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Abstract

In this thesis, coherent population trapping (CPT) is studied in two real-world systems: atomic
sodium vapor and a quantum well structure. A series of spectroscopic studies were carried out in
the atomic system to understand how CPT behaves in a non-idealized environment. In addition, a
feasibility study is carried out to seek a solid state environment to facilitate the design of practical

devices based on the process of CPT.

The first system used to study CPT is sodium vapor (the “real atom”). Even though sodium is a
multi-level system, the spectral features and the parameters that govern them are found to be similar
to those of the idealized three-levklsystem. For example, in both the idealized model and the
actual atomic system, the ground state decoherence rate determines the width of the resonance as
is demonstrated experimentally. The inclusion of Doppler broadening and propagation effects, and
the impurities in the vapor, are found to weaken the strength of the CPT resonance. The presence
of additional levels, which can either be virtual or real, permits additional concurrent processes to
occur that enrich the spectrum. These concurrent processes are coherent Raman scattering, other
wave mixing processes, crossover resonances, and optical pumping. Coherent Raman scattering can

even invert the induced transparency feature of CPT into an induced absorption feature.

In spite of these complications, CPT has great potential for technologically advanced applica-
tions, with the example of frequency conversion being demonstrated here. As a medium for these

applications, semiconductor systems are more practical than atomic sodium.

The second system studied is a quantum well structure (the “artificial atom”), designed to mimic
a A configuration suited for observing CPT. Novel use of various aspects of band engineering and
structure design is utilized to achieve such a configuration. An AlIAsSb/InGaAs/AlGaAsSb ternary-

quaternary alloy system is used to createlgland well structure. By employing intersubband
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transitions only within the conduction band, a single carrier-type system is achieved. It is predicted

that CPT can still be observed even with the added complexity of this semiconductor system.
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1 Introduction

Quantum mechanics has brought scientist to a new level of knowledge about the environment around
us. The contributors to quantum mechanics includes Max Planck [1], Neils Bohr [2], Albert Einstein
[3], and Paul Dirac [4], among others. Many unexplained observations in the early twentieth century
were described by quantum mechanics. As scientists got a better grasp of their environment, many
more quantum mechanical phenomena were observed and studied. Quantum interference is one

class of such diverse phenomena.

Quantum interference encompasses many processes in a variety of environments. In particu-
lar, there are two related processes that will be studied in detail. These are electromagnetically
induced transparency (EIT) and coherent population trapping (CPT) . These interference effects are
related to the Fano interference [5] which requires coupling to a continuum. EIT and CPT are quan-
tum interference techniques used to eliminate absorption in an otherwise opaque medium. Alzetta
et. al. [6] observed them in a Lambd&)(system in 1976 first and Stroud’s group [7] in 1978 with
the latter introducing the term coherent population trapping. Although these quantum interference
effects were also proposed and observed in various configurations, it is only in 1990 that the term
EIT was introduced by Harris [8]. Arimondo [9] and Marangos [10] have each written an excellent
review article on the subject. Another related process is lasing without inversion [11-15]. It utilizes
the quantum coherence and interference effect to eliminate absorption, thus lowering the threshold
for lasing. Atomic systems were naturally used for studies of these processes since they have the

ability to provide a discrete level structure.

These interference effects create a very narrow (subnatural linewidth) transparency window.



2 CHAPTER 1. INTRODUCTION

According to the Kramer-Kronig relation, the (real part of the) refractive index rapidly changes
with a positive slope. This results in the material system having a larger than normal group index
(of refraction)n,. For EIT, the destructive interference of the linear absorption is accompanied by

a constructive interference of the nonlinear susceptibility. On the other hand, CPT will eliminate
all nonlinear response (of the two applied fields). Both these processes can still be used to enhance

other nonlinear processes.

The lack of absorption is useful for enhancing a variety of wave-mixing processes [8, 16, 17],
and refractive index [18] or self phase modulation enhancement processes [19, 20]. The large group
velocity is used to slow a pulse of light down to 19 m/s [21]. The narrow resonance can be used as

a frequency reference for lasers [22] and in atomic clocks [23—26].

In the later part of the twentieth century, as technology advanced and components shrunk in
size to that of an atom, quantum mechanics was used to predict the behaviors of such devices. An
example is a quantum well where the energy band becomes quantized into subbands. Technological
advances also permit researchers to built quantum dots where the wavefunction of the electron is
confined in all three spatial dimensions and the energy band is completely quantized into discrete

levels.

The study of semiconductor materials dates back to the early twentieth century. Since the 1960s,
germanium was replaced by silicon as the semiconductor material and semiconductor technologies
have been improving since, e.g. from two-terminal devices, to transistors, to semiconductor lasers
and advanced computer chips. One sub-category of semiconductor physics, the quantum well,
evolved naturally from early simple devices, by first utilizing interband and then using intersubband
transitions. Intraband optical transitions were first observed by Kamgar [27]in 1974 in a 2D electron
gas formed in Si inversion layers. The first direct observation of infrared intersubband transitions
in the conduction band was performed by West [28]. Quantum well structures have been used as
optical sensors such as the QWIP [29], and as light emitters such as the quantum well laser [30, 31],

and quantum light sources [32].

To achieve transitions at optical frequencies, band engineering is required. This is achieved
through the use of various IlI-V and II-VI compounds, and even exotic quaternary alloys (in place
of the Group IV silicon). On the patterning side, the use of band engineering, which is one of the

greatest strength of semiconductor physics, has been limited to tuning the transition wavelength by



varying the width of the quantum well. Multi-structured or multiple well systems provide even more
flexibilities, but at the cost of increased complexity. As the dimensions of quantum well systems
approaches those of an atom, the energy level structure of the quantum well begin to resemble that
of an atomic system. Intersubband transitions (ISBT) in the conduction band of a quantum well
system can be used to mimic optical transitions in an atomic system. Coupled with the ability to

pattern almost any physical structure, a “designer” atom can be made.

In the past decade, various quantum interference effects have been observed in semiconductor
structures. Fghlich and coworkers have observed coherent effects such as the optical Stark effect
[33] in bulk semiconductor system. EIT and CPT have been observed in interband systems [34-37].
Some of these experiments involve exciton-photon interactions. Faist et. al. [38] have observed
Fano interference utilizing intersubband transitions in the conduction band. LWI [39], and EIT in a

cascade system [40, 41] utilizing intersubband transitions have also been observed.

EIT and CPT have been well studied in various atomic systems. However, most researches
concentrate only on the transparency feature, and not much focus has been given to the effects
that concurrent processes (which occur) have on the quantum interference. Although CPT has been
observed in a single-carrier system, the structure used [42] is far from ideal for obtaining a large and
narrow resonance. The goal of this thesis is to better understand CPT in a “real” atomic system and
explore the potential of exporting the effect to a solid state environment to enable the construction

of practical devices based on CPT. The manuscript is structured as follows:

e Chapter 2 describes the two related quantum interference effects of CPT and EIT, with a brief

comparison.

e Chapter 3 outlines the basics of an atomic system from the energy level structure to the macro-

scopic properties in the context of atomic sodium (which was used for all the experiments).

e Chapter 4 gives a brief introduction to various optical pumping, wave mixing and multi-

photon effects that were observed and studied.
e Chapter 5 details the spectroscopic studies of sodium and CPT.

e Chapter 6 follows from Chapter 3 into semiconductor systems and describes the concept of a

quantum well.



CHAPTER 1. INTRODUCTION

e Chapter 7 describes the feasibility study of observing CPT in a quantum well system, from

the design of the quaternary alloy to tséand well structure.

e The last chapter summarizes the research work and discusses some future work that can be

done.

e The large sets of density matrix equations of motion are given in the appendices. Flow charts

that outline the numerical code (but not the code) are also given in the appendices.



2 Quantum Interference Effects

2.1 Introduction

The Autler Townes splitting [43], a coherence effect, was first observed in 1955. This is the al-
ternating current (AC) version of the DC (direct current) Stark shift. Electromagnetically induced
transparency or EIT shares the same quantum mechanical properties of the Autler Townes splitting,
in addition to including quantum interference. EIT is a pump-probe effect that eliminates the ab-
sorption of a medium by using quantum interference. This creates a narrow transparency window
while preserving the large nonlinearity associated with a near- resonance effectA dysaem,

a related process called coherent population trapping or CPT can completely eliminate all atomic
responses. Comparisons between CPT and EIT, and between EIT in the various three-level systems

are presented in this chapter.

2.2 Autler Townes Splitting

The Autler Townes splitting is an interesting coherence effect. When a strong, saturating electro-
magnetic field (of frequenay) is applied to a transition, the initial and final levels are each split into
doublets as shown in Fig. 2.1. The threshold for the splitting (saturation) is equal to the dephasing
rate () of the transition. The splitting is proportional to the field strength and detuning of the field

from the transition:

Qeif = V2 + A2, (2.1)
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Bare States Dressed States
........................................ — |b+)
by Qefr
A Tt |b_>
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|a> V. 1l e |a+>
A
................. A
Y

Figure 2.1: Autler Townes splitting.

where the Rabi frequency (interaction energy in frequency units) of the applied field is

Q = 2upaE /i, (2.2)
and the detuning of the applied field from the atomic resonance is given by

A =w— wpa (2.3)

Qefr is called the effective Rabi frequency and represents the amount of splitting in angular fre-
quency. upa = —erpa IS the dipole matrix element of the transition from leye) to level |b), e

is the electron charge (see Appendix G for values of physical constagiy,the position matrix
element,E is the electric field amplitudé; is the reduced Planck’s constant£ h/27), w is the
angular frequency of the applied field, abgh is the angular frequency of the transition. Such dou-
blets are often called dressed states, which gives a more intuitive understanding with the following

change of basis states:

b+) = [b) + A/2 + Qer/2, (2.4)

b—) = [b) + A/2 — Qert/2, (2.5)
where|b) is the bare state arjéi+) are the dressed states. This splitting is also often called the AC

Stark shift c.f. to the DC Stark shift that occurs when a DC field is applied.

This splitting is observed by probing with a weaker field. If the probe field is applied to the

same transition, the absorption of the probe field shows interesting features. The Mollow absorption
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spectrum [44] given by the Iq(!) curve in Fig. 4.14(a) has an absorption peak on the red side of
resonance (lower frequency than the bare states’ transition frequene$).ft a dispersive profile

on resonance, and a gain feature on the blue side of resonafige, dor a blue detuned pump

field. When the pump field is off resonance as shown, the absorption and gain features will have
asymmetric heights due to the unbalanced population in each of the dressed states. When the probe
field is applied from a third level to one of the doublets (either the upper or lower doublets), two

lorentzian absorption peaks, separated by the effective Rabi frequency, are observed.

2.3 Electromagnetically Induced Transparency

Probe absorption

-1 -0.5 0 0.5 1
Normalized pump-probe detuning

Figure 2.2: Comparison of the absorption within the EIT window (solid line) and the absorption

due to the sum of two lorentzian tails (dashed line).

To illustrate the difference between the Autler Townes splitting and EIT, a weakly saturating
pump field is used, i.€2¢ < T'. In this example, the doublet states are not well separated. When
the weaker probe field is applied from a third level to one of the doublet states, two lorentzian
absorption peaks will be observed. When the probe field is tuned to the mid-point of the doublet
(two-photon resonance condition), naively, the absorption of the probe field should be the sum of
the two lorentzian tails (see Fig. 2.2). It is however observed experimentally that the absorption
is less and can potentially be zero. This is due to quantum interference and the process is called

electromagnetically induced transparency (EIT) [8, 10, 45].

The quantum interference effect of EIT is best illustrated by taking the case of the probe field

coupling only the lower doublets, of the example given before, to a ground level, i.e. a cascade
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Figure 2.3: Destructive interference of the transition probability amplitudes that leads to EIT.

system as shown in Fig. 2.4(a). The transition probability amplitude from each level of that doublet
|b+) to the common third level) can interfere destructively as shown in Fig. 2.3. This lead to a
cancellation of the absorption of the probe field. Since|thstates are not populated, there is also

no absorption of the pump field. The nonlinear susceptibility experiences a constructive interference
instead. This opposite interference effect for the linear and nonlinear susceptibility enables EIT to
be used to enhance the various nonlinear effects mentioned in Chapter 1. EIT can also be observed
in a V system [Fig. 2.4(b)] where the lower doublet is the ground level. More common use of this

configuration is for a related process called lasing without inversion (LWI).

2.4 Coherent Population Trapping

A unique feature of a three-levél system [Fig. 2.4(c)] is that a dark state [9] can be created
through coherent population trapping (CPT). Once the system is “pumped” into the dark state, there
is no absorption for either the pump or the probe field. The two applied fields create two coherent

superpositions states from the lower atomic basis states which can be defined as

0 0

DS) = rla) = 5 10), (2.6)
0 Q

IBS) = ﬁ} a) + ﬁfyw, 2.7)

whereQ) = /Q% + Q3 is the generalized Rabi frequency, afid (€22) is the Rabi frequency of
the probe (pump) field. Both the dark state (DS) and the corresponding bright state (BS) are state
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amplitudes with their corresponding dressed states in the dressed system [46]. At exact two-photon
(Raman) resonance, all susceptibilities vanish and the system is decoupled from the optical fields.
A perfect dark state is created if there is no dephasing between the initial and final states of the two-
photon transition. The linewidth of the CPT transparency feature is dependent on the dephasing
rate between the two ground states, and not of that of the radiative transitions (as in the other two

three-level systems) which can be much larger.

The transparency can also be explained with destructive interference as is done with EIT. In the
A system, the interference occurs between the two pathways to the common excited level. However,

unlike the EIT case, destructive interference is also present for the nonlinear susceptibility.

2.5 A Comparison

)
-/
[b) la) [b)
lc)
0 o . o) 12
le)
[b) [2)

@ (b) (c)

la)

Figure 2.4: Energy level diagrams of the three standard configurations of a three-level atomic sys-

tem: (a)= system, (b) V system, and (d)system.

CPT is closely related to EIT. Although these two processes produce similar effects, they have
important distinctions. CPT can be considered as a specific case of EIT, where the dark state as-
sociated with CPT is only stable infasystem, and it has the consequence of eliminating all the
responses of the medium at a specific frequency for the preparatiort fi@lfsinvolves a strong
pump and a weaker probe field while CPT is usually performed with comparable field strengths. If

the system is not initially prepared, in the transient regime, EIT can be partially switched on in less

1The two applied fields that created the dark state.
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then a radiative lifetime. CPT requires a few radiative lifetimes for the atom to be optically pumped

into a dark state [47].

To observe the difference, the three closed three-level systems with two applied fields as shown
in Fig. 2.4 are studied in the homogeneously broadened limit. The pump field is applied to the
|b) — |c) transition and the much weaker probe field to ffae — |b) transition. The derivations
of the susceptibilities are identical for theand the= system with the appropriate change of decay
and detuning terms. The V system is a little more complicated as some of the approximations are

not applicable.

For the A system, the detunings of the probe and pump fields w.r.t. their respective transition
frequencies aré\; = w; — wpa and Ay = wo — wpc respectively. The pump-probe detuning is
defined as

¢ =wy — ws. (2.8)
and the two-photon detuning as

§=A1 — As. (2.9)
The Raman (two-photon) resonance in aystem is defined as= wca (6 = 0).

The Rabi frequency is as defined in Eq. 2yg, andcp, are the radiative population decay rates
from level|b) to the lower levelda) and|c) respectively:y,c and~yc, are the decay rates from levels

|c) to |a) and|a) to |c) due to transit-time effects, which are much smaller than the radiative decay

rates. The coherence dephasing rates (off-diagonal density matrix elements) as defined by Eq. A.3

are
1
lae = 5 (Yea+ Yac) » (2.10a)
1
Iap = 5 (’Yab + Yeb + ’Yca) y (2-10b)
1
Iep = 5 (’Yab + Yeb + ’Yac) . (2-10C)

The general density matrix equations of motion are written in Appendix A. A rotating frame
transformation as described in the appendix is performed where
ppa = Opae M, (2.11a)
phc = Obee 2, (2.11b)

Pca — Ucae_i(wl_w2)t. (211C)
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The rotating-wave approximation and the population conservation rule for closed atomic sys-
tems are then applied. To simplify the problem, it is assumed that initially all the population are in

the lowest statén) such that

oadt =0) =1, opp(t =0) = occ(t =0) =0, (2.12)

oep(t = 0) = 0. (2.13)

The off-diagonal equations of motion then become a pair of coupled equations

dba= (iA1 — I'ba) Oba+ §QQUca+ 591, (2.14)

0ca= (10 — I'ca) oca+ §QQUba‘ (2.15)

Since the dipole matrix elements of the Rabi frequencies are real, the conjugate notation is

dropped from here on. These equations can be written compactly in matrix form (Eq. A.7) with

R— Oba M= iA1 — I'ba %92 . S= —%Ql

, (2.16)
Oca %QQ 2(5 - Fca

With continuous wave (CW) fields, the density matrix equations of motion can be solved with
an integration or a matrix inversion in the steady-state,

R(t) = e M=) gq¢/ (2.17)

=M1S. (2.18)

This yields the density matrix element

Opa = — - . (2.19)
® 7 (i1 — Tpa) (i6 — Tea) + (R/2)?
Using the definition of the atomic polarization:
P = 2N poge it (2.20)

= soXE, (2.21)
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the susceptibilityy = x’ + ix” can be obtained from the density matrix element and written as

_ IN ‘Mba|2 Fea(6Tha+ A1lca) — 0 [(sAl — TI'bal'ca — (Q2/2)2}

2
coh [5A1 — Thalea— (0o /2)2} — (6Tpat ArTea)?

!/

(2.22)

_ ON ‘Mba|2 6 (0T'ba+ A1Tca) — T'ca [5A1 — I'bal’'ca— (92/2)2}

2
coh [5A1 — I'pal'ca— (92/2)2} — (6T'pa+ A1rca)2

1

, (2.23)

whereNN is the number density ang is the permittivity in free space. The response of the system

on the probe field (atomic polarization) is related to this susceptibility.

For the= system, the same pair of coupled equations (Egs. 2.14 and 2.15) is obtained with
the same assumptions as Egs. 2.12 and 2.13. The differing elements are the rotating frame, the
definitions of the detuning, and the dephasing rates as shown below. For completenéss, the

terms in the coupled equations have their conjugations flipped.

ppa = opae M, (2.243)
Poc = che_imt; (2.24b)
Pca = Ucaeii(w1+w2)t7 (2.24¢)

with 6 = A1 + Ay, whereAy = wy — wep, and

1

Fac = B (Ybe + Yac) » (2.253)
1

Fap = 5 Vab, (2.25b)
1

Ihe = B (Yab+ Yac + Ybe) - (2.25¢)

In the V system, since there is a strong field coupling the lowest ground state, only the following

assumption is made:
1

opb(t =0) = oee(t =0) = 2 (2.26)

and this rotating frame is used
Pab = Uabe_wlta (2.273)
Poc = cheiwta (2.27Db)

Pac — Ucae_i(wl_w2)t. (227C)
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The equations of motion are

Fab = (A1 = I'ba) 0ba = 5 20ac+ 1, (2.28)
Gac = (16 — Tac) ac — §QQUab+ EQlme (2.29)
obe = — (iA2 + I'pc) Obc + §Q1Uaca (2.30)

where the decoherence rates are

1

lac = 5 ('ch + Yba+ Yeat+ ’Yac) , (231&)
1

Fap = ) (Ybe + Yac) 5 (2.31b)
1

Fep = 5 (Yba+ Yea) - (2.31c)

The matrix components of the equations of motion are

Oab iA1 —Tpha  —2Q 0 —i
R=1 0a |, M= _%QQ 16 — Iac %Ql , A= 0 . (2.32)
Obe 0 %Ql —1Ag — T 0

This set of equations of motion can be evaluated in the same manner as before using the matrix

inversion method to yield

—iey [(ié —Tca) (—iA2 — Tpe) + 191/2\2}

Tab = — : : . o . (2.33)
(i1 — Tha) [(15 ~Tea) (—ig — Do) + |21/2] ] —192/2[2 (iA2 + Tho)
and the susceptibility
. iN Wba|2
60h
S o o 2

(iA1 — Tba) [(m — Tea) (—iAs — The) + | /2\2] — 922/2] (iAs + The)

The real and imaginary parts of the density matrix element (which is related to the response of
the probe field) of the three systems for various pump Rabi frequencies, normalized to the radiative
lifetime T (= 1 / decay rate of the excited level), are plotted in Fig. 2.5 from Eqgs. 2.19 and 2.33.

The threshold condition for transparency in thesystem is that the pump field be saturating the
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Re oy,

Im oy,

-0.4

-5 0 5-5 0 5 -5 0 5

Normalized two-photon detuning, 87

Figure 2.5: Real and imaginary parts of the density matrix element (for the probe field), of the

three-level systems, for various normalized pump Rabi frequefiés

transition. In that case, the transparency window will be power-broadened instead of being lim-
ited by the dephasing rate of the transition between the initjahnd final statéc). There is no
transparency in the V system as the dark state in the V system (which is a superposition of the two
excited bare states) “decays” radiatively and therefore is not stable due to the assumption of a weak
probe field. In the weakly saturating (pump field) condition, Ahgystem has the narrowest trans-
parency feature. This is because the decay rate of the dark state\isyiséeem is the dephasing rate
between the ground states which is relatively very small. Note that the maximum transparency of
the = system is lower than that of the system even in the presence of a strongly saturating pump

field (pT1 = 5). The condition for transparency can be generalized as follows:

e The transparency starts to appear when the fields saturate the two-photon transition,

e Maximum transparency begins when the pump field saturates the optical transition.

The upper half of Fig. 2.5 is proportional to the real part of the refractive index
(no = /1 +47xM). In the presence of transparency the refractive index changes rapidly, which

is the driving force behind slow light experiments.
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2.6 Summary

Two related quantum interference effects have been introduced. Although the AC Stark shift in
itself is not considered a quantum interference effect, it can be thought of as EIT and CPT residing
in the AC Stark shift feature. EIT can be achieved in a variety of systems [48]: two-level, three-
level, and four-level systems. In the literature, there is no distinction between EIT and CPT. In this
thesis, CPT is classified as the version of EIT it aystem and the process is best described using
dark and bright states. From the comparison, CPT imtlsgstem is “superior” to EIT in the other

three-level systems for achieving a narrow transparency feature.
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3 The Atomic System

3.1 Introduction

In the previous chapter, quantum interference effects were described for the case of closed, elemen-
tary systems. In experiments to observe these effects, such ideal systems are rarely found. Degen-
erate or extraneous levels are often present in the vicinity of the elementary systems. Nonetheless,
an atomic system is usually the most ideal medium for experiments. In particular, sodium is chosen

for this work despite some of its complications.

3.2 Atomic Energy Level Structure

The energy level structure of any atom is defined by quantum numbers representing the various
momentum due to the motion of both the electron and the nucleus. The shells or electron orbits are

defined by the quantum number The angular momentum of shellis quantized, and

p o= mer = - (3.1)
2mr = ni
muv

= ), (3.2)
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where\ is the de Broglie waveleng%hm is the massy is the velocity of the electron, andis
the radius of the orbit. If the angular momentum is not an integer muItip% @h), then there is

destructive interference and the wavefunction of the electron will collapse.

According to Sommerfeldp measures the long axis of the elliptical electron orbit and a new
guantum numbek defines the ellipticity, wheré = 1, 2,..., n. The case ok = n represents
a circular orbit and: = 0 is rejected since it meant the electron would move through the nucleus.
With wave mechanics and Heisenberg'’s uncertainty principle, where the electron is "smeared” out
over space, thé # 0 restriction does not hold and a new quantum number is used Whefke— 1.
For a givern, there are n different values 610, 1, ..., n-1). The different values étlefines the

electron type. The electrons are named as followed:

=0 s electron

=1 p electron

(3.3)
=2 d electron
=3 f electron
and for emissive transitions, they are designated as:
k=1—>k=2 sharp series (e.g. 4s 3p),
k=2—-k=1 principle series (e.g. 3p> 3s, D lines of Na) (3.9)

k=3—>k=2 diffuse series (e.g. 3¢ 3p),
k=4—k=3 fundamental series (e.g. 4% 3d).

Since the electron spins around its axis, it acts like a tiny magnet and interact with the orbital
motion of the electron. The different respective orientation of the momenta results in different
energies and a new quantum numbewhere;j = [ & s is required, and is the quantum number
representing the spin momentum of the electron.d~garl, there areZs + 1) possiblej values and
this value is called the “multiplicity” of the energy level described by the quantum number a
multiple electron system, uppercase is used for the quantum numbelis ferghe case of the total

electron orbital angular momentum whdrg,., = >_|l;].

i

The de Broglie wavelength is the wavelength of the standing wave of the electron wavefunction. Although it is not
entirely correct to say that it is the wavelength of the standing wave of the electron (particle) orbit as in the old quantum

theory, the model of a corpuscle orbiting the nucleus (Bohr atom) is used to provide a conceptual picture.
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The electron orbital angular momentum its 2-componentL,, the electron spin angular mo-
mentums, its 2-components,, the total electron angular momentuand itsz-component/, are
thus characterized by the quantum numbers;, s, mg, j, andm,; respectively.J is the vectorial

sum ofL andS. The magnitude of the total electron angular momentum anddtamponent are

J = miG+1) (3.5)
JZ = hmj. (36)

The same relation holds for the electron orbital and spin momenta.

For s electrond (= 0), there are no magnetic moment so the energy of the system is independent
on spin orientation (no doublets for = %). The inner shells also hate = 0 or S = 0 since
they are closed shells. Only the valence electrons define the valleard S, and therefore the
physical and chemical properties of the atom (a noble atom has a full outer shell). The revolution
of the nucleus also produces a nuclear angular momehtuin energy level characterized by the
quantum numbers s, andj is split into (25 + 1) different energy levels when it interacts with the
spin magnetic dipole moment of the nucleus, defined by the quantum numlvenere the total
atomic angular momentum is

F=J+1. (3.7)

The atom with] £ 0 acts like a magnet and will try to orient itself to an external magnetic field.
In the presence of a weak external magnetic field, each level definédidplit into (2F + 1)
number of levels characterized by the quantum numbgr The atom having angular momentum
h\/m has(2;j + 1) possible orientations in a strong external magnetic field because the com-
ponentPy of the total angular momentum vectBrin the direction of the magnetic fielH can
have the values

Pg=hmp (mp=—j,=j+1 ..j—17). (3.8)
The component: ;7 of the total magnetic momept,, in the direction of the magnetic field H is
WH = —HB gMmF, (3.9)

whereg is the Land g-factor

g=1+7 (3.10)
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and the Bohr magneton is

lip = (“06h> . (3.11)

2m

The above mentioned interaction between the electron’s spin magnetic dipole moment and the
internal magnetic field due to the electron orbital motion, calledsiie-orbit interaction(L - S),

creates the fine structure. The spin-orbit interaction has the value

2

L.sz%[j(j+1)—l(z+1)—s(s+1)]. (3.12)

The interaction between the internal magnetic field produced by the motion of the electron with
angular momenturd and the spin magnetic dipole moment of the nucleus with angular momentum

| creates the hyperfine structure labelled®yrhe magnetic moment,,, created by the revolution

of a negative point charge, couples with an external applied magnetic field to produce the Zeeman

sublevels.

The nomenclature for defining a level in the fine structure is, for example:
3251/2 (3.13)

where the3 is the quantum number, the superscrif is thej multiplicity (2s + 1), S denotes a s
electron { = 0), and the subscrip} is thej value ( + s). The number of electrons are defined by a
superscript outside a parenthesis, €29)® denotes 2p-electrons.

my can havg2l + 1) values:—I, (1 +1),...,(I — 1), . Fors = %, m, can have two values;

and+3. The total number of different; andm, combinations for a givehis 2(2{+1). A subshell

(n and! given) is filled if it contain2(2! + 1) electrons. Ans-subshell can thus have 2 electrons.
a p-subshell 6 electrons, @&subshell 10 electrons and grsubshell 14 electrons. Therefore, the
n = 2 shell has 8 electrons: 2 in thie= 0 subshell and 6 in the= 1 subshell. This is due to Pauli’s

exclusion principle which states that:
No two electrons can have an identical set of quantum numbérsn;, andm.

Therefore, an electron is characterized by these four quantum numbers. The transition selection
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rules for an optical transition are [49].

AL = =1,

AS = 0,

AJ = 0,41, (3.14)
J = 0 — J = 0 isforbidden, e.gsto s state,

AM = =l1.

In an atomic system, transitions between hyperfine ground levels and between hyperfine excited
levels are electric dipole forbidden. Therefore, the hyperfine ground levels intrinsically have very

long lifetimes.

3.3 Atomic Sodium

Figure 3.1: Atomic structure of sodium showing a single valence electron.

Atomic sodium N&? is a metallic alkali [50] and has an atomic number of 11. Itis a hydrogenoid
atom, i.e. a single valence-electron orbiting the quasi-nucleus which consist of the protons and the
other 10 inner shell electrons (each circle in Fig. 3.1 representshall). Without the complication
of multiple valence electrons, it is therefore well suited to be used in research. Sodium is also highly
nonlinear with a principle absorption line in the optical frequencies, facilitating the alignment of
experiments. The versatility of sodium also contributes to its popularity in research laboratories.
Spectroscopic studies can be carried out in the homogeneously-broadened limit with an atomic beam
or a magneto-optic trap (MOT), and Doppler features can be observed in a vapor cell or a heatpipe.

However, sodium is highly corrosive and reacts strongly with oxygen. At room temperature it is a



22 CHAPTER 3. THE ATOMIC SYSTEM

silvery white solid. During the chemical reaction with water, white powder-like sodium peroxide

Na,Oy and sodium oxide N#D are formed and hydrogen is released.

The highest occupied state (ground level) where the single valence electron resides in is the
3s orbital. This electron has a doublet structure due to the spin-orbit interaction: the 3s level is
a singlet while the 3p level is a doublet (the fine structure). The ground level, however, has zero
electronic magnetic moment; therefore the ground level energy of the system is independent of the
orbital spin orientation. Excitations from the 3s to the 3p orbital are the farbouses at 5896
A and 5890A [51]. The nuclear spin of = % of sodium combines with each value of the total
electronic angular momentuthto produce the hyperfine structure. The hyperfine structure of the
D1 line (3251/2 — 32P1/2) at 5896A consist of two hyperfine ground levels 1772 MHz apart, and
two hyperfine excited levels 189 MHz apart as shown in Fig?.3[Re hyperfine levels are labelled
by F', and each hyperfine level itself i8 ' 4+ 1)-degenerate. By applying a magnetic field in the
direction of propagation of the laser beam (quantization &}jghis degeneracy can be lifted and
we have the Zeeman (magnetic) sublevels as shown in Fig. 3.3 [52]. In the weak field regime, the

amount of energy shift due to tlemomalous Zeeman effdéB] is
AE\pmy)y = kB gr mp Bz, (3.15)

wheregr is the hyperfine Langl g-factor,mp is the quantum number of thecomponent of the
total angular momentum, anf, is the z-component (quantization axis) of the applied magnetic

field. In the strong magnetic field regime, the energy shift is calledPésehen-Back effefs4].

For the purpose of studying optical transitions, it is often convenient to take the quantization
axis to be parallel to the electric field vector of the laser bearax(s). In this case, for a linearly
polarized field, the field is called-polarized that couples levels withm = 0. Aright (left)-hand-
circularly polarized fieldr. (o_) couples levels wittAm = +1 (Am = —1). A linearly polarized
field that is orthogonal to the quantization axis can be decomposed into right and left-hand-circular
polarization. The Clebsch-Gordon coefficients used to calculate the dipole matrix element of each
transition in theD1 line of sodium are given in Table 3.1 (see Appendix B of [55] and Complement

By of [56)).

2Redrawn from [51]
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Figure 3.2: Energy level structure of the tdiblines of atomic sodium.
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Figure 3.3: Energy shifts of the Zeeman levels in the presence of a weak magnetic field.
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Table 3.1: Clebsch-Gordon coefficients for thé line of sodium.

3.4 Inhomogeneous Broadening

With an ensemble of atoms, like in a vapor cell, inhomogeneous broadening is present. In this case,
the broadening is Doppler [57]. This is due to the motion of the sodium atoms in the cell having
different velocities. The frequency of the light that the atom “sees” is shifted and this effect is only

present if the atom is moving in the same axis as the optical beam. If the optical beam is propagating
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in the positivez direction, then the (angular) frequency of the beam the atom sees is
w = wy — kv, (3.16)

wherewy is the actual (angular) frequency of the optical be&ris the wavevector of the photon
andwv, is the z-component of the velocity of the atom. A Maxwell-Boltzmann distribution is often
used to represent the spread of velocities of the atoms. IndRes, the number of atoms at velocity
vis

n(v) = ——e b, duv, (3.17)

whereN is the total number of atoms, the most probable spggds = op = /kpT/m, with kg
the Boltzmann constant, T the temperature in degree Kelvingatite atomic mass The Doppler
halfwidth Awp is

AwD = VQIDQKURMS (318)
kpT

=20 o ofBL (3.19)
C m

For two-photon effects, Doppler broadening can often be reduced by using the appropriate con-
figuration: counter-propagating fields are used f@ system, and co-propagating fields are used
for a V or A system. This configuration allows for the two fields to experience the appropriate
frequency shifts to maintain the two-photon resonance condition. The detuning from an atomic

transition (upy) is

= Wy — Wpa— kv (3.22)
= Apao— kv. (3.22)

The subscript® denotes the detunings of an atom at rest. If the two fields are at an angteib),
the amount of residual broadening is increased. Even with the two beams being collinear, if they
have different frequencies, residual Doppler broadening will still be present. For a Raman transition,

i.e. in aA system, the fields with frequencies andw- are assumed to couple to the transitions

3Sodium has an atomic mass of 23, i.e. m = 23u, where u is the atomic mass unit.
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|a) — |b) and|c) — |b) respectively. For an atom with velocity the two-photon (Raman) detuning

is
d = Apa— Acp (3.23)
= Aba,O_ Abc,O — ]4}111 + k‘Q’U (324)
=g — (w1 —w2)v/c, (3.25)

where the second term in Eq. 3.25 is the residual Doppler broadening term.

3.5 Summary

The energy level structure of atomic sodium was explained. As can be seen, sodium is not a two
level atom. With this elaborated structure, a rich variety of processes can be observed in this system.

The concept of inhomogeneous broadening was also introduced.
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4 Laser Spectroscopy and Optical Coherence

Effects

4.1 Introduction

Laser spectroscopy has been widely used to study the properties of material systems. These tech-
niques involve various coherent, incoherent, linear and nonlinear effects. Among the more com-

monly used methods are saturation spectroscopy and coherent Raman scattering.

Since the coherence length of the laser fields are very long, optical coherence effects are often
studied using lasers as well. Two particular phenomena that will be discussed here are slow light

and self phase modulation.

4.2 Optical Pumping

When a saturating field is applied to the system, saturation effects and optical pumping can oc-
cur. Optical pumping [58, 59] is one of the earliest optical processes discovered, even before the
invention of the laser. Its manifestation however is very varied and many new phenomena are still
attributed to optical pumping. These processes are most prominent in a Doppler-broadened medium
having a resonance feature with a width around the natural linewidth, within the much broader

Doppler spectrum.
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Without saturation

Probe absorption, o
Pump absorption

" With saturation |

0 0
Pump-probe detuning, { Pump detuning
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Figure 4.1: (a) Probe absorption spectrum showing a spectral hole. (b) Pump absorption spectrum

with and without saturation.

4.2.1 Hole burning in a two-level system

The most famous saturation effect is the Lamb dip [60, 61], which is a particular form (counter-
propagating, degenerate laser frequency) of spectral hole burning as shown in Fig. 4.1(a). A spectral
hole is usually observed in a Doppler-broadened two-level atomic medium. The weaker probe field
can be applied copropagating or counter-propagating to the saturating pump field. For a particular
velocity sub-group of atoms, the pump field drives population into the upper level thereby depleting
the population of the ground level. The pump field will experience saturation and the absorption of
the pump field will also be reduced. Figure 4.1(b) shows the absorption of the pump field as it is
scanned across the Doppler profile. A continuous series of spectral holes are “burned” resulting in

an overall reduction of the absorption spectrum (dotted line).

The steady-state absorption of the probe field given by a product of two factors: the absorp-

tion cross-section, and the population inversiog,  paa):

Pbb — Paa
. 4.1
(w— wpa) + /1o + i (4.1)

o X
The absorption cross-section (the inverse of the denominator of Eqg. 4.1) depends on the probe
field’s detuning in the usual way: peaking when the probe field is resonant with the transition. In
this counter-propagating configuration, the fields are resonant simultaneously only for one velocity
sub-group of atoms, e.g. those that are at rest if the pump field is on resonance. The population
amplitude plot versus atom velocity is similar to Fig. 4.1(a). For this sub-group of atoms, the probe

absorption is reduced because the population in the ground level is depleted by the pump field.
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For other sub-groups, the hole burnt by the pump field is not seen by the probe field as the latter is
detuned away from resonance. The spectral width of the hole is generally proportional to the inverse
of the homogeneous lifetime (7> = 1/271) and can be power-broadened (the Rabi frequency term

Q in the denominator of Eq. 4.1). If the pump field is much stronger than the saturation intensity
of the transition, drastic change in the absorption spectrum such as the Autler Townes splitting can
also be observed. However, since the spectrum is Doppler-broadened, much higher pump intensities

are required to separate the Autler Townes features.

4.2.2 Optical pumping in aA system

Optical pumping is a little different in A system. When a strong field, is applied to the transition
coupling the lower ground level, population is transferred from the ground level to the excited level.
That population can then either decay back to the original ground level or to the other (upper)
ground level. The latter results in the depletion of population in the first ground level as shown by
the size of the circles representing population in Fig. 4.2(a), therefore reducing the absorption of the
pump field. If a probe field, is applied to the other transition, for a particular velocity subgroup

of atoms, the probe field will experience increased absorption due to the increased population in the
upper ground level. CPT will occur, when the two fields are on Raman resonance, amid a broader
induced absorption background (inside the even broader Doppler spectrum) as shown by the solid
curve in Fig. 4.2(b). At very high pump intensities, the induced absorption background broadens

(dotted curve).

4.2.3 Difference frequency crossing in a V system

A saturation effect in a V system that creates an absorption dip is the difference frequency crossing
(DFC) resonance. The absorption cross-section peaks when the probe field is resonant with the
|a) — |c) transition, and the pump field saturates the system when it is resonant wijih) the|d)
transition. This causes the ground level population to be partially depleted as shown in Fig. 4.3(a).
In a Doppler-broadened medium, each factor is resonant for a particular velocity subgroup of atoms.
If the pump-probe detuning = —wqc, then the resonance in the ground level depletion occurs for

the velocity subgroup that has the largest absorption cross-section. This double-resonance makes the
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Figure 4.2: (a) Optical pumping inf&asystem depicting depletion of population in the lower ground
level. (b) Absorption of the probe field in the presence of a weakly and strongly saturating pump
field.
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Figure 4.3: Difference-frequency crossing resonance in a V system. (a) Energy level diagram show-

ing the V system. (b) Resulting absorption dip for a red-detuned probe field.

dominant contribution to the probe absorption as seen in Fig. 4.3(b), and the absorption is reduced.
But if ( # wqc, the resonance of the ground level depletion occurs for a velocity subgroup that
has a low absorption cross-section, and the impact of ground level depletion on the absorption is

negligible.

This feature can be understood mathematically as
a(ws — wp — wde) = /Na(ws — Wea — kv) paalwp — wda — kv)g(kv) d(kv), (4.2)

wherea is the probe absorption in the presence of the pump fi¥lds the number of atoms;
is the absorption cross-sectign, is the population of ground levéd), andg is the Maxwellian
Doppler profile. For simplicity the fields are assumed to be tuned close to resonance, so that only

small values ofv are relevant, and(kv) can be ignored. It has been shown in [62] that as long as
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|¢ —wdc| < kv, the fields can be detuned appreciably from their individual single-photon transitions
(Doppler half-width) without affecting the size of the nonlinear polarization. Equation 4.2 can then

be written as a convolution function
a(A) =N / (A + A)paa(A) dA, (4.3)

whereA’ = ¢ — wdc andA = wp — wga — kv. The linewidth of the resonance is the sum of those of
the two functions§ andp,g) in the integral. In the limiting case of only radiative broadening, both

o and paa are lorentzians with a width of the homogeneous linewidth. The linewidth of the DFC
resonance will therefore be twice the homogeneous width. The lorentzians are replaced with their

power-broadened versions for larger field intensities.

This DFC resonance is the nondegenerate (in laser frequency), co-propagating analogue of the
crossover resonance studied in [63]. The analysis here is similar to that of Schlossberg and Javan
[62] (see Eq. 21 for travelling waves), and Feld and Javan in their section on a V system (see Eq. 54
of [64]).

4.2.4 Cross-transition resonance in a doubld system

d o
}Ci k \(\ A
Oy g
—0— |b)
=
la) —— -(Wpy T O4c) 0

(@) (b)

Figure 4.4: Cross-transition resonance in a doublystem. (a) Energy level diagram showing op-
tical pumping from ground levéd) to ground level|b) through spontaneous emission. (b) Enhanced

absorption for a red-detuned probe field.

Optical pumping in a doubld system is a little more involved. Figure 4.4(a) shows the pump
and probe fields coupling to transitions that do not share any common levels. CPT does not occur

because the fields are resonant (for a particular velocity subgroup of atoms) with different excited
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levels. For this velocity subgroup, the pump field drives population to the upper excitedd$tate
which can decay spontaneously to the other ground IéyelSince the probe field is weaker, the
population accumulates in levgl), thereby increasing the population differenpg.(— ppp) of the
probe transition or equivalently the probe absorption. The absorption peak shown in Fig. 4.4(b)
is obtained at the pump-probe detuning of the frequency difference between the two transitions:
Wda — Weh = Wha 1 Wdc:

As mentioned before, the attenuation of the probe field is a product of two factors: the absorption
cross-section, and the population inversion. The width of the cross-transition resonance is therefore
the sum of the widths of the two relevant functions. At higher pump intensities, the resonance

becomes broader and flattens [65] just like the optical pumping effect in the (singietem.

4.3 Wave Mixing

nj

} * Hl
kl k3 (k 1 )

02 1 ;

CY (b)
Figure 4.5: (a) Vectorial representation of phase matching in wave mixing processes. (b) Phase

mismatch due to difference in the refractive indices.

The process of wave mixing encompasses many varieties from two-beam coupling to phase
conjugation to multi-wave mixing processes. The energy conservation rule governs the frequency
of each field involved in the process. Phase matching [Fig. 4.5(a)] will determine the efficiency of
the mixing. There is a variety of different geometries (collinear, boxcar [66], etc.) for achieving
phase matching. For certain collinear wave mixing processes, phase matching is not perfect but the

overlap region is longer than in non-collinear ones which might be desirable for certain applications.

For non-degenerate four-wave-mixing in a dispersive two-level atom in the collinear geometries,
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perfect phase matching cannot be achieved. This is due to the different refractive indices experi-
enced by the fields at various frequencies. The refractive index at the laser frequestugws is
always lower than the average of those experienced by the Stekasd anti-Stokes); fields as
shown in Fig. 4.5(b). Thisis not an issue in other systems, e.g. three level systems, since each field is

coupling to a different transition and detuned by the same amount from their respective transitions.
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Figure 4.6: Two possible four-wave-mixing configurations.

Four-wave-mixing (FWM) belongs to a group of third order nonlinear processes that generates
an idler field whose frequency is a combination of those of the other 3 applied fields. Figure 4.6
shows two possible configurations:, ws, andws are the frequencies of the applied fields and
w; Is the frequency of the generated field. Dashed and solid lines indicate virtual and real levels
respectively. A special case of FWM is third-harmonic generation where the idler frequerecy
equal to3w [Fig. 4.6(a)]. Besides third-harmonic generation and coherent Raman scattering (CRS),
all other configurations are generally termed FWM. Within the class of FWM processes, there are
degenerate.; = w1 = we = w3) and nondegenerate versions. Although the degenerate case looks
like self phase modulation, the important difference is that FWM includes more than one applied
optical beam, even if they are collinear and copropagating. It also involves the transfer of energy

from one beam to another.

4.3.1 Forward degenerate four-wave-mixing in an opened two-level system

In an open two-level system, forward degenerate four-wave-mixing (FDFWM) as depicted in Fig. 4.7
can occur. Itis termed “forward” because all the fields, including the generated idler field, are prop-

agating in the same (forward) direction. This process will also occur for 3 separate counterpropa-
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Figure 4.7: Forward degenerate four-wave-mixing in an open two-level system.

gating fields under the nantegenerate four-wave-mixing

Each of the two levels has a small decay rafg 6ut of the two-level system and a small
repopulation rateX;). If w; is designated the pump field and the probe field, ther is the pump
detuning, and is the pump-probe detuningus in this case, is equal t@;. In the presence of
additional dephasing or decay (for example, to an external reservoir as in an open system) paths out
of the two-level system [67], nharrowing of the resonance below the natural linewidth occurs only if
the additional decay rate for the excited level is larger than the additional decay rate of the ground

level. The width of this feature depends on the decay rate of the ground level out of the two-level

system 4,).

4.3.2 Non-degenerate four-wave-mixing in a V system

op | o w3 | O]

la)
Figure 4.8: Non-degenerate four-wave-mixing in the V system.

Non-degenerate four-wave-mixing (NDFWM) in the V system is shown in Fig. 48, # ws,
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then the one-photon-detuning of each transition— |c) and|a) — |d) are the same. The doubly-
resonant idler field peaks wheématches the frequency separation of the excited levglg.(This

process occurs at the same pump-probe detuning as the saturation effect in a V system described
earlier, but with the generation of an idler field. Unlike FDFWM described earlier, there is no line
narrowing effects, and the width of the resonance is of the order of the homogeneous linewidth that

can power-broaden.

4.3.3 Coherent Raman scattering
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Figure 4.9: The two coherent Raman scattering processes: (a) Coherent anti-Stokes Raman scatter-

ing, and (b) coherent Stokes Raman scattering.

A commonly observed FWM process is coherent anti-Stokes Raman scattering (CARS) [68—70]
and its counterpart, coherent Stokes Raman (CSRS) scattering. The idler field is labelled an anti-
Stokes (Stokes) field if its frequency is higher (lower) than that of the pump field. These coherent
Raman scattering processes [65, 71-73] were first observed in molecules and have been widely used

as a tool for spectroscopy.

The process of molecular coherent Raman scattering involves two applied fieldsadw-)
which are tuned to excite a vibrational or rotational mode. A third applied fieldl ¢an then
scatter off this coherently prepared medium and gain (or lose) energy from (to) the vibrational
mode to generate the anti-Stokes (Stokes) idler field. Whep ws (w1 < wo) andw; = ws,
this interaction is known as CARS (CSRS). Traditionally, CARS and CSRS operate far away from
the single-photon resonance. If the fields are tuned close to the optical transition, the idler can be

enhanced and the excited state properties can be studied too, as in resonance Raman scattering [74].

Coherent Raman scattering can also occur in an atomic system, see Fig. 4.9. A ground-state
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(spin) coherence or quantum-superposition is created instead of exciting a vibrational mode. As
the decoherence rate between the hyperfine ground levels of an atomic system is very low, a very
narrow and strong feature can be obtained. Such a process utilizes the same quantum coherence that

is responsible for CPT.

4.4 Other Multi-Photon Effects

4.4.1 Self phase modulation

Diffraction in a linear medium.

/
\

Diffraction compensated exactly by self focussing
in a nonlinear medium. A spatial soliton is created.

G Self_focussing_is stronger than diffraction in a highly
nonlinear medium. Optical damage can occur.

Figure 4.10: Diffraction, soliton formation and self focusing.

An interesting and useful single-field multi-photon process that occur in a two-level system is
self phase modulation (SPM). SPM is a nonlinear process in which the laser beam modifies the
optical properties of the medium that acts back on the beam. The most commonly known mani-
festation of SPM is self-focusing [75]. A beam of light with a gaussian transverse intensity profile
propagating through a nonlinear (Kerr) medium causes the refractive (ndeof the medium to
change according to the beam’s intensity, n = ny + nol, wherens is the nonlinear refrac-
tive index coefficient] = 2n|E|?/Z, in MKS units, E is the electric field amplitude, and, is
the characteristic impedance of free space. The intensity-dependent refractive index then modifies
the beam’s trajectory. This cascaded process is equivalent to a virtual lens, that focuses the beam.
The self-focusing continues until a point where the intensity is so large (due to the shrinking spot
size) that optical damage occurs. If this nonlinear focusing is balanced by the beam’s (nominal)

diffraction, then a self-guiding beam known as a spatial soliton [76] is created. Such an entity can
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propagate through the medium without changing its (transverse) spatial profile. Figure 4.10 shows

each of the three cases.

@ (b)

Figure 4.11: (a) Filamentation and (b) structured breakup of the beam due to SPM.

If there are fluctuations on the gaussian profile, these fluctuations can grow and eventually break
the beam into multiple filaments as shown in Fig. 4.11(a). This other commonly seen manifestation
is called filamentation [77]. Figure 4.11(b) shows that structured patterns [78] can also be formed
given the right conditions. Filamentation is usually the effect scientists try to suppress while solitons
are being sought. In the time domain, temporal solitons [79] are also due to SPM. In this case SPM,
which causes spectral broadening or pulse compression, balances group velocity dispersion instead
of diffraction to create a pulse whose temporal profile is unchange upon propagation. Temporal soli-
tons have been employed in commercial telecommunication systems to extend the distance between

repeaters, thereby reducing the total cost of the network.
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Figure 4.12: (a) Coherent, (b) amplitude squeezed, and (c) phase squeezed light. The phase-space

representations are shown in the lower half.
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A lesser known application of SPM is in the generation of squeezed light [80]. Squeezed light
is a quantum field that has less noise than the fundamental limit (shot noise) in one quadrature at the
expense of the other. Figure 4.12 shows the amplitude, phase and the phase-space representation of
coherent, amplitude-squeezed, and phase-squeezed light. This property of squeezed light is useful

for noise sensitive applications like in the measurement of gravitational waves.

4.4.2 Slow light
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Figure 4.13: The pulse envelope travels at the group velocity.

All materials exhibit chromatic dispersion to some extend. Chromatic dispersion is defined as
the index of refractive having a frequency dependence. A pulse of light propagating in the medium

can be characterized by the mode-propagation constant, defined as

8 =—n(w). (4.4)

Equation 4.4 can be expanded in a Taylor series while the refractive index is approximated with the

Sellmeier equation [79]. This gives the relation betwgeandn where

1
= tntu) == @5)
c Vg
3 g2
w d2n A d*n
~ gLy o~ — 4.
62 ¢ dw2 271c2 A2’ ( 6)

where; is the inverse of the group velocity,, n, is the group index, and. is the group ve-
locity dispersion. A pulse of light is composed of a spread of frequencies and the pulse envelope
(see Fig. 4.13) travels at the group velocity while each individual wave travels at a different phase

velocity ().
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Since the group velocity depends on the amount of chromatic dispersion of the refractive in-
dex, i.e. the slope of, a rapidly changing: (with respect to frequency) will result in a larger
group index and subsequently the generation of slowlighhis rapidly changing refractive index
is accompanied by a narrow gain or transparency feature. Slow light can be generated by either

coherent population trapping or electromagnetically induced transparency, or coherent population

oscillation [59, 81].

4.4.3 Bichromatic field in a two-level atom
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Figure 4.14: (a) Lineax") and nonlinean ® responses of a radiatively-broadened, bichromatic
two-level system as a function of the normalized pump-probe detujiiig (b) Expanded view

around the detuning where there is no absorption of the probe field and the SPM coefficient is large.

Although EIT has mainly been studied in three level systems, it can still be realized in the
two-level system [82] by applying both fields to the same transition. The first-order (linear) probe
absorption spectrum is the Mollow absorption spectrum as described in Section 2.2 and shown in the
upper half of Fig. 4.14(a) witl\, 77 = 1 andQ2;77 = 5. The difference in the amplitude between

the absorption peak and the gain peak is attributed to the pump field’s one-photon detuning.

There are conditions where a relatively large SPM, which is proportional toReis present

while the linear absorption vanishes for the probe field [83], as shown in Fig. 4.14(b). The features

LAlthough slow light is not a self-induced multi-photon effect like SPM, the narrow absorption feature do not occur

naturally but induced by another field.
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of the Mollow absorption spectrum shifts with changing intensities of the pump field. This causes
the transparency point to shift as well. An inherent disadvantage of EIT in a two-level system is
that there is absorption of the pump field. Therefore, as the Rabi frequency of the pump field is
reduced with propagation, the transparency window shifts and the result is a loss of transparency
for the probe field. Another consequence is substantial population in the excited state producing
spontaneous emission noise. This system is therefore not suitable for noise-sensitive applications

such as squeezed light generation through SPM.

4.4.4 Dark state - electromagnetically induced transparency

EIT in a two-level system can produce a large SPM nonlinearity without absorption for the probe
field. However, it suffers from an intensity dependent shift of the transparency window and from
spontaneous emission noise. CPT i aystem has no absorption for all fields and no transparency
window shifts but unfortunately, also no nonlinear response for the preparation fields. By com-
bining EIT in the two-level system and the dark state in Ahgystem, the benefits of each system

can be obtained while eliminating their limitations [20]. Such a system possess a large self phase
modulation (SPM) nonlinearity without linear or nonlinear absorption, and spontaneous emission

noise. Such a system can also be used for spatial soliton propagation and manipulation.

[b)

ba
A vy

Figure 4.15: Energy level structure of the DS-EIT system.

Fig. 4.15 shows the dark state - electromagnetically induced transparency (DS-EIT) system.
The two independent pump fields create the dark state (with the two hyperfine ground levels of the

D1 line of sodium) and a third probe field interacts with the coherently prepared system.
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A closed three-level system with two applied fields is considered. The fields have the form
E(t) = Eiem™t 4 Bye—i«2t 4 ¢ ¢, each coupling to a lower level, with corresponding Rabi fre-
quenciesy = 2ucpFs/h andQ, = 2ucaF:/h. Detunings of these fields with respect to the upper
bare atomic levelc) are Ay = wy — wep ANAA; = wy — wea. The E; field comprised of a carrier

(pump) £; and a modulation (probéjs field in the form:
Ey(t)e ™t = Bre ™1t 4 Bgem st (4.7)
= <E1 + Esexp*ict) exp” 1t (4.8)
andA; becomesA;. The population decay rateg: and~yc are from level|c) to the lower levels

|a) and|b) respectively~na andyap are the population exchange rates from leyeldo |b) and|b)

to |a) respectively. The coherence dephasing rates (from Eq. A.3) are:

Tep = ’ch+’72ac+’7ab’ (4.9a)
Iea = 'Yac+'Y§c+'Yba’ (49b)
Tpa = dbatied, (4.9¢)

The quantityp;; = o;;uije” it is the dipole moment expectation value foe£ j and the
population for; = j. The atomic response can be calculated from the density matrix equations of
motion as shown in Appendix A. The explicit form of these equations is shown in Appendix D.1.

In the matrix formulation,

T
R= Paa Pbb, Pcby, Pca; Pbay Pbc; Pac, Pab > (4'10)

and S in Eq. A.7 is a constant vector. Since there is a bichromatic field on one of the transition,
the matrix formulation of these equations are solved with a perturbative (in field strength) Floquet
harmonic expansion as outlined in Appendix B. The linear susceptibility of the probe field can
be obtained from the fourth element of tii& vector (083) and the nonlinear susceptibility (for
self-phase modulation) from the fourth element of fiige vector (o((;?). The total susceptibilities

of the pump fields¥»; and E; can be obtained from the thir¢£€)) and fourth eIemenLoég)) of the

Ry vector respectively. The population in the lower levelsand|b) are from the first and second
elements of thé?, vector (paa andppp) respectively and using Eq. A.6, the population in the excited
level can be calculated. The MS version of the Matlab (computer) code described in Appendix E is

used to perform the numerical simulation with the three-ldveystem chosen.
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3-level A system dressed state picture

An analytical result can be obtained using dressed states. The transition between the lower levels

are assumed to be electric dipole forbidden. The Hamiltonian foh thstem is:

H =H,+ H;,,, (4.11)

where
ﬁo = Aat""f{fl'i_ﬁf% (412)
Hipe = —7[E1(0) + Ey(0)], (4.13)

H,; is the atomic Hamiltoniani ;, is the Hamiltonian of pump field 1, arfd, is the Hamiltonian

of pump field 2.
o) —— oy —@— lc)
@) @) )
2% de) %% de) (O % 4
b) [b) —— b
ja) —@— la) la)
‘}’ll,nz, a> |n1-1,n2, C> ‘}’ll—l,n2+1,b>

Figure 4.16: Degenerate atom-field states of Ahgystem, with absorption of the; photon and
emission of thes; photon. The location of the sphere denotes which atomic energy level the electron

is occupying.

The atom-field degenerate states (Fig. 4.16) jargns, a), [n1—1, ne, ¢), andjn; —1, na+1, b),

wheren; (ns) is the number of photons in mode (w-»). The Hamiltonian can then be written as

(m — 1)77,601 + (TlQ + 1)hw2 + Ep %hQQ 0
I:I = —%hQQ (n1 — l)ﬁwl + nohwsy + E¢ —%FLQl
0 %th nihwi + nolws + Ey

A=Ay iy 0
= (mhwy + nohwy + Ea) +h | —iQy A, —i0, |, (4.14)

0 0
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Evaluating the eigenvalues of the simplified matrix,

(A1 = 8 = N[(A1 = () — (50)(—20)] L0l 20(-N)] =0, (415)

2 2 |2
(A1 =Dy = NN = Apd = = H ]+ 5A=0, (4.16)

042 0y? 0412
)\3—(2A1—A2))\2—[| i‘ —(Al—AQ)Al—&—‘ j’ ]/\+(A1—A2)| i' =0. (4.17)

The cubic equation 4.17 can be solved numerically, or analytically by assuming a two-photon-

resonance conditioi; = Ao to obtain

Q2 |Q)?
A3—A1A2—[‘ 17 9] I\ = 0. (4.18)
4 4
The first solution is
A1) =0. (4.19)
Let
A = A, (4.20)
0 = P+ 2 (4.21)
and the second and third solutions are
2
A — AN — % = 0, (4.22)
A+ A2+ Q2
22,3 — % (4.23)
1 1l ——=
The triplet levels can then be calculated to obtain
EY = nihw 4 nohwsy + Ea, (4.25)

ET = nihw + nohws + Ea+ gA + g\/N + 02, (4.26)
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with the corresponding eigenvectors

|n1,n2,0) = cosalny,ne,a) +sinaln; — 1,n9 + 1,0),

[n1,ne,+) = isinasinf|ni,ny,a) —icosasin@|n; —1,n9 + 1,b)

+cosfny — 1,n9,c),

ni,ng, —) = —isinasinfng,na,a) +icosacosfng —1,ng + 1,b)

+sinfn; — 1,n9,¢),
where

tan20 = +——=

tana = —.

(4.27)

(4.28)

(4.29)

(4.30)

(4.31)

Since there is no state) in |ni,n2,0), the latter is known as a “dark-state”. Together with

the initial assumption of no transitions between the lower levels, and in the two-photon-resonance

condition, this is a perfett‘dark-state”. The (sideband) resonances as seen by the probe field on

the|a) — |c) transition with respect ta; (¢) are:

Ary =0,
1 L 2 020 2
Aoy = —§A1—§ AT + Q7 + Q3,
1
Ay = —3 A2+ 02+ Q2
1 1
Avo = FAI+5/AT+07+03,
Ago = 0,
1 L a2 o202
Af(] - §A1—§ A1+91+Q2,
1
A, = 3 A2+ Q2 +Q3,
1 1
Bo- = —z01+5 A} 4+ QF + Q3
A__ =0

2There is no decay of the dark state, and the absorption spectrum has a delta function linewidth with complete trans-

parency.

(4.32)
(4.33)
(4.34)
(4.35)
(4.36)
(4.37)
(4.38)
(4.39)

(4.40)
(4.41)
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Results
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Figure 4.18: Large SPM in the absence of linear and nonlinear absorption of the Doppler-broadened

DS-EIT system.

A set of field parameters can be found such that the SPM term is still large while both the
linear and third-order nonlinear absorption are negligibly small (Fig. 4.17). There is also neither
appreciable absorption of the pump fields nor appreciable population in the excited state. Thus,
the transparency window, that is dependent on the Rabi frequencies, does not shift as the beams

propagate. Doppler-broadening did not destroy this feature (Fig. 4.18).
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4.5 Summary

In this chapter, a few nonlinear processes that occur in multi-level systems are introduced . Some
of these processes can be enhanced by the quantum interference processes described in the previ-
ous section. Some might compete against them, resulting in a weaker signature of the quantum

interference effect as will be shown in the next chapter.
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5 Coherent Population Trapping in a Real

Atom

5.1 Introduction

To better understand CPT and the atomic properties of sodium, pump-probe experiments were per-
formed with a sodium vapor cell. The first experiment [84] involves probing the Doppler absorption
spectrum of the sodium vapor with the frequency of the pump field held fixed. In the second exper-
iment [85], both fields are scanned across the Doppler profile. It was mentioned in Chapter 2 that
CPT can completely eliminate the response of the medium to the preparation fields. However, it was
noted that CPT can still be utilized to enhance other processes. Experimental demonstrations [86]

of this sort of enhancement are reported in this chapter.

5.2 Experimental Layout

Coherent CR699-21 continuous-wave (CW) dye lasers were used to provide the applied optical
fields for the experiments. Rhodamine 590 tetrafluoroborate (530.38 mole), also known as R6G,
dye was used to obtain a laser output frequency atxtiees of sodium. The absorption spectrum

of Rhodamine 590 is shown in Fig. 5.1. This dye can be pumped by a variety of sources; the

optimal pump source for operation around fh# line of sodium is either an Argon-ion laser at 514

nm or a second-harmonic Nd-YAG laser at 532 nm. The solid state Spectra Physics Millenia series
lasers were used. These CW pump lasers use internally diode-pumped neodymium-doped yttrium

vanadate (Nd:YVQ) crystals as the gain medium. The 1064 nm output is frequency-doubled with
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Figure 5.1: Absorption spectrum of Rhodamine 590 dye.

a temperature tuned lithium triborate (LBO) nonlinear crystal. The Millenia V is a 5W laser while

the Millenia X is a 10W laser.

A Burleigh WA4500 wavemeter monitored the wavelengths of the fields. This wavemeter has
a wavelength accuracy of 0.001 nm. Figure 5.2 shows the experimental layout drawn technically.
The layout is fairly general and various components can be swapped out to perform the various ex-
periments. The layouts for each experiment are drawn schematically in their respective ségtions.
(blue) indicates vertical polarization, ard (red) indicates horizontal polarization. Note that the
periscopes rotate the polarization of the output of the lasers from vertically polarized to horizontally
polarized. The polarizing beam splitters (PBS) were used to combine and separate beams of orthog-
onal polarization while regular beam splitters (BS) were used if the polarization of the beams are
identical. The halfwaveX/2) plates were used to rotate the polarization of the beam. The spectra
are detected with silicon photodiodes, or photomultiplier tubes, and monitored with an oscilloscope

(OSC) or a spectrum analyzer (SA).

The Brimrose acousto-optic modulator (AOM), designed to operate at 590 nm, has a center
frequency of 1772 MHz and is tunable- @50 MHz). It was used to downshift the frequency of a
part of the Laser 1 beam t@. This AOM is also capable of imposing an AM (50 MHz bandwidth)
signal on the optical beam. The other AOM’s are ISOMET 1205-C with a center frequency of 80
MHz driven by the D301B driver for frequency shifting (FS) or the 232A-1 driver for amplitude
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modulation (AM). The frequency tuning range for the D301B is 60—100 MHz and the modulation
bandwidth of the 232A-1 driver is 35 MHz. A part of the Laser 1 beam was double-passed through
the FS ISOMET AOM to enable the frequency sweepof

A polarization maintaining optical fiber, designed to operate at 600 nm, was used to provide
mode matching of the mutually-orthogonal, linearly polarized beams that were directed into the
sodium cell. Unwanted birefringence that are caused by stress on the fiber will rotate the polarization
of the beams in the fiber. Extra care was taken to prevent this rotation. A reflective diffraction grating
(1500 lines/mm) was used after the cell to separate the frequency components/{at ane D2

lines) of the beam that have the same polarization.

+80 MHz
o AM Dye Laser 2
>
G S CR699-21 . Millenia X
S »y—5
A VLo Grating N
-1612 MHz 1
2 Sodium Cell I v *'
vy, ® Vi

S S %

Mirror Lens |:|
Vz, v 3 <> Fiber

50/50 BS

% Detector |:|

PBS

+160 MHz Vi
+FS

BS

;%
e
N
Q
<

A2
plate Millenia V. |— CR699-21

Periscope

IOJOWIDABA

Dye Laser 1

Figure 5.2: Technical drawing of the experimental layout. The components are color-coded to avoid

cluttering with extra labels.
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Figure 5.3: (a) Central flange and (b) cold finger of the vapor cell.
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Figure 5.4: Sodium vapor cell used in the experiment. (i) Schematic drawing of thexcell.
Thermocouple wires are placed at these locations to measure the temperature. (ii) Fluorescence

inside the cell.
5.2.1 Sodium vapor cell

A hot vapor cell was used for the experiments. The 7-cm-long vapor cell is made up of a stainless
steel body with sapphire viewports and an all-metal outlet valve. These parts are required as they

can withstand the corrosive nature of sodium and the heat from the heating tapes. A new flange [see



5.2. EXPERIMENTAL LAYOUT 51

Fig. 5.3(a)] is designed such that the vapor cell has a short evacuation time without compromising
the outlet valve that seals the cell. The solid pieces of sodium were placed in the cold finger, which
was also designed and custom made [Fig. 5.3(b)]. Figure 5.4(a) shows the cell assembled from 2
3/4 in. OD circular ConFI& (CF) flanges. Figure 5.4(b) shows the fluorescence of the sodium
vapor with the excitation of the dye laser. The whole cell, comprised of the cold finger, cell body
and outlet valve, was heated (mad%0°C) with electrical heating tapes and insulated, with the cold
finger at a slightly lower temperature. This ensures that the sodium vapor will condensate back in
the cold finger instead of condensing on the viewports. Type E thermocouple wires were placed at
various locations of the cell as indicated by the asterisks in Fig.5.4(a) to measure the temperature.
The conversion table for the thermocouple at ice-point is shown in Fig. 5.5. An offset equal to the

room temperature needs to be added to the value obtained from the chart.

25

20

Voltage, mV

10 /

0 50 100 150 200 250 300

Temperature, °C

Figure 5.5: Conversion chart for Type E thermocouple wires at ice-point.

The number density of the sodium vapor is dependent on the temperature T (in degree Kelvin)
of the cell which in turn governs the vapor pressure as given by [87]. The vapor pressure can be

approximated by
p[mmHg = exp[—(a/T) + d], (5.1)

wherea = 12423.3 andd = 17.3914 for sodium. The number density is

n _ plPd

= atoms / m, (5.2)
mmHg

— 9.66084 x 10157 —— atoms/ cri (5.3)
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Fig. 5.6 shows the vapor pressure versus temperature for atomic sodium. The curves of the monatomic
and total (monatomic and diatomic) pressure overlaps almost completely in this temperature range,

indicating that monatomic sodium is dominant.

1E+02 \

1E+00
o0 1E-02
jan) | — Total Pressure |
g — Monatomic Pressure
1E-04
1E-06
1E-08

100 200 300 400 500 600

Temperature, °C
Figure 5.6: VVapor pressure versus temperature.

Itis not possible seal a temperature gauge, that is resistant to sodium, inside the cell. Therefore,
the temperature of the outside of the cold finger was used to determine the number density of the
sodium vapor. The value is fairly accurate once the cell has achieved local thermal equilibrium at

the desired temperature.

Sapphire windows were used for the viewports of the cell since it can withstand the corrosion
and the heat. However, sapphire is birefringent. The laser beam was not directed perpendicularly to
the sapphire window but at a very small angle. This is to prevent the back-reflected beam from in-
troducing an extra field into the process being studied, even if a standing-wave mode is not created.
The optic axes of both of the sapphire windows are parallel to the surface of the window and po-
sitioned vertically. This causes the vertically polarized light (aligned to the optics axis) to become
an extraordinary wave and the horizontally polarized light to be an ordinary wave. The incident
light will not have their polarization rotated but this setup can be used only for linear orthogonally

polarized light and not circularly polarized light. A slight but not overwhelming rotation still exist.

Fig. 5.7(a) shows the side view of the pumping station that was built which is capable of evacu-

ating the vapor cell down td0~" torr. This is required to ensure there is no water vapor and other
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Figure 5.7: The vacuum pumping station.
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contaminant inside the cell. The roughing pump was use to pump the system to low vacuum, at
which point the diffusion pump takes over to pump the system down to high vacuum. The liquid
nitrogen cold trap can be used to prevent back flow of pump oil into the vacuum system. The station
was designed to allow buffer gas to be bled into the cell, see Fig. 5.7(b). A thermocouple and ion
gauge pair was used to measure the pressure. The mechanical gauge was used to determine the
amount of buffer gas when a high buffer gas density is required. A thermistor gauge was also used
to verify the pressure readings. Buffer gas can be bled into the cell even when the cell is hot. How-
ever, evacuating the cell cannot be done until the cell is cooled to avoid having the sodium vapor

escaping out of the cell and condensing on the tubing or in the pumps.

5.3 Thirteen Resonances of the Sodiu@1 Line

5.3.1 Experiment

Polarizing
Pump Beam Splitters
Beam / \
Dye Laser 1 H 0 0 I I u —i——
Half-Wave  Beam Sodium Cell
Plate Expander Probe
G' Beam

Dye Laser 2

Figure 5.8: Schematic layout of the thirteen resonances experiment.

The study of the atomic properties of sodium was performed with a pump-probe experiment
around theD1 line of sodium as depicted by Fig. 5.8. The fixed-frequency pump begwas
obtained from a CW dye laser and a weaker frequency-scanned probe hgamag produced by
another identical dye laser. The pump and probe beams are collimated, co-propagating, collinear,
and are linearly and orthogonally polarized. It was assumed that the diffusion time of sodium atoms
across the path of the laser beam is the dominant contributor of the dephasing rate of the ground
state coherence. As the atoms (which are pumped into the dark state) propagates out of the laser

path and collide with the walls of the sodium cell, they dephases. When these atoms returns to the
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laser path, since they are no longer in the dark state, these atoms need to be re-prepared. These
transit time effectsare reduced through the use of a spot size of the pump beam larger than that of
the probe. This larger spot size was achieved by passing the pump beam through a telescopic beam
expander. The vapor cell was pumped down to“frr and no buffer gas was introduced. The

cell was then heated to 152 creating a number density ©f6 x 10!! atoms/cr with a minimum
transmittance of 25% for the probe beam in the absence of the pump beam. After passing through
the cell, the probe beam was separated from the pump beam by a polarizing beamsplitter and fed to

a photodiode.

(AP/AD) (AP/AD) One-photon

(AA)l(AA) S) VTMV)  (S) (AA)l(AA) two-level (S)

AN

¢.

. 1

Two-level (T)

I

Three-level V (V)

\/

Three-level Lambda
(AP/AD)

- -1 Four-level double-
: : : Lambda (AA)

Pump-probe detuning (GHz)

(a) No pump

i (b) Weak pump

- (c) Strong pump

Probe transmitted power (arb. units)

Figure 5.9: Probe transmission versus pump-probe detuning for various pump intensities. The types
of resonances are labelled on the top and the subsystems where the resonances occur in are shown

on the right.

Curve (a) of Fig. 5.9 shows the experimental probe beam transmission spectrum in the absence

of the pump beam and is included as areference. Curve (b) is the probe transmission for comparable

ransit time effects can be included as an incoherent dephasing contribution to the Raman transition.
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pump (9.7 mW/crh) and probe intensities (1.3 mW/én Curve (c) is the probe transmission in the
presence of a strongly saturating pump field (525 mWjcifihe curves are displaced vertically for
clarity. Each of the resonances can be explained in terms of a simplified level structure denoted by
the symbols at the top, and the subsystems in which the processes occur are shown on the right-side

of Fig. 5.9.

The sodiumD1 line (589 nm) is comprised of transitions from either of the two hyperfine
ground levels (1772 MHz apart) to either of the two hyperfine excited levels (189 MHz apart) as
shown in Fig. 3.2. The pump field is tuned to connect the mid-point of the lower levels to the mid-
point of the upper levels while the frequency of the probe field is swept across the Doppler profile.
The D1 line is Doppler-broadened and is not a pure two-level system, thus the saturation intensity

is larger than that for a simple two-level transition (6 mW/&nfior sodium).

The two broad transmission dips (labelled S) 1772 MHz apart result from the single-photon
Doppler-broadened transitions between the hyperfine ground levels and the excited levels. These
dips have a full-width-half-maximum (FWHM) linewidth of 1500 MHz. The hyperfine excited lev-
els, however, cannot be resolved with a single field because of Doppler broadening. The central
transmission peak (T) is a consequence of forward degenerate four-wave-mixing (FDFWM) and
saturation in a two-level subsystem. The inner pair of spectral features (V) is a result of difference
frequency crossing (DFC) resonance and non-degenerate four-wave mixing (NDFWM) in a V sub-
system. The outer pair of transmission peakPB), which is most visible in curve (c) of Fig. 5.9,
results from coherent population trapping (CPT) iA aubsystem. The broader transmission dip
(AD) and the pair of satellite dips\(\) around the CPT peak in curve (b) are due to optical pumping

in the A and doubleA system respectively.

Because of Doppler broadening of the transition frequency, both the pump and probe fields can
excite all of the optical transitions in the four-level hyperfine structure. Consequently, each feature
except the central peak appears twice, once on either side of the pump frequency. For a given
applied field intensity and frequency, the Rabi frequency (due to different dipole strength [87, 88])
and the detuning of that field is slightly different for each transition. On the other hand, the particular
geometry of the experiment resulted in an almost complete cancellation of Doppler broadening for
the multi-photon transitions. Residual Doppler broadening need only be taken into account when the

width of the resonance is very narrow. In each particular configuration for each of the resonances,
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phase matching is partially achieved as described in Section 4.3.

Two intensity regimes were studied in the experiment. When the pump field is only weakly
saturating, all thirteen resonances are visible. If the pump intensity is much larger than that of
the probe field, many of the features wash out and conventional optical pufripismnificant,
which effectively reduces population in the subsystem under analysis. Within each intensity regime,

power-broadening did not modify the features significantly.

Probe transmitted power (arb. units)
Probe transmitted power (arb. units)

-2 0 2 2 0 2
Pump/probe detuning (GHz) Pump/probe detuning (GHz)
(a) (b)

Figure 5.10: Probe transmission versus pump/probe detuning for various pump detunings with a (a)
weakly saturating and (b) strongly saturating pump field. The arrow designates the pump frequency

in each case.

As the pump frequency is tuned across the Doppler profile, conventional optical pumping which
transfers population from one ground level to the other is evident from the top to the bottom spectra
of Fig. 5.10(a) and Fig. 5.10(b). When the pump field is tuned closer to one of the V (or dbuble-
subsystems, the contributions to the red-detuned and the blue-detuned peaks (dips) are different.
The robustness of the CPT signal is clearly seen as the peak still persists even in the wings of the
Doppler profile. The best condition for observing the two-level and V subsystem resonances occurs

when the pump field is tuned between the two hyperfine ground levels (middle spectra of Fig. 5.10).

2See Section 4.2.2.
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5.3.2 Theoretical four-level model

F=2 |d)

2 =1 |C> yf i \z\\;d
Yad; ¢
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F=2 |b>
2 F=1 fa)

Figure 5.11: Energy level diagram of the four-level model.

The hyperfine structure of sodium was modelled with the four-level system shown in Fig. 5.11
to interpret the experimental results. The interaction Hamiltonidni§ comprised of four pairs

(pumpEp and probeﬁs) of fields corresponding to each of the four transitions, and is represented

by
Via =hQ = —pgal, (5.4a)
Vb =y = —piape, (5.4b)
Vea =H€3 = —pica, (5.4c)
Veb =hQy = —pee, (5.4d)

where€ is defined in Eq. B.1. The decay rates between hyperfine excited lexgland vqc)

and between hyperfine ground levelgy and ~,3) are nonradiative and much smaller than the
spontaneous emission rates of the optical transitions {vd, Yac, andyne). Consistent with the
experimental condition of low sodium density and no buffer gas, collisional broaderfifih (s
ignored in the theoretical model. The equations of motion are defined in Appendix D.2 and solved
with a Floguet expansion as outlined in Appendices A and B. The rotating frame transformation
is performed with the frequency of the pump field at each transition. The atomic response of the
probe field is calculated to first order while the response of the pump field is calculated exactly.

The density matrix element obtained for a single atom is averaged over a Maxwellian profile to take
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Doppler broadening into account. The MS version of the Matlab code (Appendix E) was used for
the numerical simulation. The responses of each subsystem are computed separately by choosing

the appropriate option.

Each hyperfine level consists of multiple Zeeman magnetic sublevels. Since stray magnetic
fields are negligible under the present experimental conditions, these sublevels are nearly degener-
ate. A brief discussion on the effects of stray magnetic fields is presented in Section 5.3.4. By using
orthogonal linear polarizations for the fields, the effect of optical pumping into uncoupled Zeeman
sublevels is minimized [88]. Therefore, Zeeman sublevels are ignored in the model. Pump depletion
effects and intensity variations across the beams are also neglected in the present theoretical analy-
sis. The other parameters used in the numerical simulation correspond to those of the experimental

setup.

Each resonance will now be described using a simplified elementary-system model and the

numerical spectra are compared with the experimental ones.

5.3.3 Elementary system analysis

| Experiment

vV

| Theory

Probe transmission (arb. units)

-0.2 0 0.2

Pump-probe detuning (GHz)

Figure 5.12: Resonances associated with the two-level and three-level V subsystems for the case of

comparable pump and probe intensities.

The central degenerate transmission peak labelled T in Fig. 5.12 consists of two features: a

2 MHz FWHM sub-natural-linewidth peak superposed on a broader 45 MHz wide feature. The
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narrower peak can be understood as a FDFWM process in an open two-level subsystem as depicted
in Fig. 4.7. Anidler photon is generated with the absorption of two pump photons and the emission
of one probe photon. The decay to the other hyperfine ground [Bvptovides additional decay
channels. The additional excited level decay is governed by spontaneous emission which is larger
than that of the extraneous decay of the ground level. This satisfies the requirement for resonance
narrowing ¢¢ > va). In Fig. 4.7 w1 andws are from the same pump field and is from the probe

field. In Fig. 5.11, the pump photons are taken from the pump portiéty ahd the probe from the

probe portion of?;, wherei can be either 1, 2, 3 or 4.

The width of this feature is determined by thermal redistribution, the dephasing rate between
the two lasers, residual Doppler broadening, and diffusion of atoms into and out of the interaction
region. Inthe present experiment, transit time effects are the dominant contribution of this linewidth.
The idler field is of the same polarization as the probe field and both fields are polarized orthogonally

to the pump field. As such, the detector measures both the probe and idler fields.

The broader peak is a consequence of saturation: hole burning [see Fig. 4.1(a)] in a Doppler-

broadened two-level medium. The width is power-broadened to a few times the radiative linewidth
(1/11).

The pair of 45 MHz wide transmission peaks labelled V in Fig. 5.12, 189 MHz away from
the central peak, occurs as a result of saturation (DFC) and four-wave mixing (NDFWM) in a V
subsystem. This effect occurs when the frequency difference of the pump and probe fields matches

the frequency separation of the excited levels.

The pump field saturates the) — |d) transition, depleting the ground levekg) population as
shown in Fig. 4.3(a). The probe field on the — |c) transition experiences reduced absorption as a
result. When the probe field is blue-detuned from the pump field (pump dnjthe |c) transition,
and probe on théu) — |d) transition), the other absorption dip (at +189 MHz) is obtained. The

linewidths of the DFC resonances power-broadened from their 20 MHz homogeneous width.

However, the process of DFC does not account completely for these transmission peaks. The
experimental curve of Fig. 5.12 shows one of the V subsystem peaks being stronger than the (broad)
saturation peak of the two-level subsystem. For each hyperfine ground level, the two-level satura-

tion process can couple to two velocity subgroups of atoms, one for each transition to an excited
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hyperfine level. The DFC process, however, is resonant with only one velocity subgroup. Therefore,
the DFC peak will never be larger than the two-level saturation peak regardless of where the pump

field is tuned.

NDFWM in the V subsystem accounts for the discrepancy. The idler field peaks when the
pump-probe detuning matches the frequency separation of the excited levels (189 MHz) as shown
in Fig. 4.8. As with the FDFWM case in the two-level subsystem, the detector measures both the
probe and the idler fields. But unlike the FDFWM peak, there are no line narrowing effects and
the width of the resonance is of the order of the homogeneous linewidth that power-broadens to
a lesser extend than the DFC feature. The theoretical spectrum of Fig. 5.12 does not include the
contributions from the idler fields of both the FDFWM and NDFWM processes although all the
processes are involved in the numerical simulation. When the intensity of the pump is increased,

the resonance due to DFC washes out partially leaving mainly the NDFWM contribution.

The most striking manifestation of EIT in /& system is the dark state created through CPT.
Even though there are two close-lying excited levels in the hyperfine structure, it has been shown
that the extra off-resonant level only slightly perturbs the CPT system and modifies only the phase
of each field component [89]. By tuning to the center of gravity of the set of hyperfine levels that
constitute the upper level of the subsystem, CPT can be achieved just as in a pure three-level
A system [90]. CPT has also been observed using circularly-polarized fields to couple particular

Zeeman sublevels [91].

If the intensity of the pump field is comparable to that of the probe field, a 45 MHz wide
broad absorption feature centered on the 2 MHz wide CPT transmission peak is present as shown
in Fig. 5.13 [see also Fig. 4.2(b)]. When the pump intensity is increased, the broad transmission dip

washes out. This dip has a similar origin as the resonance described below.

In Fig. 5.13, a pair of 45 MHz wide satellite transmission dips is symmetrically displaced by 189
MHz from the central CPT feature. These two transmission dips as well as the broad dip centered on
the CPT feature are inverted DFC resonances caused by optical pumping in addition to saturation.
For distinction, the satellite pair will be referred to@asss-transition resonancewhich occur only
in a doubleA system. Unlike the usual doublesystem analyses which include at least three fields,
here there are only two and the transitions they couple to do not share a common initial or final level

as illustrated in Fig. 4.4(a). From Fig. 4.4(b), the absorption peak obtained is with the pump field
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Figure 5.13: Resonances associated withtlamd doubleA subsystems for the case of comparable

pump and probe intensities.

tuned to thela) — |d) transition and the probe field to the®) — |c) transition. The resonance
is at the pump-probe detuning of the frequency difference between the two transitions, -(1772 +
189) MHz. The other three cross-transition resonances are obtained in the same fashion as shown

in Fig. 5.14.

Similarly to the DFC resonance, the width of the cross-transition resonance is also slightly
power-broadened. Optical pumping lowers the saturation intensity [65] of the cross-transition res-
onances as well as the broad dip centered on the CPT feature. Therefore, these resonances wash
out much more quickly than the NDFWM resonances in the V subsystem with increasing pump

intensity, as can be seen in curve (c) of Fig. 5.9.

5.3.4 Discussion

Even weak magnetic fields can sometimes lead to subtle but important effects [92,93]. In the current
experiment the influence of weak stray magnetic fields has been ignored up to this point, but it can
manifest itself in two ways: (1) Optical pumping or other coherence effects between any of these
Zeeman sublevels can modify the strength of the features; (2) The sub-natural-linewidth features

are broadened.
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Figure 5.15: (a)A system between Zeeman sublevels. (b) Optical pumping to extreme Zeeman
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sublevels.

A narrow resonance can be obtained from coherence between Zeeman sublevels in a degenerate
two-level system as analyzed by Lezama, see Eq. 20 of [94]. Figure 5.15(a) shows dark states being
formed between Zeeman sublevels i @onfiguration within the same hyperfine level which can
enhance the FDFWM peak. This contribution is notincluded in the theoretical spectrum of Fig. 5.12.
On the other hand, when the pump field is connecting the F=F = 1 transition and the probe
connecting the F = 2» F = 2 transition as shown in Fig. 5.15(b), residual absorption can occur

because of optical pumping effects into the extreme Zeeman sublevgls-(+2) that do not form



64 CHAPTER 5. CPTIN A REAL ATOM

a V subsystem. Stray magnetic fields will broaden the sub-natural-linewidth features of FDFWM
and CPT (experimental curve of Figs. 5.12 and 5.13) because the Zeeman sublevels are not exactly
degenerate anymore. Background absorption countering CPT occurs when the fields are coupled in

an off-Raman-resonance manner as shown in Fig. 5.16.

|¢) —— o) ————F=

1 7L

(a) (b)

Figure 5.16: (a) On- and (b) off-Raman resonance coupling of the pump and probe fields.

Most of the features observed in this study involve strong modification of the atomic properties.
Nonetheless, to order of magnitude, the strength of the CPT feature can be described in terms of
an ny, or x® response. Through the Kramer-Kronig relation, the change in the imaginary part of
the refractive index is related to the change in the real part of the refractive index. As described
in an Section 4.4.2, this narrow induced transparency feature results in a large group velocity for

observing slow light.

The change in absorption is defined&s = 2An"w/c, whereAn” is the change in the imagi-
nary part of the refractive index. Using the definitiam = m;I, and the observation [see Fig. 5.9(c)]
that the absorption changes by approximately 20% from the typical value of 0:1%iarthe pres-
ence of a pump field of intensity 10 mW/énthe following can be calculated: §ny} =1.1x 103
cm?/W or Im{x®} = 2.8 x 10~2 esu. The nonlinear response per atghhl is x*)/N where N =
10'! atoms/cm. The imaginary part of the response is{n®)} = 2.8 x 10~'3 esu. By comparison,
the measured nonlinear response in a BEC [21], with the inclusion of an additional Stark shift, is:

Im{ny} = 0.18 cnt/W, Im{x®} = 4.5 esu, and Ify®} = 5.6 x 10~ esu.
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5.4 Influence of Coherent Raman Scattering on CPT

Stray absorption as described earlier can cause the CPT resonances to be smaller but does it account
completely for the observations in the experiment? A more detailed study is carried out next.

The probe laser was tuned across the Doppler profile with the frequency of the pump field fixed
around the center of th@1 line in the preceding section and a variety of resonances were observed.
In the following experiment, the resonance of CPT is studied with a smaller Raman detuning scan

sampled across the Doppler profile.

5.4.1 Experiment

BS +160 MHz + 8/2n
[Aon]
Dye Laser 1 ) AOM
L Vl
-1612 MHz
[ 4 u \
” AOM * :
PBS
A/2 plate V2
Sodium Cell
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pos. [l
l { )
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| ! BS Y,
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Figure 5.17: Schematic layout of the experiment to study the effect of coherent Raman scattering

on CPT.

The Raman scattering - population trapping (CRS-CPT) experimental layout is depicted in
Fig. 5.17. The experiment was performed with a single CW dye laser instead and the laser out-
put was split into two beams. The polarization of one of the beams is rotated such that the two
beams are of linear and mutually orthogonal polarization. The vertically polarized beam (blue) was
double-passed through a variable-frequency AOM to vary the detufiji2g) around the Raman
resonance and was up-shifted in frequency by 160 MHz. The frequency of this bgamr{omi-

nally resonant with the transition between the-A ground level and the unresolved excited levels
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(F) of the sodiumD1 line. The horizontally polarized beam (red) was passed through a fixed fre-
quency (-1612 MHz) AOM to downshift the frequency of the beam. The frequency of this second
beam (») is nominally resonant with the transition involving tlhe= 2 ground level. This layout
creates a frequency difference between the two beams of 1772 MHz, close to that of the hyperfine
ground levels separation of atomic sodium. These beams were combined using a polarizing beam
splitter and directed into a sodium vapor cell. The power of each collimated beam going into the

cell was 15 mW with a ¥ intensity diameter of 4 mm.

The vapor cell was shielded with a mu-metal case to reduce stray magnetic fields. 0.4 torr of
helium was added to reduce the rate at which the sodium atoms diffuse out of the path of the laser
beam instead of expanding the spot size of beam as was done previously. The cell was heated to
150°C producing a number density of 10atoms/cm. After propagation through the vapor cell,
the beams were separated with a second polarizing beam splitter, detected with photodiodes, and
monitored with an oscilloscope. A second dye laser was used as a local oscillator in a heterodyne
detection setup to determine the frequency of any generated field. A second halfwave plate together
with the polarizing beam splitter (after the cell) were used to select which polarization component
is mixed with the local oscillator and sent to the spectrum analyzer. Note that any designation of
field polarization refers to that of the beam before and in the cell, since the portion of the beam that
is sent to the spectrum analyzer is always horizontally polarized to enable mixing with the local

oscillator beam.

The detuning timings are illustrated schematically in the inset of Fig. 5.18(a). The Raman
detuning §/27) was rapidly dithered as the single-photon detuniagZr) was scanned slowly
across the Doppler profile. The single-photon detunings of both beams were scanned by varying
the frequency of the dye laser, whereas the Raman detuning was varied with the double-passed
AOM. This dual-scan technique permits the observation of the Raman atomic response across the
Doppler profile. There are three regions in the observed transmission spectra of Fig. 5.18(a). In
Region |, induced absorption of the vertically polarized component is observed when the frequency
difference between the two pump fields is tuned to the Raman resonance; the other component
experiences increased transmission and even gain (note that the signal is larger than the far-off-
resonance background). In Region Il, both beams experience induced transparency. In Region I,

induced absorption is observed for the horizontally polarized beam and increased transmission and
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Figure 5.18: (a) Dual-scan experimental transmission spectrum of each polarization component.

Inset: Timing diagram of the detuning scans. (b) Energy level diagram depicting CARS (Region

). (c) Energy level diagrams showing CARS on the left and CSRS on the right which occur simul-

taneously (Region Il). (d) The beat signals are of the horizontally polarized fields (Region I) when

the two pump fields are o (= 0) and off § # 0) the Raman resonance. (e) The beat signal

of the horizontally (vertically)-polarized fields shows the presence of the CARS (CSRS) idler field

(Region ).
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gain is observed for the vertically polarized beam. In the transition areas between these regions
[near the two vertical bars in Fig. 5.18(a)], the spectra have a dispersive-like profile. This is due to

competition between the gain and induced absorption processes.

The underlying physical process giving rise to the rich spectral behavior of Fig. 5.18(a) is co-
herent Raman scattering. The energy-level diagram of Fig. 5.18(b) depicts CARS, which is the
dominant process with red-detuned pump fields (Region I). The vertically polarized{iatds as
an energy source which contributes two photons to amplify the horizontally polarized-fialt
create an anti-Stokes photon which is also horizontally polarized. CSRS is the dominant process
with blue-detuned pump fields (Region IIl). In this region, the fielgsandwv» swap roles as the
energy source and recipient, and an increase in the number of vertically polarized photons is ob-
served. In Region Il, both CARS and CSRS [left and right energy level diagrams of Fig. 5.18(c)]
occur simultaneously with comparable strength which leads to a cancellation of the number of pho-
tons absorbed from and emitted into each polarization component. Because of this cancellation,
the transmission peaks observed in each polarization component occur entirely as a consequence of

conventional CPT.

The presence of the idler field is confirmed by performing a heterodyne measurement of the
frequency content of the beam emerging from the sodium cell. The frequengydf the local
oscillator used in the measurement in Region | is tuned to approximatel20 MHz as shown in
Fig. 5.18(b). Figure 5.18(d) shows the heterodyne signal of the horizontally polarized component
for frequencies near the difference frequency (1772 MHz) of the two pump fiéldsauid Es),
which are red-detuned from the optical resonance. The beat signals are plotted on a linear vertical
scale. The central peak of this spectrum is a reference signal representing the beat note between
the two pump frequencies. This signal is present because of uncompensated birefringence in the
sapphire windows of the vapor cell, which tends to mix the two initially orthogonal polarization
components. This peak also has a small contribution from the beat néig arfid the generated
field E5. The left-most peak in the spectrum is the beat signal between the local oscillator and
Es. The right-most peak is the beat note between the local oscillator and the generated anti-Stokes
field; this contribution is greatly diminished when the two pump fields are detuned from the Raman
resonance. The pump fields are tuned off the Raman resonance by shif{wdile holding s

fixed), which causes the positions of the other two peaks to shift. The outer peaks are broader than
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the reference peak because the two dye lasers are not phase-locked; consequently the beat frequency
fluctuates. CSRS is also present but much weaker and the CSRS signal is on the vertically polarized

component of the beam and far off resonance with the beat néte atr72 MHz.

The beat-note spectrum (not shown) for blue-detuned pump fields (Region IIl) have a similar
appearance. The generated Stokes signal is vertically polarized and the beat note of the Stokes
signal is observed (around 1772 MHz) by heterodyning the vertically polarized component of the

beam with a local oscillator tuned nea.

When the pump fields are tuned near the single-photon resonance (Region Il) both the CARS
and CSRS processes influence the transmitted beam. The frequency of the local oscillator is tuned
to approximately;, - 10 MHz for observing the CARS signal and approximately+ 10 MHz
for observing the CSRS signal, as shown in Fig. 5.18(c). CARS (CSRS) generates a horizontally
(vertically) polarized idler field which can be observed in the beat signal spectrum of the horizontally
(vertically) polarized beam with the pump fields on Raman resonance [Fig. 5.18(e)]. The reference
and left-most peaks become lower when the pump fields are tuned away from the Raman resonance.
This occurrence is due to the reduction of CPT in the off-Raman resonance condition while the pump
fields are tuned near the peak of the Doppler absorption profile. This trace is noisier than that of

Fig. 5.18(d) because less signal averaging was used in the present case.

The scattering efficiency is fairly largeS 40%, as deduced from the dip of the spectrum in
Region | of Fig. 5.18(a). In the presence of background absorption, not every scattered photon is
detected. Therefore, the scattering efficiency is not calculated using the peaks. These experiments
were repeated without any buffer gas in the cell and similar spectra were observed but with slightly
reduced strength of the resonance features. This result shows that pressure broadening is not re-
quired for the occurrence of these Raman scattering processes. The amount and type of buffer gas
were also varied. For all of the buffer gases used (helium, argon and nitrogen), the resonances are
narrowed and the Raman scattering processes are enhanced as the buffer gas pressure is increased
up to a value of a few torr. This behavior is due to the reduction of the ground state decoherence
rate® which, in this regime, is determined by the diffusion of sodium atoms out of the laser beam.
Upon increasing the buffer gas pressure still further, all the resonances were found to weaken. In

this regime pressure broadening of the optical resonance becomes important, and the saturation in-

3The reduced ground state decoherence rate causes an increase in the scattering efficiency.
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tensity increases with buffer gas pressure. For the laser intensities used, the Rabi frequencies are not
large enough to create a significant amount of ground state coherence. This trend was also observed

in the numerical simulations.

5.4.2 Theoretical six-wave\ model

G

i

la)

Figure 5.19: Energy level diagram of the six-wave three-ldvsystem.

When two applied fields (which will be call the pump fields) are tuned to the Raman resonance
of a A system, the probability amplitudes for excitation to the common upper level cancel as a
consequence of quantum interference. A coherence between the two ground states, or equivalently
a dark state [9], is thus created. In addition to providing transparency for both fields, this coherence
can be utilized for the generation of an idler field by scattering a third (probe) field off this coherence.
Based on energy conservation, the frequency of the idler field differs from that of the third field by
the frequency difference of the two pump fields that created the coherence. However, this scattering
process transfers population from one of the lower levels to the other, thus upsetting the original
dark state. Absorption of additional photons out of the pump fields is necessary for re-establishing

this dark state.

Although theD1 line of sodium couples 16 different hyperfine Zeeman levels [95], it will be
approximated with a three-leval system. This simplification will lead to some discrepancies that

are discussed at the end of this section.

In the model, each of the two applied fields andw, couple to both optical transitions of the

A system. Thev; field is tuned near the a-c transition and acts as a pump field for this transition.
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Likewise, thew, field is tuned near the b-c transition and acts as a pump field for this transition.
Sincew; is off resonance for the b-c transition, it serves as a probe field for this transition, and
leads to the generation of light at the anti-Stokes frequency. Likewiserves as a probe field for

the a-c transition and leads to the generation of light at the Stokes frequency. This circumstance is
illustrated in Fig. 5.19, which shows the system with the six field contributions. The subscript

“a” (“s”) indicates the generated anti-Stokes (Stokes) field which is not applied2Tlields are
vertically polarized while th&2, fields are horizontally polarized. The labels without and with the
prime () indicate primary (pump) and secondary (probe) contributions of the applied fields respec-
tively. The termgpumpandprobeare used only to distinguish between the two contributions of a
particular applied field. Note that although = E; the effective Rabi frequencieQ; eff(A1, fica)
andQ/Leﬁ(Al + ¢, eb), need not be equal because the detunings and the dipole matrix elements
w;; of the respective transitions are not equal. Nonetheless, the dipole matrix elements of the two

optical transitions are of the same order of magnitude.

The fields are defined as
E(t) = (E1 + Eae e ™1t 4 (Be™t + Ey)e ™2 + c.c, (5.5)

where( = w; — wq. wy is varied to change the Raman detunifigs Ay — Ay = (- (2n * 1772
MHz), whereA; = wy —weaandAs = wse — wep. Angular frequencies are used exclusively for this

section.

A rotating frame transformation and rotating-wave approximation are performed (as in Ap-

pendix A) on the density matrix equations of motion fok aystem using

pea = Ocae M, (5.6a)
Pcb = Ucae_iwt, (5-6b)
Pba = abae_i(wl_wﬁ. (5.60)

The equations are written in Appendix D.3 with the following matrix form

— T
R:[Uaa Obb Oba Oca Ocb 0Oab Oac ch]- (5-7)

R can be solved (to all orders of the field strength) using the Fourier expansion and continued

fraction method as outlined in Appendices B and C respectively. The atomic polarizatign at
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is proportional to the fourth element &, (Eq. 5.7) and the fifth element @&, (Eq. C.12). The
atomic polarization abs is proportional to the fifth element g, and the fourth element a&_;

(Eg. C.13). The atomic polarization of the anti-Stokes signal is proportional to the fourth element
of R, and that of the Stokes signal to the fifth elementiof,. The ground state coherence is

proportional tarp, (third element ofRy).

The atomic response is Doppler averaged, and the fields are propagated using the reduced wave

equation
dE;(wj,z) .
# = i2mk; Pj(wj, 2), (5.8)
whereF is the electric field P is the Fourier component of the calculated atomic polarizatads,
the wavevector, angl = 1,2,a or s. The slowly-varying amplitude approximation is used and no
transverse effects are assumed. The numerical results were computed using the LP version of the

Matlab code described in Appendix E.
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Figure 5.20: Theoretical spectra of the intensities of the two polarization components as a function

of the Raman detuningfor the three different regions of pump field detuning.

Fig. 5.20 shows the output intensities of the vertically and horizontally polarized components
versus the Raman detuniiagfor the three regions studied: Region | — red detuned pump fields
(A = —(); Region Il — pump fields tuned near to the resonance of the optical transitiors();

and Region Ill — blue detuned pump field& & ().
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Figure 5.21: Theoretical spectra of the magnitude of the ground state cohérggicafter prop-
agation, for the 3 regions studied. The dash curve is with only CPT present while the solid curve

includes both CARS and CSRS processes as well.

Fig. 5.21 shows the calculated ground state coherpmgeafter propagation. The dashed curve

is with only CPT, and the solid curve is with both CPT and coherent Raman scattering processes
present in the system. The CPT-only response is obtained by using only the zeroth Floquet order in
the simulation, i.e. only the pump fields are present. In the presence of only CPT, in an ideal homo-
geneously broadened system without propagation, the one-photon-resonant ground state coherence
has a maximal value of 0.5, which decreases significantly when the fields are far detuned from the
optical resonance. In Region Il, the peak coherence is slightly reduced when coherent Raman scat-
tering is involved. However, in Regions | and Ill, the peak coherence is actually increased. This is
not too surprising as Raman scattering is known to create coherence. The spectra in those regions
are also somewhat asymmetric and shifted. With the inclusion of coherent Raman scattering, even

the spectrum in Region Il experiences a DC Stark-like shift.

The model also takes into account the possibility of interference between the CARS and CSRS

processes. Additionally, non-parametric six-wave mixing processes are also accounted for.

The numerical results agree qualitatively with the experiment. The non-perfect transparency
of the CPT resonances is due to a variety of less important experimental imperfections that result
in weaker resonances due to additional absorption. For example, the 80 MHz AOM introduces
sidebands which reduced the coherence between the ground states. The cleanliness of the sodium
cell and purity of the buffer gases used also affects the amount of additional stray absorption that is

introduced. The simplification of the theoretical model of sodium also fails to take into account other
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less significant but concurrent processes that exist in the real system. When the second hyperfine
excited level, or the Zeeman structure (see Fig. 3.2) is taken into account, even if they’re degenerate,

the CPT resonance will appear weaker, as discussed in Section 5.3.4.

5.5 Transfer of Modulation via CPT

In this section, a modulated signal is transferred from one beam to another, which can be at a very
different part of the electromagnetic spectrum. There are two possible schemes: modulating one of
the pump fields that are used to created the ground state coherence or modulating the probe field
that scatters off that coherence. The modulated-pump scheme was performed and described here
while the modulated-probe scheme was carried out in [55]. The modulated-probe (second) scheme
involves a modulated probe field scattering off a steady dark state created by two unmodulated CW
pump fields, see [86] for details. Since the fields can be Doppler-shifted into resonance, theoreti-
cally the second scheme has a bandwidth equivalent to the full Doppler width. A very asymmetric
energy level structure is however required to achieve the transfer between different portions of the

electromagnetic spectrum.

Both techniques can be used to frequency convert an ultrashort X-ray pulse created by high
harmonic generation to the visible wavelength, which can then be used by current spectral phase
interferometry for direct electric-field reconstruction (SPIDER) [96, 97] techniques to characterize
the pulse. In the modulated-pump scheme, ultrashort X-ray pulses created by high-harmonic gener-
ation is detected by using two consecutive orders of the X-ray pulse as the pump fields. This scheme
has the advantage of being able to easily transfer the modulation between fields of vastly differing
frequencies compared to the modulated-probe scheme. However, the bandwidth for the modulation

is comparatively limited.

5.5.1 Experiment

The experimental layout of the modulated-pump scheme is similar to that of the previous experi-
ment. The beam, passing through the Brimrose AOM (1612 MHz) has an amplitude modulation
(AM) signal imposed in addition to downshifting in frequency. The two beams were combined with

a polarizing beamsplitter and coupled into a single-mode polarization-maintaining fiber designed
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to operate at 600 nm. This fiber acts as a spatial filter and ensures good mode matching between
the two beams. The output of the fiber was sent to the vapor cell. The intensities of each beam
going into the cell are 10 mW with a beam diameter of 5 mm. The two pump fields were tuned to
the Raman resonance to maximize the scattering. The multi-frequency output beam from the cell
was then split with the polarizing beam splitter, and the modulated pump field together with the
generated anti-Stokes idler field were mixed with a local oscillator from the second dye laser as in

the previous experiment.
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Figure 5.22: Beat signal spectrum of pump 2 and the idler with the local oscillator. The local
oscillator is tuned near the frequency of pump 1. The triangular wave AM signaf (sivelop

spectrum) imposed on pump 2 is transferred to the idler signal.

A modulated dark state is created by introducing an amplitude modulation on one of the pump
field. When the unmodulated probe field is scattered off this ground state coherence, the modulation
is transferred to the generated idler field as well, as can be clearly seen in Fig. 5.22. The modulation
used is a 4 MHz triangular wave amplitude modulation which gives & singelope spectrum.
However, Fig. 5.22 shows that only the first sidebands are transferred to the idler field. This is due
to the limited bandwidth of CPT, i.e. the transparency window. This bandwidth is determined by

the ground state decoherence rate. In this case, that rate is power broadened to a few MHz.
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5.5.2 Theory
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Although this scheme was performed using only fh& line of sodium with one of the pump

field also acting as the probe field, the same results can be obtained usind bo#s and three

separately applied (non-degenerate) fields. Both pump fields can also be modulated (with the AM

AOM in Fig. 5.2. In this proof-of-principle experiment, an up-conversion scheme generating a

CARS idler field was used as opposed to a down-conversion of X-ray to optical frequencies.

|d) '

o; 1 O] my |0 (®3)

’ [b)

)

Figure 5.23: The modulated-pump scheme with modulation imposed only.on

To numerically model the exact experiment that was performed requires applying a double Flo-

guet expansion to the equations of motion, which is very computationally demanding. Instead, the

model used will be for the more generic case with a doubkystem and three individual fields.

Only the pump fieldvy is amplitude modulated and with a sine wave (one pair of sidebands). Fig-

ure 5.23 shows the energy level diagram of the model.

The equations of motion are similar to those of the 13 resonances experiment in Section 5.3 as

shown in Appendix D.2. The elements of the interaction Hamiltofizere however different and

are given below.

Vea =h = —pcaldy, (5.92)
Veo =hm = —pcoEm, (5.9b)
Vab =hQ3 = —pdoks, (5.9¢)
% (5.9d)

Vaa =hQi = —pdaFi,
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whereE,, = (Es™ + Ey + Ese™ et is electric field component of the modulated pump
field, E; is that of the idler field, and is the modulation frequency of pump field 2. Note that the
fields on the optical transitions differs from those in Fig. 5.11. A rotating frame and a rotating wave

approximation are performed with the following:

pea=  Ocae M, (5.10a)
Pcb = Ocpe 2, (5.10b)
pdb = Odpe ", (5.10c)
pda=  Odae i, (5.10d)
pra= Opae @1t = gpeeTiWimw)l (5.10e)
pdc = Ogee {Wimwt = ogcewsmw2)t, (5.10f)

To eliminate the higher frequency components, the fields are required to be on the Raman resonance
and that energy is conserved; (= w; — wy + w3), for the last two equalities of Egs. 5.10 to hold.

The rule of population conservation is then used to eliminpgtdrom the equations. A Floquet
expansion with the modulation frequengy) @s the index, and the continued fraction approxima-

tion are also applied. The equations of motion are solved as before with Doppler broadening and

propagation.

5.6 Measurement of the Ground State Decoherence Rate

To characterize the sodium vapor in the cell, a ground state relaxation measurement is performed.
The population{) and coherencé&)) decay rates were measured using the configurations shown in
Fig. 5.24 (see also Figs. 5.2 for the experimental layout). The same experimental layout (Fig. 5.25)
was used in the modulated-probe scheme of the modulation transfer experiment in [55]. A pho-
tomultiplier tube (PMT) was used to detect the weak signal ati?Bdine (w3 or w;). Note that

the probe fieldvs is applied to theF’ = 2 ground level and horizontally polarized just like the
modulated-probe scheme in the previous section. This is accomplished by tuning the field slightly
to the red side of resonance to ensure that it is far off resonance dnthe — 3P, transition.

The probe field is made weak so that it does not redistribute the population through optical pumping.
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Figure 5.24: Energy level diagram depicting the method to measure the ground states relaxation

rates.
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Figure 5.25: Experimental layout to measure the ground state relaxation rate of sodium.

The population decay rate was measured by observing the rate at which the ground state popula-
tion returns to its no-field condition. Pump field is blocked leaving only one amplitude modulated
pump field (v2) to optically pump population to thE = 1 ground level (non-absorbing state). Dur-

ing the variable period of (off) time, the ground state population redistributes back to the absorbing
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state and the transmitted probe field intensity is reduced.

To measure the ground state coherence relaxation rate, coherent Raman scattering is employed:
the decay of the generated idler signal is directly related to the ground state decoherence rate. In
this measurement, both the pump fields are modulated to prevent optical pumping during the mea-

surement time slot.

5.6.1 Results

First node

7

Transmitted intensity

Second node

/

Time

Figure 5.26: Intensity transmission trace of relaxation measurement.

Figure 5.26 shows a typical intensity trace of the relaxation measurement. The top curve is the
pump field, and the bottom curve is the probe (idler) field for the population (coherence) relaxation
rate measurement. On the transmitted signal trace, the steep linear drop before the first node is due
to leak-through of the pump field. For example, in the population relaxation measurement, a portion
of the pump fieldv, was not completely separated from the probe field by the grating and was thus
detected. The steep fall off shows the pump field switching off. The slower exponential decay after
the second node is due to the sidebands imposed by the ISOMET AOM'’s as described earlier. Only
the portion between the two nodes was used to curve-fit the measurement to extract the relaxation

time. A diffusion model based on Brownian motion is used.

The relaxation rates were measured as a function of helium buffer gas pressure in the cell.
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Figure 5.27: Ground states populatior) and coherenc@) relaxation rates as a function of helium

buffer gas pressure using two sets of pressure gauges.

Without a well calibrated pressure sensor, two different sensors were used to verify the data: a
thermocouple-mechanical gauge pair and a thermistor gauge. The upper limit of the measurement
range of the thermocouple is around 1 torr, and pressure readings above that were taken from the
mechanical gauge. The thermistor gauge on the other hand is capable of spanning through the
pressure range of interest. Figure 5.27 shows the populgtioand coherencé) relaxation rates

at pressure readings from the thermocouple-mechanical ga)gesi(the thermistor gaugé)( All

curves have a trend of decreasing relaxation rate as the pressure is increased. This indicates that
the cell is operating at the transit-time (diffusion) regime: the buffer gas is slowing down the rate in

which the sodium atoms diffuse across the laser beam.

5.7 Summary

Multiple resonances are observed on the Doppler-broad®idihe of atomic sodium in a pump-

probe spectroscopic experiment. Each of these resonances has been explained in terms of simple
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physical processes involving a four-level atomic system or a subset of this system. These resonances
arise from various saturation effects (with sub-Doppler linewidth), and various atomic coherence

effects (with sub-natural linewidth).

Coherent Raman scattering and its influence on CPT in a low-density atomic sodium vapor were
also studied. The transmission spectra of the applied laser fields possess features having subnatural
linewidths as a consequence of the quantum coherence of the underlying physical processes. An
interplay between the Raman scattering processes and CPT is observed. When Raman scattering

dominates, the usual CPT transparency peak can become inverted leading to a form of EIA.

By utilizing the ground state coherence as a source for coherent Raman scattering, frequency
conversion can be achieved even with modulated fields. This is especially useful for down-converting
X-ray attosecond pulses, created via high harmonic generation, for detection with SPIDER appara-

tus designed for the optical frequencies.

The ground state coherence can also be used to measure the population and coherence relaxation
rates of sodium. The general trend of the result shows that the vapor cell is indeed operating in the

transit-time regime.
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6 The Semiconductor Band Structure

6.1 Introduction

Semiconductor systems differ greatly from atomic systems but yet have an uncanny resemblance.
Just like ground states and excited states in an atomic system, a semiconductor system has a valence
band and a conduction band separated by the band gap. Intrinsically, semiconductor systems have
two carriers: electrons and holes. With proper design, a semiconductor system can be single-carrier

as in atomic systems.

The carriers can also interact with each other and these interactions, known as many body ef-
fects, complicate any analysis of the system. The presence of phonons in solids also provides an
extra form of interaction. Although the single-particle properties are still relevant, many body ef-

fects need to be included, which sometimes might alter the properties of the system radically.

The next two chapters provide a brief overview on the basics of semiconductor materials and

the quantum well to aid reader in understanding the theoretical work at the end of Chapter 7.

6.2 Crystal Structure

In an atomic system of the sort described in the preceding chapters, the atoms are far apart and
their valence electrons do not interact with each other. When the atoms are brought closer together
to form a solid, bonding occurs and the discrete energy levels of the electrons form bands of very

closely spaced levels as shown in Fig. 6.1(a).
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Figure 6.1: (a) Discrete energy levels forming bands in a semiconductor system. (b) A planar view

of covalent bonds of semiconductors.

The most common and important bond in semiconductors is the covalent bond. Two adjacent
atoms can share their valence electrons until the atom has a full outer shell by sharing with other
neighboring atoms. Figure 6.1(b) shows the covalent bonds of a Group IV atom (e.g. silicon) and
having a full outer shell of 8 “shared” electrons. Compounds can also form stable semiconductors

through covalent bonds. Examples are the IlI-V semiconductors like gallium-arsenide.

Silicon . . . .
® 6 o6 ©

Electron

Phosphorus

Figure 6.2: A donor atom with a free electron in the crystal lattice.

The semiconductor can also be doped (impurity atoms added), and that impurity atom that takes
over one of the lattice site can be a donor or an acceptor (see Fig. 6.2). A donor (acceptor) has an
extra electron (hole) that is free to move about the lattice. The concept of a hole is that it is positively

charged carrier, an entity of a “missing electron”.

The treatment of the band structure will be given more formally below. There are two prevailing

models: thék - p and thez-p theory. The concept of an effective mass will be shown withkthe



6.2. CRYSTAL STRUCTURE 85

theory and the transition selection rules with &g theory.

6.2.1 Thek - p theory

Thek - p theory assumes that the band structure problem is solved at a particular point,
ko, with high symmetry. This point is taken & = 0, the I'-point of the Brillouin
zone. It also assumes that all the energy eigenvalyg6) and their corresponding

Bloch functionsu, (k, = 0,r) = u, (0, r) are known.

The treatment begins with the time-independent 8dimger’'s equation, 8 = EV, where the
Hamiltonian is ,
H= 2p—m+V(r), 6.1)
p = —ihV is the momentumin is the electron rest mass, N(is the periodic potential of the
crystal, and is the three-dimensional spatial coordinate. The wavefunctions in a periodic crystal
are the Bloch functions

\Ijnk(r) = unk(r)eik'ra (62)

wheren is the band index, anklis the wavevector. Witl/ operating on the plane-wave part of the

wavefunction, only the “atomic-like” part of the Bloch functions need to be considered,

2
[(p;;rz)k) + V(r)] Unk(r) = Epktnk(r), (6.3)

2 : 27.2
[2]:7%0 + hl;op + ZT:() + V(r)] Unk(r) = Epxunk(r). (6.4)

Envelope function approximation

The most economical description of the energy bands in semiconductors is the effec-
tive mass approximation, which is also known as the envelope function approximation
or multibandk - p method. It uses a minimal set of parameters that are determined
empirically from experiments. By means of a perturbative approach, it provides a con-
tinuation in the wavevector of the energy bands in the vicinity of some special point

in the Brillouin zone.
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In the four-band [conduction band (CB), heavy hole band (HH), light hole band (LH), and split
off band (SO)], eight-band when spin is includéd,p approximation, coupling or transitions are
among these four bands only. All higher empty conduction bands and lower filled valence bands
are ignored. The interaction between the bands causes them to bend away from each other. The

energies of the bands can be calculated using the non-degenerate perturbation theory, where

PR Rk (ifpln))?
Epp=Fpo+ — + — > 22U 4 6.5
F OF oo T2 £ BEuw—E; * (65

The energy can be expressed in terms of an effective mass,

1 1 2 (k-p)?
e T L 6.6
m* mo + m%#ZnEnO - EZ'(]7 ( )
where the k-component of the momentuynris used. Using these equations (6.5 and 6.6), the
energies of the four bands can be computed and the energy-wavevgéetok] plots are parabolic
which is the simplest approximation commonly used. To include an energy-dependent effective
mass into the model, the higher order terms in Eq. 6.5) are used and this is equivalent to taking the

non-parabolicity of the bands into account.

In the conduction band, the electron effective mass can be calculated using

mo 2p2, [ 2 1
=1+ >+ 6.7
m* + 3m0 (Eg + Eg + Aso ’ ( )

where E; is the bandgap energys, is the split-off energy ang?, = A2 |(f | 2] z>\2 and%

is usually approximately 22 eV. In a one dimensional (1D) quantum well structure, the energy-

dependent effect masses are calculated with the following relations [98]:

my(E) — my,
e~ g TE/ (Bgwt Aw/3)), (6.8a)
””me(f) - ZE 1+ (V= E)/(Eg+ Ao/3)], (6.8b)

where the subscript (b) denotes the well (barrier) layer, afhdis the potential of the barrier.

The conduction band is an s-like state just like the ground state of sodium. The valence band is

p-like and consists of 3 bands (HH, LH and SO). In addition, there are spin up and spin down states
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(for the electron) for each band. The quantum stgtes ;) that describe the four bands are

CB: |5,3) = ilS1),

5-b) = IS,
HH: [3.5) = HlX+¥)1),

3.-3) = HlIX-¥)D),

(6.9)

LH: 33y = }\XHY )= \31Z 1),

3-8 = —fle-m - Rz,
$0: LY = Zx+v)h+ Lz,

l3:-3) = —HFlIX-¥)N+51Z1).

The state$]) and||) represent the electron spin up and down respectively. The $fafes”),
and|Z) display the coordinate in which they are odd; they are even in the other two coordinate. The

|S) state is even in all three Cartesian coordinates.

6.2.2 Theé-p theory

There is a similar theory (to tHe - p approximation) which is also often used to describe semicon-
ductor materials; instead of taking tkecomponent of the momentum the Coulomb gauge and
the component of the momentum in the direction of the polarization of the optical field are used.

The absorption is defined as

2hW
= 6.10
@ nreowA2c’ ( )

where A is the magnitude of the vector potential is the real part of the refractive index, aiid

is the transition rate given by the Fermi Golden Rule
27
W === (g [Hint| 03) [ py (h)8 (B — E; = hw), (6.11)

whereE; (Ey) is the energy of the initial (final) statéw is the transition energy, andl...) is a

delta function. If the initial and final states are partially occupied, the transition probability has to
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be weighted by the occupancy factor given by the Fermi distribution fungtién,
Wy = WF(E)[ = f(Ey)], (6.12)
where the Fermi-Dirac distribution is given by
1
= = e (E-n)/keT
f(E) [ @ koT e , (6.13)

and the right-hand-side of Eq. 6.13 is the Boltzmann approximatianthe chemical potential and

is approximated with the Fermi ener@y at low temperatures,
72 (kpT\? 7* (kpT\*

1——(— — | — S 6.14
12(EF> Jr80<EF)+ (649

At higher donor densities, the Fermi energy le¥igl moves up into the conduction band and

p=Ep

it is no longer valid to use the Boltzmann approximation for the Fermi-Dirac function. The Fermi
energy is defined as the energy state that h§\spa)bability of being occupied at a temperature of

T =0 K. Er can be calculated using

Ep= Etle 4 1kpTin intrinsic semiconductor (6.15)
Ern=  E.+kgTln NTJ;’ n-doped semiconductor (6.16)
Erp = E, —kgTln % p-doped semiconductor (6.17)

whereE is the energy of the conduction band minimum (CBM), is the energy of the valence
band maximum (VBM),N. (IV,) is the conduction (valence) band effective density of states, and
Np (Na) is the donor (acceptor) impurity density. The rafio is equal ta(my; /m?)3/2, wherem,

andm are the effective masses of the hole and electron respectively. The Fermi energy can also be
h2k2

represented by the Fermi wavevector usliyg = 7=, where
kp = V32N’ for 3D, (6.18)
= V2rxN’ for 2D, (6.19)

andN' = % for the three dimensional (3D) electron density\or= % for the two-dimensional
(2D) sheet density. Note that bulk material is considered a 3D medium and a one dimensional (1D)

guantum well is a 2D medium.
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The delta function in Eq. 6.11 ensures energy conservation. Since there is not a single initial or
final state, the transition probability haslansity of stateterm. Thejoint density of statedefines

the number of states:] per unit volume which can be excited per unit energy bandwidth and is

defined as
An dn
piE) = Ao~ dE (6.20)
For a quantum well, the joint density of states for a single subband is
m*
= -0 -21
pJ(hW) h27TW ? (6 )
wherelV is the width of the well layer.
The wavefunctions can be normalized with
1 .
U(r) = —= tnk(r)e’™”, (6.22)
S

where N is the number of primitive cells, suchthaf [ [ U*UdV =1,and [ [ [ w*udV =
whole crystal whole crystal
1. Here,n is the wavefunction index. In a quantum well, the atomic part can be further decomposed

into the confined part and the lateral part:

W(r) = jﬁzunk ())p(2)ei, (6.23)

nk|

wherep(z) o sin (%7%) is the envelope function in the confined directignandk; (r|) is the

wavevector (two-dimensional spatial coordinate) in the transverse direction.

In the Coulomb gaugée\{ - A = 0), the electric field is related to the vector potenfiaghnd the
scalar potentiap by

- 10A

E=-V¢— T (6.24)
where
g5 [ei(k-rfwt) n efi(k-rfwt)} ' (6.25)
2
In the absence of free charges or currént; 0 and
A= éé |:ei(k~r—wt) + e—i(kr—wt)} ’ (626)
12w
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whereg is the direction of the polarization of the electric field. The one electron Hamiltonian in the

presence of an electromagnetic field is

_ L p_.ar
H = o (p—eA) +V(r)+ep, (6.27)
_ 7 V()= AtA -+ (A (6.28)

wheree is the electron charge, ard= 0 is used again. In the low intensity limit, the last term of

Eq. 6.28 is dropped. With- A = A - p in the Coulomb gauge, the interaction hamiltonian becomes

1e&y .
Hint = 5~ (¢ ), (6.29)
mow
_ heb o (6.30)
2mow

wherep = —iAV is used, and/. = £- V. The matrix element for a (001)-oriented quantum well is
(Ur |Ve| Wi) = (uje} Vel uipi)

= [ [ [ < 5 S eiae

unit cell

—i—///u}uide ;Z@?(Z)ngpi(z), (6.31)

unit cell

where the first term on the right-hand-side of Eq. 6.31 represents the interband transition (IBT),
and the second term is the intersubband transition (ISBT).eThefactors of the wavefunctions
integrate to 1 ifkﬁc = kﬁ, otherwise they make the matrix element equal to zero, so only vertical
transitions need to be considered. Figure 6.3 shows the energy-wavevéetoerk) diagram of a
guantum well with interband and intersubband transitions. The circles represent occupied energy

states.

In analogy with atomic systems, an oscillator strength can be defined as

_ 2m(Ef — Ey)

Fpi= fpil? (6.32)

h? g
From the second term of Eq. 6.31, the dipole moment of an ISBT is defined as
= elf| 2 pije 2 (6.33)
/"LfZ - az 9 .

whereé- Z = cos(6), andd is the angle between the direction of the electric field polarizatipar(d

the layer axis (growth direction, taken to be in the z-direction). dh&term is used to decompose
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Figure 6.3: Energy-wavevector diagram showing interband and intersubband transitions.

the electric field if it is not polarized in the layer axis. Equation 6.33 defines the selection rules for
ISBT: The electric field must be polarized in the layer axis to induce intersubband transitions. Cor-
respondingly, when the electric field is polarized orthogonal to the layer axis, interband transitions
are induced. For symmetric wells, since Eq. 6.33 is odd (in z), only transitions witi\adare

allowed. In asymmetric wells, the rules are relaxed.

The differences between ISBT and IBT are as follow. ISBT is narrow, resonance-like while IBT
has a broad range of energies because of (energy dependent) density of state considerations. ISBT
is between same Bloch states and different envelope states, while IBT is between different Bloch
states and same envelope states. The dipole moment of a transition is dependent on the structural
width: ISBT is dependent on the well width of the quantum wBl)( and IBT is dependent on the
lattice constantll;.;;..) Of the bulk material which is of the order of the Bohr radiigs Therefore,

’L’fﬁ ~ 10 — 50, although the absorption coefficient can sometimes be comparable.
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6.3 Heterostructure

When two different semiconductor are joint, a heterojunction (Fig. 6.4) is formed. The Fermi energy
level (E'r) of each semiconductor lines up, therefore shifting the band extrema accordingly: the

conduction band offset (CBO) BE. = x1 — x2, and the valence band offset (VBO)4sF, =

AE, — AE., wherey is the electron affinity, and\ E, is the difference in bandgap energy of the

2 semiconductors. The electron affinity is defined as the energy required to bring an electron from
the CBM to the vacuum level (ionization). An analog to the heterojunction is a p-n diode where

dissimilar dopants are used instead of dissimilar compounds.

\
E \
vac ‘ A
\
\
X1 | X2
\
E —T
¢ A \
AE,
| y
A
E,, \
Ep ------}--- (I E
\
| Fa2
‘ Y
E "_/\ } AE,

Figure 6.4: Energy level diagram of a heterojunction.

If the heterostructure is connected to an electrical source with the low bandgap material con-
nected to the cathode, electrons from the cathode (right-hand-side) will flow towards the anode.
Since there is a potential step at the heterojunction, if the applied voltage is comparatively small,
the electrons will be trapped in the low-bandgap-side of the structure. The holes are, however,
not trapped in this structure with this bias. Figure 6.4 shows a straddling configuration (or Type
I) heterostructure. There are also staggered (Type Il) and broken-gap (Type Ill) configurations al-
though broken-gap ones are used only for special applications because the electron can easily tunnel

through from the conduction band to the valence band on the other side of the heterojunction.
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6.4 1D Quantum Well

Subbands < AE,
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W

Figure 6.5: Subbands within the conduction band of a 1D quantum well.

When two heterojunctions are placed back-to-back with the center (well) layer shrunk to the de
Broglie wavelength, a quantum well is created. As with the example given above, the carriers will
be trapped in the well layer. A more important characteristic of a quantum well is that the (energy)
band structure becomes quantized. Figure 6.5 shows a quantum well with quantized subbands
within the conduction band. In a 1D quantum well with confinement intd@ection, the energy

of the subbands (in the infinite barrier model) are

E=FE,+E,+ L., (6.34)
where
thﬁ
E,, = , 6.35
Y 2m* ( )
r2r? [ n?
E., = Dy <W2> , (6.36)

wheren denotes the sublevel, and* is the effective mass of the carrier. Since the system is
confined only in one dimension, subbands are obtained instead of sublevels (continuous range of
energy levels due to the two unconfined dimensions) as in the left-hand-side diagram of Fig. 6.5.

The electron effective mass; is used form™ when calculating the energies of the subbands in the
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conduction band. The well deptiAE = e|x; — x2|) is calculated from its composition and that

of the barriers through the electron affinitigss.

The conduction band is usually used for many intersubband applications because the electron
mass is smaller than even the light hole’s mass. This translate to higher mobility or tunnelling
probability which permits the construction of faster optical switches, for example. The well depth
in the conduction band is also generally larger than that in the valence band for most commonly

used semiconductors.

The quantum well is usually physically very narrow (nanometers), therefore the interaction
region is minute. The interaction length can be increased by stacking multiple single wells, forming
a multiple quantum well structure as shown in Fig. 6.6(a). However, even with today’s advanced
molecular beam epitaxy techniques each well is slightly different from the other. In the same well,
the layer thickness can also vary. This inhomogeneity causes the transition to broaden to a value
that can be much larger than Doppler broadening in an atomic system. Alternatively, a single or
few well(s) can be placed in a cavity with the surfaces of the wafer acting as mirrors as shown
in Fig. 6.6(b). This approach can have a smaller inhomogeneously-broadened linewidth than the
thicker single-pass multiple quantum well structure. The input facet is cleaved at an angle so that
the optical beam is directed perpendicular into the wafer. With the high refractive indices of some
semiconductors, significant refraction will occur if the optical beam is injected at an angle. In
addition, total internal refraction can be utilized, instead of depositing reflecting layers on the wafer,

to (partially) trap the optical beam.

6.5 Intersubband Transition

Quantum wells are already well developed for many optical applications. They utilize interband,
intraband and intersubband transitions. Intraband or intersubband (within the same band) transitions
are simpler because they involve only one type of carriers: electrons or holes, and these transitions

are not affected by the recombination rate.

By varying the width of the well and the compositions of the material in the whole structure, a

range of the number of subbands and transition energies can be created. By varying the thickness of
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Figure 6.6: Two approaches to increase the interaction length of a quantum well medium: (a)

Multiple quantum well structure, (b) single/multiple well(s) in a cavity.

the barrier between two coupled-wells, the coupling (dipole) strength and decay rate between levels

in different wells can also be adjusted.

Intersubband transitions have large dipole moments [28, 34] and can be used to simulate tran-
sitions in an atomic system. These intersubbands in traditional semiconductors have transition fre-
guencies in the far-infrared. With careful design and proper material selection, transitions at the
communication wavelengths (1.3 and 1/5%) can be achieved [99]. The selection rules [100] for

transitions among these levels are however different from an atomic system:

e an electric field polarized perpendicular to the plane of the layers is required to induce a

transition,

e for a symmetric well An must be odd.

The lifetimes of the excited levels of a typical atomic system (16 ns for radiatively-broadened
sodium) is relatively long compared to those of the subbands in a quantum well system, which the
latter are governed mainly by dephasing processes. In addition, the dephasing rates of the quantum
well system are affected by more factors than in an atomic system. All forms of phonon scattering
from the bulk material [101] to the interface regions [102] play a role in dephasing the transitions in

the system.
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6.6 System Dynamics

In a semiconductor system (or any solid), the atoms are bonded so closely together that they inter-
act with each other and modify the energy level structure. Carrier-carrier interactions called many
body effects, and phonons in solids modify the dynamics of the system as well. These interac-
tions are included in the equations of motion either through the Hamiltonian or as an additional

(phenomenologically-introduced) collision terms.

A complete and detailed analysis of these effects will involve transport theory. However,
phenomenologically-introduced decay and dephasing terms are often used in the equations of mo-
tion to simplify the analysis when the focus is in the photo-induced dynamics and other properties

of the system as is the case in the current work.

6.6.1 Many body effects

There are a few models [103] being used when treating many body effects, examples are the Hartree-

Fock approximation, plasma screening, and the plasmon-pole approximation.

The Hartree-Fock approximation

In the Hartree-Fock approximation, the electrons are assumed to not interact with one another.
Since the solution to the electronic problem is known for the single-electron atom (hydrogen), the
Hamiltonian and the total electronic wavefunction are separated.Haheee productor the N-

electron wavefunction is obtained using Blater determinant

xi(x1)  xi(Xe) o x1(Xw)
\I’Hp(Xl,XQ,...,XN) = \/IN X2<'X1) X2(IX2) XQ(.XN) s (637)
xN(X1) xn(X2) -+ xn(Xw)

wherex n (Xy) is the electron wavefunction of electrév at positionr 5 and spinv (X = {r,w}).
The antisymmetry principle is satisfied with this functional form for the wavefunction. In the two-

electron wavefunction, if 2 electrons are placed in the same orbital at the same; time 2, then
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Up(X1,X2) = 0. This is a result of théauli exclusion principlevhich is a consequence of the

antisymmetry principle.

The assumption that the electrons can be described by an antisymmetrical product (Slater de-
terminant) is equivalent to the assumption that each electron moves independently of each other but
feels a Coulomb repulsion due to the average of the positions of all electrons. The electron also
experiences an exchange interaction due to the antisymmetrization. That is why the Hartree-Fock

theory is also referred to as the mean-field theory.

Plasma Screening

One of the most important effects of many body interaction in an electron plasma is plasma screen-

ing. The effective single particle interaction Hamiltonian can be written as
Veri(r) = V(r) + Vina(r), (6.38)
whereV (r) is the Coulomb potential of a test charge, dng(r) is the induced potential of the

screening particles. The induced potential obeys Poisson’s equation and becomes

4re

Vind(q) = "ol = Vo Veit(q) P (g, w), (6.39)

wherep, is the charge density; is the wavevector}, is the Coulomb interaction potential, and

Pl(q,w) is the first order approximation of the polarization functil(y, w), and is defined as

fk—q - fk
P! =
(g,) ;h(w +i0 + wp—q — wk)

(6.40)

where fi is the carrier (Fermi-Dirac) distribution function. Substituting Eq. 6.39 into the Fourier

transform of Eq.6.38 yields the dynamically screen Coulomb potential:

Vq
€(q,w)

Veft = = Vi(q,w), (6.41)
where the dynamic dielectric function is the Lindhard formula,

e(qw)=1-— VqP1 (q,w). (6.42)
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Plasmon-Pole Approximation

In the long wavelength limit — 0), Eqg. 6.42 becomes the classical (Drude) dielectric function

w
e(0,w) =1 — TZZ (6.43)
while in the static limit { + i6 — 0),
€(q,0)= 1+% for 3D, (6.44)
= 1+ g for 2D, (6.45)

where the screening wavenumber is defined as

k= 22 for 3D, (6.46)
= e for 2D, (6.47)

andy is the chemical potential. In both 2D and 3D, the inverse dielectric function is

1 w? w2l
= , =1+ —2_ (6.48)
€0,w) (w+1id)?— "";%l (w+1id)? — “J;Zl

which has just 1 pole. This is used to construct an approximation for the full dielectric function
€(q,w), by replacing the continuum of poles obtained from the Lindhard formula with an effective
plasmon pole at,. This is the plasmon-pole approximation (replagg in the denominator of

Eq. 6.48 withw,). The square of the effective plasmon frequency is
w2 = w? (1 + ﬁ) + 12 for 3D (6.49)
pl K2 q s .

= wﬁl(q) (1+4)+22 for 2D, (6.50)

where the plasma frequency is

wp = /AT for 3D, (6.51)

_ 2nN'e? | for 2D, (6.52)

eom

and usuallyyg = Cq¢*, where C is a numerical constant.
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6.6.2 Collision terms

The single particle density matrix equations of motion for a partidukstiate is given by [42]

O 1 AP
gt =77 Hy + H’intapﬁm] + l(‘))it |relax - (6.53)

Hj is the system’s Hamiltonian in the absence of the infrared field(s) and includes all the many body
effects mentioned in previous sections, d&hg; is the interaction Hamiltonian. The phenomenologically-

included relaxation term consists of

dpj, ke, Onh
# Irelax= YrmPrm + 87? le-p o le-e - (6.54)

From this point forward, all analyses will be taken w.r.t. a quantum well structure (2D medium).
vnm INCludes spontaneous decay rates (usually negligible) and other inelastic processes. The pop-
ulation decays (due to scattering processes) within the same subband are to stiites of the

dpk
>

/ k . . .
same subbandy** . The termsapa% le-p and =22 | o represent the incoherent contributions of

t
the electron-phonon and electron-electron scattering processes respectively. The damping rates due
to electron-electron scattering is always large (small) in/thk) (|2, k)) state relative to the rates

due to electron-phonon scattering, whrgk) (|2, k)) is the lower (upper) subband.

Incoherent electron-phonon scattering

For upper subbands which are separated from the ground subband by energies larger than those of
the longitudinal-optical (LO) phonons, electron-LO phonon scattering is dominant. For the ground
subband, this is primarily collisions between electrons and acoustic phonons which are weak and

diffusive. The electron-phonon Hamiltonian can be written as [101, 104]
Hep= Z {oz (q) efml'rl):fJl + c.c.} , (6.55)
q
wherebI1 is the creation operator for a phonon in the mgdend

e2q? 1 1
oo (@) = 27Tﬁw|_07L3(q2 ) (600 - 63> ; (6.56)

is the strength of the electron-optical phonon interactioltifich term), where,, ande, are the
high energy and static dielectric constants respectivielyis the volume, andiw o is the LO-

phonon energy.
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lowa (q)|* = %hw (q), (6.57)

is the strength of the electron-acoustic phonon interaction (deformation potential approximation).
C, = 213—;, whereD is the deformation potential for electronsjs the density and; is the lon-
gitudinal velocity of sound. The scattering rate from an initial sfatk;) to a final state f, k¢) is

given by the Fermi Golden Rulél[; . s (k;, k¢), Eq. 6.11].
In general, the electron-phonon scattering:idependent. However, the linear response cal-
culated with representative value is similar to that obtained from evaluating the complete system

simultaneously. The phonon scattering is thus represented phenomenologically by

dpF dpF

gf ep= —gf |diff» (6.58)
a k

22 o= —150b. (6.59)

where~} is the intersubband transition rate of an electron in the second subband due to emission of

LO phonons. The off-diagonal terms are

opk,,

ot lev= ~ThmPum (6.60)

whereI},, is the dephasing rate caused by the electron-phonon scattering process and is given by

1
= 3 (vh, +h). (6.61)

Figure 6.7: Intrasubband electron-phonon scattering.

k
For the ground subband; is the electron-acoustic phonon scattering agg;—l \difr). LO-

phonon scattering from much higher subbands to the ground subband can usually be ignored as
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this requires phonons with very large wavevectors (energy). Electrons in states wittk;o
will undergo very fast intrasubband transitions (within the subband) until they reach a state with
k < kro (Fig. 6.7). If the subbands are separated by an integer number of LO-phonon energies, the

electron will end up in a state with the same wavevector after an intersubband scattering.

Incoherent electron-electron scattering

This is a major damping process for electrons in the ground subband with wavevectors lésgthan

(= L2, the wavevector corresponding to an electron kinetic energy equal to that of LO phonons).
This process depends on the electron density and distribution, and includes dynamic screening of the
electron-electron interaction. Electron-electron effects are ignored in the upper bands because the
upper bands are affected by the much faster electron-LO phonon scattering process and also because
the electron envelope functions in these subbands are asymmetric and very much less localized in

the well compared to those in the ground subband.

The electron-electron scattering rate is written as
Ppn | _ in K of ) (1 ok out (1 k) k 6.62
ot ’e-e— Tn y Pnn “Pnn) — Tn » Pnn | Pan- ( ' )

AN (k, pk,.) andy2" (k, pk ) are the scattering in and out rates of staték) due to the electron-

electron scattering process. The polarization dephasing rate is

opk,,
ot

where the diagonal contribution to the dephasing rate is given by

- dpk -
lee = TS (k)pkm + 2552 55, n#m (6.63)

Ion (k) = —Im (S7%(k) + E55(k)) (6.64)
andx¢is the retarded self-energy which is related,f8! and~" by

IM{EEe(R)} = —5 (31 + 22 (6.65)

The second term in Eg. 6.63 is the non-diagonal contribution of the electron-electron scattering
process of the polarization dephasing rate. It describes the rate of polarization transfer between the
statek and other states due to scattering. This term partially cancels the diagonal contribution. In
the limit of high electron density, this term can be neglected due to strong screening. Intersubband
transitions caused by electron-electron scattering is ignored but this can be significant when the

energy spacing between the subbands is small.
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Interface roughness scattering

When the width of the layer of a quantum well structure varies, the transition wavelengths are
shifted. Well width variations between various wells in a multiple quantum well structure there-
fore appear as an inhomogeneous (Doppler-like) broadening. Lateral variations (within a single
heterointerface) usually dominate over inter-interface variations. In the case of very narrow layers
where the dimensions of the variations are of the order of the layer width, these variations are very
pronounced leading to interface roughness scattering [102, 105, 106] which reduces the electron

mobility or equivalently increases the dephasing, leading to a broader absorption linewidth.

6.7 Summary

The concepts of atomic physics have been extended to relate to semiconductor physics, and a few
relevant theories are introduced to help analyze a semiconductor system. The quantum well is also

introduced, showing potential for realizing\asystem to observe CPT.
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7 Coherent Population Trapping in an

Artificial Atom

7.1 Introduction

Due to the versatility of semiconductors, the demands for various diverse applications require the
use of compounds from groups further away on the periodic table, e.g. 1I-VI compounds. Three-
element or ternary alloys are also often employed. Two Group Il or two Group V elements can be

used to form a ternary semiconductor. Examples ag&a]_,As and AlAs _,Sh,.

For the processes studied in the first half of this manuscript to have practical applications, a
more robust medium is required. The quantum well fits the criteria to bridge physics to engineering

in this case.

Coherence effects [107] have been observed in quantum well structures showing that it is pos-
sible to achieve EIT [41,108] and CPT [36] in such a material system. Coupled-double wells [42]
were proposed where the coupling and decay rates between levels in different wells can be con-
trolled by the parameters of the barrier layer. The systems proposed in the literature however do not
provide complete control of all the parameters. Such a limitation defeats one of the purpose of using
guantum wells: the ability to alter almost any parameter to suit the application. In a threé-level
system, the ability to control the decay and dephasing rates between the two ground levels is of
upmost importance for CPT applications. The ability to control the decay rates from the excited

level is also important as this decay rate determines the intensities of the fields required.
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7.2 Quantum Well Structures

In the current quest to create\asystem in a quantum well structure [109], the suitability of various
basic designs were first considered. Although in a quantum well there exist subbands instead of
discrete sublevels (as in the 1D analysis earlier or in a quantum dot structure), the simplification of
subbands to sublevels is used. A uni-carrier (electrons) system is also used as a design criteria to
eliminate inter-carrier interactions that will complicate the system. Therefore, only ISBT within the

conduction band is utilized.

The quantum wells can be doped with one of the many schemes, for example delta doping or
barrier doping, to bring the Fermi energy level above the sublevels that are designated as ground
levels. Barrier doping is preferred as the positive impurity ions left behind are not in the well layer

which can introduce an additional interaction.

There are a few potential structures for observing coherence effects, and ultimately CPT, using
intersubband transitions in the conduction band of quantum wells. They are: a single well, a stag-
gered well [42], a coupled-double well [108,110, 111], and the one being proposed hdstartide

well structure.

The single well structure, shown in Fig. 7.1(a), is the simplest to fabricate, Anglyatem can
be realized using the = 1, 3 and 4 sublevels. The two transitions), — |4) and|3) — |4) are
in the same physical layer. In this configuration, the decay rate between the two ground levels is
around half of the decay rate between the excited level and the ground level. Population [i3) level
decays to an intermediate ley2) that can then decay to levgl), all at the same rate. These decay

rates are also not easily controllable.

A variation of the single well is the asymmetric or staggered well shown in Fig. 7.1(b). The
well layer actually consists of two different layers of differing CBM energies, forming a step. Since
the symmetry is broken, the second transition selection rule discussed in Chapter 6 do not apply,
and transitions between any levels are allowed. The transition strengths are now calculated by the
overlap of the respective wavefunctions.Asystem is possible but the ground state decoherence

rate is not very low.

The coupled-double well has two variations. If the two wells have an upper level of similar

energies, as shown in Fig. 7.1(c), population in the excited level in one well can resonantly tunnel
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Figure 7.1: (a) The single well, (b) the staggered well, (c) resonantly, and (d) non-resonantly tun-

nelled coupled-double well.

through the barrier to the excited level in the other well (a doublet is actually formed). This popula-
tion can then be coupled to the ground level in the second well by an applied field. If the two wells
do not have an upper level in close proximity (in energy), as in Fig. 7.1(d), then population in the
excited level of one of the wells will tunnel non-resonantly through the barrier to the ground level

in the second well. This non-resonant tunnelling will reduce the coupling strength (or equivalently
the dipole moment) and the decay rate between the excited level and the second ground level. The
benefit of the coupled-double well design is that the relative coupling strength and the excited level
decay rates of the two transitions can be varied by the barrier thickness. However, the decay rate

between the ground levels also varies by the same amount since they have the same barrier width.

By extending the concept of utilizing a barrier layer as an additional mean of controlling the
decay rate and dipole moment, a triple well structure where the wavefunctions each of the levels
of a A system are confined in their individual layers would yield the ideal layout. However, such a

design will result in many interfaces where interface phonons can dominant the dephasing rates.

A compromise, using a variation of the staggered well termedstaad well as shown in
Fig. 7.2, is proposed. The layers are: (i) AlASba, barrier, (i) Ins3GayrAs deep well, and (iii)
Al,Ga,_,As,Sb _, shallow well (thelsland), all lattice-matched to InP. This structure is designed
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Figure 7.2:Islandwell structure to create A system.

to confine the wavefunctions of the ground levels in physically separate layers with a thick bar-
rier layer to minimize the dephasing rate of this non-optical transition. The dipole moments and
transitional wavelengths of each of the two optical transitions are tailored for telecommunication

applications, i.e. utilizing 1.3m and 1.55:m fields.

To realize this design, a quaternary alloy is required for the shallow well layer in addition to the
two ternaries for the deep well and barrier layers. The antimonide system, consisting of aluminum-
arsenide-antimonide (AlAsSb) and indium-gallium-arsenide (InGaAs), latticed matched to indium
phosphide (InP) has been shown to possess intersubband transitions, within the conduction band,
of the communication wavelengths [99, 112]. It is well known within the fabrication community
that replacing aluminum with gallium will lower the bandgap energy of the alloy. Therefore, the
aluminum-gallium-arsenide-antimonide (AlGaAsSb) quaternary alloy is used for the shallow well

layer.

7.3 Multi-Element Alloys

Although the parameters of most commonly used binary compounds are well known at low temper-
atures, the ultimate goal is to design semiconductors to operate at room temperature. Unfortunately

some of the parameters, e.g. bandgap enellyy 4nd valence band offset (VBO), are temperature
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(T) dependent. They can however be computed using Varshni’'s equation [113],

aT?

o (7.1)

Ey(T) = E4(0)

wherea and 3 are adjustable Varshni parameters. The room temperature parameters are then used
in interpolation schemes to obtain the parameters of ternary alloys. It is found that quite often, linear

interpolation over-estimate the parameter and a bowing factor is added as proposed by Vergard:
Txy =xzBx + (1 — I‘)BY — l‘(l — I‘)C, (72)

wherez is the composition]xy is the parameter of interest of the alldy,is the parameter of the
constituent £ orY), and C is the bowing factor. The bandgap and other parameters, unless stated
otherwise, are calculated in this manner. The conduction band offset CBO is equakt¥BO,

since VBO is negative for a Type | heterojunction.
The electron effective mass, introduced in Chapter 6.2.1, is then obtained using

EP(Eg "‘ 2Aso/3)

Eg(Eg + Aso) (7:3)

m
m—j:(1+2F)+

e

Both the Ep and F' parameters are usually temperature independent, and the temperature variation
of the effective mass arises only through the temperature-dependent bandgap energy. The following

is a summary of the procedure used to obtain the parameters of a ternary alloy:

1. use the Varshni equation (Eqg. 7.1) to obtain the bandgap energy of the binary compound at

temperature T,
2. linearly interpolate (Eqg. 7.2) thEp and F' parameters for the ternary,
3. use the bowing parameter specified for the alloy to defiy€l’) andAsy(T) from Eq. 7.2,

4. obtain the temperature-dependent electron mass in the alloy using Eq. 7.3.

The parameters of the relevant binary compounds and ternary alloys for the three common
points in the Brillouin zonel{, X andL) are compiled in Tables 7.1 and 7.2 respectively witk T
(T - 300)*107°. The bowing parameter is not used in the calculation if it is not stated. All (ternary)
alloys are lattice matched to InP. CBO and VBO values are taken w.r.t. the indium antimonide (InSb)

valence band maximum. Data in Rométalic) are taken (calculated) from tables of recommended
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Semiconductor H InP GaAs InAs AlAs AISb Gasb
Bandgap Direct (") Direct (I") Direct (") Indirect (X) Indirect (X) Direct (')
Composition x

Latt. const. ad) 5.8697+2.79T 5.65325+3.88T | 6.0583+2.74T | 5.6611+2.9T | 6.1355+2.6T | 6.0959+4.72T
EL(0K) [eV] 1.4236 1.519 0.417 3.099 2.386 0.812

ol [meVIK] 0.363 0.5405 0.274 0.885 0.42 0.417

B K] 162 204 93 530 140 140

Eg (300K) [eV] 1.8528857 1.4224821 0.8542519 3.0030361 2.3000909 0.7267045
(J};g [eV]

EX(0K) [eV] 2.384-3.7x104T | 1.981 1.433 2.24 1.696 1.141

aX [meVIK] - 0.46 0.276 0.7 0.39 0.475

BX K] - 204 93 530 140 94
EX(300K) [eV] 2.273 1.8988571 1.3697939 2.164096/ 1.6162276 1.0524975
CX [eV]

EL(0K) [eV] 2.014 1.815 1.133 2.46 2.329 0.875

ol [meVIK] 0.363 0.605 0.276 0.605 0.58 0.597

BL K] 162 204 93 204 140 140
EL(300K) [eV] 1.94352857 1.7069643 1.0697939 2.8519643 2.2103636 0.752886.
ng [eV]

VBO [eV] -0.94 -0.8 -0.59 -1.33 -0.41 -0.03
Clgo [eV]

CBO [eV]

Aso[eV] 0.108 0.341 0.39 0.28 0.676 0.76

Cas, [eV]

Ep [eV] (w/o bow) || 20.7 28.8 215 21.1 18.7 27

F' (w/o bow) -1.31 -1.94 -2.9 -0.48 -0.56 -1.63
m¥%(T)/mo 0.0751677 0.0622614 0.02208 0.1456351 0.1352348 0.0350103
m}/mo from [114] || 0.0795 0.067 0.026 0.15 0.14 0.039

Table 7.1: Band parameters at 300 K for the binary compounds.
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In,Gay _,As | AlAs,_,Sh, | GaAs _,Sh, | Al.Ga_,As | Al,Ga _,Sb H

Semiconductor

Direct (I") Indirect (X) Direct (") Bandgap
0.53 0.44 0.49 - - Composition x
5.8679 5.8698 5.8701 Latt. const. aA)
E{ (0K) [eV]
ol [meVIK]
AU K]
2.4966202 | 0.7241941 EL(300K) [eV] (w/ bow)
0.477 0.8 1.43 1.312-0.127 | 1.22:-0.044 cgg [eV]
EX(0K) [eV]
aX [meV/K]
BX K]
1.2697136 | 1.8540421 1.1744609 EX(300K) [eV] (w/ bow)
1.4 0.28 1.2 0.055 0 CX [eV]
EL(0K) [eV]
ol [meVIK]
B IK]
1.287061 2.220668 0.9395861 EL(300K) [eV] (W/ bow)
0.33 0.28 1.2 0 0 ng [eVv]
—0.594042 | —0.503856 | —0.157806 VBO [eV] (w/ bow)
-0.38 -1.71 -1.06 Clao [eV]
0.148457/ 1.9927642 0.56635881 CBO [eV]
0.829605 0.41728 0.39637 Aso [€V] (W bow)
0.15 0.15 0.6 0 0.3 Cag, [eV]
24.931 20.044 27.918 Ep [eV] (w/o bow)
—2.4488 —0.5152 —1.7881 F (w/o bow)
0.0378406 | 0.1313229 | 0.0318179 m*(T)/mo
0.0378 0.1317 0.0319 mk/mo from [114]

Table 7.2: Band parameters at 300 K for the ternary alloys.
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values in [114]. For comparison, the recommended values of the effective masses in [114] are given
in the last row. Note that the bowing parameter for AlGaAs and AlGaSb are composition dependent,
and AlAs;5sShys at compositions above 0.42 is an indirect gap semiconductor. The parameters

for AlIGaAs and AlGaSbh are not calculated since they cannot be lattice matched to InP.

The quaternary alloy AlGaAsSb can be designed using two ternary alloys that are latticed
matched to InP: (AlAssSby4).(GaAss1Shyg)1 .. All the parameters for the quaternary can be
calculated using the equivalent of Eq. 7.2 and the bowing parameter can be added if it is known. In
theory, since the two ternaries are lattice-matched to InP, the quaternary will also be lattice-matched.

In order to express the quaternary in a more commonly used notation, the following equality is used:
Al Ga _,As,Sb_, = (AIAS 56Sbus),(GaAss1Sbag) 14, (7.4)

where

y = 0.51 + 0.05z 0<z<l. (7.5)

However, a more detailed method as outlined by Adachi [115] is used instead. The quaternary
is constructed from 4 binaries with compositions of the forgBA_,C,D;_,. The quaternary

parameter) can be interpolated from the binary parametéi's) using
Q(x,y) = zyBac + (1 — y)Bap + (1 — z)yBec + (1 — z)(1 — y) Bap, (7.6)
or from the ternariesI(’s) if they are known:

Qz,y) = {=(1—x)lyTasc(z) + (1 - y)Tasp(2)]

+ y(1 —y)zTaco(y) + (1 — z)Teco(y)]} /{z(1 —2) +y(1 —y)},  (7.7)

where thel’s can be obtained from Eq. 7.2 or measured experimentally. Note that even though two
of the ternaries used in Eq. 7.7 cannot be lattice matched to InP, the resulting quaternary will be.

The composition relation for lattice-matching,Aa, _,As,Sb;_, to InP is

0.2262 + 0.03962
p— < < 1. 7-
Y= 0.44265 + 0.031752 Oszs (7.8)

In the calculation of the lattice constamtsince there is no bowing Egs. 7.6 and 7.7 gave the

same results. A brief comparison of all three methods was performed. The first method is the linear



7.3. MULTI-ELEMENT ALLOYS 111

6.2

6.1
_ -
oit/ 6.0 //
5 Z
8 59 / XIS X PO
]
S sg =~ GaAs
f:’ . / T-xk~Vx
3 57 // GajdngAs

5.6

0 0.2 0.4 0.6 0.8 1

Composition, x

Figure 7.3: Lattice constant versus composition for the three ternaries that are lattice matched to
InP.
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Figure 7.4: Lattice constant versus composition, calculated from the various methods.

interpolation of the two ternaries (based on well known values) using Eq. 7.2 and the composition
relation defined by Eq. 7.5. The second method uses a 2D linear interpolation of the four binaries
(Eq. 7.6) which does not include any bowing. The third method uses a 2D interpolation of the four
ternaries (Eqg. 7.7). This method uses Vergard's law to compute the parameters of the ternaries with

bowing included, but does not include bowing when calculating the quaternary. Methods 2 and 3
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Figure 7.5: Direct and indirect bandgap energies of the quaternary calculated using Method 3.

use Eq. 7.8 for the composition relation. As an example, 0.77 was used,

Method 1: y=0.5485, a=5.8702A, EL =2.0890eV,
Method 2: y=0.5495, a=58697A, EI =23236eV,
Method 3: y=0.5495, a=58697A, EI=21217eV,

whereainp = 5.8697 A. Method 1 underestimate the bandgap energy and this is due to the fact that

the 2 well known ternaries are not perfectly lattice matched to InP (see Figs. 7.3 and 7.4 and Table
7.2). The quaternary thus calculated cannot be perfectly lattice matched to InP. It should be noted
that the mismatch is small, and within the tolerance of current fabrication techniques. Since Method

2 does not include any bowing, it overestimates the bandgap energy. It is also interesting to note
that the bandgaps calculated with Method 3 have some upward bowing, see Fig. 7.5. This is caused
by the use of Egs. 7.7 and 7.8 and the composition dependence of the bowing parameter of AlGaAs

and AlGasSb, which resulted in higher powers of the composition parameter in the equation.

7.4 Numerical Results of CPT in a Quantum Well System

7.4.1 Thelsland Well

It must be noted that the response of the system (Fig. 7.2) is the sum of the individual responses due

to all sets ok states with non-zero occupation probability weighted by the Fermi-Dirac distribution
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function. To simplify the analysis, the single particle response is calculated using the density matrix
equations of motion (Egs. 6.53 and 6.54) with two applied optical fields, for a particidtate.
Since the linewidth of the CPT feature is dependent on the decoherence rate of the two ground

levels, therefore non-scattering rates in the non-diagonal terms are included explicitly.

The electron-electron scattering (decay) and the LA-phonon scattering are taken to be intrasub-
band, from staté’ to statek and vice versa. It is assumed that electron-electron scattering does
not result in an intersubband transition because the excited level is well-separated from the ground
levels, and there is no scattering of any sort between the two ground levels as the levels are in physi-
cally different quantum wells. The unperturbed population is assumed evenly distributed in the two
ground levels since the Fermi level is in between the ground levels and the excited level. Therefore,
any energy renormalization in the Hamiltonian due to many body effects affect both ground state

equally, and therefore is unimportant in a Raman transition and will not be included.

The population in the excited state is also assumed small and thus electron-electron scattering
of the excited state is negligible. In general, the (electron-phonon) scattering processes that cause
intersubband transitions dominate over the spontaneous decay. In the present case, the sublevels
are well separated which reduces the probability for intersubband transition but the wells are very
narrow resulting in interface phonon scattering being the dominant dephasing process. Itis assumed

that there is no momentum chande € k) for this type of scattering.

Electron-electron and LA phonon scattering are included only as a dephasing process, and the
k dependence of these dephasing rates are also ignored. The second term of Eqg. 6.63 has been
ignored with the assumption of screening due to high electron density. Thd?géimadded to the

decoherence rate, which is due to non-scattering processes like transit-time effects.

In the absence of any applied fields and using the rule of population conservation, in steady-state

Opaa | = —%aa | Similar relation holds fof2% |g.

A rotating frame transformation is performed with the rotating wave approximation where

ppba = Opge Waen)t (7.92)
Pca = Ucae_wata (7.9b)

peb = ocpe . (7.9¢)
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The rule of population conservatigpX, + pf,, + pk. = 1) is used again to eliminate.; from the
equations of motion, and the reduced equations are written in Appendix D.4. The relaxation rates

are assumed to be real.

7.4.2 Solving the eigenvalue problem in FEMLAB

The structural layout of the quantum well design can be drawn graphically using the FEMLAB
interface or the code can be written direct into the m-file as describe in Appendix F. The eigen-
functions (wavefunctions) and eigenvalues (energies) of each of the sublevels (subbands when the
lateral dimensions of the quantum well are taken into considerations) of the 1D structure are solved

with the time-independent Sddinger’s equation of the form (used in FEMLAB)
—V(ecVu) 4+ au = Au, (7.10)

whereuw is the eigenfunction) is the eigenvalue; is the energy potential (barrier height), and

h2
- 2m*
_0.0381511
N my/mg

in units of nm. (7.12)

The dipole moments and transition wavelengths can then be computed from the wavefunction

overlap integrals and energy level differences.

7.4.3 Photo-induced dynamics

The equations of motion in Appendix D.4 are used to calculate the absorption of the probe field as
was done previously for the atomic system. For the simulation to be valid under CPT conditions, the
absorption of the probe field is calculated exactly without using perturbation theory. The parameters

in Table 7.3 are used in the simulation.

Fig. 7.6 shows the absorption of the probe field on|the— |c) transition versus pump-probe
detuning for various pump field intensities. The CPT absorption dip is present despite additional
sources of dephasing in a quantum well system, and the resonance feature power-broadens at higher

field intensities.
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Dipole/ non-scattering decay Electron-electron scattering
lca 0.22424¢/+/2 nm e 1E4 ps'!
Lich 0.01853¢/+v/2 nm EE 1E4 ps!
Yabtransit 0.1 ps! Voo 1E3 ps’!
Radiative decay Electron-phonon scattering
Vab 0.02 ps! Vax 1E4 ps’
Yba 0.02 ps'! Yor 1E4 ps'!
Yac 1 pst oo 1E4 ps'!
Ybe 1 ps! Yapr 2E1 ps!
Yo 1E5 ps'!
Yok 1E5 ps'!

Table 7.3: Parameters used in the simulation of shkend well.
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Figure 7.6: Probe absorption versus pump-probe detuning for various pump field intensities.
7.5 Summary

This chapter concludes the feasibility study of observing CPT in a quantum well systelsiaAd
well was designed to mimic A system as obtained in an atomic system. The antimonide-based

guaternary system was used to create a uni-carrier system that operates at the two telecommuni-
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cation wavelengths. As with predictions and observations of other quantum interference effects in
guantum well systems in the literature, CPT is predicted and can be observed when the experimental

difficulties are resolved.
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8 Conclusion

Coherent population trapping (CPT) can be considered as a subset of a more general effect call
electromagnetically induced transparency (EIT). It is a quantum interference effect with which a
large ground state coherence is created that renders an otherwise opaque medium transparent. The
transparency is within a very narrow window (sub-natural-linewidth) and has been experimentally
observed to be only a few tens of Hz wide [24, 26]. The transparency feature can be employed in

a variety of applications from frequency references to enhancement of other nonlinear processes
(through the combination of the ground state coherence and the reduce or elimination absorption of

the fields).

Sodium is commonly used to study nonlinear and coherence effects. Although many of these
effects are described theoretically using an idealized threeAesgstem, the energy level structure

of sodium is much more complicated.

In this thesis, CPT was studied in a sodium vapor cell. Itis found that in addition to the CPT res-
onances, a variety of other resonances are observed in the Doppler-bro&delires] ranging from
optical pumping effects to wave mixing processes. In particular, coherent Raman scattering directly
affects the process of CPT; induced absorption and gain can be achieved instead of induced trans-
parency. This complication can be turned around and be used as a means of frequency conversion,

even with modulated signals.

The potential for diverse applications will be severely limited without a more practical medium
to operate in. Unfortunately, sodium vapor cells are not suitable to make devices out of for these

applications. Therefore, a feasibility study is undertaken in the quest for such a medium. Quantum



118 CHAPTER 8. CONCLUSION

well systems are ideal in the present case. A new structure is designed, which utilizes the fairly
new antimonide material system, for operation at telecommunication wavelengths.Islahid

well is engineered to resemblelasystem in an atomic system. Numerical simulations predict the
possibility of observing CPT. There are however a few experimental hurdles to overcome before

this effect can be observed in the laboratory.

The widths of the wells in the design are very narrow, a few monolayers thick. Fabricating this
structure can be difficult as it will be pushing the limits of current molecular beam epitaxy (MBE)
technology. Interface phonon scattering might also prove to be too severe as a very intense laser
beam is require to saturate the transitions (due to the broadening of the transition caused by phonon
scattering). Although high-powered lasers are available, the damage threshold of the material has

to be calculated before deployment.

The antimonide material system is relatively new, with only a handful of characterization mea-
surements being performed. Therefore, the samples fabricated might deviate from design much
more than the required tolerances. An alternative is to operate at lower wavelength} ¢2 use
a more mature material system for example AlGaAs-GaAs-AllnP which operates at even longer
wavelengths. In that case, other scattering processes might dominate over surface phonon scatter-
ing. As long as the transition energies are above the LO phonon energy, the analysis done previously
is still valid with an appropriate change of decay and dephasing rates implemented in the numerical

simulation.

Here is a chronological list of follow-up work:

1. Fine tune the antimonide fabrication technique.

2. Include more dephasing processes and many body effects in the numerical model (less ideal-

ized).

3. Characterize single well systems.

4. Observe CPT in atslandwell.
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In summary, the objectives of this thesis work are to study CPT in a “real” (atomic) system and
investigate the possibility of observing CPT in a semiconductor system (the “artificial” atom). These
objectives have been achieved. This work has also laid the foundation for an exciting followup work

of fabricating the quantum well structure, and implementing the diverse applications based on CPT.
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A General Density Matrix Equations of Motion

The response of the probe field is calculated from the general form of the density matrix equations

of motion:
~ 1 ~ ~ ~ ~
Prn — _ﬁ (Vnupun - pnuvun> + Z YnlPll — Z YinPnn, (Al)
v I>n I<n
~ 1 - - 7 ~ =~
Pnm = “h . (HO,m/pzzm - anHO,I/m) o %;(VanVm = PrwVom)

where the dephasing rate is defined as

_ 1 coll
an — 5(2 Yin + Z ’Ylm) + an7 (As)

I<n <m

andT'®! is the dephasing rate due to elastic collision. Fhgs are the diagonal elements of the
unperturbed Hamiltonian, th&’s are the off-diagonal elements of the interaction Hamiltonian,
and thew,;’s are the phenomenologically-introduced decay rates from Iévéd level |n). p,,
represents the population amplitude of lef€l and p,,,,, represents the coherence between levels

|n)y and|m).

A rotating frame transformation is performed for the off-diagonal density matrix elements by

separating the rapidly oscillating terms of the density matrix elements and applied fields:

—iw;t

Prm = Onm€ ) (A4)
£ = Foe it (A.5)
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wherew; is the frequency of the applied field on the) — |n) transition. The rotating wave

approximation is then applied by keeping only the slowly varying terms (dropping all terms that
oscillate at2w;). These transformation and approximation are used to isolate the solution to the
frequency of interest (usually much lower than the optical frequency). The rule of population con-

servation
> omm =1, (A.6)

is applied to eliminate one of the excited levels from the equations. The equations for various
systems are written out explicitly in Appendix D. They can however be written more compactly in
matrix form:

whereR is a column vector of the density matrix elementss the first order time derivative dt,
B is the matrix that consists of the Hamiltonian and relaxation terms, and the y&isttine driving
term of the differential equation. The driving term results from the incorporation of the conservation
of probability. R can then be solved to all orders of the field strength or perturbatively. If there is a

bichromatic field on any of the transitions, a Floquet expansion is required to solve the equations.
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B Floguet Expansion

When two fields of dissimilar frequencies are applied to a single optical transition, the equations of
motion can be solved with a Floquet harmonic (Fourier) expansion. The bichromatic field is defined

as

£ = Epe ™' + Ese™ ™ 1 c.c, (B.1)
and the Rabi frequency can be defined as
Q= (Qp n Qse—i@) et (B.2)

where(), (€2s) is the Rabi frequency of the pump (probe) fidlg (E£s), and( is the pump-probe
detuning(¢ = ws — wp). The vectorS and matrix3 in Eq. A.7 are each partitioned into terms with

different time dependence

= QLS_1e%t 4 Sy + QsSie (B.3)

B = QIB_1e' 4 By + QsBre %t (B.4)

Substituting these definitions into Eq. A.7, the matrix form of the equations of motion becomes

R+ Q%S 1% 4 Sy 4 QsS1e7%! = (QEB_1e%! + By + QsBie “")R. (B.5)

A simple application of Floquet’s theorem shows that the steady-skate () solution R to

Eqg. B.5 will have only terms at the harmonics of the deturingihe perturbative (in field strength)
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approach is performed by assuming thgtis weak enough so that the Floquet harmonic expansion

can be truncated at the third order:

R = Ro+ QR 1™ + QsRie
+ (Q;)QR_262iCt + ‘93’2 HU + (QS)2R26—2iCt

+ ()3R_3€¥ + QL Qg)? H 1€ 4+ Qs |Qg)* Hie " + (Q)® Rze %t (B.6)

The coefficients are obtained by substituting Eqg. B.6 into Eqg. B.5 and equating the coefficients

of the different harmonics af and corresponding powers 9f. The resulting equations are:

e Zeroth Floquet order terms:

With Q, settingR, = 0:

Ry = B;'S,. (B.7)
e First Floquet order terms:
With Qq:

—i(R1 +S1 = BoRi + BiRy,

Ry = (By+1i¢)"1(S1 — BiRy), (B.8)
and withQ3:

i(R_1+S-1 = BoR_1+ B_1Ry,

R1 = (By—i¢) Y (S_1— B_1Ry). (B.9)
e Second Floquet order terms:
With ()2

—2i(Ry = DBoRs+ Bi1Ry,

Ry = —(Bo+2i)"'BiRy, (B.10)



with (92)2:
2iCR_»
R_5
and with|Qs|*:
0 p—
Hy =

e Third Floquet order terms:

= ByR_ o+ B_1R_q,

= —(Bo—2i¢) 'B_1R 4,

BoHyg+ B1R_1 + B_1Ry,

—~By'(BiR_1 + B_1Ry).

With (Qs)?:
—3i(R3 = ByR3+ BiRo,
Ry = —(Bo+3i¢) ' BiRy,
with (92)3:
3iCR_3 = BgR_3+ B_1R_o,
R3 = —(Bo—3i¢)"'B_1R_,
with Qg |Qs|*:
—iCH, = DBoHi+ B1Hy+ B_1Ry,
H, = —(By+i¢)"Y(BiHy+ B_1Ry),
and withQ% |Qg|*:
iCH_1 = BoH_1+B_1Hy+ B1R_o,
H, = —(By—i¢)"YB1R_o+ B_1Hy).

The density matrix element) corresponding to the linear susceptibility of the probe field can

be obtained from th&; vector, while the nonlinear susceptibility (for self-phase modulation) which

137

(B.11)

(B.12)

(B.13)

(B.14)

(B.15)

(B.16)
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is proportional tar®) is obtained from the?; vector. The fult susceptibility of the pump field and

the population in the levels;(?)’s, can be obtained from th&, vector. Using

P(t) = colx W E(t) + x® B (1) + XD E* (1), (B.17)

the susceptibilities for the probe field in MKS units are:

XOOIKS) = ol o/, (B.18)
0

XOMIKS) = 2 0® [uf! /)" (B.19)
0

wherey is the dipole moment, and¥ is the number density. Similarly, the full susceptibility of the
pump field is
N
Xp(MES) = —a® |ul* 2/ (rS2p). (B.20)
0

These susceptibilities can be converted to gaussian units using

YM(eaGs) = %X(l)(MKS), (B.21)
T
1

x®(cas) =

To all orders of field strength.
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C Continued Fraction

The equations of motion can also be solved to all orders of the field strength for all their harmonic
terms as is done in [116]. However, when the driving tefihdf the differential equation (Eq. A.7)
has harmonic content, a slight modification is required. Each term in the equations of motion is

expanded accordingly as is done in Appendix B:

= S 1% 4 Sy 4 Sie %, (C.1)

B = B_i€" + By+ Bie (C.2)

R= .4+ R 3¢ + R 9¢™" + R 1€ + Ry + Rie ! + Rye ™t + Rge 8¢t ... (C.3)
In the steady state, we can then write the recurrence relation for the harmonic teRnas of

BiRq—1+ AgR;+ B_1Rgy1 = S, (C.49)

whereg is the index of the harmonic order, arld = By + (iq().

Multiplying both sides by !, Eq. C.4 becomes

CyRy—1 + Ry + GqRyy1 = Sy, (C.5)

where
C, = A'By, (C.6)
Gy = A;'B_y, (C.7)

by = A;'S,, (C.8)
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andb, is non-zero only fo = 0, +1.

Solving the continued fraction of Eq. C.5, the expansion is truncated to a large index Q such that
Rg = 0forq > Q. Ry, Rg—1 and so on are then iteratively eliminated usig = —CoRg—1

until the relation forg = 2:
Ry = —(I — Go[I — Gs{..Gg-1(I — Gg-1Cq) 'Cq-1...} 'C4]7'C3) ' C2Ry, (C.9)

wherel is the identity matrix. Everything to the left dt; in the above equation is now defined as
N so that
Ry = NTR;. (C.10)

Sinceb; is non-zero, the relation betweél) and R, has an additional terrfb, ),
Ry = (I+GN")"'b—(I+GIN")"'CiRy, (C.11)
R, = —Y+bl + M+R0, (C.12)

whereY * is related taV/ ™ by M+ = YT C;. In the absence @, only the second term in Eq. C.12
remains (as obtain by the iterative methodyte- 1). Repeating the procedure for= —Q, the

relationship betwee®_; andRy is

R_1=-Y"b_1+ M Ry, (C.13)
where
Y- = —(I - 071[1 - C,Q{...C_Q_i_g(l — C—Q—H
G_Q) G g1 }7'G 3G ), (C.14)

andM~ =Y ~G_4. Fortheq = 0 term, R_; andR; are substituted into Eqg. C.5 to obtain

Ry = (I+CoM™ +GoM™")'CoY b4
+(I+CoM™ + GoM ™) tGoY Ty

+(I + CoM™ + GoM ™) Lby. (C.15)

Once Ry is obtained,R; and R_; are calculated using Eq. C.12 and C.13 respectivély.
can then be calculated using Eg. C.10, dhd, from the equivalent of Eg. C.10 for the negative
harmonic. Positive higher order harmonics are subsequently calculatedRiginrg —CgoRg—1,

and the negative harmonics froRLg = ~G_gR_g+1.
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D Explicit Form of the Density Matrix

Equations of Motion

D.1 Dark State - Electromagnetically Induced Transparency

The density matrix equations of motion for the dark state - electromagnetically induced transparency
system shown in Fig. 4.15 after performing a rotating frame, and using the rotating wave approxi-

mation and the rule of population conservation are:

Oaa — —(’Yac - ’Yab)Ubb - ('}’ac"’ '7ba)0aa+ §Qt Oca — §Qt0ac+ “Yac, (D-l)
b = —(Ybc+ Yab)obb — (Ybc — Yba)Taa+ §Q§0cb - §QQch + Ve, (D.2)
Och = Z(AQ + Zrcb)Ucb + §QZUaa+ ifdoohh + §Qt0'ab - 59% (D.3)
Oca — Z(At + 'LFCa)Uca‘f' 1Q0aa+ §Qt0bb + §QQUba_ §Qt7 (D-4)
Opba = (Ar— Ag+il'ba)oba— §Qt0bc + §Q2Uca» (D.5)
Opc — —Z(AQ — ZPbC)UbC — §Q20'aa— Zgzo'bb — §Qt O'ba+ 592, (D6)
Jac == —Z(At — ’Lrac)o'ac— ZQt Uaa— §Qt Ubb - 5920’ab+ 59157 (D?)
Jab — —Z(At — Ay — ZI‘ab)Uab‘f‘ §Qt Ocb — §QQUac7 (D-8)

where the detuningy and dephasing rafe are as defined in Section 4.4.4.
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D.2 Thirteen Resonances of the Sodiurd1 Line /
Modulation Transfer using CPT

The density matrix equations of motion for the four-level doublsystem as shown in Fig. 5.11

are explicitly written as:

1

Pag = - (VaaPad — PdaVad + Vablbd — PdbVba)
—(Yad + Ybd + Yed) Pdd + YdePee; (D.9)
oo =~ (Veadac — Pealao+ Vit — Pl
+7edPdd — (Yac + Ybe + Ydc) Pec, (D.10)
Pop = —%(\Nfbdﬁdb — PodVab + VbePeh — PbcVeb)
+7bdPdd + VocPec — YabPbb + YbaPaz (D.11)
5aa = _%(vadﬁda - ﬁad‘7da+ vacﬁca - /7ac‘7ca)
+~adPdd + YacPce + YabPbb — YbaPaa: (D.12)
Poa = _%(HO,ddﬁda — pdaHo,aa) — %(—ﬁddffda — PdcVea+ VabPba + Vdapaa)
- % (Yad + Ybd + Yed + Yba) Pdas (D.13)
P = _%(Ho,ddﬁdb — pabHopb) — %(—ﬁdd%b — PacVeb + VaaPab + VabPob)
—%(’Yad + Ybd + Yed + Yab) Pdb, (D.14)
oo =~ (Hocuea FeaHloan) — +(—7oaVta— ocVoa+ Veaiaa-+ Vooba
- % (Yac + Ybe + Ydc + Yba) Peas (D.15)
b}b = —%(Ho,ccﬁcb — pebHo pp) — %(_ﬁcd%b — pocVeb + Veapab + Vebbb)
_%(’Yac + Ybe + Yde + Yab) Aebs (D.16)
;dc = _%(Ho,ddﬁdc — pdcHocc) — %(‘Zjaﬁac — PeaVac + VaPbe — PbVc)
_%(’Yad + Ybd + Yed + Yac + Vo + Ydc) Pdes (D.17)
Pap = _%(Ho,aaﬁab — pabHopy) — %(‘N/adﬁdb — PadVab + Vacheb — PacVeb)
L (et ) (0.18)

2
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*

andﬁij - ﬁﬂ Hyij = hwij, andV; is as defined in Egs. 5.4.

These equations are also used for the transfer of modulation via CPT experiment in Section
5.5, with the energy level diagram as shown in Fig. 5.23, and the interaction Hamiltonian given by

Egs. 5.9. Note the change of fields that couple to the optical transitions.

D.3 Influence of Coherent Raman Scattering on CPT

The density matrix equations of motion for the six-waveystem (Fig. 5.19) used to study the effect
of coherent Raman scattering on CPT, after performing only the rotating frame transformation and

using the rotation wave approximation, are

) i . i )
Oaa = 5( 1+ Q3e Z<t>Uca - 5(91 + QZ&elct)aac — Yoalaa+ YabTbb + Yaclcc; (D-lg)
. i 4 i y
Obb = 5(95 + Qzelct)acb - 5(92 + Que ZCt)ch + YbaCaa — YabTbb + Yoclcc; (D-ZO)
Occ = _5( 1 + Qge th)o'ca‘i‘ 5(91 + Qgezgt>0'ac — 5(92 + Q4€Z<t)0'cb
17 .
+§(QQ + Qe zct)O'bc - (’Yac+ ’ch)UCCa (D-Zl)
Opa — Z(Aba+ ’LPba)Uba"‘ 5(92 + Q4€lct)0'ca— 5(91 =+ Qgelct)abc, (D22)

. . - Z L

dca = i(Aca+t il'ca)oca+t 5(91 +Q3e’")0aa
_%(Ql + Q3¢ "o + %(92 + Qe ona, (0.23)

. . - Z‘ —i

dcb = i(Ach+il'en)ach + 5 (22 + Qe ““)oon

—%(92 + Que o + %(Q1 + Q3N oap, (D.24)
Gy = —i(Dab— iTab)oan— %(Q2 F Que Y orge + %(Q’{ + Qe o, (D.25)
Gac = —i(Aac— iTa)Tac— %(QT + Q5 N g

(0] + Qe a0 — (9 + 2o (D.26)
bbe = —i(Ape-+ iTne)obe — %(Q; + Q5 g

? ; { ;
+§(Q§ + Qe oee — 5( T4 Qe opa (D.27)
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D.4 CPT in a Quantum Well System

The density matrix equations of motion for\asystem in a quantum well system with the rotating

frame and the rotating wave approximation are:

Oaa= §Qa00a - §Qa‘7ac — YbaCaa+ YabTbb + Vaa Occs (D.28)
Obb = §Qb0cb - §Qb0bc + Yba0aa — YabObb + ’Yscpgcm (D.29)
. 1 (. 1 T . e-p e-p
Occ = §Qa0ac - §Qaffca+ ngch B §Qb00b — (78" + e ) Tce (D.30)
Uba =1 (Aba + ZFBZ + ZFgae_'_ ngap) O'ba — §Qa0'bc + §Qbaca7 (D.Bl)
Oca= VA (Aca+ ZFQZ+ Zl—‘eae+ ZF ) Oca— §an_cc + %an—aa—i_ §Qb0—ba, (D32)
Och =1 (Acb +ilgp + 108 + zf‘gbp) Och — §Qb0cc + §Qaaab + §Qb0bb7 (D.33)
where
} 1
Tha = 5 (vm+t 2 + 75+ 60) (D.34a)
; 1
Fgae = 9 ('Yaa"’ vggt) (D.34b)
} 1
ey = 5 (wb+65) (D.34c)
. 1/0 (9 bb
Tha = 3 ( Pea | i p |d|ﬁ> (D.34d)
1 8
ey = 3 < paa |d|ﬁ> (D.34e)
. 1 0 bb
Iy = 5 < be + - p |d|ff) (D.34f)
1
FBZ = 5 ('7ba+ ’Yab)7 (D.349)
res = 0, (D.34h)
I's = 0, (D.34i)
Apa = Aca— Ach, (D.35a)
Aca == C{Ja — CUCa, (D35b)
Ach = wp— Web, (D.35c¢)

. Lk
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E Matlab Code for the Numerical Simulations

(a) Input window

i Figure Mo. 1
|_alemem 2 450 Hepress[Ton] 1 drniri GHz] 0.005 SPrange 2 Floquet order IT Plot Graph? [ WideSean?[~
| bwwifem 2] 1e0  TempldeaC) 168 dmar [GHz] 0.005 5Pstep o0 Fropagate? @ Doppler? [
vave sl | Egmemmn] | ABrete1E-3/T1) [gom DoppstepGHZ [ 03 Prap dist ] i Satve to diecton: Wﬂ
wave_blnm] [ Sgasgiarsd | CeepGHzl | omos | DopprangelGHzl [ 2 Popsteplml [ 007 Enrfornews: [ oDetout
. ‘ ‘ ! 1 ! ! ' '
0.1
x|
0.2 * Nofdersity [m™3]
He density 3. 2206E+022
‘gammadC [MHz] 37083
01 gammaBC 51805
gamma_sell 1514.2
gamma_coll 41153
Q‘E 00 ganma_power_ca 30475
2 gamma_power_ch 44635
= Sigma BE5.75
Thodd, 0
-1 thaBlB 0
thaCC 0
Omega_caPri[MHz] 20892
o0 I Ormega b Pi 26971
| Omega_ca Sec 20892
Ormega_ch Ses 26971
Deltal [MHz] 1772
- Dielia2 1772
Dreltal 0.0021966
Dieltad 3644
a
(c) Plot window Blfeli] /

= i 7#
| Zlrwnwonk...| fimatas | BdFowens. 1 | Blfurenc.z | BlFioueno. s |[B1z seconds.. | & 7w b Ationam

dlistare||| (A @ () 4L RS

(b) Results window

Figure E.1: Screenshot of the LP version of the Matlab code.
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The density matrix equations of motion are solved numerically using Matlab version 6.1. Since
the code is relatively long (as long as this thesis without the code), a flow chart is used to aid the
readers in writing their own program. Each module is in its own m-file. The graphical user interface
(GUI) module is a script while the rest of the m-files are functloriBhe program accepts input
parameters in laboratory units as obtained from the experiments, e.g. intensity in f\Wstead

of theoretical units like the Rabi frequency.

There are two main versions of the code: the multi-system (MS) version for the DS-EIT pre-
dictions (Section 4.4.4) and the 13 resonances experiment (Section 5.3), and the propagation (LP)
version using a\ system for the CRS-CPT experiment (Section 5.4). The numerical simulation
for the modulation transfer experiment is performed with a variation of the LP version: a dbuble-
system with modulation sidebands as the Floquet terms. The simulation felahéwell structure
is performed with a variation of the MS version that has options for additional dephasing processes.
The flow chart describes the LP version. The MS version does not have the propagation module but

includes system selection which will be described at the end of this appendix.

Fig. E.1 shows the various Matlab windows of the LP version:Irfput window, (b) Results
window, (c) Plot window, and (d)Progresswindow. Thelnput window is used to enter input
parameters for the program. TResultsand Plot windows display non-graphical and graphical

results of the simulation respectively. TReogresswindow shows the computation status.

Fig. E.2 shows the flow chart describing the operations of the Matlab code used for the numerical

simulations. Each module is described below:

Start The program is started by running tG&Jl m-file.

GUI TheGUI module initializes the input boxes in tiheput window for entering the input param-
eters. Thesystem selectioportion is only available in the MS version (see Fig. E.3). The

input parameters are assigned to the variables and passed onrti#h&aluesmodule.

Initial Values This module converts the input parameters in laboratory units to theoretical units

used in the density matrix equations of motion.

Update Results This module updates tHeesultsvindow.

Consult the Matlab help files for the difference between a script and a function.
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Start

GUI

Cal Sim

Initial Values Initial Values

Update Results Propagation

]

Completed?

No

Program Plot Figures

Update Results

I

Inversion

I

Figure E.2: Flow chart of the Matlab code for the CRS-CPT experiment.

Propagation This module consists of two m-files. The main propagation file feeds the updated
electric field strength (Rabi frequency) to the ordinary differential equation (ODE) m-file.
This is required as there are two atomic polarization (contributions from the pump and probe

fields) that contribute at the particular pump frequency. The ODE m-file callBrbgram
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module then compute the propagation for each propagation step using the ODE45 function

with the updated parameters.

Program This module houses the vectors and matrices of the density matrix equations of motion

and the Doppler broadening computation routine.
Inversion This module performs the matrix inversion to compute the single atom response.

Plot Figures This module plots the desired figures.

The Doppler broadening routine shifts the field detunings by the appropriate amount and ap-
plies the corresponding weighting to the atomic response calculated with those detuning values.
The Doppler broadened response of each propagation step is used in the reduced wave equation to
compute the propagation at that unit propagation step. This is necessary because the field strengths
at each propagation step changes with the atomic polarizations, which in turn depend on the field

strengths at that point.

Fig. E.3 shows the screenshot of the MS version. Three different copies lofptiiavindow is
shown illustrating the various input options available. Blistem selectiosubroutine (in thesUI
andInitial Valuesm-files) of the MS version comprises of a pair (pump and probe) of fields at each
transition in a doublet system as shown earlier in Fig. 5.11. Each component of these eight fields
and the decay terms between the four levels can be switch on or off by selecting the type of system
required. The types of system available are: two-level, three-level V, threeAewagld doubleA.
The appropriate vectors and matrices are used for the equations of motion. When a three-level or
two-level system is selected, matrix reduction is performed to scale the 15 by 15 matrices to 8 by 8

matrices or 3 by 3 matrices respectively, to reduce computation time.
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Figure E.3: Screenshot of the MS version of the Matlab code.
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F FEMLAB Code for the Quantum Well

Simulation

The FEMLAB code is used to calculate the dipole moments and transition wavelengths of the quan-
tum well structures. This code is executed independently and before solving the equations of motion

with the Matlab code described in the previous appendix.

The structure, mesh and equations are defined in an nsfilec(urem wherestructureis the
name of the quantum well design studied) that FEMLAB (version 2.3) uses to compute the eigen-
values and eigenfunctions. This eigenvalue problem is described in Section 7.4.2. A different m-file
is written for each structure (single well, island well, etc.) studied. FEMLAB can be invoked to run

this structure m-file from a Matlab m-file.

Figure F.1 shows the flow chart describing the operations of the Matlab and FEMLAB code
used for the numerical simulations of the CPT in quantum well study. The modules are described

below:

Start The program is started by running the runfem.m Matlab file with at least the desired structure
defined. Other input parameters can also be entered simultaneously or through the subsequent

dialogue.

Variables from Excel file Various parameters such as the effective mass and bandgap energies are
computed for the ternary and quaternary alloys (well and barrier regions) w.r.t. the composi-
tion in a Microsoff Office Excel 2003 filé. These parameters are retrieved for the desired

composition.

1The table of parameters can also be stored in or computed from an m-file
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Run FEMLAB Initial execution run of FEMLAB to obtain the number of eigenvalues (confined
subband energy levels). The variables are passed from runfensinuéturem for the com-

putation, and the solutions are passed back.
Calculate m(E,) The energy-effective mass is calculated for each subband based on Egs. 6.8.

m(E,,) converge? The new energy dependent effective mass for subbafuat both the well and
barrier regions are tested for convergence. The tolerance isiggf@nd the FEMLAB code

is executed again until the tolerance is met or 30 runs whichever comes first.

All m(E ,,) converge? The energy dependent effective mass of the next subband is computed until

all confined subbands are processed.

Plots The “dipole moment” or coupling strengths, and transition wavelengths between various sub-

bands are then calculated and plotted.



Start

Obtain var from
Excel

Run FEMLAB

Calm(E,)

Assign new
effective mass

Calp & A
Plot graphs
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Figure F.1: Flow chart of the FEMLAB code for the CPT in quantum well simulation.
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G Physical Constants

Bohr radius
Speed of light in free space
Permittivity of free space

Electron charge

Reduced Planck’s constant
Boltzmann’s constant
Electron rest mass

Bohr magneton

Pi

Atomic mass unit

ag  =5.2918 x 10~ m

c  =2.9979 x 108 m/s

g =8.8542x 10712 F/m

e =1.6021 x 1071 C
=leV

h =1.055x 10734 J-s

kp =1.381x10"2 J/K
mo =9.109 x 1073 kg
up  =1.165 x 1072 weber m
n  =3.1416
u 34.6605 x 10727 kg

Characteristic impedance of free spac&, =377 Q

Table G.1: Table of physical constants.

Transition wavelength A

Radiative lifetime T

Radiative decay rate ~ ~/27w

=589.5953 nm
=159 ns
=10 MHz

Position matrix element r9; = (3p|z|3s) =2.51ap M

Atomic mass m
Melting point T
Boiling point Tp

=22.9898 u
=97.8°C
=883 °C

Table G.2: Table of constants for tli&l line of atomic sodium.
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Tm Wt! Tm hit! Tve ot an electron !/

Another casualty in the War of the Atoms.

OCartoon courtesy of http://nearingzero.net/



