstates |£) with
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corresponding eigenvalues wy. In some sense, the coupling of the atom to
the cavity-mode splits the otherwise common resonance of the cavity and
the atom, into two peaks. This splitting is referred to as Rabi splitting.
In the case of resonance (w, = w.) the dressed states are |+) = (|e;n) £
lg;n + 1))/+/2 with corresponding eigenenergies wy = £, respectively,
with Q,, = gv/n + 1 being the Rabi frequency. The probability Pr; of finding

the system in its initial state after time ¢ is
Prp = cos*(2,1), (3.68)

which reflects a periodic exchange of energy (Rabi oscillations) between the
atom and the cavity-mode. Vacuum Rabi oscillations appear even for an
initially empty cavity (n = 0), which is in contrast to the irreversible atomic
decay in open space. From another point of view, the combined system
(atom 4 cavity-mode) oscillates between the two stable dressed states.

As long as no loss mechanism has been taken into account in our the-
oretical model, Rabi oscillations will persist for ever. In any experimental
test, however, there are mainly two mechanisms of dissipation that affect
the “atom + mode” dynamics and lead to damped Rabi oscillations. The
first is spontaneous atomic decay at rate 7, into continuum modes other
than those supported by the cavity, and the second involves losses through
the imperfect walls and mirrors of the cavity at a rate v.. Both spontaneous
emission and cavity-dissipation can be incorporated in our treatment as a
coupling of the atom and the cavity-mode itself to a large radiation reservoir
(the external world), into which they dissipate their energy. We thus obtain
the following master equation for the reduced density matrix of the small
combined system:

dp - [4,0 Ya -+ + - + -
n —Z[H,p]—l—;(ZO‘ pot —oto"p—poto)

—I—% (2apaT —atap — paTa) . (3.69)

where H° = w,0. + w.ata. This master equation, supplemented with the
idea of pumping via the transit of the excited atom through the cavity, forms
the basis of the theory of the micromaser as well as a model for the laser
[101, 107].

Considering a closed cavity (7, — 0) and weak atom—mode coupling
(e >> ¢), we have exponential decay of the initially excited atom as in
open space. In this case, the damping of the energy in the cavity is so fast,
compared to the rate with which it is deposited by the atom, that it is as
if the atom were radiating directly into open space. On the contrary, in
the strong-coupling regime (7. << g¢) the losses to the outside environment
are comparatively slow. The emitted photon survives sufficiently long to
be reabsorbed causing thus vacuum Rabi oscillations and the spontaneous
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de-excitation of the atom ceases being irreversible. The strong-coupling
regime is characterized not only by ¢ and 7., but also by the open-space
atomic linewidth v, and the transit time 7 of light through the cavity. It
has been found that spontaneous emission can be affected by the size of the
cavity [38]. This stems from the fact that an initially excited atom “learns”
about its surrounding world by simply emitting wave-packets during the time
interval determined by its linewidth. For short times, spontaneous decay
takes place, as if the atom was in open space. The initially emitted wave-
packet returns back to the atom after having propagated along the cavity
and been reflected by the walls of the cavity. It carries the “information”
about the environment, i.e., the presence of mirrors. For sufficiently long
cavities (7 >> v;7!), the atom has completely decayed by the time the
initially emitted wave-packet returns back to it and thus any memory is
lost (Markovian problem). On the contrary, if 7 << 7! the atom has not
decayed, and thus a constructive interference between the reflected wave-
packet and the one that is instantly emitted by the atom takes place. Clearly,
the “atom + cavity” dynamics in the latter case are non-Markovian. It is
possible, however, to overcome this difficulty by choosing atom + cavity be
the small system which is coupled to a flat reservoir, whose dynamics are
purely Markovian.

Alternatively, one may focus on the atom, while treating both cavity
and external fields as a reservoir. This choice yields a Lorentzian spectral
response for the reservoir [98, 107],

_ Ja Ye
D) = S T O (3.70)

In general, a cavity involves more than one modes. Nevertheless, if they
are separated in frequency by much more than their widths (in other words
assuming high-quality (@) and high-finesse cavity), we can meaningfully ex-
amine the behaviour of the atom when is on(off) resonance with one cavity-
mode, as we have done up to now. In general, the Fourier transform of the
spectral response gives the memory-kernel of the reservoir we are dealing
with. For the continuum under consideration we have

Go(t — 1) o e7relt=1 (3.71)

which indicates the non-Markovian nature of the interaction between the
atom and the cavity. Note that for open space G, (t —t') x 6(t — t') which
reflects the instant loss of memory, whenever a photon is emitted.
Although up to now we have concentrated on the case of exact resonance,
the situation differs quantitatively, but not qualitatively, for w, # w.. If the
atom is detuned from the cavity-mode, it is protected somewhat against
decay, due to the low DOS available to the emitted photon. The essential
point, however, is that in the long-time limit, no matter how far the atom
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Fig. 3.1: Collapses and revivals. The population in the upper state of a two-level
atom driven by (a) thermal and (b) coherent field, is plotted as function of the
dimensionless time gt. In both cases n = 10, w, = w..

is detuned from the cavity-mode, it will eventually end up in the ground
state. This is because of the Lorentzian profile of DOS, whose wings extend
to infinity, which should be kept in mind in order to be compared with the
case of PCs in the following chapter.

Quantum Collapses and Revivals [107, 110, 111]: With an uncertain
number of photons in the cavity-mode, Eq. (3.68) reads

Prr = Wou P(n) cos®(Q,1), (3.72)

where P(n) is the probability of having n photons. For a thermally-excited
mode, P(n) = Py(n), whereas for a coherent field P(n) = P.(n), with P.(n)
and Py(n) given by Eqs. (3.20) and (3.22) respectively. As one expects,
such superpositions of periodic solutions result to damped oscillations, the
so called collapses [Fig. 3.1(a)]. What is remarkable is that for a coherent
field the Rabi oscillations revive after time (g ~ ¢~!\/@ [Fig. 3.1(b)]. These
revivals (which mathematically stem from the discreteness of the sum in Eq.
(3.72)), have been observed experimentally [14, 97|, and reflect the phase
relation between successive terms in the expansion of a coherent state in
terms of Fock states.

3.5 Resonance Fluorescence

Resonance fluorescence is a classic problem in quantum optics and has been
shown to be associated with many quantum mechanical effects, such as pho-
ton antibunching, squeezing, etc [21, 121]. In its simplest form the problem
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Fig. 3.2: Resonance fluorescence in open space. The population in the upper
state of a two-level atom, driven by a classical field is plotted as function of the
dimensionless time 7v4,¢{. The inset shows the spectrum of the emitted radiation
(Mollow triplet). Parameters: Q = 5v,, Ap = 0.

consists of a TLA situated in open space and driven by a single coherent
mode of the radiation field, for instance a laser (L), while simultaneously it
can decay into the vacuum modes of the electromagnetic field. The Hamil-
tonian describing the system is H = H" + Va_1, + Va_pr, where H? is the
unperturbed Hamiltonian and V4_g is the atom—reservoir interaction as
given by Eq. (3.59). Treating the coherent driving classically, V4_j, reads

Va_r = W?+m|§i + o ety (3.73)
where  is the Rabi frequency and wy, the frequency of the laser. Clearly,
in resonance fluorescence dissipation takes place simultaneously with the
coherent driving and thus, the master equation formalism is necessary for
its treatment. The master equation for the reduced density operator of the
atom has an incoherent part which refers to spontaneous emission into the
flat continuum and a coherent one which describes the driving of the atom
by the laser. Specifically, in an interaction picture rotating at w; we have

0 Q
TE = —idpfopa) =iy [of +07pa]
+ Ja ANQ|E>Q+ —ot

5 o7 ps—pactaT), (3.74)

where Ay = w, — wy. The population in the excited atomic state is then
given by (0.) = T'r(pac.). For weak driving, the atomic population varies
monotonically with time and in the long-time limit the atom relaxes in its
ground state. On the contrary, for strong laser fields an oscillatory behavior
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Fig. 3.3: Three-level atomic systems.

is obtained till the atom becomes saturated with equal probability of being
found in the upper and lower levels, respectively (Fig. 3.2). We finally note
that the spectrum of the fluorescent light into the vacuum modes of the
electromagnetic field is known as Mollow triplet since it exhibits three peaks
at frequencies wy, and wy, £ Q respectively. Its mathematical treatment is
highly non-trivial with a number of subtleties.

3.6 Three-level Atoms

For a number of reasons, three-level atomic models of the ladder (Z), lambda
(A) or V configuration (see Fig. 3.3) are of interest in quantum optics
[107, 110]. All three of these three-level arrangements involve two in general
different transition frequencies. In this section we present a brief overview
of radiative processes associated with each one of these three-level configu-
rations.

3.6.1 Cascade Decay

In a three-level atom of = configuration [Fig. 3.3(a)], the upper and lower
levels have the same parity and thus, considering the atom initially in upper
state, a cascade is the only way of de-excitation. If both atomic transi-
tions are coupled to open space, an exponential decay takes place and two
photons are emitted as the atom cascades down to the ground state. The
spontaneous-emission spectrum for the upper transition is, to a very good
approximation, a Lorentzian of width equal to the sum of the linewidths of
the upper and intermediate states. On the other hand, the spectrum for the
lower transition is a Lorentzian too, but its width is equal to the linewidth of
the intermediate state. Measurements involving angular correlation between
the two spontaneously emitted photons, are of particular interest in tests of
the validity of Bell’s inequality in connection with the possible existence of
hidden variables. In spectroscopic studies through double optical resonance,
one or both transitions of the ladder system are driven by external fields.
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3.6.2 Branching Decay

In a A-system, the two lower levels have the same parity. Considering the
atom initially prepared in the upper level [see Fig.3.3(b)], we have two decay
channels, namely, |1} — |2) and |1) — |3). If both transitions are coupled
to open space the total decay rate out of the upper state is vy = 712 +
Y13, where 715 and 73 are the decay rates for |1) — |2) and |1) — |3)
transitions respectively. The spectrum of the emitted photon exhibits two
Lorentzian peaks centered at the frequencies of the two possible transitions
and with equal widths. When both transitions are driven by external fields,
the system may exhibit coherent population trapping (even when the upper
state decays), while the adiabatic population transfer from one to the other
of the lower states, through a Raman transition, without loss from the upper
state is also feasible. The coherent population trapping and the formation
of the so-called dark state plays a decisive role in laser cooling of atomic
motion, where the three levels correspond to quantized states of the center
of mass motion.

3.6.3 Quantum Interference in Spontaneous Decay

Consider a V-system [Fig. 3.3(c)] initially prepared in a superposition of
the upper levels, and both transitions being coupled to open space. It has
been found that if the separation of the two upper levels is small compared
to their decay rates the evolution of the system is oscillatory and not expo-
nential. This is due to quantum interference between the two possible decay
paths. Additionally, the spontaneous-emission spectrum may exhibit spec-
tral narrowing and dark lines. The V-system, with one of the transitions
driven by an external field, is essential in studies of quantum jumps.

3.7 Decay of Interacting Atoms

So far, we have considered the interaction of an isolated few-level atom with
the radiation field. In this section, we briefly discuss the dynamics of a
collection of atoms confined in a volume small compared to the wavelength
corresponding to the atomic transition frequency. All atoms, identical or
not, are simultaneously coupled to the same radiation reservoir. The evolu-
tion of such an atomic system and the spectrum of the emitted photons can
be significantly different from that of a single atom.

Consider an ensemble of N TLAs identified by the subscripts 1,2,..., N,
and let |e;(g1)), w be the atomic levels and atomic transition frequency for
atom [, with [ € {1,2,..., N}. The unperturbed Hamiltonian of the system
is then the sum of the unperturbed Hamiltonians for the atoms and the
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radiation field, i.e.,
N
HY = Zwlai + ZwAaiaA, (3.75)
=1 A

while the position of the center of mass of the atoms must also be included
in the coupling to the radiation, which now reads

N
V=33 [Varei +9alor ], (3.76)
=1 A
with
o_ _. | 1 R .40
gy = —1 ZGOMAwluA( 1) eq> (3.77)

()

where deg denotes the electric dipole matrix element for atom /, while the

corresponding atomic dyadic operators are |e/){(g;| = o and |g;){e/| = o}

3.7.1 Dipole-Dipole Interaction

Let’s consider the mutual interaction between two TLAs [80]. One of them
is assumed to be initially in the upper state and the other in the lower. If
we label the atoms by 1 and 2, the relevant states of the problem are:

|a) = |e1, 92;0), (3.78)
10) = g1, €23 0), (3.79)
) = lg1,92; 1n), (3.80)
and H|j) = w;|j) with j € {a,b,c}. Thus an arbitrary wavefunction |¢(t))

can be expressed as a superposition of these states, while its evolution is
given by:

(1)) = e M [b(0)) = P ap(0)) = U (1)](0)). (3.81)

where [1(0)) is the initial state of the combined system, while {(¢) is the
time-evolution operator. Introducing the Laplace transform [;° dtid(t)e™*",
changing the variable s to —iz and denoting by (/(z) the Laplace transform
in the complex z-plane (known as Resolvent operator [21, 42]), we have
1
G(z) = —— 3.82

()= 2o (3.52)
with H defined in Eqs. (3.75) and (3.76). Working in the basis formed by
the states (3.78)-(3.80), we obtain the following equations for the matrix

elements of G/(2):
(2= w)Gaa = 1+ VielGea, (3.83)

(Z_wb)Gba = vachaa (384)

(Z - wC)Gca = VeuGag + VerGig. (3.85)
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Eliminating the continuum amplitude G, we obtain

|Vac|2 Vacvcb

(2 = we)Gaa = 1+Zc:z—wcG““+ZC:z—wch“’ (3.86)
|Vbc|2 Vbcvca
(Z — wb)Gba = ZC: e Gro + ZC: e G g (3.87)

We have two kinds of couplings which need to be calculated, namely,

Vie(2) =) el (3.88)

—~ 2 — W
and
Vacvcb ¥
Miaz) = S 2V e, (3.89)

The V;. refers to the direct coupling of each individual atom to the contin-
uum, whereas My, describes the interatomic coupling through the contin-
uum. The physical picture is that the photon emitted by the excited atom
is absorbed by the unexcited one; hence the term dipole-dipole interaction
(DDI) or photon hopping.

Assuming two identical atoms, interacting with a broadband (flat) reser-
voir, such as open space, Born and Markov approximations hold and thus
Vie(2) = 84 — 17,. The shift 5, can be assumed absorbed in the energy
of the upper state and with the lower state energy set equal to zero, the
relevant matrix elements of the resolvent obey the following equations in
matrix form:

Z = do + i7a _M12 Gaa _ 1
— My, Z— W, +1a ] l Gha ] B l 0 ] ’ (3.90)

where &, is the atomic transition frequency shifted by 5,. The quantity
~q Tepresents the spontaneous-decay width of each atom. The dipole-dipole
matrix element Mi, is in general complex and diverges as the interatomic
distance approaches to zero. This is to be expected since in that limit a
molecule is formed. For open space, M5 is turns out to be a z-independent
quantity:

. 3 ; ;
My = Vig + iT1y = 2 [005(7‘12) B 8271(27‘12) B sm(g‘lz)]
T12 19 35
iy . .
BT RS R
T12 712 19

This expression has been obtained, as an example, for the two atomic dipoles
parallel to each other but perpendicular to ri9, where rq5 is the normalized
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interatomic distance with respect to the wavevector k, corresponding to the
atomic transition frequency, i.e., 112 = k, - |Ry — Ry|.

In general, the time-evolution operator ¢/(¢) is obtained from G/(z) through
the inversion integral

/ G(2)e " dz, (3.92)
C

integrated on the appropriate contour C which, upon examination of the
poles of G/(z) on the z-plane, leads to the somewhat more convenient form
+ oo
U(t > 0) = lim dze Gz + in), (3.93)
1—0J o
which is valid as indicated only for ¢t > 0 and x is a real variable. The
eigenvalues and the corresponding eigenvectors of the matrix in Eq. (3.90)

are
Z4L = (Z)O - i’ya + M127 (394)
and
1
= —|le1, * |g1,€2)], 3.95
|P+) ﬁ“ 1,92) £ |91, €2)] ( )

respectively, where by (4) and (—) we denote the symmetric and antisym-
metric product states, respectively, which correspond to entanglement of
the two atoms. In open space, the symmetric state is unstable, leading to
superradiance (see also the following section). Substitution of the eigen-
values into the inversion integral, yields a damped sinusoidal behaviour in
time. How strongly damped it is, depends on the atomic separation and
strength of interaction in relation to the decay rate 7,. In the long-time
limit, however, the excited-state population in either atom will decay. The
atoms may exchange excitation for a while, but they will eventually end up
in the ground state.

The situation is basically similar if the atoms are inside a cavity on (or
near) resonance with a mode [43]. The equations for the matrix elements
of the resolvent are in this case a bit more complicated [4, 6]. As in the
case of open space, however, in the long-time limit all excitation is lost. The
evolution in time is more involved because not only can the photon hop
from one atom to the other, but as we have seen in Sec. 3.4.2, it can be
reabsorbed by the same atom. But the end result is the same; the atoms in
the ground state and the cavity empty.

3.7.2 Superradiance

When the collection of N identical TLAs is initially fully excited, a coop-
erative effect, known as superradiance occurs. The phenomenon was first
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discussed by Dicke [24] in open space who showed that in a superradiant
system, spontaneous emission takes place over a time scale inversely pro-
portional to the number of radiated atoms, while the emission intensity is
proportional to N2. The superradiant behaviour is due to the induction of
correlations between the dipole moments of the initially uncorrelated atoms,
that interact via a common electromagnetic field [2, 3, 44]. The emitted ra-
diation, on the other hand, is characterized by a well defined directionality,
depending on the geometry of the sample.

Let us introduce at this point the Dicke notation, which is widely used
in the literature on superradiance. At t=0, all atoms are excited and un-
correlated and thus |1(0)) = |e1, €2, ..., en). For small times close to ¢ = 0,
superradiance is purely quantum mechanical, since the atoms interact with
the vacuum field until dipole-dipole correlations arise. After this initial
stage, however, the phenomenon becomes classical with a macroscopic col-
lection of dipoles emitting radiation in a way analogous to that of classical
antennas. Since the atoms are confined in a volume with dimensions smaller
than the emission-wavelength, we can assume that the total dipole moment
of the system is the sum over the dipole moments of individual atoms. Intro-
ducing the macroscopic atomic operators J* =3 |e/gi], /= = > lg1){eil,
J. = > i(ler){ei] — |gi){¢1]) the Hamiltonian of the complete system in RWA
can be written as

H=uw,J, —I—ZwAaiaA—l—ZgA(a;J_ +axJt), (3.96)
A A

where w, is the atomic transition frequency for each individual atom, while
we have dropped the index [, since the atoms are identical. The macroscopic
operators obey the well known commutation relations:

[J.,JE]=+J%, [JT,J7]=2J., (3.97)

while we can define a complete set of orthogonal Dicke states |j, m) where
7= % and me[—j, j] which are eigenstates of .J. and J?, with eigenvalues m
and j(j + 1), respectively. The state |7, m) is the fully symmetrical atomic
state where j + m atoms are excited and j — m are in the ground state and
thus the corresponding energy is mw,. For instance, for a system of two
TLAs the relevant states are: |1,1) = |eq, ea), |1,0) = (Jer, g2) + |91, €2))/V2
and |1, —1) = |g1, g2), with corresponding energies: w, ,0, —w,, respectively.
In the language of the Dicke states, the system is initially (¢ = 0) prepared
in state |¢(0)) = |j,j) and cascades down a ladder of N 4 1 equidistant
levels.

There are mainly two ways of studying superradiance problems and both
have been employed in the literature. The first is the derivation of a Marko-
vian master equation for the reduced density operator of the atomic system.
Alternatively, one may work with the Heisenberg equations of motion for
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the atomic and field operators. In the Heisenberg picture, the equation of
motion for an operator O reads O = —1]O, H]. Following this definition and
using Eq. (3.96), one obtains the equations of motion for the field operators,
the atomic inversion .J, and the atomic polarization J~:

d

% = —iwyay —igyJ ", (3.98)
dJ, . N

o= z;gAaAJ + H.c, (3.99)
dJ~ o

b= e T (3.100)

and after eliminating the field operators by formal integration, we have

{/ Gt — V)T ()T~ (t)>—i<£(t)J+(t)>}—|—H.c, (3.101)

d{J~ ¢ .

<dt ) _ 2/ d'G(t — YT T~ (")) + 2i(&(t)1.(1)), (3.102)
0

where we have transformed to an interaction picture rotating at the atomic

transition frequency w,, i.e., 6y = wy — w,. We have in addition introduced

the quantum-noise operator

t) = > grax(0)e ", (3.103)

while G(t — t') = (£(¢)&(t)) is the memory-kernel (correlation) function of
the reservoir.

As we can see, the equations of motion (3.101) and (3.102), do not
constitute a closed set of differential equations. On the contrary, they lead
to other expectation values of higher order correlations, i.e., (J*.J~) and
(J,J7). The resulting hierarchy of equations can not be solved, unless it is
somehow truncated. This truncation involves a decorrelation scheme and is
an approximation to the exact solution. There is no unique decorrelation
approach, but the simplest is the direct decorrelation of the products, i.e.,
(J.J7) = (J,){(J 7). Following this approach, (3.101) and (3.102) read

R —28%{J+ /dtG )<J‘(t’)>}, (3.104)

47) /dtG YT~ (), (3.105)

where the average over the quantum noise has been set to zero ((£(¢)) = 0)
and R{-} denotes the real part of the expression in curly braces. From now
on, we refer to these equations as mean-field (MF) equations.
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It is well-known that in open space the memory-kernel is a delta function
which leads to an exponential behavior of the system, while in the long-time
limit, all atoms are in the ground state, and thus there is no inversion or
polarization. On the contrary, if the superradiant system is placed in a
cavity, we have an oscillatory evolution for both inversion and polarization
reflecting the exchange of energy between the atomic system and the cavity-
mode(s). Both cavity-field and atomic system, however, will eventually end
up in their ground states.

As long as the coupling of each atom to the radiation field is invariant
under any atomic permutation, the evolution of the collection is restricted to
the Hilbert subspace involving only the symmetric atomic states of the sys-
tem. In general, the DDI, is not symmetric under all atomic permutations.
As a consequence, it tends to destroy the correlation between various couples
of dipoles ( Van-der-Waals dephasing or symmetry-breaking effect), weaken-
ing thus the cooperative character of superradiance. There are atomic ar-
rangements, however, in which the interatomic coupling is invariant under
any atomic permutation and thus its net effect is to shift the symmetric
states which become non-equidistant. This gives rise to the emission of pho-
tons with different energies and the time-dependent shift of the superradiant
emission, the so-called frequency chirping effect.

3.8 Stochastic Quantum Trajectories

Consider a quantum system with N (states) degrees of freedom. The master
equation treatment then, requires the solution of N x N differential equa-
tions. There are quantum-optical systems involving a large number of states
and as such, they are intractable using the density-operator approach. One
can, however, obtain the result that would correspond to the solution of the
master equation by simulating the stochastic evolution of a wavefunction
for the system in Hilbert space of dimension N [33, 35, 94]. As a result,
the evolution of the system can be obtained through the solution of no more
than N differential equations. In this section we present two ways to unravel
a Markovian master equation of the Lindbland form:

9p _

1
= —i[H, = 2Lmpll — LY Lo — pLT L. 3.106
pn Z[H,p]JrZZ( pLY, — LY Linp — pL, L) (3.106)

m

into stochastic quantum trajectories. The Lindbland operators LT, (L) rep-
resent the interaction of the system with the environment, while H; is the
Hamiltonian of the system.
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3.8.1 Quantum Monte-Carlo (QMC) Method

In the context of QMC approach [23, 28, 34, 81] the time evolution of the
open system is governed by a non-Hermitian Hamiltonian,

i
w=H,—=S LI L., 3.107
H, =H 2; T ( )

and thus, if |1(?)) is the state-vector of the system at ¢, at time ¢ + dt we
have

(4 dt)) = e™ (). (3.108)

The coherent evolution of the system at each time-step dt may be inter-
rupted by an instantaneous quantum jump which is related to a gedanken
measurement of the number of photons in the radiation reservoir. After
each measurement, the wavefunction of the system is projected on its zero-
or one-photon component and the photon in the latter case is annihilated
by the detector. Note that, since H, is non-Hermitian, the norm is not
preserved and thus |¢(¢ + dt)) has to be renormalized at each time-step.

3.8.2 Quantum State-Diffusion (QSD) Method

The unraveling we have just presented is definitely not unique. Another
kind of quantum trajectory is the so-called QSD method [39, 40, 41]. Gisin
and Percival have provided a natural symmetry condition which leads to the
derivation of a unique diffusion-equation for master equations of the form
(3.106), namely,

[p(t+dt)) = —i(Hs — LY L) |w(t))dt
+ D> (LY Loy = (LE (L)) |0(2)) dt
+ Y (L = (L)) 0(1))dEpm. (3.109)

The first sum represents the “drift” of the state-vector while the second one
the random fluctuations resulting from the coupling of the system to its
environment. The d&,, represent complex normalized Wiener processes. In
appendix A, we illustrate the application of both QMC and QSD methods
in the problem of resonance fluorescence.



Chapter 4

Quantum Optical Phenomena in
Photonic Crystals

In this chapter we extent the problems we have discussed in the previous
chapter to environments provided by PBG structures [64]. To this end, we
need a suitable DOS, incorporating the essential physical features associated
with such materials.

4.1 Models of DOS for PBGs

4.1.1 Isotropic Model

In 1990, John and Wang proposed an isotropic model assuming that a propa-
gating photon in a PC, experiences the same periodic potential, irrespective
of its polarization or direction of propagation [59, 60]. The propagation of
an electromagnetic wave in such an ideal structure, can thus be described
by a scalar wave-equation in one dimension:

—V2(2) + ®(x)(x) = 2 v(@), (4.1)

where w is the frequency of the wave and ®(z) is a periodic “potential”
associated with the modulation of the dielectric constant.

In appendix B, we present a full description of this hypothetical model
and we derive the corresponding dispersion relation which, for a particular
choice of parameters, reads:

Ry
wr = —arccos 4ncos(2ka(1—|—n))2-|-(1 n)

4na (1+n) ’ (42)

and relates the frequency to the propagation vector k, where a is the size

of the dielectric scatterers (with refractive index n) periodically arranged.

This dispersion relation leads to gaps at k = % for odd integer values

45
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of m. The lowest gap is centered at the frequency wy,, = mc(4na)™! and
for n = 1.082, its width is Aw = 0.05w,,,. Hence, no radiation of frequency
W € |wgap — %Aw,wgap + %Aw can propagate inside the crystal.

We shall be interested in the behaviour of small atomic systems with
transition frequencies around the edge. Assuming thus, a large gap com-
pared to the atomic linewidth, we may restrict ourselves to frequencies close
to the upper band-edge frequency w. = wyqp + %Aw, and Eq. (4.2) yields

wp = we + A(k — ko), (4.3)

where A is a material specific constant and k. is the wave-vector corre-
sponding to the band-edge frequency. In the context of quantization of the
electromagnetic field in such periodic structures one may consider plane-
wave mode-functions. For the dispersion relation (4.3), the corresponding
DOS reads

i) k2 0w —w,)

- 2V A VW — w.

where O(w — w,) is the usual step function, indicating that there is a gap

(4.4)

below w.. In a finite one-dimensional PC, however, the singular behavior is
always smoothed [9, 32]. This effect can be incorporated in our model, by
introducing a smoothing parameter ¢ and rewriting Eq. (4.4) in the form

62, 68]
B k2 o — o, W
ps(w) = o/ iw— ot €(D(W e)- (4.5)

Neglecting the vectorial nature of electromagnetic waves we have thus
obtained a simple isotropic model. Band-structure studies have shown that
the vectorial nature of electromagnetic waves has to be taken into account in
order to achieve good agreement with experiments. Quantum optical phe-
nomena, however, are expected to be dependent on the local DOS (LDOS),
i.e., the DOS in the neighborhood of the atomic system, rather than total
DOS. Furthermore, according to band-structure calculations, even if a PC
does not possess a complete PBG, its LDOS may exhibit pseudogaps as well
as Van-Hove singularities, where the isotropic DOS is a good local approxi-
mation [15, 112]. Nevertheless, what should be always kept in mind is that
the isotropic dispersion relation [Eq. (4.3)], is valid for atomic transition
frequencies close to the upper band-edge and for relatively large gaps. As
a comnsequence, it may lead to unrealistic predictions if carried beyond its
range of reasonable validity. Closing, this section it is worth noting that
even for an ideal waveguide, close to its fundamental frequency, the DOS
has been shown to exhibit a highly peaked behavior analogous to that in
Eq. (4.4) [61].
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4.1.2 Anisotropic Model

Besides the isotropic model, John and Wang have proposed an anisotropic
one which is still valid for frequencies close to the upper band-edge but the
vectorial nature of electromagnetic waves is preserved [60]. The correspond-
ing dispersion relation reads

wp = we + Ak — k)%, (4.6)

while the DOS differs from Eq. (4.4), with the square-root factor appearing
in the numerator rather than the denominator, i.e.,

pa(w) ~ Vo —w.0(w — w,). (4.7)

Although the anisotropic model, is closer to a real 3D PC, it is mainly
the isotropic one that has been used in quantum-optics problems. Much of
our discussion in the following sections, will thus be in the context of the
isotropic model but differences between the two models will be discussed
wherever necessary.

4.1.3 Gap with a Lorentzian Profile of the DOS

As long as both isotropic and anisotropic models are valid for frequencies
around the band-edge, they do not exhibit the correct behavior for relatively
large frequencies. Specifically, one would expect the DOS for both models
to approach the open-space value for w *> w.. It is obvious, however, that
in this limit, on the one hand the isotropic model goes to zero and on the
other, the anisotropic model diverges.

The essential point therefore is that, an appropriate model of DOS for
the description of a PBG continuum must exhibit a dip over a range of
frequencies and also tend to the open-space DOS as the frequency becomes
much larger or smaller than the mid-gap frequency. In our work, we have
also adopted as a model of such a DOS an inverted Lorentzian of higher
order given by the expression

1Nz
pr(w) = po(w) 1 — oy T (4.8)
where p,(w) is the open-space DOS (see Sec. 3.4.1) which is a smooth
function of w and thus we may set p,(w) = po(w,) = p, where w, is the
atomic transition frequency.

First of all, note that the DOS (4.8) approaches the open-space value p,
for |w — w.| >> T'. Second, it does not exhibit a divergence at the edge.
In fact, the “edge” is not infinitely steep, but does rise more steeply, as we
increase the order of the Lorentzian. It could be thus argued that this DOS
does not exhibit a clear edge and possesses a zero only at one point. It should
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be kept in mind, however, that in a realistic PBG material, the gap does
not necessarily mean a true zero but a range of frequencies over which the
DOS is several orders of magnitude smaller than that of open space. Taking
p sufficiently large in Eq. (4.8), one can obtain a range of frequencies over
which pr(w)/p, is smaller than a desired value. For p = 6, for example,
pr(w)/po < 1076 for w € [w. — 0.1T,w. + 0.1T]. One can further combine
the inverted Lorentzian with step functions in order to simulate a true zero
over a range of w, if so desired. The shape of the DOS given by Eq. (4.8),
can be viewed as a compromise between the isotropic and the anisotropic
models and has been used in the literature for p = 2 [8, 36, 37, 68, 85].

4.2 Spontaneous Emission at the Edge of a PBG

We return once more to the excited TLA assuming now that it can some-
how be placed in a material exhibiting gaps in the spectrum of the electro-
magnetic field it supports [6, 53, 62, 130]. Following the notation we have
developed in Sec. 3.4, the Hamiltonian of the system in RWA is given by
Egs. (3.57) and (3.59). Adopting the isotropic model for the description of
the PBG continuum, the corresponding spectral response is

_ 00w —w)
T Jo—w

where C represents the strength of the coupling of the atomic transition to
the reservoir and is given by

Di(w) (4.9)

_ |d6g|2kgwe
B 1271'60\/2‘

For the anisotropic model, one would have a spectral response of the form
Da(w) ~ O(w—w,)y/w — we, with the corresponding coupling constant being
different from that in Eq. (4.10).

Clearly, for atomic transitions around the edge (w, ~ w.), in both cases
we have an unconventional spectral response and thus the Born and Markov
approximations are not valid. The corresponding memory kernels reflect
long-range correlations between the atomic system and the reservoir and
are of the form

(4.10)

1 1

!
mv GA(t_t)N (t_t,)3/27

with ¢ > t' [118]. Nevertheless, as long as the problem under consider-
ation involves a single excitation in the structured reservoir (emission of
one photon), the atomic dynamics can be obtained in terms of the Laplace
transforms (see Sec. 3.7) of the time-dependent coefficients of the total
wavefunction expanded in terms of the relevant states [see Eq. (3.60)].

Gt —1t')~ (4.11)
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Focusing on the isotropic model for the time being, the matrix element
of the resolvent operator G(z) associated with the upper atomic state reads

2z 4 6.) —iCVz + 6.
2(z46)+C?

where we have changed the Laplace variable z to z + w, and we have in-

Gee(2) =

(4.12)

troduced the detuning 6. = w, — w, of the atomic transition frequency w,
from the band-edge [6]. The expression for Gc.(z) has now three poles. If
they are complex or real, will be determined by the value of the detuning é..
For instance, for exact resonance (. = 0) of the atomic transition with the
edge, the three roots are z; = — O3 2y = TIOR3 g = T30 Since
the atomic dynamics in the time domain are obtained by substitution of the
poles into the inversion integral (3.93), in the long-time limit only real roots
contribute. Thus, for 6. = 0, the atomic population in the excited state, in
this limit is,

22 —iC\/7

(21 — 22)(21 — 23)

|Uee(t)|?—>oo =

4
- 4.13
97 ( )

which indicates that a substantial fraction of the initial excitation (about
45%) remains trapped at the atom even at ¢ — oco. This is in contrast with
open space as well as cavities where at ¢ — oo the atom has completely
decayed.

In Fig. 4.1, we show the atomic population as a function of time, for
various detunings from the band-edge frequency, i.e, from atomic transitions
well inside the gap (6. < 0) to outside the gap (6. > 0). As was expected,
for atomic transitions well inside the gap (6. = —10C?/3), the atom remains
in the excited state forever. The periodically modulated dielectric host pre-
vents the atom from getting rid of its energy and thus a significant part of
the emitted radiation, remains localized at the site of the atom. In contrast
to cavities, such localized photonic states may extent over many wavelengths
(localization length) around the atom [60]. The strong interaction between
the atom and its own localized radiation is reflected in the oscillations in the
atomic population for é. < 0 and the formation of a “photon + atom” bound
state in the long-time limit, which is associated with a non-zero steady-state
atomic population. This bound state consists of an excited-state compo-
nent, a ground-state component as well as electromagnetic field which can
not propagate in the dielectric structure, while its formation has been pre-
dicted in the early '70s by Bykov [17]. For atomic transitions sufficiently
outside the gap (6. = 1002/3), the Born and Markov approximations are
valid, leading thus to an exponential decay of the initially excited atom. The
corresponding decay rate, however, depends on the atomic detuning from
the band-edge (~ C'/+/é.), since the isotropic DOS does not a pproach its
open-space value for 6. > 0.
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In the language of dressed states, the coupling of the atom to the strongly
modified radiation reservoir causes a strong vacuum Rabi splitting which is
reflected by the vacuum Rabi oscillations in the atomic populations. One of
the two components of the doublet created by the splitting is pushed inside
the gap, where it is protected against dissipation, while the other is pushed
outside where it decays. Depending on the magnitude and the sign of é., the
relative magnitude of the two components changes, which determines what
fraction of the initial excitation remains trapped at the atom, in the long-
time limit. Recall that in the case of an atom in a cavity, both components
of the doublet decay since the DOS, although not flat, does not exhibit any
gap.

For the isotropic model, the atom exhibits non-zero steady state popu-
lation, even for positive detunings (6. = 02/3). It has been shown, however,
that this is an artifact of the divergent isotropic DOS. For the anisotropic
model, as well as the Lorentzian profile of DOS, the component of the dou-
blet outside the gap, decays much faster and thus, even for small positive
detunings (see Chap. 5), the “photon + atom” bound state will decay, while
the oscillations in the atomic excitation are not so pronounced.

In contrast to the decay rate, the Lamb shift of the excited atomic state
is not expected to be affected by the unconventional radiation reservoirs
provided by PCs, since it is associated with virtual photons of frequencies
lying in the allowed part of continuum [69]. Calculations in the context of
both the isotropic and anisotropic models, however, are expected to predict
strong modification of the Lamb shift (compared to its open-space value),
since none of these models is valid for frequencies sufficiently away from the
band-edge [60, 135].

4.3 Three-level Atoms at the Edge of a PBG

If the TLA with a transition frequency around the edge of a PBG exhibits
unusual behaviour, it is to be expected with certainty that three-level models
will also share this behaviour [124]. The variety of the questions that can
now be asked increases, as there are different combinations to be made with
the position of each transition frequency with respect to the edge.

4.3.1 Spontaneous Decay

Consider the ladder system first, with the atomic levels being denoted by |1),
|2) and |3) as in Fig. 3.3(a) and let one of the atomic transitions be coupled
to a PBG continuum, while the other is sufficiently far from the edge [5].
For the latter transition we can use the DOS for open space and proceed
with the Born and Markov approximations. Considering first the case of
the lower transition coupled to the edge, we have the upper state |1) which
decays spontaneously but ends up in an intermediate state that exhibits
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Fig. 4.1: Spontaneous decay at the edge of an isotropic PBG continuum. The
population in the upper state of a two-level atom is plotted as function of the dimen-
sionless time C'2/3t and for various detunings (6.) from the band-edge frequency.

unusual behaviour in time since it is coupled to the PBG reservoir. The
photon emitted in the upper transition can be observed since its frequency
lies far outside the gap and its spectrum, for various values of the detuning
(623 = waz —w, ) of the lower transition frequency from the edge, is presented
in Fig. 4.2.

For 693 positive and relatively large, the spectrum is Lorentzian as in
open space. It is also, for all practical purposes Lorentzian, but narrower
than the open-space line, for 633 well inside the gap (623 = —10). In analogy
with the atom in a cavity, the spectrum exhibits a doublet structure for do3
around the edge. The magnitude of the splitting is a measure of the strength
of the coupling of the lower atomic transition to the structured reservoir.

We may also analyze the case in which the upper transition is coupled
to the PBG and the lower one lies outside the gap. The expected behaviour
should be identical to that of a A-system [Fig. 3.3(b)] initially in the upper
state (|1)), having one of its transitions inside the gap and the other outside
[63]. In both cases we have the formation of a “photon + atom” bound
state which, however, becomes metastable due to the fact that the other
atomic transition is coupled to open space. The effect of metastability on
the population of the upper state of a ladder system, is presented in Fig.
4.3. For a non-zero value of the decay rate into open space, the vacuum
Rabi oscillations are damped and the atom ends up in the lower state of
the transition outside the gap. Furthermore, as depicted in Fig. 4.4, the
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Fig. 4.2: Spectrum for the photon emitted in the upper transition of a ladder
system for various detunings of the lower transition from the band-edge frequency
23 = Waz — we: b93 = —10C%/3 (solid line), dz3 = —1C?/3 (dashed line), 833 =
10?3 (dot-dashed line), 653 = 10C%/3 (dotted line). The linewidth of state |1) is
Y1 = 02/3.

spectrum of the photon emitted in the upper transition, is strongly non-
Lorentzian.

Atomic systems of V' configuration [Fig. 3.3(c)] have been analyzed by
Zhu and co-workers [131, 134] in the context of PBG continua. They have
focused on the behaviour of the de-excitation of an initial coherent superpo-
sition of the upper two atomic states, when at least one of the transitions is
strongly coupled to the edge of a PBG. As in open space, their calculations
predict quantum beats with enhanced amplitude due to the coherent driving
of the system by the vacuum Rabi oscillations.

4.3.2 Externally Driven Three-level Atoms

Let us focus now our discussion on the A-system with one of the transi-
tions, let’s say |1) — |2), coupled to a PBG continuum. The other atomic
transition is assumed to be coupled to open space and thus can be driven
resonantly or near-resonantly, by an external laser field. As has been shown
by Bay and co-workers [7], this problem can be solved by combining the
resolvent with a QMC approach, circumventing thus the lack of a master
equation. Specifically, the decay of the upper state into open space can be
handled through an effective Hamiltonian (analogous to that in Sec. 3.8),
which can be afterwards combined with the resolvent. Quang and co-workers
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Fig. 4.3: The population in the upper state of a ladder system with the upper
transition coupled near-resonantly to the edge of the gap, versus dimensionless time
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Fig. 4.4: Spectrum for the photon emitted in the upper transition of a ladder
system for various detunings of its frequency from the band-edge, 613 = wys — w,:

12 = 5C?/3 (solid line), &5 = 1C?/3 (dashed line), 6,2 = 0 (dot-dashed line). The
linewidth of state |2) is v = C'?/3.
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have analyzed the case of a A-system where the driven transition lies well
inside the gap [96]. For this purpose, a defect must exist in the material,
associated with a mode, whose frequency falls in the gap and coincides with
the atomic transition. This assumption allowed them to neglect spontaneous
emission in the PBG continuum, avoiding thus an open problem, namely mul-
tiple fluorescence by an externally driven TLA, at the edge of the gap (see
Sec. 4.5).

4.4 Atom—Atom Interaction

For atomic transitions well inside the gap, spontaneous emission is absent,
and thus DDI is expected to be the dominant process in a collection of
closely-spaced atoms [60, 63]. This is due to the fact that the phenomenon
involves virtual photons with frequencies lying far outside the gap. On the
contrary, for atomic transition frequencies close to the edge of a PBG, an
interplay between the DDI and atom—-continuum coupling is expected [6].

Let us consider for example, two identical closely-spaced atoms, one of
which is initially excited and the other in its ground state. Following the
notation of Sec. 3.7.1 and adopting the isotropic model of the DOS, it turns
out that the matrix elements of the resolvent operator obey the following
equations in matrix form [6]:

7 VIC(Z) —M12(Z) Gaa . 1
_M12(Z) Z— VZC(Z) ] [ Gha ] - [ 0 ] ) (4.14)

with the relative couplings being obtained by Eqs. (3.88) and (3.89)
i iCar

S V = Viy — ——M

o Mul) =V ==

where j = 1,2. For the two atomic dipoles parallel to each other and
perpendicular to the interatomic distance we have:

Vie(2) = - (4.15)

Vig = §02/3 [005(7‘12) B sin(zrlz) B sin(g‘lz)] 7
2 712 719 779
3 . .

ey = e [sm(rlz) n 005(27‘12) B 8271(37‘12)] 7 (4.16)
2 712 r{y Ty

where 75 is now the normalized interatomic separation with respect to the
wave-vector corresponding to the band-edge frequency. Note that, in the
derivation of the above expressions for the couplings, no approximation has
been introduced at any stage, while the shift term has been omitted, assum-
ing that it will be incorporated in the energy of the upper states. Clearly,
for atomic transitions outside the gap, i.e., z > w,. the term involving C'ys
gives an imaginary part to Miy(2) while for z < w., My2(z) is real. Thus,
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Populations

Fig. 4.5: The population in the upper state of the initially excited atom (solid
line) and the total excitation in both atoms (dot-dashed line) are plotted as func-
tions of time for 6, = —302/3, Cp = 0.8C and for various values of Vi3 (a)
Vizg = 1C%3, (b) Vig = 303, (¢) Viy = TC¥3,

as expected, for frequencies inside the gap the atom—atom interaction is
dominated by the exchange of virtual photons, whereas for frequencies out-
side the gap, Mi2(z) contains a dissipative part, which is different from
the dissipative term involved in the coupling of each atom directly to the
reservoir.

As we have discussed in Sec. 3.7.1, the eigenstates of the matrix in Eq.
(4.14) are the so-called symmetric and antisymmetric product states, with
the former one being unstable in open space, leading to superradiance. In
the PBG reservoir, however, it can be shown that we may have population
trapping even in the symmetric state (see Chap. 8). The real part Vi,
of Mi2(z), becomes dominant for small interatomic separations. Typical
results, illustrating the behaviour in this regime, are shown in Figs. 4.5 and
4.6.

For atomic detunings sufficiently far inside the gap and relatively small
Viz, there is almost complete population trapping [Fig. 4.5(a)], whereas for
detunings outside the gap [Fig. 4.6(a)], the system decays completely. The
population trapping in both cases can be altered by increasing the magnitude
of Vi5. This is due to the fact that the interatomic coupling Vi5 causes a
splitting which, pushes one part of the atomic levels towards the gap and
the other into the allowed part of the continunum. Thus, as Vi3 becomes
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comparable to the atomic detuning from the edge, the partial population
trapping is increased (decreased) for positive (negative) detunings. What is
worth keeping in mind is that, in contrast to the situation in open space,
DDI may have a stabilizing effect, even when the atomic frequency is outside
the gap.

The photon hopping in a collection of N identical TLAs with transition
frequency far inside the gap, has been studied by John and Quang [54]. In
their studies, spontaneous emission was neglected and thus the only inter-
action term in their Hamiltonian was that of the DDI between neighbouring
atoms. For an ordered system and for large values of NV, the excited atom
does not transfer any excitation to the others. On the contrary, in a disor-
dered system only a fraction of the initial excitation (proportional to N 1)
can be transfered from the initially excited atom to each unexcited one,
with a rate of transfer proportional to v/N. The same authors have also
studied the case of initially unexcited atoms which are near-resonantly cou-
pled to a defect-mode with single excitation. They showed that transfer of
energy from the defect-mode to the atoms occurs only for a disordered sys-
tem. Furthermore, considering the defect-mode driven by an external laser,
they analyzed phenomena such as, optical bistability, phase transitions and
collective atomic steady states [54, 55, 57, 58].

@

Populations

Fig. 4.6: The population in the upper state of the initally excited atom (solid line)
and the total excitation in both atoms (dot-dashed line) are plotted as functions of
time for 6. = 3C?/3, Cyy = 0.8C and for various values of Viy: (a) Vizg = 1C2/3,
(b) V12 = 302/3, (C) V12 = 502/3.
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4.5 Research Question

The problems we have discussed so-far involve single excitation in the PBG
continnum and as such can be handled through the direct solution of the
respective time-dependent Schrodinger equation. The direct extension of
this approach to situations involving more than one photon in the reservoir
demands multiple integrations over photonic continua and thus does not
seem tractable. On the other hand, the unconventional DOS associated with
PBG structures invalidates Born and Markov approximations, essential in
obtaining a master equation.

The QMC approach, as has been developed in its Markovian formulation,
can not describe the localization of photons at the site of the atoms. Recall
that, whenever a jump occurs it is related to a gedanken measurement of the
number of photons in the radiation reservoir and after each measurement
any detected photon is annihilated. In PBG materials, however, a significant
part of the emitted radiation, remains localized at the site of the atom(s),
leading thus to subsequent atomic re-excitation and population in higher
sectors of the Hilbert space of the system (2-photon, 3-photon, etc.). Only
photons with energy outside the gap can be subject of such a gedanken
measurement.

Despite the lack of theoretical tools capable of providing solution to prob-
lems involving multiple excitations at the edge of a PBG continuum, many
authors have addressed such problems. Specifically, resonance fluorescence
has been mainly discussed in the context of a master equation applying only
the Born approximation [4, 62, 67, 82, 109]. On the other hand, working in a
dressed-states picture, John and Quang have addressed the same problem by
means of a purely Markovian master equation [58]. The argument for such
a Markovian description is the assumption that the DOS, while singular at
one frequency, varies smoothly around the dressed-state resonant frequen-
cies. The discontinuity in the DOS can thus be incorporated as strongly
different decay rates of the two sidebands in the Mollow triplet.

The problem of superradiance in the context of PCs, has been addressed
by John and co-workers [56, 118], using mean-field Heisenberg equations of
motion for the atomic operators [see Eqs. (3.104) and (3.105)]. In open
space and cavities it is well-known that, in the long-time limit, all atoms
are in the ground state and thus the ensemble does not exhibit any inver-
sion or polarization. On the contrary, at the edge of the gap the ensemble
has been shown to exhibit the main features of the single atom behaviour.
Specifically, the localization of the emitted radiation at the site of the atoms
leads to an oscillatory behavior in both inversion and polarization, while
in the long-time limit the system exhibits fractional steady-state inversion
and macroscopic polarization. Additionally, for the ensemble, the radia-
tive lifetime is shortened by N2/3 in the isotropic model and by N2 in the
anisotropic, where NV is the number of atoms. Recall that for open space the
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decay rate is proportional to N and the radiated intensity, is proportional
to N2. This means that the superradiance phenomenon at the edge of the
gap for the anisotropic model is much faster and more intense than in open
space, while the opposite is true for the isotropic model.

All of the above approaches are approximations (reasonably good ones)
to the real problem; namely the description of non-Markovian and
non-Born dynamics of an atomic system interacting with a struc-
tured radiation reservoir. First of all, recall that both Born and Markov
approximations are valid to second order in the coupling constant between
atom and reservoir and consequently not applying one of them in the deriva-
tion of a master equation, is not expected to improve things significantly. On
the other hand, the semiclassical approach followed by John and co-workers,
is valid for the description of the superradiance in large atomic collections,
after the early stage, where dipole correlations have already been established
and thus the evolution of the ensemble is purely classical. This stems from
the fact that the mean-field equations fail to recapture the influence of the
vacuum (noise) at the early stage of the phenomenon, where the evolution
is purely quantum mechanical. This aspect of the semiclassical equations is
of course well known in laser theory [107, 121].

The question has been attracting increasing interest as non-Markovian
(non-Born) problems keep emerging in different contexts of physics, from
PBG materials to semiconductors [18, 122] and from molecules [95] to atom
lasers [83, 84]. As a result, many authors have focused their efforts on
the development of new techniques applicable to strongly interacting dis-
sipative systems. Imamoglu and Garraway have proposed an extension of
the well known QMC approach to the strong-coupling regime [36, 47, 113].
The memory effects associated with non-Markovian dynamics can be de-
scribed by expanding the initial system using a large number of fictitious
harmonic-oscillator modes ( pseudomodes). Each pseudomode interacts with
the original system as well as a flat reservoir. The dynamics of the enlarged
system “atom + pseudomodes”, are then purely Markovian and as such
can be described by the standard techniques. Alternatively, Diosi and co-
workers have derived an exact QSD equation, which may describe the time
evolution of an open quantum system beyond Born and Markov approxima-
tions [25, 114, 133]. Other authors have proposed extensions of the QMC
method based on the continuous measurement interpretation of the stochas-
tic unraveling [48] or the time-convolutionless projection operator technique
[13].

Although at first sight all of these approaches seem applicable to reser-
voirs of any DOS, up to now mathematical and computational difficulties
have limited their application to relatively tractable problems involving
weakly non-Markovian systems (intermediate-coupling regime) and stan-
dard Lorentzian spectral responses. In the following chapters, we develop
an approach that can at least partially overcome this stumbling block. Hav-
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ing introduced such an approach, we then proceed to the investigation of
problems involving multiple excitations in structured radiation reservoirs,
associated with PCs.
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Chapter 5

Discretization of Photonic
Continua

The basic idea of discretization relies on the replacement of the continuum,
near the atomic transition frequency, by a finite (but large) number of dis-
crete modes. The couplings and frequencies corresponding to each of these
discrete modes, are chosen so as to model the effect of the structured contin-
uum to the desired accuracy. The judicious choice of this parameterization
is of critical importance to the success of this idea. In the following sections,
we formulate the discretization and we discuss its application and validity
in the context of reservoirs of various DOS.

5.1 Formalism

Consider an atomic system with transitions [ = 1,2, ... and let at least one
of them, be coupled to a structured reservoir for which Born and Markov ap-
proximations are not valid. In the spirit of discretization, the near-resonant
part of the continuum is replaced by a number of discrete modes. To this
end, we choose an upper (w,,) and a lower (wj,,,) limit for the discretization
such that wi,, < w; < wyy, where w; is the frequency corresponding to the
atomic transition [.

Starting from the definition of the DOS for the reservoir, that is number
of photonic states (AN) per unit frequency interval (Aw), we have

AN = p(w)Aw. (5.1)

For AN = 1 and introducing a discrete index, we find Aw; = 1/p(w;) and
thus

wit1 = wj + Awj = wj+ 1/p(wj). (5.2)

This recurrence relation determines the frequencies of the discrete modes
while an alternative form can be obtained if we choose p(w;) as p(w;) =
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2(wjr1 —wj—1) 7l
Wit1 = wj—1 + Aw; = wio1 +2/p(w)). (5.3)

Introducing N discrete modes in our implementation, the following relation
must be satisfied

/ ™ dwp(w) = N, (5.4)

Wiow
which determines any constants in our model and furthermore the spacing
between the discrete modes.
The coupling g](’) of the atomic transition [ to the j discrete mode, can
be chosen frequency-independent as determined by
N
l 2 Wup I
> (9") ~ / dwDO (), (5.5)

]:1 Wiow

where the integral on the right hand side is over the spectral response D) (w)
of the continuum for transition /.

The discretization we have just presented is not unique. One may for
example consider an alternative discretization scheme involving a number
(N) of equally spaced modes, distributed between wy,,, and w,,. In this
case, the mode-spacing is uniform and thus the frequency for the mode j
reads
_ |wup - wlow|
B N
The corresponding coupling of the atomic transition [, is now frequency-
dependent and is determined by the spectral response of the continuum as
follows,

Wi = Wiy + Jow, w (5.6)

(61)" = DU ()b, (5.7)

By way of comparison illustrating the philosophy of the discretization
technique, note that in the latter scheme, all information about the structure
of the reservoir is included in the coupling of the atom to each of the discrete
modes [Eq. (5.7)], whereas the mode spacing is uniform [Eq. (5.6)]. On
the contrary, in the former scheme it is the distribution of the modes that
carries this information [Eqgs. (5.2) and (5.3)], while the coupling constant
is frequency-independent [Eq. (5.5)]. Both discretization schemes should in
general work with any form of DOS. There are situations, however, where
the one or the other scheme might be preferable.

5.2 Application and Validity

Having discretized the strongly-varying near-resonant part of the continuum,
the system “atom + discrete modes” can be handled through differential
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equations governing the evolution of the amplitudes entering the Schrédinger
equation. In order to demonstrate the discretization approach and test its
validity, consider the problem pertaining to the decay of an initially excited
TLA coupled to a structured radiation reservoir. Replacing the DOS for
frequencies around the atomic transition frequency w,, by N discrete modes,
the Hamiltonian of the system within the RWA reads

N
H = ZAjQ}Qj-I-ZAMZL(L\
7=1 A

N
+ > Giajot +alo™) + > ga(arot +alo7), (5.8)
=1 A

where A;\ = w;\ — w,, while we have dropped the index [, since we have
only one atomic transition. The atomic raising and lowering operators are
denoted by ot = |e){g| and o~ = |g){e|, respectively. The corresponding
wavefunction can be written as

N
[0(1)) = aole; {0x}) + D bjlgs 1;) + D balgs 1) (5.9)
A

i=1

The label j in the Hamiltonian and the wavefunction refers to the discrete
modes (Wi < w; < wyp), while the label A refers to the modes with fre-
quency wy > Wy, and wy < Wiy

The time-evolution of the amplitudes is governed by the Schridinger
equation from which we obtain

N
. 1 1
a0 = =Y _Gibj+ = gaby, (5.10)
(et Uy

; 1 1

b]‘ = zA]‘b]‘ + zg]‘ao, (5.11)
; 1 1

by = zA/\b/\ + ngao. (5.12)

Formal integration of Eq. (5.12) gives

. t Ny
ba(1) — by(to)e® (E=t0)/i = TN [0 gyt g (1) eAr =111 (5.13)
1 to

The modes A are far off-resonant (A > ¢,) and as such can be treated per-
turbatively, i.e., they can be eliminated adiabatically. Furthermore, ao(t’)
remains almost constant for short times and thus can be replaced by ao(?) in
Eq. (5.13). The remaining integral over the exponential is easily performed
with the result

ba(t) ~ — T2 aq(2). (5.14)
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Substituting Eq. (5.14) into Eq. (5.10) we have

N 2
. 1
i = =3.Gibi =3 Py, (5.15)
14 IYAN
7=1 A
. 1 1
b]‘ = zA]‘b]‘ + zg]‘ao. (5.16)

The effect of the off-resonant part of the modes is thus to add a vacuum
shift term to the equation of motion for the upper state amplitude. This
approximation leads to a significantly reduced number of differential equa-
tions and the remaining amplitudes are distributed over a much narrower
frequency interval.

Converting the mode sum over A into an integral for w > wy,, and
w < wWioy and using the spectral response of the photonic continuum un-
der consideration, we obtain

S 1y
ap = —7(104‘ zzgjb]‘, (5.17)
J=1
. 1 1
b]‘ = zA]‘b]‘ + zg]‘ao, (5.18)
where the shift term is given by
Wiow D oo D
5= / w2 / dw 2 (5.19)
—co w— W Wup W T W

In the context of discretization, we may thus define the following effective
Hamiltonian for the system, which reproduces Eqs. (5.17) and (5.18), in the
basis formed by |e; {0;}) and |g; 1;):

N N
H=-Soto™ + ZAja}aj + Zgj(aja‘i' + a}a_). (5.20)

i=1 i=1

In order to proceed further, we need to consider a particular form of spec-
tral response. Let us for example start with a standard cavity reservoir,
where the corresponding spectral response is Lorentzian as determined by
Eq. (3.70). Taking full advantage of the symmetry of D.(w) one may choose
wyp and wyy,, symmetrically placed around w., which yields a vanishing shift
term. Any of the two discretization schemes can be followed. In Fig. 5.1,
for instance, we compare the exact known solution (solid line) with that
obtained by a uniform discretization. Clearly, the discretization converges
relatively fast and a good agreement with the exact solution can be obtained
by using a small number of modes. This is definitely not the case for all
radiation reservoirs. In the following sections, we discuss the discretization
technique in the context of PBG continua which have been shown to be
associated with more complicated DOS.
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Fig. 5.1: The population in the upper state of a two-level atom coupled to a cavity
reservoir, is plotted as function of the dimensionless time ~.t. The solid line is the
solutions obtained using pseudomodes for w, = w, and 7, = 47.. The corresponding
discretization solutions are: (a) dotted line: N = 20 and wup = —wiow = 27.; (b)
dot-dashed line: N = 20 and wyp = —wiow = 3.57.; (¢) dashed line: N = 30 and
Wyp = —Wlow = 470

5.2.1 Isotropic Model

Let us adopt the singular isotropic DOS, [Eq. (4.4)] and the correspond-
ing spectral response (4.9). Applying the first discretization scheme we
presented in the previous section, we replace the density of modes in the
vicinity of the edge-frequency, by a collection of discrete harmonic oscilla-
tors. Apparently, for the DOS under consideration, wj,, = w., since for
w < w, DOS is zero, as dictated by the Heaviside function on the right hand
side of Eq. (4.4).
The frequencies of the modes can be obtained by Eq. (5.3), which now
can be simplified to
wj = we + j2bw, (5.21)

where 6w is determined by the upper-limit condition,
Wup = We + N26w. (5.22)

The atomic coupling to each of the discrete modes is given by

We W — We

N Wu
) szg/ pdw#, (5.23)
=1 T
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Fig. 5.2: The discrete modes in relation to the simulated number of states.

with C' being the effective coupling of the atom to the PBG structure [see
Eq. (4.10)], and since G; is the same for all discrete modes, we have

2C
Gj =G~ - Veuw — e (5.24)

Using Eq. (5.22), the coupling constant may be further simplified to

G ~ %m (5.25)

In Fig. 5.2, we show the discrete modes, in relation to the simulated
number of states (~ /w —w.). As one would expect, for the DOS given
by Eq. (4.4) the distribution of the discrete modes becomes more dense for
frequencies close to the edge, as determined by Eq. (5.21). The equations
of motion for the amplitudes corresponding to the excited atomic state and

the discrete modes are given by Eqs. (5.17) and (5.18), and after evaluating
the shift through Eq. (5.19), we obtain

1 GIN 1
o = - |6.— 2" =37 Gby, 5.26
fo 2( wup—we)a“ij:lg“ (5.26)
. 1 1

where for later convenience we have transformed to an interaction picture
rotating at w. with ¢ = w, —w. and §; = w; —w. while G; = G as is given by
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Fig. 5.3: The population in the upper state of a two-level atom is plotted as
function of the dimensionless time C2/3¢. The solid line is the exact solution for
8. = 0. The corresponding discretization solutions are: (a) dotted line: N = 50
and wy, = 10C?/3; (b) dashed line: N = 150 and Wup = 10C?/3; (c) dot-dashed
line: N = 500 and wy, = 111C%/3. The insert shows a close-up of the long-time
behavior.

Eq. (5.25). Note that, due to the far off-resonant modes, the upper atomic
level, is shifted towards the gap where it is protected against dissipation.

In Fig. 5.3, we present the results obtained by propagation of Eqs.
(5.26) and (5.27) for various discretization parameters. For comparison,
we also plot the exact known solution (see Sec. 4.2). The calculation in-
volving not sufficiently dense discretization (dotted line), exhibits revivals
for longer times. These revivals are artificial without any physical meaning
and stem from the discretization of the continuum. As the discretization
becomes more dense, the revivals appear at later and later times (dashed
and dot-dashed line). We may thus argue that, the number of modes in
our calculation determines the time-scale on which the propagation is free
of revivals, while |w,, — wioy| determines the proximity of the envelope to
the correct result. This implies considerable flexibility in the method; in
the sense that the size of the calculation can be tailored to the time scale,
over which the behavior of the system is sought and the desired accuracy.
For instance, as one would expect, for atomic detunings far inside the gap,
the discretization calculation converges much faster, since in this case only
for modes with frequencies close to the edge the atom—field interaction is
strong. Thus, a narrower part of the continuum near w. needs to be dis-



70 Discretization of Photonic Continua

cretized. Furthermore, it is worth noting that w,, and wj,, determine the
allowed atomic transition frequencies. For example, for the case under con-
sideration, a calculation for ¢, > w,, — w. would be meaningless leading to
unphysical results, since the corresponding part of the continuum has been
eliminated.

5.2.2 PBG with Lorentzian Profile of DOS

One of the strengths of the discretization technique is that it can be im-
plemented with essentially any DOS. In fact, the expression of the DOS we
adopt as a model for the description of a continuum, is of great importance
to the choice of the manner of discretization, which should be adapted to
the demands of the particular form. For the models we discussed in the pre-
vious sections, both discretization schemes are valid. There are situations,
however, where mathematical difficulties prevent us from following the one
or the other scheme. To become more specific, let us consider a PBG with
a Lorentzian profile of DOS and with spectral response given by

_ a rr

- (5.28)

D =
£(<) 27 (w—w)p+T7]°

where 7, is the open-space decay rate of the excited atomic state [Eq. (3.65)].

Before proceeding to the discretization of this particular form of contin-
uum, it should be noted that the analyticity of Lorentzian profiles [see Eq.
(3.70)] and the lack of any branch cuts, make them amenable to the approach
of the pseudomodes. These pseudomodes are intimately connected to the
poles of the DOS in the lower half plane and as we have discussed in Sec. 4.5
their decay may lead to a Markovian master equation. Such master equa-
tions have been derived only for DOS involving up to two pseudomodes, in
the context of the decay of a TLA [37]. For higher order Lorentzians or other
non-normalizable DOS [see Eq. (5.28)], however, such a derivation seems to
be cumbersome if not impossible. In this case, a pathological Schrédinger
equation may describe correctly only the dynamics of the upper state of the
atomic system. As a result, if the atomic system involves more than two
states, the method fails to describe the atomic dynamics correctly.

The existence of the Heaviside step function on the right-hand side of
Eqgs. (4.4) and (4.5), ensures a full gap for frequencies w < w, and a clear
edge at w = w,.. As a consequence, only part of the continuum (w > w.)
needs to be discretized. On the contrary, for the Lorentzian profile (5.28)
the situation is substantially different. Specifically, the DOS is zero only
for w = w., while there is a range of frequencies around w. over which
Dr(w)y;! < 1. Thus, we have to discretize the continuum, even for fre-
quencies around the mid-gap frequency w.. Any attempt at applying the
discretization approach given by Eqgs. (5.2) and (5.3) will lead to serious
computational problems as the factor 1/pr(w;) diverges for w; — w.. On
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Fig. 5.4: The population in the upper state of a two-level atom is plotted as
function of the dimensionless time ~,¢. The solid lines are the solutions obtained
using pseudomodes for §. = 0 (thick line) and §, = %’ya (thin line), respectively.
The corresponding discretization solutions are: (a) dot-dashed line: N = 100 and
Wup = —Wiow = 107,; (b) dotted line: N = 150 and wyp = —wiow = 20743 ()
dashed line: N = 300 and wyp = —Wiew = 307,. Parameters: I' = y,, p = 6.

the other hand, the discretization given by Eqs. (5.6) and (5.7) seems to be
appropriate for the model under consideration.

Choosing an upper (w,,) and a lower (wj,,) frequency, we substitute
the DOS by N equidistant discrete modes, symmetrically placed around w..
The coupling of the atom to each of these modes is given by

a T
G(wy) = | 22 |1 - .

]
27 (w;j —we )P4 TP ~

(5.29)

where 6w = |wyp — Wigw | NV —1. For the sake of simplicity, let us define all de-
tunings with respect to the central frequency w.. The part of the continuum
involving frequencies for w < wy,,, and w > w,,;, can be treated perturbatively
as before, but, only the Lorentzian part of Eq. (5.28) contributes. In Fig.
5.4, we present results pertaining to a sixth order Lorentzian profile (p = 6),
for two different atomic detunings from the mid-gap frequency (6, = w,—w.).
We also plot the solutions obtained using the pseudomode approach and we
find a very good agreement for sufficiently dense discretization.

A further issue needs to be brought up here, in connection with the time
scale of the persistence of any “photon + atom” bound state. As long as
the model for the DOS involves an exact zero over some frequency range,



72 Discretization of Photonic Continua

1.0

0.8

Population
o
o

e
N

0.2

L L 1 L 1 L
0.0 5.0 10.0 15.0 20.0
Yol

Fig. 5.5: The population in the upper state of a two-level atom is plotted as
function of the dimensionless time ~,¢, for various detunings of the atomic tran-
sition from the mid-gap frequency. Parameters: p = 8, I' = 2v,. Discretization
parameters: N = 1000 and wyp = —wiow = 1007,.

the “photon + atom” bound state may live for ever, which mathematically
implies a non-zero fractional population trapping in the limit ¢ — oco. In
reality, however, the DOS, more often than not, will not involve an exact
zero but a deep minimum, as already mentioned in the beginning of this
section. As a result, the life-time of the “photon + atom” bound state,
is determined by the local DOS in the vicinity of the atomic transition
frequency, and it may be long on some time scale but not necessarily for
t — oo in the mathematical sense. For instance, it is this finiteness of the
lifetime of the “photon 4+ atom” bound state that would cause the atomic
population for ¢, = %’ya, in Fig. 5.4 to decay to zero, if the calculation were
extended to sufficiently long times. This behavior is even more clear in Fig.
5.5, where the atomic population is plotted for various detunings from the
mid-gap frequency.

In Fig. 5.6(a) we plot the excited-state population of a TLA, resonant
with the mid-gap frequency of a Lorentzian DOS, for various widths of the
gap. Note that, in analogy to CQED (see discussion in Sec. 3.4.2), for short
times the atom decays as if it were in open space, regardless of the value of
the ratio v, /T'. This behavior is even more clear in the logarithmic plot of the
excited-state population in Fig. 5.6(b). We may thus say that at the begin-
ning the atom emits without feeling the modal density. The initially emitted
wave-packet propagates in the crystal and is eventually Bragg-reflected back
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to the atom, carrying the information about the periodic structure of the en-
vironment. In fact, the part of the population which is lost in the long-time
limit is determined by the ratio v,/T'. This can be understood by viewing
the atomic resonance as a Lorentzian of width v,, centered around w,. The
part of the wings of this Lorentzian spectrum that lies in the allowed part
of the continuum will be emitted. Accordingly, as is depicted in Fig. 5.6(a),
the population trapping in the long-time limit increases, as we increase the
width of the gap in relation to the atomic linewidth.

The discretization approach has given us the opportunity to study the
problem of spontaneous emission in the context of various DOS, in a fast
and really effective way. Although some of these models are nothing more
than mathematical imitation of a real PBG continuum, we have been able to
draw some general conclusions about the parameters that affect the atomic
dynamics significantly, for atomic transitions inside the gap or close to the
edge. We have already discussed the life-time of the “photon + atom” bound
state and the atomic behavior for short times. We additionally, may argue
with certainty that the dynamics of an atom coupled to a PBG continuum
depend mainly on the width of the gap and on the “band-edge behavior”
of the continuum. On the contrary, they slightly depend on the particular
profile of the DOS model we adopt. Finally, DOS models that do not exhibit
any peak close to the edge seem to be more effective in trapping the light,
since the vacuum Rabi splitting is relatively small and thus any phenomena
associated with it (such as losses through the component of the doublet lying
outside the gap, vacuum Rabi oscillations, etc) are suppressed.

5.2.3 Anisotropic Model

The discretization approach in the context of the anisotropic model presents
a difficulty, in the sense that the corresponding DOS increases as we move
away from the edge. As a result, the atomic coupling to far off-resonant
modes is significant and accordingly the discretization approach is rather
sensitive to the choice of the upper limit. One can, however, circumvent
this difficulty by introducing the following DOS

Vw — we
@) = po =7
which does approach the open-space value p, for w > w., whereas it has

the anisotropic behavior for frequencies close to the edge. Even in this case,
however, the convergence of the discretization is relatively slow.

(5.30)

5.3 Summary

We have developed the discretization technique, which is applicable to pho-
tonic reservoirs of any DOS. Having tested the validity of the method, in
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Fig. 5.6: (a) The population in the upper state of a two-level atom is plotted
as function of the dimensionless time v4¢ for 6. = 0, p = 8 and various widths
of the Lorentzian gap. (b) The logarithmic plot of the population. The solid line
corresponds to the open-space behavior. Discretization parameters: N = 500 and
Wyp = —Wlow = 507(1-
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contexts amenable to exact solutions, we may proceed to address problems
involving more than one photon in structured radiation reservoirs. In the
following chapters we focus on continua associated with PBG materials. As
we show, the discretization approach is capable of providing solutions to a
class of problems which can only be treated approximately through other
techniques. What should be always kept in mind, however, is the danger of
artificial oscillations and thus the convergence of our results has to be tested
in terms of all discretization parameters.
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Chapter 6

Cascade of Two Photons at the
Edge of a PBG

In this chapter, we have chosen to present results on a ladder atomic system
which in open space involves a cascade of two photon-emissions (see Sec.
3.6). As we show in the following sections, allowing both atomic transitions
to be strongly coupled to a PBG reservoir we obtain what should be called
“two-photon + atom” bound state [87]. The formation of such a state is then
found to be associated with a counterintuitive coherent evolution of the three
atomic states. Although the problem is mainly discussed in the context of
the isotropic model we do, examine the persistence of our predictions in the
context of a Lorentzian profile of DOS.

6.1 The System

—_

Consider a three level atom in a cascade (Z) configuration, with atomic
levels |1),]2),|3) and energies wy,ws, 0 respectively, where (wq > wy) [Fig.
6.1(a)]. Both atomic transitions (I = 1,2) are considered to be coupled
near-resonantly to the edge of a PBG and are thus strongly modified.
Neglecting the zero-point energies of the field modes and adopting the
RWA, the Hamiltonian of the system in the interaction picture is written as

. 1 —i6Lt 5Lt . 2) 1 —i62t 1521
V= ZZ!]L )(‘120216 Ot —a,019€" ") + ng§ )(%0326 O —ayo93e'Y),
I

A
(6.1)
where oy, denote the atomic dyadic operators with k,n € {1,2,3}; 6}L =

(w1 —w2) —wy, 6% = (wy —w3) — w), while au,a:ﬂ(a%a;) are the creation

and annihilation operators of the structured continuum, which is coupled to
the atomic transitions, via the respective coupling constants gf}),ggz).

Let us denote by [3;1),1,), a state of the combined system (atom+field),
where the atom is in state |3) and two photons have been emitted into the

structured reservoir, populating the modes A and pu respectively. Following
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Fig. 6.1: (a) Schematic representation of the atomic system and the possible
transitions. (b) The upper state simultaneously coupled to the intermediate state
and the ground state via a single- and two-photon process respectively.

this pattern of notation, and discretizing the near resonant part of continuum
(Wiow < Wi < Wyp ), the wavefunction of the complete system reads

[¥(1)) = a|1;0>+zbj|2;1j> + > Ciml3:15,10)
! (2m)

+Zbu|2?1u> + Z Caul3:15,1,). (6.2)
’ (03

where j, m are indices over all discrete modes while A, it correspond to modes
with frequency wy , > wy, and w) , < Wiey. Furthermore, due to the fact
that [1),1,) = [1,,1)), we have C, = C),\.

The time dependence of the amplitudes entering the wavefunction, is
governed by the Schrédinger equation and after eliminating the off-resonant
modes (see Sec. 5.2), we find

N
a = —iS(l)a—Zgj(l)bjeZ(Sﬂlt, (6.3)
j:l
b] = —'LS Z g ]me m
(méf)
V2690t 4 gMaem, (6.4)
Cim = GPbjemnt 4 G bme‘“sﬂ, (6.5)

Ci; = V2P, (6.6)
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where by g,(f) we denote the coupling of the atomic transition [ to the &
discrete mode. The shift terms in the equations of motion for the two upper
levels are given

Wiow 0 oo )
s<l>:/l de(“)Jr/ 2 (6.7)

—o W) —w up W —w

6.2 Time-Evolution of the System

Isotropic Model: Adopting the isotropic model for the description of the
PBG continuum, the spectral response for transition [, is given by

_C19(w —we)
T Jo—w

where (] is the effective coupling to the structured continuum.

D (w) (6.8)

Following the discretization approach we have developed in the previous
chapter, the continuum for w < w, 4+ 10012/3, is replaced by 150 discrete
modes. The frequency of the 7 discrete mode, is then obtained through Eq.
(5.21) with dw being chosen sufficiently small (dw ~ 4.4 x 10_4012/3), while

the corresponding coupling g](’) for transition [ is frequency-independent and
is given by

g(’) = g“) ~ 2—Clvéw. (6.9)

In general, the dipole moments (1/d|2) and (2|d|3) are different and thus for
the rest of this chapter we let the couplings C; and C'; be different.

The set of Eqs. (6.3) — (6.6) is solved numerically and the results are
presented in Figs. 6.2 — 6.6. We plot the population in the upper level (solid
line), the intermediate level (dashed line) and the lower level (dot-dashed
line), for various detunings of the upper (612 = w1 — wy — w.) and lower
(623 = w2 — w3 — w,) transitions from the band-edge frequency.

In all figures, we can identify a “transient regime”, on a short time scale
of the order of 012/3, when part of the atomic population is lost. On a
longer time scale (“dynamic regime”), the populations in the atomic levels
undergo oscillations, strongly dependent on the relative detunings from the
band-edge, reflecting the emission and reabsorption of the photon(s). The
localization at the atom of the photon emitted in the first transition, is
accompanied by emission of a photon in the lower transition, which will
be also localized at the atom. In analogy with the case of one photon in
a TLA, two photons are now backscattered to the atom after tunneling a
characteristic distance and reexcite it.

As is known from the coupling of a TLA to the PBG reservoir, the
dressing of the atom by its own localized radiation causes splitting of the
atomic levels. This splitting is sufficiently strong to push one level of the
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Fig. 6.2: The population in the atomic states as function of time. The solid
line is for |1), the dashed line for |2) and the dot-dashed line for |3). Parameters:

Cy = 1.5CY, 813 = —C2/® and 653 = 0. The time is in units of C2/°,

doublets outside the gap and the other inside. The dressed state outside the
gap looses all its population in the long-time limit, while the one inside the
gap is protected from dissipation and thus is stable. The number of stable
localized states, is intimately connected to the behavior of the system in the
long-time limit. One such state gives rise to steady state population in the
excited level, while two of them lead to an undamped beating of the system
between the two non-decaying states [6, 62].

For our three-level atom, two transitions are at the edge, and thus more
than one stable localized state can be found in the gap. In analogy to
the “single-photon + atom” bound state, we have the formation of a “two-
photon + atom” bound state, which exhibits population trapping in both
excited states, in the long-time limit. Thus, the atom is finally excited, in a
superposition of the upper states (Fig. 6.2). This is a novel behavior, due
to the fact that both transitions and not only one, are coupled to the same
structured continuum. Note that, even in the case that only the (|2) — |3))
transition is at the edge of the gap, it is the intermediate level that exhibits
non-zero steady-state population but not the upper level [5, 53].

In the language of dressed states, the oscillations in the populations of
the atomic levels reflect the interference between the dressed states of the
atom. We additionally note that the oscillations in the populations of the
intermediate and lower level are “in phase”. This is a rather surprising
result, since one would expect the population in the intermediate state to
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Fig. 6.3: The population in the atomic states as function of time. The solid
line is for |1), the dashed line for |2) and the dot-dashed line for |3). Parameters:

Cy = 1.5C, (a) 81 = =202 and 855 = 10773 (b) 615 = =202/ and 655 = 10377,

The time is in units of 012/3.
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be maximum when the population in the lower state is minimum and vise-
versa. The phenomenon is even more pronounced in Fig. 6.3. After an initial
transient regime in which about 15% of the population is lost, the remaining
population oscillates between the upper level and the two lower levels, in
a non-dissipative way. The undamped oscillations imply the beating of the
system, between more than two non-decaying dressed states.

The “in phase” oscillations, stem from the localization of both photons at
the site of the atom. The system can make the transitions |1) < |3) either
with a stepwise process (|1) < |2) < |3)) or with a two-photon process
(]1) < |3)). Which of the two routes the system will follow to arrive at |3)
depends on the detuning é15. Specifically, if the upper transition is outside
the gap, irrespective of the detuning of the lower transition from the band-
edge, it seems preferable for the system to “decay” via the stepwise process
rather than the two-photon process indicated in Fig. 6.4. This is no different
from the behaviour of a ladder system in open space. On the contrary, if the
upper transition is inside the gap, the system evolves in time as if the upper
state were coupled to the intermediate state via a single-photon process, and
simultaneously to the ground state via a “direct” two-photon process, with
respective frequencies 21 and €25. This can not be anticipated on the basis
of the behaviour in open space and it is what we meant by counterintuitive
in the introduction.

To gain further insight into this effect, we can adopt a simple three-level
model without dissipation and assign a single-photon Rabi frequency 24
between |1) and |2) and a two-photon Rabi frequency Q5 between |1) and
|3) [Fig. 6.1(b)]. Denoting by P, the population in state n and following an
analysis of the system through standard rate equations, we obtain

Py = cos?(y/Q} + Q2), (6.10)

2

Q .
P = msznz(\/ﬁf—kﬁ%ﬂ, (6.11)
i 2

02 .
Py = Wzmsznz(\/ﬁf—l-(l%t). (6.12)
i 2

Thus the populations of the atomic levels oscillate with the same frequency

Q = 1/Q% + Q% with the oscillation of the two lower levels being in phase.
Furthermore, the ratio of the amplitude of the oscillation of the intermediate
level to that of the lower level is related to the ratio of the Rabi frequencies,
ie., 21/Q. In Fig. 6.3(b), representing the result of the numerical calcu-
lation for the system in the PBG reservoir, we note that the dashed and
the dot-dashed lines, corresponding to the populations in the intermediate
and ground levels, respectively, are indistinguishable. This implies that the
corresponding effective Rabi frequencies {1y and ), are practically equal. It
is the combination of the coupling constants and detunings that conspire to
produce that behaviour.
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Fig. 6.4: The population in the atomic states as function of time. The solid
line is for |1), the dashed line for |2) and the dot-dashed line for |3). Parameters:

Cy = 1504, (a) 612 = 10272 and 655 = —1C7/%; (b) 815 = 2C2/% and 645 = 3C7/°.

The time is in units of 012/3.
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The effective detuning of the |3) — |1) transitions from the band-edge for
the “direct” two-photon process is defined as AR = w1 — w3z —2w,. From the
known dynamics of a TLA with transition frequency at the edge of the gap,
depending on A we may expect suppression or inhibition of the “direct”
two-photon process. Specifically, for detunings inside the gap (A(z) < 0),
the “direct” two-photon emission should be totally or partially suppressed,
while for detunings outside the gap and almost at the edge (A(z) > 0), it
should be enhanced due to the high density of final available states.

For transitions symmetrically placed around the band-edge (612 = —d23),
with the upper one being inside the gap (612 < 0), the detuning for the “di-
rect” two-photon transition is exactly at the edge (A = 0) (Fig. 6.5).
For the parameters used in Figs. 6.5 and without taking into account the
“direct” two-photon process, the “single-photon + atom” bound state for
the upper state should be metastable, in the sense that the main part of the
population should be lost in the long-time limit. On the contrary, we find
that this does not happen and the part of the population that has not been
lost in the transient regime, oscillates between the upper and the ground
state. These oscillations are not reflected in the intermediate level’s pop-
ulation which remains almost constant with some oscillations of negligible
amplitude. This behavior definitely indicates the coupling of the upper level
to the ground level via a “direct” two-photon process as described above.

Note again the “in phase” oscillations for the two lower levels. Choosing
d93 such that A > 0 (Fig. 6.6), the main part of the population is indeed
lost in the long-time limit. The difference between Fig. 6.5(a) and Fig. 6.6
is the detuning of the lower transition from the band-edge. In both cases
(623 = 2022/3, 693 = 4022/3), the behavior of a TLA in the long-time limit
is the same, i.e., the population is lost. For the ladder system, however,
we note an oscillatory behavior where part of the population is trapped to
the atom in the long-time limit for 625 = 2022/3 and complete decay for

093 = 4022/3. The “photon + atom” bound state formed due to the upper
transition becomes therefore metastable (see Sec. 4.3) as soon as dy3 is
chosen such that A(2) > 0. This is a conclusion that has been checked for
various detunings of the atomic transitions from the band-edge but with the
upper one always in the gap (612 < 0).

Gap with a Lorentzian Profile of DOS: We proceed now to the explo-
ration of the ladder system under the DOS (4.8) adopting the specific case
of p = 6. The corresponding spectral response for transition [ is of the form

I16
D(l) w) = L 6.13
L( ) o (w_wc)(;_l_:[‘(; ” ( )
where «; is the decay rate for transition [ in open space. Applying a uniform
discretization, we substitute the continuum for —207; < w — w. < 207,,
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Fig. 6.5: The population in the atomic states as function of time. The solid
line is for |1), the dashed line for |2) and the dot-dashed line for |3). Parameters:

Cy = 1.5C, (a) 813 = —2C2"% and 855 = 20273 (b) 61, = =207/ and 655 = 20777,

The time is in units of 012/3.
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Fig. 6.6: The population in the atomic states as function of time. The solid
line is for |1), the dashed line for |2) and the dot-dashed line for |3). Parameters:

Cy = 1.5Ch, 813 = —2C2/% and 653 = 4C2/%, The time is in units of C2/2,

by 150 discrete modes. The frequency w; corresponding to the j mode is
obtained by Eq. (5.6) and the corresponding coupling to atomic transition
lis

0 il I
G (w;) = o 1_(wj—wc)6+1“6 bw, (6.14)

where 6w =2 0.277, is the spacing between two discrete modes.

The rest of the mode-density, for w > w. + 2072 and w < w, — 2073, can
be treated perturbatively leading to a shift for the two upper levels. The
relative positions of the upper and lower transition frequencies can now be
defined with respect to the central frequency w. of the gap, in terms of the
detunings: 619 = wy —wy — w. and 023 = w9y — w3 — w,, respectively.

In Fig. 6.7, we present the evolution of the population in the states of the
ladder system as a function of time, for a particular combination of detun-
ings. As in the previous figures corresponding to the isotropic model, both
upper and lower levels exhibit non-zero steady-state population, as a conse-
quence of the “two-photon + atom” bound state. The oscillations, however,
in the atomic populations, which can be interpreted as interference between
the dressed states, are not present. It seems that this oscillatory behavior is
strongly related to the isotropic model. For the Lorentzian profile, the part
of the doublet that is pushed outside the gap, decays much faster than the
isotropic model would predict. From this we conclude that in the isotropic
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Fig. 6.7: The population in the atomic states as function of time. The solid
line is for |1), the dashed line for |2) and the dot-dashed line for |3). Parameters:
11 = 0.572, I' = v, 612 = 0.173, 623 = 0.372 and wyp = —wiow = 2072. The time is
in units of ;.

model, the “dynamic regime” which follows the initial transient regime and
is dominated by the emission and reabsorption of photons, or else the inter-
ference between the various dressed states, is much more pronounced than
in the Lorentzian model, or we would argue any model that does not exhibit
the highly peaked feature of the isotropic model. Without the concentration
of the DOS around a peak, the notion of dressed states is diluted. Never-
theless, the coherent superposition of states and the “two-photon + atom”
bound state persists even in this model. Atomic populations remain trapped
for long times, long compared to 1/7s.

6.3 Summary

We have investigated the dynamics of a ladder atomic system with both
transitions coupled to the same structured reservoir. This has been possi-
ble through the discretization approach. We have found that this system
supports a “two-photon + atom” bound state which leads to a fractional
population trapping in both of the upper states and the atom can be in a
superposition of the upper levels even in the long-time limit. In the presence
of the two photons at the site of the atom, we have shown that the atom has
two paths for the |1) < |3) transition, and found that a “direct” two-photon
process coexists with a stepwise one. Which of the two dominates is deter-
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mined mainly by the detuning of the upper transition from the band-edge.
We have further explored the persistence of this effect under a much more
relaxed forms of the DOS and shown that, although quantitatively modified,
the basic effect remains.



Chapter 7

Resonance Fluorescence at the

Edge of a PBG

In this chapter we elaborate on certain aspects of resonance fluorescence
in the context of PBG continua, by means of the discretization approach.
A TLA is driven by an initially populated near-resonant mode of the elec-
tromagnetic field, while simultaneously can decay into the other strongly
modified modes which are initially unoccupied. For an atomic transition in-
side the gap, a defect-mode must exist with a frequency close to the atomic
one. For the remainder of this chapter, we thus refer to the initially pop-
ulated mode as defect-mode. Propagating the wavefunction of the system,
we obtain results pertaining to the problem of two and three photons in
the reservoir, for various states of the defect-field. We additionally explore
the range of computational demands and applicability of the discretization.
In that spirit, we discuss the scaling of computational requirements with
increasing number of photons.

7.1 The System

We consider a TLA with ground (|g)) and excited (|e)) states whose energy
difference is w,. The atom is coupled to a continuum exhibiting a gap, as
well as an initially populated defect-mode of frequency wy. The Hamiltonian
for this system in the RWA reads

H = woOc +waalay + waiax + ga(ago™ + alo™)
N

+ Z gr(ayot —I-(ZJ/r\O'_), (7.1)
()

+

where ¢ are the usual atomic raising and lowering operators and o.. =

oto~. The field operators (ad,a;rl) and (aA,a;) correspond to the defect-

89
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mode and the PBG reservoir, respectively, which are coupled to the atom
via the respective coupling constants g4 and g,.

The defect-field, can be either in a pure Fock state or in a mixture. In
order to obtain the time-evolution of the system, we have to take into account
states beyond the one-photon sector of the reservoir. As the simplest case,
in the following section we consider the case of an initially excited TLA,
interacting with a defect-mode prepared in a Fock state and no photons
present in the PBG reservoir. We thus begin by considering the atom-field
state-vector |1(n,t)) that evolves in time from an initial state with a fixed
number of excitations in the system.

7.2 Defect-field in a Pure Fock State

7.2.1 One Fluorescent Decay

When only a single excitation is shared between the defect-mode and the
atom, the wavefunction for the system can be written as

|%(0,1)) = aole; 04,0) + bolg; 14, 0) + > bulg; 04, 1,.), (7.2)
o

where the states involved are product states and, for instance, |¢;04,1,) =
|g)|04)|1,,) where |04) is the zero-photon state of the defect-mode and |1,)
is an one-photon state of the reservoir.

The initial state-vector of the system is [1/(0,0)) = |e;0,0) and its evo-
lution can be obtained by the Schriodinger equation with the Hamiltonian
given by Eq. (7.1). We thus have,

. 1 1 1

g = zwoao + zgdbo + B Zgubw (7.3)
n

. 1 1

by = ;wdbo + ~9dco, (7.4)

. 1 1

b, = zwubu + ~9udo- (7.5)

Since the calculation involves one photon, it is amenable to standard tech-
niques such as the resolvent operator. Assuming, however, the defect-mode
initially prepared in a photon-number state |ng) with n # 0, several ex-
citations of the structured continuum are involved, and the discretization
approach is necessary for the investigation of the atomic dynamics.

7.2.2 Two and Three Fluorescent Decays

Considering the defect-mode initially prepared in the one-photon Fock state
(n = 1) and the atom excited, we have a total of two excitations and thus,
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the state-vector of the system reads,

[W(1,1)) = aole; 14, 0) + bolg; 24,0) + D> axle; 04, 1))

N
+> balgi Lo, 1) + D baulg; 04,1y, 1), (7.6)
X ,
(50)

where by, = b,

Let us first solve the problem in the context of the so-called isotropic
model, for which the spectral response of the continuum for the atomic
transition, is given by Eq. (4.9). Discretizing the near-resonant part of the
continuum in the way we have shown in Sec. 5.2.1, and after eliminating the
far off-resonant part, the equations of motion for the amplitudes entering
the wavefunction (7.6) and are associated with the discrete modes read

N
, 1 1 1
do = (b4 8a—5)ao+ 5V2gabo+ 5 Y G, (7.7)
7=1
. 2 1
by = zédbo + ;\/igdao, (7.8)
1 1 1 & 1
dj = ; (66 + (5]' — S) a; + zgdb]‘ + ; Z gkb]k + z\/igjbjjv (79)
k=
(ki)
. 1 1 1
bj = (& +00)bj + ~Giao + ~gaa;. (7.10)
. 1 1 1
bjk = (8, +8;)bjr + ~Gra; + ~Gjax, (7.11)
. 2 1
bj; = ;(Sjb]‘j + z\/igjajv (7.12)

where j,k are indexes over all discrete modes and for the corresponding
couplings we have G; = G, = G, with G being defined in Eq. (5.25), while
6j(k) = Wjk) — We and 6, = w, — we, 6 = Wy — we. Finally, the shift term 9
is the same with that in Eq. (5.26).

Solving this set of equations numerically, we may obtain the time-evolution
of the system. In Fig. 7.1, we plot the atomic population (dotted line), the
mean number of photons in the defect-mode (solid line) and the popula-
tions in the one-photon sector (dot-dashed line) and the two-photon sector
(dashed line) of the reservoir Hilbert space as functions of time, for various
couplings of the atom to the defect-mode. Both atom and defect-mode are
chosen to be slightly detuned from the band-edge frequency. Clearly, we
have an initial dynamic regime where the atom exchanges energy with both
the defect-mode and the PBG continuum. In this regime, part of the total
initial excitation is lost. On a longer time-scale, although the atom is not
fully excited, it seems to become transparent to the defect-field. Specifically,
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we see an exchange of energy (oscillation) between the defect-mode and the
one-photon sector of the reservoir. This oscillation must involve the atom,
since the defect-mode is not directly coupled to the reservoir, but is not re-
flected in the atomic inversion. As is evident in Fig. 7.1, although photons
are exchanged between the defect-mode and the reservoir through the atom,
after some initial time, the atomic population remains practically constant;
a rather surprising effect. Furthermore, a change in the magnitude of g4 in
relation to C?/3 does not seem to affect the atomic oscillations for larger
times, but it does affect the relative oscillations of the excitations in the
defect-mode and the reservoir, which are smoothed out with increasing g4.

The results we have just presented, have of course been tested for conver-
gence in terms of the number of discrete modes and limits of discretization.
In Fig. 7.2, for example, we plot the atomic population for various dis-
cretization parameters. Specifically, the dotted line is for a calculation with
50 modes (w,, = 10C%/?), the solid line is for 150 modes (w,, = 10C?/3)
and the dashed line is for 300 modes (w,, = 40C?%/?). As we can see, the
three lines are almost indistinguishable, while as we expected, in the long-
time limit the calculation for 50 modes exhibits revivals. One could easily,
however, have used 50 discrete modes, for a calculation tailored to a shorter
time scale, without loosing accuracy.

When the frequencies of both the atom and the defect-mode are pushed
further inside the gap, the atom does not become transparent to the defect-
field. As is depicted in Fig. 7.3(a), for couplings of the same order of
magnitude with the atomic detuning, the atom (solid line) exchanges energy
with the defect-mode (dot-dashed line) and the PBG continuum, even for
larger times. Note also that a significant part of the total initial excitation
(dashed line) remains trapped to the atom and the defect-mode. As the
coupling constant gy increases, however, the oscillations at larger times are
suppressed and we find less excitation trapping in the long-time limit.

In the language of dressed states, the coupling of the atom to the defect-
mode, as well as the interaction with its own localized radiation field, causes
a splitting of the atomic levels. A part of the dressed states is pulled into
the gap where it is protected from dissipation, while the other is pushed
away from the gap, towards the allowed part of the continuum. Hence,
any oscillations in the atomic population can be interpreted as interference
between these dressed states. In the long-time limit, the component outside
the gap will eventually decay. On the contrary, the stable dressed states
inside the gap are associated with a non-zero steady-state atomic population.
The coupling of the atom to the defect-mode determines the magnitude of
the splitting and thus the portion of the total initial excitation which remains
trapped to the atom and the defect-mode in the long-time limit.

The reverse case is depicted in Fig. 7.4, where the atomic and the defect-
excitations are plotted as functions of time for 6, = 64 = 3.0C2/3 and various
values of ¢g4. For this particular choice of parameters, the defect-mode lies
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Fig. 7.1: The evolution of the system (atom + defect-mode + continuum) is
plotted as a function of time. The dotted line is the population in the upper atomic
state. The solid line is the mean number of photons in the defect-mode, the dot-
dashed line is the population in the one-photon sector of the reservoir Hilbert space
and the dashed curve is the population in the two-photon sector of the reservoir
Hilbert space. Parameters: N = 150, wyy = 10C2/3, 6, = 653 = —0.1C?3; (a)
ga = 1.0C?/3,(b) gq = 1.5C/3,
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Fig. 7.2: The population in the excited atomic state is plotted as a function of
time. The solid line is the solution for N = 150, the dotted line is for N = 50 and
the long-dashed line is for N = 300. The insert shows a close-up of the long-time
behavior. Parameters: 8. = §; = —0.1C?/3 and gq = 1.5C2/3,

within the allowed band of the continuum. For relatively weak values of g4
[Fig. 7.4(a)], the excitation is lost in the long-time limit. As g4, however,
becomes comparable to the atomic detuning from the band-edge frequency
[Fig. 7.4(b)], the corresponding splitting is strong enough to push part of
the dressed states inside the gap, leading thus to non-negligible population
trapping. This behavior becomes more clear for even larger values of g4 [Fig.
7.4(c)], where about 25% of the total initial excitation remains trapped at
the atom and the defect-mode, in the long-time limit.

It is well known that in the isotropic model, the band-edge is associated
with an entire sphere, (k = |k.|) rather than a point. This leads to an
artificial divergence of the isotropic DOS for frequencies close to the band-
edge, which is also reflected in the corresponding spectral response [Eq.
(4.9)]. As we have seen, this sharp peak at the edge tends to exaggerate
certain effects, such as the existence of “photon + atom” bound state for
atomic transitions outside the gap. It is worth, therefore, investigating the
persistence of the above mentioned effects in the context of the Lorentzian
profile of DOS, with the corresponding spectral response given by Eq. (5.28).
Accordingly, the frequencies and the couplings of the discrete modes are
defined in Sec. 5.2.2, and the shift can be determined numerically.

In Fig. 7.5, we present results pertaining to an eighth order Lorentzian
profile DOS (p = 8). The population in the excited state of the atom (solid
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Fig. 7.3: The evolution of the system (atom + defect-mode + continuum) is
plotted as a function of time. The solid line and the dot-dashed line are the atomic
and the defect excitations respectively. The dashed line is the total excitation (atom
+ defect-mode). Parameters: N = 150, wyp = 10C2/3, 6, = 653 = —1.0C%/3; (a)
ga = 1.0C%3 (b) gq = 2.0C%/3, (c) g4 = 3.0C?/3.

line), the defect-excitation (dot-dashed line) and the excitation in the PBG
continuum (dashed line), are plotted as functions of time for 6. = w, —w, =
0.5v4, 64 = wg — w. = 0.5y, and gg = 1.57,. In contrast with the isotropic
model, the Lorentzian DOS is zero only for w = w.. As a result the dressed
states inside the gap do not persist for ever and the corresponding excitation
will eventually be lost (Fig. 7.5). The time scale on which this decay takes
place is determined by the width and the depth of the gap.

By means of the discretization approach, problems pertaining to more
than two photons in a structured reservoir of any DOS can be treated in
the same way. It should be noted, however, that the number of equations to
propagate scales roughly as N?, where N is the number of discrete modes
and ¢ is the number of excitations. Thus, the ultimate limitation of the
approach is determined by computer memory and CPU time. The wave-
function pertaining to a three-photon problem, for example, is of the form,

19(2,1)) = bolg; 34,0) + aole; 24,0) + > bjlgs 24, 1;)
J

+Y ajlerla, 1)+ > biklgila, 15, 1x)
! 25
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Fig. 7.4: The evolution of the system (atom + defect-mode + continuum) is
plotted as a function of time. The solid line and the dot-dashed line are the atomic
and the defect excitations respectively. The dashed line is the total excitation
(atom + defect-mode). Parameters: N = 150, wy, = 10C%/3, 6, = 64 = 3.0C?/3;
(a) ga = 1.0C*3, (b) g4 = 3.0C%3, (¢) g4 = 5.0C?/3.

+ D ajles 00,15, 1)+ > biwlg; 04,15, 15, 1) (7.13)
(K25) (13F53)

with the coefficients b;, a;; and by, being invariant under any permutation
of the indexes j, k,[. The Schodinger equation leads to a somehow enlarged
and more complicated set of differential equations for the amplitudes:

N
) 1 1 1
ap = ;(66 + 284 — S)ao + z\/ggdbO‘F ;Zgjij (7.14)
7=1
. 3 1
by = ;5db0 + z\/ggdam (7'15)
. 1 1§
a; = ;(66+6d—|-(5]—5)a]+22gkb]k
k=1
(k#37)
1 1
+z\/§gdb]‘ + z\/égjbjjv (7.16)
. 1 1 2
. 1 1 1 1
bir = 2(651 + b+ 6;)bk + T 9%k + zgka]’ + 2gjak (7.18)
1 gd

. 1
b]']‘ = -(6d + 2(5]‘)13]']‘ + 2\/§ng]‘ + 761]‘]‘, (7.19)

Y
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Fig. 7.5: The atomic excitation (solid line), the defect-excitation (dot-dashed
line) and the total excitation in the PBG continuum (dashed line) as functions of
time. Parameters: p = 8, I' = 74, wuyp = —Wiow = 2074, N = 150, 6. = 65 = 0.57,,

gqa = 1.574.
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| = o] =

1 V2
~(20% + 6 )brr; + zgjakk + TQk%‘ka

V3
03 + =G5,
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(7.20)

(7.21)

(7.22)
(7.23)
(7.24)

(7.25)

where j, k, l are mode indices over the discrete modes and 6. ;) = w;(x,1)—we-
Adopting the isotropic model for the description of the PBG continuum, the
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time-evolution of the system is shown in Fig. 7.6, where we plot again the
excitations for various couplings and detunings of the atom and the defect-
mode from the band-edge. The dynamics resembles that of the two-photon
problem, with the atom and the defect-mode exhibiting non-zero excitation
trapping in the long-time limit, while the atom becomes transparent to the
defect-field for detunings slightly inside the gap.

A further issue needs to be brought up here in connection with the
steady-state population of an atom initially prepared in its ground state
(|#(n,0)) = |g;n4,0)). Specifically, although the basic effects we have dis-
cussed so far remain practically the same (Fig. 7.7), the atom may exhibit
population inversion in the long-time limit. Such a case is depicted in Figs.
7.8(a) and (b) where the atomic inversion is plotted as a function of time,
for a defect-mode initially prepared in a 2- and 3-photon Fock state, respec-
tively. Clearly, although the defect-field is relatively weak, the atom can be
found inverted in the long-time limit. Such an inversion can not be obtained
in the context of resonance fluorescence in ordinary vacuum even for strong
driving fields. This is due to the fact that all three bands of the Mollow
triplet exhibit resonance fluorescence. For a PBG, however, one or more
of them can be found inside the gap, exhibiting thus negligible decay and
population trapping in the long-time limit. It is the combination of the cou-
pling (gq4) and the atomic detuning that conspire to produce this behavior
and consequently to lead the atomic system to a steady-state population
inversion in both Figs. 7.8(a) and (b). As g4 increases in relation to &,
the main part of the atomic population is lost in the long-time limit [Fig.

7.8(c)].

7.3 Defect-field in a mixture of Fock states

Up to now, we have discussed problems with a well defined number of exci-
tations in the system. It could be argued, however, that the assumption of a
defect-mode initially prepared in a pure Fock state is somewhat restrictive.
Although in recent years such initial conditions have become experimentally
realizable, at least in the context of CQED [12, 14, 91, 117], a general and
more usual condition would involve a defect-field with well defined statisti-
cal properties but not number of photons. In that spirit, the state of the
defect-field may be a superposition of Fock states,

o0

F) =3 ealna), (7.26)

n=0

where |ng4) is the n — photon state, or even a mixture. Although the number
of photons is then uncertain, the statistical properties of the field are well
defined with mean number of photons 7 and the photon-number distribution
P(n) = |c,|?, i.e., the probability of observing n photons. If the defect-field
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Fig. 7.6: The evolution of the system (atom + defect-mode + continuum) is
plotted as a function of time. The dotted line is the population in the upper
atomic state. The solid line is the mean number of photons in the defect-mode,
the dashed line is the population in the one-photon sector of the reservoir Hilbert
space, the long-dashed curve is the population in the two-photon sector of the
reservoir Hilbert space and the dot-dashed curve is the population in the three-
photon sector of the reservoir Hilbert space. Parameters: N = 50, w,, = 10C%/3;
(a) ga = C?/36, = 64 = —0.1C%3; (b) gq = 3C?3 6, = 64 = —1C?/3,
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Fig. 7.7: The evolution of the system (atom + defect-mode + continuum) is
plotted as a function of time. Initial state |¢)(n,0)) = |g;n4,0). (a) n = 2 and
parameters as in Fig. 7.1(b). (b) n = 3 and parameters as in Fig. 7.6(a).
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Fig. 7.8: The atomic inversion is plotted as a function of time for 6, = 64 =
—2.0C?/3, Parameters: (a) N = 150, Wup = 10C2/3, g4 =1.5C%*3, n =2; (b) N =
50, wyp = 1063, g4 = 1.5C*3, n = 3; ()N = 150, w,, = 10C%/3, g4 = 3.0C%/3,
n=2.
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is in a coherent superposition of Fock states (coherent state), the photon
probabilities follow the Poissonian distribution (3.20), while for a thermal
defect-field, the photon-number distribution is given by Eq. (3.22).

One of the properties of the Hamiltonian (7.1) is that each state-vector
|1(n,t)) evolves independently. As a result, if the combined system (atom
+ defect-mode + continuum) is initially prepared in a state of the form

o0

[2(0)) = D calio(n,0)) = [e)|£)]0),  P(n) = |eal, (7.27)

n=0

the probability of finding the atom excited at time ¢, is given by

(1) = 3 52 POo)l(es na, Rlu(n, ) (7.28)

R n=0

where the first sum (3_p) is over all possible states of the PBG reservoir while
the second one is over an infinite number of state-vectors for the defect-mode.
If, however, the average number of photons 7 in the defect-mode is small,
only terms involving small » will contribute significantly, making thus the
computation feasible, as far as demands of the necessary number of discrete
modes are concerned. Let’s consider now such a case where the defect-
field is initially prepared either in a coherent or a chaotic state with mean
number of photons 7 = 0.5. For this choice of mean number of photons, the
contribution of state-vectors with n > 3 in the sum is negligible. Adopting
the isotropic model of DOS, we have the time-evolution of each state-vector
|1(n,t)), for a total of up to three excitations and thus the evaluation of
|W(t)) is feasible. Figs. 7.9(c), (d) show the time-evolution of the atomic
population for a coherent and chaotic defect-field. Additionally, we plot the
atomic population [Figs. 7.9(a), (b)] of an initially excited TLA resonantly
coupled to a high-Q cavity-mode, which is given by

(0cc) = > P(n)cos® [Q\/n——l—lt] , (7.29)

where {2 is the intrinsic Rabi frequency.

It is well known that the superposition of periodic oscillations such as Eq.
(7.29), produces irregular fluctuations as is depicted in Figs. 7.9(a),(b). As
the driving field becomes stronger, i.e., the mean number of photons becomes
larger, the constructive interference between Rabi oscillations corresponding
to different photon-numbers leads to collapse of the oscillations, which for a
coherent state, will revive afterwards (see Sec. 3.4.2). Due to computational
limitations for the time being, we restrict ourselves to weak fields (7 < 1)
where such phenomena are not present. Even in this regime, however, the
atom with transition frequency at the edge of a PBG, exhibits substantially
different behavior from a TLA coupled to a high-Q cavity mode.



7.4 Summary 103

1.0

0.8

0.6

0.4

0.2

1

0.8

0.6

0.4

0.2

Atomic Populations Atomic Populations

5 10 15
CZ/3t

Fig. 7.9: (a) and (b): Population of an initially excited TLA interacting reso-
nantly with the thermal (a) or coherent (b) field of a high-Q cavity-mode. (c¢) and
(d): Population of an initially excited TLA with transition frequency close to the
edge of a PBG, interacting with thermal (c¢) or coherent (d) field of a defect-mode.
Parameters: N = 150, w,, = 10C%/3; 7 = 0.5, gg = 3C?/3 6, = 65 = —1C?/3,

Specifically, in contrast to Figs. 7.9(a),(b), the fluctuations in Figs.
7.9(c),(d) take place over short times. On a longer time scale the atom ex-
hibits non-zero steady-state population. This behavior is not related to the
so-called collapses in the Jaynes-Cummings model. On the contrary, as we
have discussed in previous sections, it is intimately connected to the exis-
tence of the gap. Even for larger mean number of photons, the population

trapping is expected to persist, since each state-vector |1/(n,t)) exhibits such
behavior [Figs. (7.3), (7.6)].

7.4 Summary

We have discussed the problem of resonance fluorescence in the context of
PBG continua by means of the discretization approach. An atom with tran-
sition frequency near the edge of a gap is driven by a defect-mode centered
at frequency inside the gap. Although the atom is coupled to a dissipative
environment, for a wide range of parameters we found excitation trapping in
the long-time limit, which persists even for atomic interactions with coher-
ent or thermal defect-fields. For moderate values of the atomic coupling to
the defect-mode, the atomic population may exhibit steady-state inversion.
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We have also investigated some of the these features in the context of a
Lorentzian, but still isotropic, DOS. For an atom and defect-mode slightly
detuned from the band-edge we found that after some initial time, the atom
becomes transparent to the defect-field. Although the defect-mode is not
directly coupled to the reservoir but only through the atom, photons are
exchanged between them while the atomic population remains practically
constant.



Chapter 8

Collective Behavior of Few Atoms

at the Edge of a PBG

In this chapter, we investigate the influence of the DDI on the radiative
dynamics of a collection of two closely-spaced identical, or non-identical,
initially excited TLAs. The atomic transitions are considered to be around
the band-edge frequency of a gap. We thus have a problem involving two
photons in a structured reservoir which can be solved by means of the dis-
cretization approach. Furthermore, a four-level configuration is adopted for
the interpretation of the numerical results.

8.1 The system

We consider a system of two initially excited TLAs (A and B), separated by a
distance R 4p. Both atoms are near-resonantly coupled to the edge of a PBG
continuum. We denote by [e4(p)) and |g4(p)) the excited and ground states,
respectively, of the atom A(B), whose energy difference (atomic transition
frequency) is wa(B)- As a model for the description of the PBG reservoir,
we adopt the isotropic DOS.

The near-resonant, fast-varying part of the continuum is treated using
the discretization technique with w,, being the upper cut-off frequency. The
frequency of the j discrete mode is then obtained by Eq. (5.21), where éw
is chosen sufficiently small, while the atomic couplings G4 g to each one of
the discrete modes are determined by the following set of equations,

GaGaN = /ww dWD(IA)(W)v (8.1)
GpGpN = /ww dWD(IB)(W)v (8.2)
GaGeN = / v dwMap(w, RaB), (8.3)

105



106 Collective Behavior of Few Atoms at the Edge of a PBG

where DgA’B)(w) is the spectral response of the PBG continuum for atom A
and B respectively,

(A,B)(w) _Casn O(w — w,)

T Jo—w.
and M4p(w, Rap), is the spectral response of the PBG continuum for the
system of the two atoms,

(8.4)

Crv O(w — we)

M R = 8.5

4B(w, RaB) Voo (8.5)

We denote by C'4(p) the effective coupling of the atom A(B) to the struc-

tured continuum, while the modified effective coupling of one of the atoms,

say A, due to the presence of the second atom (B) at distance R4p, is given
by

CMIT(TAB)\/CACB, (8.6)

where 7 45 is the normalized inter-atomic distance with respect to the band-

edge wave-vector. In the II atomic configuration, i.e., parallel atomic dipoles
and aligned perpendicular to the inter-atomic separation axis, 7(r4p) reads

(rap) = 3 [sin(rAB) N cos(r4B) B sin(r4nB) (8.7)

5 2 3
2 TAB TAB AR

According to Eq. (8.6), Cy differs from /C 4Cp by the factor 7(r4p),
and thus Eqgs. (8.1)-(8.3) can not be fulfilled simultaneously. For small
interatomic distances, however, 7(r45) &~ 1 and accordingly Cyy ~ /C4Cp.
From Eqs. (8.1)-(8.5) we then obtain

2C 4

gA ~ ﬂ\/ Wup — We, (88)

while the position-dependent coupling Gg, is given by
G = —Ga. (8.9)

The far off-resonant part of the continuum (w > w,,) can be treated
perturbatively. As a result of this elimination, the upper atomic level of

atom A(B) is shifted by

Gis) N
S = — 8.10
AB) = T (8.10)
towards the gap. We additionally have a coupling between the atoms due
to their interaction through the eliminated part of the continuum, which is
expressed by
_ GagpN

Wyp — We

Smr (8.11)
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We thus obtain the effective Hamiltonian in an interaction picture ro-
tating at the band-edge frequency w. (% = 1), for the description of the
radiative dynamics of the system

H=H,+Hpp + Har, (8.12)

where

N
H, = ((5,4 - SA)|€A><€A| + (53 - SB)|€B><€B| + Z(S]‘a}a]‘, (8.13)

i=1

is the unperturbed Hamiltonian of the combined system (atoms + field)
with é 4By = wa(B) — We, 6; = wj — we, while

Hpp = (Vap — Su) (leagn){eBgal + leBga){eagnl|) (8.14)

is the inter-atom interaction, with V4p being the principal value part of the
DDI integral for two atoms with transition frequencies close to the band-
edge. As we have discussed in Sec. 4.4 the dipole-dipole coupling approaches
its open-space value [Eq. (4.16)] for atomic transitions inside the gap, as
well as around the edge. For large inter-atomic separations, with respect
to the wavelength of the atomic transitions (rap > 1), 7(rap) ~ 0 and
Vip = 0 and thus the two atoms are independent. On the contrary, for
small inter-atomic distances (rap < 1), 7(rap) = 1 while V4p diverges as
1/r3 5.

The third term in Eq. (8.12) describes the coupling of each atom to the
near-resonant, fast-varying part of the continuum, which is modeled by N
discrete modes, and in RWA is given by

N
Har =) (gAa}|9A><€A| +Gpallgs) el + H.c.) , (8.15)

i=1

where the sum is over all discrete modes. The creation(annihilation) oper-
ator a}(aj) in Eqs. (8.13)-(8.15), pertain to the j discrete mode, which is

coupled to atom A(B) with coupling constant G 4(p).
The relevant states of the problem are of the form

|E> = |€A7€B;0>7
|AJ> = |€A79B;1j>7
1Bj) = lga,eBil)),
Gim) = 94,9815, 1), (8.16)
where, for instance, |g4,9B;1;,1m) = |94,98B)|1;,1,) denotes a state of

the combined system (atoms + field), where both atoms (A and B) are in
their ground states and two photons have been emitted into the structured
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reservoir, populating the modes j and m respectively. Accordingly, the
wavefunction of the complete system reads

[0(1) = aolE) + ) (a;|4;) + 0;1Bi)) + D CimlGim),  (8.17)
' (m2)
while, due to the fact that |G;,,) = |G, ;), we have C;,, = C,,;. Before
proceeding to the numerical results, it is worth discussing the problem under
consideration in the context of the so-called Dicke states.

It is evident from Eq. (8.14) that the DDI mixes only intermediate levels
of the combined system, involving the same field state, i.e., |e4, gp; 1x) and
|g4,ep; 1;). Diagonalizing thus the Hamiltonian in the absence of the atoms-
field interaction term (H 4r), and in the basis formed by the vectors (8.16),
we obtain a new set of eigenstates

|¢ee> = |€A7€B;0>7
)y = ey,
7y = ey,
[Vgg) = 194,9B31;, 1m). (8.18)

The symmetric (|1 (1)) and antisymmetric (]1»(7))) atomic states are

1)) = (Cli|€AagB> + Czi|gA,€B>) : (8.19)

and the corresponding eigenvalues are given by

(5A—|—(5Bj:R

b= =3 R=/(64 — 88)° +4V2,, (8.20)

where V45 = Vag — Sar. The coefficients in Eq. (8.19) are

2 178 (%)

o) = ll + A—*] RS - 1S (8.21)
Vip Vap

with AL = 0.5[(64 — éB) = R]. The system of the two interacting TLAs can

thus be treated as a single four-level atomic system of a cascade configura-

tion, with upper state |1..), intermediate states |¢(+)>, |¢(_)> and ground

state |¢,,) (Fig. 8.1).

Before proceeding to the investigation of the dynamics for the two ini-
tially excited TLAs, let us test the validity of the discretization in the con-
text of resonant DDI (see Sec. 4.4). Specifically, consider only one of the
atoms, let’s say A, initially excited and the other, which is identical to A, in
its ground state. The problem involves a single excitation (relevant states

|tee ), |¢;+)>, |¢](_)>) and is amenable to the resolvent technique. In Fig.
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Fig. 8.1: Schematic representation of the collective atomic states and the possible
transitions. The solid arrows denote the stepwise decay routes, while the dashed
arrows denote the two-photon transition. The corresponding detunings from the
band-edge frequency, as well as the shift of the symmetric and antisymmetric states
are shown.

8.2, we plot the population in the upper state of atom A, for transition fre-
quencies inside and outside the gap and two different values of V5. The
solid lines correspond to the solution obtained by the direct solution of the
Scrodinger equation, whereas the dashed lines correspond to the discretiza-
tion approach for 50 modes. Clearly, although a relatively small part of the
continnum has been discretized, the agreement with the exact solution is
very good. Since, however, the phenomenon under consideration, that is
DDI, results from virtual transitions, it is worth keeping a sufficiently wide
range of frequencies in our simulations, to obtain reliable results.

8.2 Equations of Motion and Results

The time dependence of the amplitudes in Eq. (8.17) is governed by the
Schrédinger equation with the Hamiltonian given by Eqs. [(8.12)-(8.15)],
from which we obtain

N
. 1 1
G = —(Aa+Ap)ao+ ;Z(gBa]‘—l-gAbj), (8.22)
7=1
1 1~ 1
- (Aa+6;)a; + ~Vapbj + ~Gpag
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Fig. 8.2: The population in the upper state of atom A. The solid line is the
exact solution and the dashed line corresponds to the discretization approach. Pa-
rameters: 50 modes, wyp = 1002/3; Cp=Ca=C,Cyn~C;(a)és=ép= 1C2%/3
and Vap = 4C?/3; (b) 64 = 6p = —3C*3 and Vap = 7C?/3.
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N
1 1
-I-z Z GaClim + ;ﬁgAij, (8.23)
()
. 1 1-~ 1
b, = 7 (Ap+6;)b; + 2VAB(1]‘ + ngao
1 X 1
‘|‘; Z gBC]‘m + z\/igBijv (8'24)
()
. 1 1
ij = ;(5] + 5m)C]m + z(gA(aj + am) + gB(bj + bTrL))v (8'25)
. 2 1
Cj; zéjij + ?ﬁ(g“‘% + GBb;), (8.26)

where j, m are mode indexes running over all discrete modes and A 4y =
64B) — Sa(p)- Throughout this section we restrict ourselves to the regime
of small inter-atomic distances where C'j; remains practically constant, i.e.,
Cu = /CaCp, while Vip increases rapidly as we reduce the inter-atomic
separation.

8.2.1 Non-Identical Atoms

The set of differential equations (8.22)-(8.26)is solved for 170 discrete modes

(wup & 13031/3,6@0 ~ 4.4 X 10_4031/3) and the results are presented in Fig.
8.3. We plot the population in the fully excited state (solid line), the sym-
metric state (dashed line), the antisymmetric state (dot-dashed line) and
the ground state (dotted line) of the system as functions of time, for various
atomic detunings from the band-edge frequency, and different inter-atomic
couplings.

In the picture of Dicke states, the system of the two TLAs resembles a
double ladder system (Fig. 8.1). From the known dynamics of a cascade
three-level atom with both its transitions at the edge of a PBG, we may
expect three different decay channels. Specifically, the system can make the
transition |1..) — |tby,) either via one of the possible stepwise processes,
ie., [ee) — [0 = Joby,) and [e.) — |907)) — [1b,,) (solid arrows in Fig.
8.1), or via a direct two-photon process (|1ec) — [1y,)) (dashed arrows in
Fig. 8.1). The latter case involves a collective decay of the system and the
corresponding effective detuning from the band-edge frequency is defined as
A2 = §4 + §5. Which of the three routes the system will follow to arrive
at |t,,) depends on the position of the upper transitions, |1..) — |¢(+)>
and [te.) — |¢(_)>, with respect to the band-edge frequency. Let 6, 6_ be
the relative detunings for |1..) — |¢(+)> and |th..) — |¢(_)>, respectively.
It can be shown that

b4 +6B - \/(5A —6p)° +4Vig

1)
+ 2 2 ’

(8.27)
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Fig. 8.3: The population in the Dicke states as function of time. The solid
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while the corresponding couplings to each one of the discrete modes read
Gt = (CligB + CSEQA) : (8.28)

with G4, Gg being defined in Eqs. (8.8) and (8.9). For the two remaining
(subsequent) transitions, |¢(+)> — |1by,) and |¢(_)> — [1y4), the relative
detunings from the band-edge are §_ and ¢, respectively.

Clearly, both 61 depend on the DDI which, for given atomic detunings
(6A(B)), is the one that determines the atomic dynamics. For instance, if
both atomic detunings 6 4(p) are positive or negative and ‘N/jB < 646p, 64
are also positive or negative respectively. This means that all transitions in
the four-level configuration are inside or outside the gap. In the latter case,
the system exhibits open-space behavior while in the former, all transitions
are suppressed. On the contrary, if ‘N/IZB > 640p, irrespective of the atomic
detunings, we have §_ > 0 and 6, < 0. The transitions |1..) — (7)) and
|¢(+)> — |1,4) therefore, are in the allowed part of the continuum, while
|thee) — |¢(+)> and |¢(_)> — |tb44) lie inside the gap.

In Fig. 8.3(a), we plot the populations in the Dicke states for 64 = 2C

b = —2031/3 and ‘N/AB = 5031/3. First of all note that for this particular
choice of parameters, ‘N/IZB > 6465 and A = 0. Hence, the two-photon
process dominates over the channel |1)..) — |¢(+)> — |t44), which is sup-
pressed since its upper transition is inside the gap (64 < 0). In analogy to
the coupling of a cascade three-level atom to a PBG reservoir (Chap. 6), our
four-level system evolves in time as if the fully excited state were coupled to
the symmetric state via a single-photon process and simultaneously coupled
to the ground state via a direct two-photon process. We have thus a counter-
intuitive evolution of the system which is expressed through the oscillations
in the populations of |..), |¢(+)>, |thgg). On the other hand, the direct
two-photon transition compete with the alternative stepwise decay route

2/3
A

(|¢66> — |¢(_)> — |¢gg>), which leads the system to a nearly exponential

decay into |¢(_)> and finally the formation of a “two-photon + two-atom”
bound state due to the fact that 6, < 0. The oscillations between the pop-
ulations in [(7)) and |1hge) stem from the emission and reabsorption of
photons in the transition |¢(_)> — |tb44). If the atomic detunings are chosen
such that both A(), §_ > 0, the oscillations between the populations of |thee)
and |1,,) disapear, indicating that the two-photon transition lies outside the
gap, whereas the oscillations associated with the transition |¢(_)> — |tgg)
persist. Such a case is depicted in Fig. 8.3(b).

Choosing both atomic transition frequencies being well inside the gap
and for relatively large values of V4p, all the decay channels are practically
forbidden (Fig. 8.4). In fact, the only allowed transition in our system is
|thee) — |¢(_)>, which falls in the allowed part of the continuum and as such,
is purely Markovian and involves an exponential decay. Thus, the system
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Fig. 8.4: The population in the Dicke states as function of time. The solid
line is for |t)..), the dashed line for [)(1)), the dot-dashed line for [1)(7)) and the
dotted line for |¢,,). Parameters: Cp = 1.5C4, 64 = —1003‘/3, bp = —803‘/3 and

Vap = 1503‘/3. The time is in units of C’i/s.

will eventually end up in a purely antisymmetric atomic state of the form

) = alea,gB) + Blga, eB), (8.29)

where there is no entanglement between the atoms and the field. Let F be
the fidelity of the final state with respect to |¢(_)>.

As long as the DOS is zero over a range of frequencies and 6, <« 0,
the state of the atomic system in the long-time limit will be |¢f) = |p(=)y
(F = Fiuae = 1) (Fig. 8.4). Furthermore, under such conditions, the two
atoms will be entangled forever, which mathematically implies ¢t — oco. In a
real photonic crystal, however, the gap involves a range of frequencies over
which DOS is several orders of magnitude smaller than its open-space value.
As a result, the life-time of |1¢) is finite, while due to losses via the channel
[ee) — [ — |ih,,), the final state diverges from |¢(7)) (F < Fpuur)-
Nevertheless, even in this case, the decay rate for the transitions |¢..) —
| and () — |1h44) is much smaller than open-space decay rate (since
p(é4) < po), and thus F ~ F,,,, while the time scale over which the atomic
system remains trapped in |¢f) can be so long that for all practical purposes
is equivalent to ¢t — oo.

Another point which should be also noted here is the dependence of the
coefficients ' and (') in |¢(_)>, on the inter-atomic coupling as well as
the atomic detunings [Eq. (8.21)]. Hence, to prepare a desired entangled
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state of the atoms, one actually needs a mechanism that controls either the
inter-atomic separation or one of the atomic detunings, with the latter one
being more feasible. For instance, one possibility is to use an external weak
laser field with frequency outside the gap, which couples the upper state
of one of the atoms, off-resonantly to higher atomic states. In this way
we avoid population transfer to higher atomic levels, while simultaneously
we are able to tune the atomic transition frequency, with respect to the
band-edge. Alternatively, the same result can be achieved by means of an
external static field. In conclusion, if we are able to control losses as well as
the perfection of the gap, we may then have a way to entangle non-identical
atoms in a controllable way.

8.2.2 Identical Atoms

Let’s consider now the case of two identical atoms, i.e., ('y = Cp = C,
b4 = 0p = b.. The symmetric and antisymmetric atomic states read

)y = %u%gm T lgaren)). (8.30)

while the couplings G4 are given by

Gy = % (Gs + Ga). (8.31)

and using Eqs. [(8.6)-(8.9)], we obtain
=
V2

For small inter-atomic distances we thus have G_ &~ 0, which means that
the antisymmetric state |¢(_)> is decoupled from the initially excited state
|tee) and the four-level atomic system (Fig. 8.1) is effectively reduced to
a three-level cascade with states |i)..), |¢(+)> and [¢,,). In other words
the evolution of the atomic system is restricted to a Hilbert subspace which
involves only symmetrical superradiant, at least in open space, states.

The detunings for the upper and the lower transitions from the band-
edge frequency, are 6, and 6_ respectively and are given by 61 = 6, F VaB.
Clearly, the effect of the dipole-dipole coupling is to shift the intermediate
level towards the gap. Although in open space such shifts are responsible for
the so-called frequency chirping effects in superradiance emission, their role
near the edge of a gap seems to be rather crucial. In particular, they may
be associated with suppression or enhancement of the collective decay. For
relatively large values of the inter-atom coupling, (VAB > ¢.), the behav-
ior of the system, resembles that of a single cascade three-level atom with
both its transitions near resonantly coupled to the edge of a PBG (Chap.
6). Specifically, for 6; < 0 and A < 0 we expect the formation of a

Gr = —=0a(r(r) £ 1). (8.32)
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“two-photon + two-atom” bound state which is associated with fractional
population trapping in both upper levels, as well as a counterintuitive co-
herent evolution of all three levels. On the contrary, if A(2) > 0 a collective
decay of both TLAs takes place.

On the other hand, for small interatomic coupling, i.e., Vap < 6. the
dipole-dipole shift is negligible and the collective atomic levels are practi-
cally equidistant leading to problem of superradiance at the edge of a PBG.
Introducing the Dicke notation, the Hamiltonian for the system in RWA and
in the context of discretization, reads

H=(w,—95)J.+ Zwkazak + ng(aLJ_ +apJT), (8.33)
k k

where the macroscopic atomic dipole and inversion operators (J*,.J.) have
been defined in Sec. 3.7, while the shift terms stem from the adiabatic
elimination of the off-resonant modes. Accordingly, the wavefunction of
the total system can be written in terms of the Dicke states |1, m), where
m € [-1,1], as

[9(0) = bol1, )]0} + D _bi[1,0)[15) + 3 binll, —1)I1;, 1) (8:34)
J 3
(n27)

with b;, = b,,;, and from Schrodinger equation we obtain:

N
iby = (6= )b+ V2 Gjb;, (8.35)

7=1

. N
ibj = (8;— S)b;+2Gb;; +V2 D Gubj + V2Gib,,  (8.36)
(nd)

ibjn = (=8 4 8; +8,)bjn +V2G;b, + V2G,b;, (8.37)
th;; = (=6 +26;)b;; +2G;b;, (8.38)

where j, n are indexes over all discrete modes, while all transitions |1, m) <
|1, m+£1) are identically coupled to each one of them with a coupling constant
given by Eq. (6.9) and w,,, is the upper limit of the discretized part of the
DOS. The detunings are defined with respect to the band-edge frequency,
while the shift term S can be obtained from Eq. (5.19). It is worth noting
here the appearance of the factor v/2 in front of the couplings in Eqs. (8.35)-
(8.38), which indicates that the collective radiative decay rate for the two-
atom superradiant system in the isotropic PBG model is 22/3 times larger
than the decay rate of each individual atom. Propagating Eqs. (8.35)-(8.38),
for N = 50 we obtain the evolution of the initially excited system.

In Fig. 8.5(a), we plot the atomic inversion (.J,) as a function of time
for various detunings of the atomic resonant frequency from the band-edge.
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For detunings far outside the gap (solid line), the dynamics resemble that
of a superradiant system in open space; that is the system has completely
decayed in the long-time limit. For detunings inside the gap, however, we
note a substantially different behavior (dashed and dot-dashed line). After
an initial transient regime where part of the population is lost, the super-
radiant behavior is turned-off and thus a significant part of the total initial
excitation remains bound at the atoms, in the long-time limit. The atomic
excitation at each time is given by

(of o7 + o 07) = 2lbol> + 3 ol (8.39)
k

where o7 (07 ) and o (05 ) are the raising(lowering) atomic operators.

The quantum correlation between the two atoms (1 and 2), as is deter-
mined by (o705 ), is plotted in Fig. 8.5(b). In open space, the correlation
increases from zero at t=0 to a maximum value as the system cascades down
the ladder of Dicke states. The maximum value corresponds to half-excited
system and as the system keeps cascading down the ladder, the correlation
between the atoms goes to zero. In the PBG case, however, the atoms are
correlated in the long-time limit, with the degree of the final correlation
being dependent on the atomic detuning from the band-edge. Note also
the oscillatory behavior of both inversion and correlation, instead of the ex-
ponential decay of open space. Apparently, the behavior of the collection
has the main features of the single atom dynamics at the edge of the gap.
These oscillations stem from the strong interaction of the ensemble with its
own localized radiation which leads to vacuum Rabi splitting of the atomic
levels. As we have already discussed, in the isotropic model of DOS these
oscillations are more pronounced than any other DOS model.

8.3 Summary

We have studied the radiative dynamics of two nearby TLAs interacting with
a PBG continuum. Both atomic transitions have been considered to be near
the band-edge frequency. A four-level configuration has been adopted for
the description of the system. In analogy to a cascade three-level atom,
the localization of the two emitted photons at the site of both atoms, leads
to a competition between the two stepwise decay paths and the “direct”
two-photon process. The dipole-dipole interaction has been shown to play a
pivotal role in this competition. We have further found that the generation
of any pure antisymmetric state of two non-identical atoms is possible. For
two identical TLAs, the dynamics of the atomic superradiant system for
atomic transitions inside the gap, is substantially different than in open
space, in terms of the inversion as well as the correlation between the two
atoms. Specifically, the system reaches a stable state in the long-time limit
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Fig. 8.5: The inversion (a) and the correlation (b) between the two atoms are
plotted as functions of time, for various detunings from the band-edge: §, = —3C?%/3
(dashed line), §. = —1C?%/3 (dot-dashed line), 6. = 3C?/3 (solid line). Parameters:
N =50, w, = 10C?%/3,
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where a significant part of the excitation remains bound at the atoms. As a
result the atoms are correlated with degree of correlation being dependent
on the atomic detunings from the band-edge frequency.
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Chapter 9

Epilogue

9.1 Thesis summary

The main theme of this thesis is the interaction of small quantum systems
with structured radiation reservoirs. This is a problem which emerges in
many contexts of physics and the fundamental difficulty in its formulation
stems from the invalidation of standard approximations. In particular we
focused on the behavior of atomic systems with few quantal degrees of free-
dom, embedded in PBG materials. Mathematical difficulties had limited
relevant investigations to problems involving one-photon fluorescence in the
structured photonic continuum. In order to overcome the shortcomings of
the Born and Markov approximations and thus be able to deal with multiple
excitations in the structured reservoir, in Chap. 5, we proposed and imple-
mented the discretization approach. The idea rests upon the substitution
of the near-resonant strongly varying part of the continuum, by a relatively
large number of discrete modes. The information about the structure of the
continuum is thus incorporated, either in the couplings or the frequencies of
these modes. The far off-resonant part of the continuum can be treated per-
turbatively, while the atomic dynamics can be obtained through the direct
solution of a number of coupled differential equations for the amplitudes en-
tering the wavefunction of the total system. Armed with the discretization
technique, we then proceeded to address problems beyond single photon-
emission at the edge of a PBG continuum.

Specifically, in Chap. 6 we investigated the dynamics of a ladder atomic
system with both transitions coupled to the same structured reservoir and
we found that this system supports a “two-photon + atom” bound state
which leads to a fractional population trapping in both of the upper states.
In addition we have shown that due to the localization of two photons at
the site of the atom, a “direct” two-photon process coexists with a stepwise
one. Which of the two dominates is determined mainly by the detuning of
the upper transition from the band-edge.

121
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In Chap. 7, we elaborated on certain aspects of resonance fluorescence
close to the edge of a PBG. An atom with transition frequency near the
edge of a gap is driven by an initially populated defect-mode centered at
a frequency inside the gap. Irrespective of the state of the defect-field, the
splitting of the atomic levels due to the coupling between the atom and the
defect-mode, may lead to a significant excitation trapping in the long-time
limit, while the atomic population may exhibit inversion. Furthermore, if
both atom and defect-mode are slightly detuned from the band-edge we have
shown that after some initial time, the atom may become transparent to the
defect-field.

Finally, in Chap. 8, we studied the radiative dynamics of two nearby
TLAs interacting with a PBG continuum. In analogy to the ladder system,
the localization of the two emitted photons at the site of both atoms, leads
to a competition between the stepwise decay path(s) and the “direct” two-
photon process. The dipole-dipole interaction has been shown to play a
pivotal role in this competition, and accordingly in the enhancement of
the collective atomic decay. On the other hand, dipole-dipole interaction
may lead the atomic system to a pure antisymmetric state. If both atomic
transitions lie far inside the gap, the system reaches a stable state where a
significant part of the excitation remains bound at the collection and the
atoms are correlated in the long-time limit.

9.2 Outlook

To the best of our knowledge, no experiments probing the atomic dynamics
in PBG structures have been carried out so far, since large-scale PCs exhibit-
ing full 3D band gap in optical regime are not available yet. There have been
only some experimental verifications of inhibition and suppression of fluores-
cence by dye molecules embedded in opal structures [93, 99, 106, 129, 132].
For this reason, throughout this thesis we have not considered any specific
atomic transition or a real DOS for the photonic continuum and our studies
had a model character. Nevertheless, as we have alluded to Sec. 4.1, the
LDOS (the DOS at the location of the atom) is the one that is expected to
play a pivotal role in any quantum optical experiment and not the total DOS
[112]. Furthermore, even if the existed PCs do not exhibit a full PBG, their
LDOS may exhibit pseudogaps as well as Van-Hove singularities, providing
thus the appropriate “colored vacuum” for many of the novel phenomena
we have discussed to be observed. It is thus likely that the first quantum
optical experiments will be performed in the near future and at that time,
in order to compare theory with experiment, realistic parameters for both
the atom and the photonic DOS will be necessary.

From that point of view, discretization is a rather promising approach,
in the sense that it allows a direct incorporation of realistic band-structure
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calculations into investigations of the dynamics of atoms embedded in PCs.
Specifically, the coupling constants and frequencies corresponding to each
one of the discrete modes can be obtained from band-structure calculations
and thus the discretization provides a way of interpreting experimental re-
sults. On the other hand, as we have shown in this thesis, the discretization
is capable of handling at least few photons in structured radiation reservoirs
of any DOS. The limitation on the number of photons that can be treated
through the discretization comes from purely computational considerations,
at least in the present form of the approach. Whether an alternative form
may improve the efficiency and the accuracy of the approach in terms of the
CPU time and computer memory, remains to be seen.

The doors are, therefore, open for the development of new theoretical
methods, and the improvement of the already existing ones, to deal with
many-excitation non-Markovian problems in the context of radiation reser-
voirs of any DOS. As we have seen, by adding one and two photons to the
systems we have discussed in this thesis, a variety of unexpected phenomena
has emerged. We may thus say with certainty that their many-photon exten-
sion will introduce considerable further richness in the behavior of few-level
atomic systems coupled to strongly modified radiation reservoirs.
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Appendix A

Application of QMC and QSD

A general idea of QMC and QSD methods has been given in Chap. 3. In this
appendix, we apply the methods to the problem of resonance fluorescence
by a single TLA, in open space [81]. The atom-laser Hamiltonian in an
interaction picture rotating at the laser frequency and in RWA is:

Y]
Hs = Aro, + E(O'-I_ +07), (A.1)

while we have only one Lindbland operator L' = /7,071, where 7, is the
atomic decay rate, and the master equation describing the dynamics of the
system is given by Eq. (3.74). Let’s assume that the combined system (atom
+ field) at time ¢ is described by the wave function

[9(1)) = (acle) + aglg)){02}), (A.2)

and let dt be a time interval such that dt << ;1,071 ,Azl. This ensures
that at most one photon can be emitted within this interval.

In the context of QM C approach, the wavefunction at time ¢ 4 dt can be
obtained by evolving |/(?)) during the interval d¢, with the non-Hermitian
Hamiltonian

Z;a oto™. (A.3)

Hy =Hs —

Simultaneously, we compare the probability of having spontaneous emission
during dt, which is dp = 7,|a.|?dt, with a random number ¢ uniformly
distributed within [0, 1]. We have thus two possibilities:

o If dp > ¢, the new normalized wave-function at ¢ + dit is

e (1))

ot 4 ) =

(A.4)

o If ¢ < dp a quantum jump occurs which is associated with the projec-
tion of the wavefunction onto the ground state |g) and the detection of
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Fig. A.1: The population in the upper state of a two-level atom, driven by
a classical field is plotted as function of the dimensionless time 7,f. The solid
line corresponds to the solution obtained by a master equation. The dotted and
dot-dashed lines correspond to the solutions obtained by QSD and QMC methods
respectively, for 1000 simulations. The insets show the solutions obtained by a
single simulation. Parameters: = 5v,, Ay = 0.

a photon. Assuming that after each gedanken measurement the photon
is annihilated, the wave-function at ¢ 4+ dt reads

4t + db)) = [g)[{0:})- (A.5)

The QSD equation for the problem at hand reads,
d a - - . —
AU~ it + Lofotom + o)) + [ Lo lwn)e,
(A.6)

where d¢ is a complex differential random variable such that
(d€) = 0 = (d€?), (dede™) = 2dt. (A7)

As in the QMC method, Eq. (A.6) does not preserve the norm and thus the
state vector [1(t)), needs to be renormalized at each step. In Fig. A.1, we
show the convergence of the QMC and QSD methods with respect to the
result obtained by the master-equation approach.



Appendix B

A Photonic Band-Gap in the

Scalar Approximation

The propagation of a monochromatic electromagnetic wave in an inhomoge-
neous, non-dissipative dielectric medium is governed by the following equa-
tion
w? w?
~V?E+V(V-E) - FarE=¢

C—ZE, (B.1)
where w and ¢ are the frequency and the speed of light in the medium, whose
dielectric constant has been written as its average value €, plus a fluctuating
part, i.e., €(r) = €+ €f(r), while ¢(r) > 0. The term ‘;’—226 on the right
hand side of Eq. (B.1) can be viewed as an energy eigenvalue, whereas the
term ‘*C’—jq(r), as a “potential”. From this point of view, Eq. (B.1) is the
electromagnetic analogue of the Schrodinger equation.

Let us consider now an 1D crystal, consisting of periodically arranged
dielectric scatterers of radius a¢ and refractive index n. Setting € = 1, the
wave-equation (B.1) reads

—V2(2) + ®(x)(x) = 2 v(@), (B.2)

where ®(z) = —‘*C’—;q(w) is the periodic ”"potential”, and

ef(z) = Z u(z — ml), (B.3)
with I = 2a + b being the lattice constant and
() = n? -1, |z|<a (B.4)
] o, otherwise. '

The “potential” can thus be viewed as a sequence of “potential-barriers”
u(z), of width 2a (Fig. B.1). Restricting ourselves to a unit cell of the
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Fig. B.1: The periodic “potential” in the isotropic model

crystal, the wave function can be written as

Aettt Be‘mx, r < —a
P(x) =4 Ce™ 4 De™™ 7 |z <a (B.5)
Fet® 1 Fe_“”’, T >a

where kK = w/e and k' = nw/ec. According to the Floquet theorem, ¢ (z)
must satisfy the following relation

o+ L) = (o), (B.6)
for suitable k& and accordingly

dp(x + L) ypdy(z)
e (B.7)

Furthermore, both ¢ (2) and dv/dz must be continuous at # = +a. Applying
all these conditions, we may obtain the coefficients entering the wavefunc-
tion, as well as the following transcendental equation:

2
cos(kL) = cos <2naw) cos (b_w) A 1sin <2naw) sin (b_w) , (B.8)
c c 2n c c

which for b = 2na can be solved analytically, yielding the dispersion relation
for the 1D crystal,

. l‘*"cos(%a(l tn)+ (1 n)zl - (8.9)

WE = M@TCCOS (1 n n)
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various decay rates of the excited state |2): y; = 0 (solid line), y; =
0.1C%/3 (dotted line), y2 = 0.3C?/3 (dashed line), y2 = 0.5C?/3,
(dot-dashed line). . . . . . . . . ... oo
Spectrum for the photon emitted in the upper transition of a ladder
system for various detunings of its frequency from the band-edge,
12 = wig —we: b12 = 5C?3 (solid line), 615 = 10?/3 (dashed line),
812 = 0 (dot-dashed line). The linewidth of state |2) is vz = c?3, .
The population in the upper state of the initially excited atom (solid
line) and the total excitation in both atoms (dot-dashed line) are
plotted as functions of time for §. = —3C?%3, Cy = 0.8C and
for various values of Viz: (a) Vip = 1C2/3, (b) Vizg = 3C2/3, (¢)
Vie =TCH3. o
The population in the upper state of the initally excited atom (solid
line) and the total excitation in both atoms (dot-dashed line) are
plotted as functions of time for §. = 3C%/3, Cyy = 0.8C and for
various values of Vig: (a) Vig = 1C2/3, (b) Viz = 3C2/3, (¢) Vizg =
O3, e

The population in the upper state of a two-level atom coupled to
a cavity reservoir, is plotted as function of the dimensionless time
vct. The solid line is the solutions obtained using pseudomodes for
w, = w, and v, = 47.. The corresponding discretization solutions
are: (a) dotted line: N = 20 and wyp = —wiow = 27,5 (b) dot-
dashed line: N = 20 and wyp = —wiow = 3.57.; (¢) dashed line:
N=30and wyp = —Wiow =4Ye. + « v v v v o oo
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The discrete modes in relation to the simulated number of states.

The population in the upper state of a two-level atom is plotted as
function of the dimensionless time C%/3¢. The solid line is the exact
solution for 6, = 0. The corresponding discretization solutions
are: (a) dotted line: N = 50 and w,, = 10C?/3; (b) dashed line:
N = 150 and wy, = 10C?/3; (c) dot-dashed line: N = 500 and
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Wyp = 111C?/3. The insert shows a close-up of the long-time behavior. 69

The population in the upper state of a two-level atom is plotted
as function of the dimensionless time 7,¢. The solid lines are the
solutions obtained using pseudomodes for 6, = 0 (thick line) and
6. = %’ya (thin line), respectively. The corresponding discretization
solutions are: (a) dot-dashed line: N = 100 and wyp = —wiow =
107y,; (b) dotted line: N = 150 and wup = —wiow = 20745 (¢)
dashed line: N = 300 and wyp = —wiow = 307,. Parameters:
D=7, p=6. . o o o e
The population in the upper state of a two-level atom is plotted as
function of the dimensionless time 7., for various detunings of the
atomic transition from the mid-gap frequency. Parameters: p = 8,
I' = 2v,. Discretization parameters: N = 1000 and wyp, = —wiow =
1007a.  « o e e e

(a) The population in the upper state of a two-level atom is plotted
as function of the dimensionless time v, for 6. = 0, p = 8 and
various widths of the Lorentzian gap. (b) The logarithmic plot
of the population. The solid line corresponds to the open-space
behavior. Discretization parameters: N = 500 and wy, = —Wiow =
5

(a) Schematic representation of the atomic system and the possible
transitions. (b) The upper state simultaneously coupled to the in-
termediate state and the ground state via a single- and two-photon

process respectively. . . . . .. . L Lo Lo oo

The population in the atomic states as function of time. The solid
line is for |1), the dashed line for |2) and the dot-dashed line for
[3). Parameters: Cy = 1.5CY, 612 = —022/3 and 823 = 0. The time
is in units of 012/3. .........................

The population in the atomic states as function of time. The solid
line is for |1), the dashed line for |2) and the dot-dashed line for
[3). Parameters: Cy = 1.5CY, (a) é12 = —2022/3 and 623 = 1012/3;
(b) 812 = —2C2/% and 8,3 = 1C2/3, The time is in units of C7/°,
The population in the atomic states as function of time. The solid
line is for |1), the dashed line for |2) and the dot-dashed line for
[3). Parameters: Cy = 1.5CY, (a) é12 = 1022/3 and 623 = —1012/3;
(b) 615 = 2C2"% and 655 = 3C?/%. The time is in 1nits of C}/%,
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line is for |1), the dashed line for |2) and the dot-dashed line for
|3). Parameters: Cy = 1.5C, 612 = —2022/3 and 623 = 4022/3. The
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The population in the atomic states as function of time. The solid
line is for |1), the dashed line for |2) and the dot-dashed line for
|3). Parameters: y; = 0.572, I' = 72, 612 = 0.173, 23 = 0.3v; and

Wup = —Wiow = 2072. The time is in units of yo. . . . . . . . . ..

The evolution of the system (atom + defect-mode + continuum)
is plotted as a function of time. The dotted line is the population
in the upper atomic state. The solid line is the mean number of
photons in the defect-mode, the dot-dashed line is the population in
the one-photon sector of the reservoir Hilbert space and the dashed
curve is the population in the two-photon sector of the reservoir
Hilbert space. Parameters: N = 150, w,, = 100213, 6, = 64 =
—0.10%/3; (a) ga = 1.0C*3, (b) g = 1.5CH3. . . ... ... ...

The population in the excited atomic state is plotted as a function
of time. The solid line is the solution for N = 150, the dotted line
is for N = 50 and the long-dashed line is for N = 300. The insert
shows a close-up of the long-time behavior. Parameters: 6, = 65 =
—01C%3 and ga=1.5C33. . ..

The evolution of the system (atom + defect-mode 4 continuum) is
plotted as a function of time. The solid line and the dot-dashed line
are the atomic and the defect excitations respectively. The dashed
line is the total excitation (atom + defect-mode). Parameters: N =
150, wy, = 10C%/3) 6, = 65 = —1.00%/3; (a) g4 = 1.0C?/3, (b)
ga=20C%3 (c) ga=3.0C*3 . . .. ... ... ... .. ...

The evolution of the system (atom + defect-mode 4 continuum) is
plotted as a function of time. The solid line and the dot-dashed line
are the atomic and the defect excitations respectively. The dashed
line is the total excitation (atom + defect-mode). Parameters: N =
150, wyp = 10C%3, 8, = 65 = 3.0C%3; (a) g4 = 1.0C*3, (b)
ga=3.0C%3 (c) ga=50C3 . . ... ... .. ... ...

The atomic excitation (solid line), the defect-excitation (dot-dashed
line) and the total excitation in the PBG continuum (dashed line) as
functions of time. Parameters: p = 8, ' = 7,4, wup = —wiow = 2074,
N =150,6.=84=05v, ga =157 - -« « « « v« ...
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