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ABSTRACT

This dissertation is theoretical investigation of the resonant acousto-optic effect in
ionic crystals and thin metal foils. The optical properties of these types of materials,
in the presence of coherent acoustic pump excitation, are numerically modelled and
compared with analytical results.

The resonant acousto-optic effect in bulk ionic materials is shown to be dependent on
the coupling of a bulk acoustic wave to the TO-phonon component of a TO-phonon
polariton. This requires that the material used is not only an ionic crystal but also
has a strongly anharmonic interatomic potential. It is also demonstrated that the
process “TO phonon + one (two) transverse acoustic phonon(s)— TO phonon” is
responsible for the cubic (quartic) resonant acousto-optic effect. The role of acous-
tic intensity and frequency in the optical properties of CuCl and TICI is considered.
Higher order transitions are also investigated.

It is shown that, in the ferroelectric material LiNbOg3, both cubic and quartic scat-
tering channels are sufficiently strong enough to consider the resonant acousto-optic
effect associated with them on an equal footing. The coupling strength of both scat-
tering channels is estimated to the nearest order of magnitude. The cubic coupling is
found be o3 = 5 meV and the quartic coupling strength is found to be o4 = 0.3 meV
both for the acoustic intensity l,. = 25 kWem™2. The effect the phase difference
between the two anharmonic terms has on the optical properties of LiNbOj3 is then
investigated. A tunable THz filter is proposed, based on the resonant acousto-optic
effect in LiNbOs.

A numerical method is developed to calculated the partial wave amplitudes and op-
tical properties of metal foils with acoustically excited, propagating sinusoidally cor-
rugated surfaces. It is then used on a system of a thin acoustically perturbed Au foil
on a glass substrate. The effects of varying the angle of incidence, acoustic wavevec-
tor, corrugation amplitude and foil thickness are investigated. The numerical method
is shown to remain stable even for strong coupling between the acoustic wave and
surface plasmon polariton
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1 INTRODUCTION

In 1922 Leon Brillouin proposed the diffraction of light by an acoustic wave (AW)
propagating through a given medium, this became the discipline of acousto-optics.
However, the experimental confirmation showed that the photoelastic effect was ex-
tremely weak, with the dielectric constant contrast of only ~ 107°. Therefore, the
resulting diffraction of light was also weak, it is normally seen in the lowest diffrac-
tion order only. While this is the case for the non-resonant acousto-optic effect, the

resonant acousto-optic (RAO) effect causes a far stronger optical response.

This thesis is a theoretical study of the physics of the RAO effect and the resulting
modification of the optical properties of the given material. Data were obtain through
numerical modelling of two cases and have been compared to analytical results where
applicable. The first case to be considered is the RAO effect for transverse optical
(TO) phonon polaritons in several ionic crystalline materials. The second is the RAO
effect associated with surface plasmon polaritons (SPP) in a thin gold film on a glass

substrate.

1.1 OVERVIEW

The first chapter studies the theory of the components necessary for RAO effect
and gives a review of the previous research on the topic. It presents a conceptual
discussion of the cases of the RAO effect studied in this thesis.
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Chapter two is entitled “Resonant Acousto-Optics with TO-Phonons: One Anhar-
monic Term in the Lattice Potential” This chapter considers the RAO effect due to
either cubic or quartic anharmonicity in CuCl and TICI, respectively. It includes a
derivation of the macroscopic equations used to perform the numerical calculations,
which produced results for both chapters two and three. It also discusses the Hamil-
tonian of TO-phonon polaritons undergoing acoustic pumping. The numerical results
for both the cubic anharmonicity RAO effect and the quartic equivalent will be pre-
sented and compared with analytic calculations where applicable. In this chapter
higher order effects such as a phase difference induced between multiple anharmonic

components will be introduced.

The third chapter is entitled “Resonant Acousto-Optics with TO-Phonons: Two An-
harmonic Terms in the Lattice Potential” This chapter investigates an RAO effect
due to two anharmonicities in LiNbOs3. It includes a discussion of the increased total
strength of the RAO effect and of higher order effects of a possible phase difference
between the two anharmonic components. Ideas relating to devices constructed from

acoustically driven LiNbOj are also presented.

Chapter four is entitled “Acousto-Plasmonics” and discusses the RAO effect for SPPs
in a thin gold film on a glass substrate. This chapter gives an in depth discussion of
the effects of replacing the TO-phonon as the mediator between acoustic and light
waves. Also discussed is the geometry used in modelling the effect and the particular
numerical scheme used to produced the numerical results. Comparison of these results

with analytical equivalents is presented where appropriate.

Finally, general conclusions are present in the fifth chapter, along with proposals for

further investigation.

1.2 BACKGROUND

The RAO effect is essentially the enhancement, via the mediation of a solid state
excitation, of the interaction between light and sound in a given material. It was
proposed in 2001 by Ivanov and Littlewood, who where investigating the possibility
of an acoustically induced Stark shift for excitons [1]. The optical Stark effect in a
semiconductor is the result of two exciton states being coupled by a high intensity laser

pulse in a quantum well structure then probed by weak light [2-4]. The proposal by
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Ivanov and Littlewood was to replace the coupling between excitons by high-intensity
laser pulses, with acoustical coupling of mixed exciton and light field states, known
as exciton polaritons. One of the implications of this is the use of the strong coupling
between the exciton and light field in the polariton to improve the strength of the

interaction between the acoustic wave and the near infrared light field.

The RAO effect concept has been expand to include various different mediating solid
state excitations in a variety of different contexts. In 2003 Ivanov and Littlewood
proposed microcavity polaritons for the mediating solid state excitation between the
light field and the acoustic wave [5]. The microcavity polariton is a mixed state of
quantum well excitons and optical microcavity modes. The acoustic wave induced
polariton transitions result in large modifications of the materials optical properties,
that are dependent on the acoustic intensity [6, 7]. The experimental confirmation
was produced in 2006 from the examination of a surface acoustic wave (SAW) driven

quantum well microcavity [8].

An analog of the RAO effect is the coarse periodic modulation superimposed on a
Bragg mirror, proposed by Phillip Russel in 1986 [9]. Here, the Bragg mirror takes
the place of a polarization field of the crystal lattice. This was extended by Paulo
Santos in 2001 when a photonic crystal structure (PCS) was modulated using a SAW,
where its was shown that the efficiency of light-sound coupling could be improved by

acoustically induced umklapp scattering events in PCS band structure. [10].

In this work the focus will be on the RAO effect mediated by two types of solid
state excitation, the transverse optical (TO) phonon [11] and the surface plasmon.
The TO-phonon is a dipole active acoustic excitation from one of the upper phonon
branches. In ionic materials it propagates as a mixed mode with light, this is know
as a TO-phonon polariton. In an analogous way to the RAO effect for excitons, the
TO-phonon mediates and strongly enhances the acoustic wave interaction with the
light field. For this case of the RAO effect the range of interaction falls between
0 < w < 60 meV, which corresponds to THz light frequencies.

This work also includes a chapter on the use of surface plasmons as a mediator in
the RAO effect. A plasmon is the quanta of the oscillation of Fermi-Dirac gas of
conduction electrons in a metal, in thin films these are known as surface plasmons
and their resonance is red-shifted relative to the bulk plasmon due to the confinement
in one direction [12, 13]. For the surface plasmon polariton (SPP) the RAO effect

occurs in at the blue of the visible spectrum up to the near ultra violet.
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1.3 SURFACE AcousTiC WAVES

In general, all AWs can be treated as propagating elastic deformations of a homoge-
neous and continuous solid medium. The analytic study of these phenomena begins
from consideration of the forces exerted on an infinitesimal volume of the material in
question by the contiguous volume of which it is a part. This is expressed using the
stress tensor 7, which is the component of force per unit area of the infinitesimal
volume normal to the z; direction, acting on the surface normal to the z; direction.

If the resultant displacement is u; and there are no further forces to consider then

82Ui 8Tw

where j is mass per unit length.

Eq. (1.1) gives a general description of stress induced deformation of a continuous
homogeneous media rather than merely surface disturbances. By substituting a plane

wave solution into the equations an eigenvalue problem can be derived

> (K — 6y*)B; = 0,

J

where Kj;, = Zi,l:l »xiciji and B are the eigenvectors. The elastic constant tensor
is ¢ and the wavevector of the plane wave solution sz, all subscripts take values
of 1,2 or 3. The eigenvalues for this set of equations are the phase velocities v of
the acoustic plane wave associated with ;. The polarization of the plane wave these
solutions represent are mutually orthogonal, there is one quasi-longitudinal and two
quasi-shear modes of vibration. In most circumstances the quasi-longitudinal has the
higher velocity. In bulk waves the symmetry of the medium can cause waves to adopt
pure longitudinal or transverse characteristics, an example of this would isotropic
crystals. This bulk case is applicable to the TO-phonon RAO effect, discussed in
Chapters 2 and 3.

The case above is for a non-piezoelectric material in which the stress tensor is an
expression of the deformation of the material that is linearly dependent on mechanical
strain. However, the piezoelectric effect is a part of most surface wave components,
leading to a necessity to treat the resultant electric field. It should be noted that,
due to the propagation speed of acoustic waves, the electric field can be treated as

the gradient of a time dependent scalar potential ¢. This not only modifies the stress
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tensor but also requires the introduction of an electric displacement D to which the

stress tensor is coupled

Ouy, Op
T = E il —— E ii—— 1.2
j . Cijkl £ + k ek]@xk (1.2a)
Op ou,;
D; = — — ci— . 1.2b
;%axﬂ'—i_jzkejkaﬂ?k ( )

The ¢;;ji; term in Eq. (1.2a) defines the mechanical relationship between stress and
strain. The electromechanical tensor is e;;;, and is present in the final terms of both
Egs. (1.2). Finally, the dielectric tensor ¢;; relates the electric field E = Vi to the
dielectric induction D. This displacement field must now be taken into account in
the equations of motion by including Maxwell’s equation for a charge free dielectric
V -D = 0. It should be noted that in a piezoelectric material, the piezoelectric
interaction included in Eq. (1.2a) increases the magnitude of the elements of Tj;.

Thus, the physical effect of the piezoelectric interaction is to stiffen the material.

The surface wave solution stems from the boundary conditions associated with a
semi-infinite medium of which the surface has no tangential stress component. On
definition of the surface normal in the x3 direction, and stating that the surface lies

at r3 = 0, we can express this boundary condition as
T371 = T372 = T373 = 0. (13)

The surface wave solution to Eq.(1.1) and VD = 0 is a linear combination of partial

waves of the form
uj = ajeik(b"””"_”t), (1.4)

where kb; is a decay constant and by = 1, by = 0 and b3 = b. To ensure the amplitudes
vanish in the direction anti-parallel to the x5 axis, it is necessary that complex b have

a negative imaginary part.
Using Eq. (1.4) to solve the coupled system results in the eigenvalue problem [14]
(Lit — Oppv*)oe = 0,

where 1 < k,1 <3 and 0y, is the Kronecker delta. The matrix L is dependent of the

material constants c;jp, €, and €5, as well as b. Thus, to determine b the associated
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Figure 1.1: A diagram showing the path length difference caused by the reflection
of incident light from an array of ions.

determinantal equation can be solved. This produces four roots, the only one of which
that pertains to surface waves is complex with an imaginary part from the lower half

of the complex plain.

The characteristics of any given surface wave are dependent on the the symmetry of
the crystal in which they propagate. The symmetry defines the number of independent
elements that can be found in ¢;,; and the other material tensors. However, there
are few statements that can be made about surface waves in general. The most
immediately apparent is that the amplitude of such modes strongly decays into the
crystal becoming negligible within 2),. for an isotropic material, where \,. is the
acoustic wavelength. It also the case that the phase velocity of these surface modes is
always lower than their bulk equivalent. Further information on SAWs can be found

in a collection of articles edited by Oliner [14].

1.4 BRAGG CONDITION

In a material that is made of a periodic array of atoms, the structure can be in-
vestigated by considering the scattering of radiation of a specific frequency off the
material. This is the basis of X-ray crystallography and several other techniques for
characterization of periodic structure. Usually these techniques produce a spectrum
of the scattered radiation containing several peaks that yield information about the

materials structural properties.

For a monochromatic beam with a wavevector k, which is incident on some material
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diffracted beams can be observed at k' = k + g. The reciprocal lattice vector of
the material is g. If the energy of the diffracted beam and the incident beam are the
same, i.e. wavevectors of the same length, then a condition is placed on the scattering
angle between the incident and diffracted beams. In Figure 1.1 (a) the angle between

the two beams is 26, therefore the reciprocal lattice vector is given by
lg| = 2|k]|sin6. (1.5)

The magnitude of the reciprocal lattice vector is |g| = 2wn/d where d is the distance
between the planes of atoms in a crystalline material as shown in Figure 1.1 (b) and

n is an integer. By combining this with Eq. 1.5 and rearranging the result is
nA = 2dsin, (1.6)

where A = 27 /|k|. This is the Bragg condition. In this thesis an acoustic wave
provides a dynamic superlattice and it is this periodicity to which the Bragg condition
will be applied. The role of the reciprocal lattice vector will be played by the acoustic

wave vector K.

1.5 OPTICAL PHONONS

A general crystal with p atoms per unit cell can have the displacement of those atoms
represented by u(lb), where 1 labels the unit cell and b the atom of that unit cell.
The potential energy of the crystal V' is dependent on the instantaneous position of
the atoms contained within the crystal. The equations of motion for lattice waves
can be derived using the harmonic approximation of the crystal potential, in which

only those terms that are quadratic in u(lb) are retained

1 1r 1 i
Vi arm — o E (I)a Uq U
' 2 11 ’ (b b/> <b> ’ (b/)
b %’

where

o (11 _ %
“\bb' ) Oua(lb)dus(I'b)’
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This derivative is infinitesimal translational invariance, physically this means when
all atoms are displaced identically no potential results. It also displays lattice trans-
lational symmetry which manifests as ®(1b;1'b’) = ®(0b; (I'—1)b’). Using this invari-
ance, along with Newtons’s second law and Hooke’s law we can write the equation of

motion using the harmonic potential

) 07 /
myiia(Ib) = — > Bup (b b/) ug(I'b’). (1.7)
I'b’af

To derive the phonon dispersion relation a Fourier series solution is used in Eq (1.7)

which leads to a determinantal equation for the lattice wave frequency
|Da’5(bb,|k> — w25a55bb/| == 0,

where the dynamical matrix is Hermitian and given by

1 0V ik-x (I
Daﬁ(bb,“{) = \/ﬁ Z(I)oz,b’ (b b/) (& )
1/

with dimensions 3p x 3p. Thus, w?(ks) are the real eigenvalues of the problem, the
real roots of which physically correspond to the phonon dispersion branches. The

s-dependency of w indicates that, in general, the dispersion has multiple branches.

The most general phonon dispersion has 3p branches, the lowest lying set of three all
obey w(0) — 0, these are the acoustic phonon modes. Along axis of high symmetry
the phonon modes display three orthogonal polarizations, two transverse and one lon-
gitudinal. Should p = 1 then these are the only phonon modes available to the crystal,
however for p > 1 higher modes can exist, these are characterized by stationary points
in the gradient of the dispersion at the Brillouin zone center. These phonon modes
are known as the optical modes, like the acoustic modes there are three polarizations.
In the TO-phonon RAO effect the transverse modes are used to mediate the light and
acoustic fields. A more complete discussion is given by Srivastava in chapters 2 and
3 of his book [15].
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1.6 INTERATOMIC POTENTIAL ANHARMONICITY

The use of a lattice oscillation to mediate the interaction between the acoustic wave
and light field means that the interatomic potential plays an important role in the
TO-phonon polariton case of the RAO effect. The motion of atoms in a crystalline
lattice is caused by interatomic forces that are due to the potential of the given
crystalline lattice. The Taylor series expansion of the potential V' in powers of the

atomic displacement u,, is

v IZ@ o l ") (1.8)
= — o ua u °
247 \ by b) T\

b b

ap
l l/ l/l l l/ l//
U, U U + ...,
P )=o) )= ()
a B ’Y

where ® are the harmonic force constants in the « direction on the atom (I b) when
the atom (I’ ¢') is displaced in the 8 direction. The cubic anharmonic equivalent is
given by W, higher order anharmonicities would have their own terms. Including the
quadratic term only in any lattice dynamical model leads only to harmonic oscillations
of the atoms of the lattice [15, 16].

An anharmonic potential is the lattice potential that includes higher order terms than
quadratic. These terms describe the interaction of phonons and so are essential to the
TO-phonon RAO effect, which relies on acoustically induced TO-phonon transitions.

The anharmonic potential can be expressed in phonon coordinates A(q j) as [15]

Z % d1 92 93 A Q1 A qz A q; I (1.9)
d1 92 93 ]1 ]2 ]3 J1 J2 J3
J1 Jj2 J3

where

% di1 92 93| _ Z ( ? )1/2
J1 J2 Js 3'vNo vt 8mymy myw(q1j1)w(gaj2)w(ds)s)

a By

X eq(b | aijr)es(V' | dagz)es (0" | asjs)

d: 92 g3
il (b b/ b//> 5G7Q1+Q2+QS' (11())
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The mass of the atom is m; and the frequency of the phonon from branch j, with
wavevector g, is w(qnjn), NoS) is the crystal volume and Ny the number of unit cells.
The phonon polarization is e(b | qj) and the Kronecker delta ensures conservation of

crystal momentum. The phonon coordinates are given by A(qj) = agj
agj and aq; are the phonon creation and annihilation operators respectively. These

are derived from canonically conjugate normal coordinates X (qyj) (spatial coordinate)

— aq; Where

and P(qj) (momentum) and are given by

1 el o,
GQS—WP<(]])_Z 2% XT(q])a (111&)

_ 1 ~ . Jw(q)) _
ags_mﬁ(qg)ﬂw o X(qj). (1.11b)

A full derivation of this can be found in Chapter 4 of Srivastava (1990) [15] and
phonon coordinates are discussed in Cowley (1968) [16].

The expansion of the phonon coordinates into their creation and annihilation op-
erators yields four types of terms; the annihilation of two phonons and the cre-
ations of one aquanj/aLS ;. the creation of two phonons and the annihilation of

L ) jagz j/Qqgjn, the creations of three phonons afh jafh j,ajm jn and finally the an-

nihilation of three phonons ag,;aq,j/0q,j7. However, due to the crystal momentum

one a

conservation q; + qs + qs = G, where G = 0 (normal process) or G # 0 (umklapp
process), the latter two terms are virtual three phonon processes. The two types of

transition are described by the conservation laws

w(qry) + w(gej) = w(qsy),
qi +492 = q3 + G,

In an Umklapp process the sum of the two momenta falls outside the first Brillouin
zone and the G vector is not zero, it acts to flip the third phonon back into the first

Brillouin zone.

For the RAO effect with TO-phonons the mediation requires the acoustic wave to
interact with the TO-phonon component of the polariton, making the lattice an-
harmonicity essential. Therefore, strongly anharmonic crystal lattices are the best
candidates for the RAO effect. In particular, lattices in which V(k jro|K jaclK' j70)
or a higher order equivalent are large, give the strongest interaction between the

acoustic wave and TO-phonon that results in an efficient TO-phonon transition.
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1.7 SURFACE PLASMONS

This section will introduce the plasmon and plasmon polaritons by show the effect

confining it to two dimensions has on its resonant frequency.

1.7.1 PLASMONS

In general, plasmons are the quanta associated with an oscillating charged gas. For
better understanding of the RAO effect in thin metal films, a discussion of the oscil-
lations of its conduction electrons is necessary. This will begin with a description of

plasmons in metals.

Originally, plasmons in metal were investigated by considering a fast electron inter-
acting with the conduction electrons. A physical picture for interactions of this sort
was suggested by Pines and Bohm in 1952 [17]. The central idea of this picture is that
the interaction of the fast electron with the conduction electrons, leads to fluctuations
in the density of the conduction electrons. These fluctuations can be split into two

parts, the collective electron behavior and the individual behavior.

The Coulomb repulsion felt between all electrons causes each to be surrounded by a
cloud with a radius of the Debye length in which there is lack of electrons. This results
in the screening of the field of any given electron. The screening is sufficiently strong
enough to render the collision cross section far smaller than the mean free path of the
given electron. Therefore, both an electron and its surrounding void are considered
an individual free particle. The thermally governed collisions of these particles are
the short range density fluctuations that form the individual half of the fast electron

interaction picture of Pines and Bohm.

The long range component of the Coulomb force leads to the simultaneous interaction
of many of the dressed electrons. To consider an assembly of electrons in a metal
requires some account of the ions that form the lattice, and the way in which they
effect the electrons. It is assumed that the lattice ions are fixed and that the average
charge density associated with them is the same as the electrons. As a result, the
positive ionic charge is said to be smeared out and serves to cancel the average negative

charge of the electrons. This is known as the jellium model of a metal [12, 17, 18].
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To begin with, a unit volume of the metal with periodic boundary conditions is con-
sidered. The Fourier transform of the potential energy of the inter-electron interaction

is then given by

2
e Z 1 i —xs
- = 47-(62 _2€Zk (xl X])’

which gives the equation of motion

_47”3% E ik (x;—x;)
2
moZk
k40

. (1.12)

The electron position is given by x and the double dots on the left hand side indicate
second order differentiation with respect to time. The electron’s effective mass is given
by m and charge by e. The Fourier inverse of x is k. The £ = 0 magnitude is excluded
from the sum because it corresponds to the mean electronic charge distribution which

is canceled in the jellium model.

For further study of the plasmon, Eq. (1.12) must be written in terms of electron den-
sity. As the electrons are considered point particles when dealing with their collective
behavior and the system is box of unit volume, conversion of position to density is

simply
p) = 3 8(x = ).
The Fourier components of which are
pe =Y e (1.13)

and in the reverse

p(X) — Z 6ik~(x—xi)‘

ik

The mean electron density is pg, which, as the system is a unit volumed box, is also the
number of electrons in the system n. When k # 0 the description is of fluctuations
about pg. To complete the conversion of Eq. (1.12) to p, we simply differentiate
Eq. (1.13) with respect to time and use Eq. (1.12) to given the acceleration. This
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results in
.. 2 —ik-x; dmne? 1 i(k —k)x;  —ik'-x;
P = — E (k-v;)% - Z m(k;’)Qk'ke e 7 (1.14)
( i#j, jFi
K'£0

where the electron velocity is given by v;.

The first term of this equation is simply the motion of the electrons due to thermal
excitation, it is the second term that contains the pertinent information. By consid-
ering the second term and splitting the sum over k’ into two parts, one of the central
approximations of collective electron behavior can be investigated. The first part of
the sum in the second term is k' = k and corresponds to the mean electron density,
which in the current case of a unit volume, leads to the sum over i yielding n. The
second term is the sum over k’ # k and includes the phase factors expli(k’ — k) - x;].
These position dependent phases tend to cancel to zero, as there are a large number
of electrons, randomly distributed. Neglecting this second part of the sum in the first
approximation is known as the random phase approximation. This allows Eq. (1.14)

to be expressed as

. 4 2 .
o= (k-vy)Zeton - TN omkexs, (1.15)
- m -

In this equation the second term takes account of the effect of particle interactions.

When k is sufficiently small the first term can be neglected leading to

4dmne?

ﬁk = - Pk,

m

This is a wave equation for the electron density where the frequency of oscillation is
given by the factor in front of px. The organised collective motion of the electrons,
manifest as an oscillating electron density, is the plasma oscillation and the plasma

frequency w, is given by

4 2
Wy = 726 . (1.16)

From this discussion it must be concluded that unperturbed electrons in a bulk metal
take part in random thermal motions that show no collective behavior. In fact the
random motions of free particles work to damp any collective disturbance due to the

individual angular frequencies of each particle k - v; expressed in the first term of
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Eq. (1.15). However, when a Coulomb interaction is applied the result is a collective
oscillation, in which each particle shares the same frequency of oscillation given by
wp. This collective oscillating displacement of the electron density is the plasma

oscillation, the quantum of which is a plasmon with energy Aw,.

1.7.2 DIELECTRIC TREATMENT OF AN ELECTRON GAS

Thus far, the plasmon has been described in a unit volume of a given metal, for use
in the RAO effect it is necessary to consider the plasmon confined to a thin film.
To proceed with this discussion it is convenient to express the effect of electron-
electron interactions via a wavevector and frequency dependent dielectric function
e(k,w). This scheme was originally developed independently by Lindhard in 1954 and
Hubbard in 1955 as an effective way of dealing with electron many body problems [19].
The condensed treatment given here comes from Solyom, Ziman and Dressel and
Gruner [18, 20, 21].

To start with we consider a time dependent perturbation, acting on a free electron gas.

The perturbation can be split into two potentials with the same r and ¢ dependence
oU(r,t) =0V (r,t) + 6P(r, 1), (1.17)

where 0V is the applied potential, 0@ is the induced potential and the total potential
is 0U. At position r and time ¢ any given electron experiences a potential of frequency

w and wavevector q given by
(5U _ U(q)eiq-re—iwteat7

which grows, slowly, with time constant a. The perturbation is real and so dU and
its complex conjugate 0U* act on state | k) and couple states |k+q) to it. From time
dependent perturbation theory it follows that the electron density fluctuation due to

the perturbing potential is given by

_ U(a)
o _ezk: [5(k) —E(K+q) + hw + iha

+5(k) I Y(((:)) —— Tt eat | complex conjugate.
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To generalise dp the probability that |k) is occupied in the unperturbed metal fy(k)
is introduced . This is done by changing the summation variable k in the second term
to k 4+ q. This leads to

k .
obp=e Z £ — £k +‘]2)< —|—+h3)+ . e U(q)e e + complex conjugate.
(1.18)

This is the charge distribution calculated in terms of the total potential.

The charge distribution gives rise to the d® potential, which is described in Eq. (1.17),
via the Coulomb interaction of the electrons. This allows Poisson’s equation to be

used to calculate 0P as a function of dp
V20d = —4medp. (1.19)

The combination of Eq. (1.18) and Poisson’s equation gives

47T€ fo — fo(k+q)
ZS k+q) +hw+zh@U(q) (1.20)

By definition

oU = oV
e(q, w)
where, from Eq. (1.17),
0P
ov=—.
1-— €<q7w)

Thus, rearranging this and combining with Eq. (1.20) gives

4me? Jo(k) — fo(k +q)
Aqw)=1- ZS — &k +q) + hw+iha’ (1.21)

which is known as Lindhard’s dielectric function. This is the dielectric function for

an electron gas in the jellium model of a metal.

For plasmons w >> «, therefore in this region only the real part of the Lindhard
dielectric function needs to be considered. By writing Eq. (1.21) as two terms and

using a change of variables k + q — k in the second term the Lindhard dielectric
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function can be written as [20]

L Ame? fo(k) B fo(k)
e(qw) =1 7 gg(k)—g(k—kq)—f—hw Ek—q)—Ek)+w

By changing the variables k — —k in the second term and introducing the energy
of the state k + q as £(k + q) = h*k - q/m, then, after some rearrangement, this

becomes

h? k
e(q,w) = 1—471’62—2 folk)
— (
For large w this can be expanded up to ¢* as

Amre? h o\’ )
mewzzk:fo k'q+3<mew> (k'Q)]~

MW

e(quw)=1- 1+2

By considering only the first term, the summation over k returns number of occupied

k states n, therefore

elquw)=1— -2 (1.22)

where w,, = (4mne?)/m,. This is the Drude dielectric function.

1.7.3 SURFACE PLASMONS

The concept of the surface plasmon was introduced in 1957 by Ritchie, who predicted
that the confinement of a plasmon in a thin metal foil would lead to reduction in the
resonant energy of the plasmon [12]. In a 1959 a pair of papers by Powell and Swann
verified Ritchie’s predictions. The first paper showed a resonance at a lower energy
as well as the bulk plasmon resonance in Al films up to 100 A in thickness [22], the
second paper showed the same in Mg films of equivalent thickness [23]. It is this

resonance at a reduced energy that is the surface plasmon predicted by Ritchie.

The perturbation discussed in the previous section causes transitions of electrons
from occupied to unoccupied levels. Should a conduction electron make a transition,
it would be necessary for it to gain a quanta of energy Aw and momentum Ak, the

exciting particle would lose energy and momentum of corresponding amount. In the
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case of Ritchie, like Pines and Bohm, this exciting particle is a fast electron. The

probability, per unit path length, of transitions of this nature occurring is

1
Pk,w) = aW(k,w), (1.23)
where W (k,w) is the energy absorbed per unit k-space volume, frequency interval

and path length of the fast electron.

Before calculating W (k, w) for the thin metal film, the associated potential U(k,w)
must first be derived. This is achieved with linearized hydrodynamic Bloch equations

and an assumption of irrotational motion. These equations are [13]

0 P
T+ 5t = _%U+m_/i)’ (1.24a)
dp
VAU = dmelp + 6(x — vt)d(y)d(2)], (1.24¢)
V2U = 4red(z — vt)d(y)d(2). (1.24d)

The first equation is the integral of the equation of motion, the second is the continu-
ity equation, the third is Poisson’s equation for the metal and the fourth is Poisson’s
equation in the vacuum. The damping is given by =, the velocity potential is ¢ and
the fast electron velocity is v. The pressure change per unit number density is P/pq

in the undisturbed gas.

To solve Eqs. (1.24) for U in a foil of thickness a in the x-direction, boundary condi-
tions (BC) that state both field intensity and electric potential are continuous across
the boundary and at the foil surface the normal velocity component vanishes are
applied. It is also assumed that the incident electron is a lot faster than the con-
duction electrons, this is ensured by making the final term on the right hand side
of Eq. (1.24a) small. By considering only the first order terms in P/(pym), U can
be derived and its Fourier transform taken to give the total energy lost by the fast

electron

W= eﬁ /dk/dwl%é (k: + %) U(k,w), (1.25)

where k, is the component of the wavevector in the x-direction. To calculate the

probability of a conduction electron transition occurring due to the fast electron
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Eq. (1.25) is substituted into Eq. (1.23). The probability of a transition perpendicular
to the fast electron velocity can then be calculated by splitting k into k) and &, and
integrating over k,, where k; and kj and the components of k that are perpendicular
and parallel to the velocity vector of the fast electron. We can then split P(k,,w)
into a term for the transition probability per unit foil thickness in an infinite foil
P (k,,w) and for boundary effects P,(k,,w). Thus, the total probability is

P(k’l,&)) = aPOO(kva) + Pb(ka_,W)-

In the limit of large foil thickness this result is given by [12]

Plky,w) = ¢a [ Im(1/e) 2%, QIm((l_j)Zﬂ-

20 |K2 4 w?fv? a(k? 4 w?/o?)

On substitution of the appropriate Drude dielectric function, the boundary effect is

e? 2%k, ywi
Pb(kj_aw) = 7]_27:“)2 (k.? N w2)2 . wp
1L T2

w? w?

1

1%p P
. — . 1.26
[(wQ — %wf,)Q +72w? (w2 — %2))2 + y2w? ( )

The contents of the large square bracket are the key result, it shows the there are
two resonances. The second term in this bracket is the bulk plasmon term, it shows
that the boundary causes a decrease in the energy loss the fast electron feels due
to excitation of plasmons. Concurrent with that reduced is the new term, the first
term in the bracket, that states a loss will be felt by the fast electron at the surface

plasmon frequency, given by

Ws = —=. (1.27)

By decreasing foil thickness the strength of the bulk plasmon resonance reduces as
the surface plasmon resonance increases. The shift in frequency occurs because a
thin foil’s surface will display the depolarizing effect [12]. That is, the applied field
results in dipole ordering within the material. This order induced a field counter to
the applied field causing a resonance at the interfaces of the foil at a lower energy

than the bulk plasmon.
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1.8 POLARITONS

This section gives a discussion of the two cases of polaritons that are pertinent to
the the RAO effect that was studied in this thesis. In general the polariton is a
propagating mode of a given material that is a mixture of both an optical mode and

some matter excitation.

1.8.1 TO-PHONON POLARITONS

The treatment of lattice vibrations in ionic crystals was the topic of a paper by
Kun Huang in 1951, in it he proposed the extension of the then current electrostatic
theory to include the remaining three Maxwell equations, that is Gauss Law and the
two cross product equations [24]. This inevitably leads to a prediction of a mixed
state between the lattice vibrations of an ionic crystal and any incident light field of

resonant frequency.

In a second paper on the topic Huang gave a derivation of the mixed modes and
relative energy of a spatially dispersionless mixed lattice state, for a two-ion, optically
isotropic lattice [25, 26]. The starting point is the macroscopic equations for the

motion of the charges in an ionic crystal

2
W= —wlw + (604;") woE, (1.28a)

2
- —1
P (50 5b) wow + LK, (1.28b)
4

where the dielectric polarization is P and the electric field is E, wy is called by Huang
the frequency of the infrared dispersion and is the frequency of the lowest energy
optical lattice vibration. Huang has also used a form of relative ionic displacement
w = u[(m_ + m,)/Vp]"/?, where u is the relative ionic displacement, m, _ are the
reduced masses of the ions and V) is the volume of unit lattice formed by the ion pair.
The dielectric constants in these equations are the low frequency dielectric constant
€9, measured when the electric field frequency w << wy, and the high frequency

dielectric constant e, measured when w >> wy. These equations are then solved with
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Figure 1.2: A schematic of (a) the dispersion, (b) the of the photon and phonon
components and (c) the reflectivity of the TO-phonon polariton. The first panel
includes the bare light dispersion for dielectric constant in the case w — 0 (blue
dashed line) and w — oo (red dashed line).

Maxwell’s equations

V-D=0, (1.29a)

V-H=0, (1.29b)

Vth:—lH, (1.29¢)
C

Vtzlﬂ (1.29d)
C

where D = E 4 47P and H is the magnetic field.

The inclusion of all four of Maxwell’s equations allows the calculation of propagating
modes around the center of the Brillouin zone in ionic crystals. The five vibrational
solutions to Egs. (1.28) and Egs. (1.29) consist of one longitudinal mode and four
transverse. Including the retarded electric field leads to the transverse lattice modes

coupling to it. The result is that all four transverse modes are mixed states between
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lattice vibrations and the optical field, these are TO-phonon polariton modes. This
result differs from the original electrostatic approximation, i.e. Eq. (1.29a) and V x
E = 0, . This serves as a first approximation for the modes that are valid for short
wavelengths, far from the Brillouin zone center, where the polariton modes behave as

if they are unretarded.

Fig. 1.2 (a) shows that the transverse mode of the lower polariton (LP) branch is
approximated by the bare light mode, that is the optical mode which is considered
uncoupled to the ionic lattice vibrations, w = ck/ (55/ 2). As the wavevector increases
through the range the dispersion becomes an asymptote of the TO-phonon dispersion.
This suggests that the degree to which a polariton is a mixed state is dependent on
the polariton wavevector. This is more clearly demonstrated in Fig. 1.2 (b). The
fraction of the energy in the polariton which is due to the lattice vibrational and due
to transverse electric field is shown over a range of photon energy. This demonstrates
that near to the restrahlen band the polariton has large amount of its energy as a
lattice vibration, this is the region where no polaritons can propagate and the solution

is purely due to lattice vibrations.

In the upper polariton (UP) branch, the polariton begins as approximating a pure
transverse lattice vibration, and asymptotically approaches the bare light dispersion
w = ck/ (6;/ %), which would exist if the ions where assumed to be fixed and the
dielectric constant ¢, depended only on the electronic motion of the crystal. This is

the reverse of the LP branch and is clearly demonstrated in Fig. 1.2 (b).

It should be noted that the longitudinal mode is a pure lattice vibration because the
light field is transverse, and therefore does not usually couple to lattice vibrations.
This solution can be obtained from either the electrostatic approximation or the

Maxwell’s equations methods.

The result on the optical properties of the system, due to the mixed mode propagation
of light through the ionic material, is that at the frequencies at which the lattice
mode character is dominant no optical propagation occurs. This leads to to the
characteristic optical stop gap that is present in all polariton supporting lattices.
This effect is clearly seen in Fig. 1.2 (¢), which shows the polariton reflectivity, rotated

through a right angle for easier comparison with the dispersion of Fig. 1.2 (a).

A more convenient method of expressing the polar motion of an ionic crystal us-

ing macroscopic equations was suggested in 1958 by J. J. Hopfield in his study of
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light absorption in dielectrics [27]. His study was of the role of exciton polaritons
in optical absorption, which was later expanded to include spatial dispersion of ex-
citon polaritons [28]. In both papers, the macroscopic equation for the polarization
field associated with an undamped, spatially dispersionless polariton in an optically

isotropic dielectric was given as

82 2 Ebwg
(@ +w0) P= A E, (130)

where wy is the frequency of an undamped TO-phonon polariton.

By solving this equation and Maxwell’s wave equation in a polarizable medium

(gbaQ aQ)E_ Ay O

2o aa2) T o

with a plane wave electric field and polarization the dispersion equation of the un-

damped TO-phonon polariton can be derived. This can be expressed as

k2 c? w?

w2 _

and is the equation used to calculate the dispersion given in Fig. 1.2 (a).

The dispersion can also be calculated by using the Hopfield Hamiltonian as a starting
point [27]. Tt is expressed here in terms of the photon creation and annihilation

operators cL,ck and the polarization equivalent bL,bk (27, 29],
Hy =Y [hck chew + hwo blbk + iBi (clbi — cicb. + c_xbic — ¢l b))
Kk
+ Dy (cf(ck + ckcL + C_kCk + CT_kCL)] (1.32)

where,

and

Dy = .
k h4kc

The Hamiltonian given here is for a mixed state of photon and polarization, this is
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the polariton.

1.8.2 SURFACE PLASMON POLARITONS

It has been previously established that confinement of plasmons to thin films led to
the red shifting of the resonant energy of the plasmon [Eq. (1.27)], which is now called
the surface plasmon with a resonant frequency w,. For the in-plane surface plasmon
wavevectors k in the range ws/c << k << wy/c, where w; is the Fermi frequency,
w(k) is only weakly dispersive. This is the nonretarded regime, where the discrepancy
between the surface plasmon phase velocity and light velocity is sufficiently great that
the light velocity can be considered infinite. Any surface plasmon in this wavevector
region can be consider only weakly dispersive. The retarded region is k < w,/c where
the plasmon velocity and the vacuum speed of light are comparable. In this region
the optical field and the plasmon couple, this results in a surface plasmon polariton.

This section of the introductory chapter is a description of the SPP.

The excitation of surface plasmons by light is possible but a pair of criteria must be
fulfilled before this occurs. The most general, is that for any propagating transverse
surface wave to be excited by light, there must be an electric field component that is
normal to the surface in which the wave is to be excited. The solutions to Maxwell’s
equations [Eqgs. (1.29)] can be split into two possible polarizations in which either the
electric field is parallel to the interface or the magnetic field is, these are known as s-
polarised [transverse electric (TE)] and p-polarized [transverse magnetic (TM)] waves,
respectively. The p-polarised solution consists of a magnetic field component parallel
to the interface and two electric field components, one parallel and the perpendicular.

In the case of a field confined to a flat surface at z = 0 the p-polarised solutions are

iz

E, = | 0 | e rilFlgitkiz—ety (1.33a)
E;
0

H; = | {,, | e Pty (1.33Db)
0

where k; is the decay constant along z and the subscript defines the material.
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There are no s-polarised surface oscillations [13]. For surface oscillations to be gen-
erated it is required that the electric field has a component perpendicular to the
surface. In only the p-polarised case does this happen, therefore only p-polarised

light can generate surface plasmon polaritons.

It is necessary for surface plasmons that the decay of the associated light field into
each medium are equal and opposite [13]. This requirement leads to the surface

plasmon condition

L2, (1.34)

K1 R9

where ¢; is the dielectric function in each semi-infinite medium. By using Eqs. (1.33)

in Maxwell’s equations (Egs. (1.29)) with D = ¢,E we can show that

w\ 2
R = k2 — & <_> )
C

where, because the boundary condition require the in plane wavevector to be contin-

uous across the interface, k = k; = ko. By using this Eq. (1.34) the surface plasmon

w E1€2
k =—4/ . 1.
(W) C €1+ &2 ( 35)

Finally, for a simple Drude metal in a vacuum

condition becomes

Wp

-1
c w(w +1il')’

where the damping is given by I'. By using this in the surface plasmon condition

Eq. (1.35) the dispersion relation can be derived as

k2 w(w+il) —wy

w?  2w(w+il) —w?

(1.36)

In Fig.1.3 the SPP dispersion is shown for I' = 0.

The upper red solid line in Fig. 1.3. is the dispersion of the light field in the bulk
of the metal. Due to the highly absorptive nature of metal it is of little interest for

optical manipulation. The lower blue solid line is the dispersion of the SPP and is
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Figure 1.3: A dispersion for a surface plasmon of energy hw, = 15 eV, compared
with the bare light dispersion for I' = 0. The solid blue line is the SPP dispersion
and the dashed blue line is Ritchie’s surface plasmon frequency ws [Eq. (1.27)].
The solid red line is the dispersion of light in the bulk of the metal and the dashed
red line is the polariton frequency w, [Eq. (1.16)] given by Pines and Bohm. The
dashed black line is the vacuum light line and the dashed green line is the light for
the prism ATR coupler.

given by

w? Jwi
Wi (k) = 7]’ + 2k — Zp + kA, (1.37)

and displays interesting behavior in two separate regions [13]. The first region occurs
when k < wg/c, which is the region left of the thin black line in Fig. 1.3. Below this k-
value is the retarded region and the polariton nature of light propagation is dominant.
The second region occurs when k >> wg/c, the dispersion asymptotically approaches

Ritchie’s surface plasmon frequency, where no plasmon-light coupling occurs.

At no point along the SPP dispersion is there an intersection with light line wk.
Physically, this is because the wavevector found in Eq. (1.37) is for a 2D mixed
state in the plane of the surface, due to the lack of a propagating mode in the z-
direction. This conclusion leads to the second of the two criteria needed to optically

excite the SPP. As light incident on the surface of a metal cannot have the correct
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dispersion properties to excite an SPP, the dispersion relation must be modified.
This can be achieved in two ways, either through imparting extra momentum via the
umklapp processes associated with scattering of gratings or some other roughness [30],
or through the manipulation of the light dispersion via an attenuated total reflection
(ATR) coupler, which excites the plasmon from the substrate side [31]. In this thesis

the scattering method is used.

1.9 RESONANT AcousTo-OprTIiC EFFECT

The optical, dynamical or AC Stark effect has been known for some time, in general
it causes an excitation state of a given medium to split in to multiple states via
an oscillating perturbation [32]. The optical Stark effect was observed in crystalline
materials via the coupling of two exciton-polariton states in CuyO crystals [2] and
GaAs multiple quantum wells (MCW) [3]. The later experiment pumped the exciton
well away from their resonance with a laser pulse, yet transmittance spectra of the
much weaker probe pulse was modified due to this pumping. The pump pulse causes

internal transitions of exciton polaritons formed by the probe pulse [3, 4].

In 2001 Ivanov and Littlewood proposed to use an acoustic wave (AW) as part of an
improved scheme to study the dynamical Stark effect [1]. They proposed a scheme in
which the pumping laser pulse of the optical Stark effect is replaced by an acoustic
wave, the exciton polaritons are still formed by the weak probe beam. The proposed
acoustically induced Stark effect was to remove the many-body effects associated with
laser pumped equivalent. The weak probe pulse is not strong enough for many body
effects to be a concern. In 2003 this idea was generalised to include microcavity polari-
tons. In this case, quantum well (QW) excitons formed polaritons with microcavity

(MC) photons, which were in turn modulated by a collinearly propagating SAW [5].

The dynamical Stark effect that is parametrically driven by a coherent AW is the
RAOQO effect. In both exciton case and the microcavity polariton case mentioned
in Section 1.2, the intensity of the AW controls the splitting of the probed states.
The term “resonant” in the acronym RAO refers to fact that, unlike conventional
acousto-optics, the coherent acoustic wave is resonantly coupled to the solid state
excitation. In the two cases previously mentioned these excitations are two separate
case of exciton. The matter excitation must be optically “dressed”, i.e a polariton,
to allow the AW to modulate the light field. This gives rise to a picture of the solid
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Figure 1.4: A schematic representation of the RAO effect as a physical process
and the effect it has on the polariton dispersion

state excitation resonantly enhancing the acousto-optic interaction. The schematic
in Fig. 1.4 represents this process, the matter component of the polariton mediating
the interaction between light and sound. The arrows in the bare polariton dispersion
show the acoustic coupling of two states of the solid state excitation and are equal
to the phonon wavevectors. In Fig. 1.4the polariton frequency is w = v/(27), the

polariton wavevector is p and the acoustic wavevector is k.

The acoustically induced transitions of the solid state component of the polariton,
at the points in the dispersion resonant with AW, result in the opening of band
gaps in the dispersion at those resonant points. Like the main polariton restrahlen
band these acoustically induced band gaps are regions in which no polaritons can
propagate. This has a strong effect on the optical properties of the material in which
the RAO effect is occurring, for example the total reflectivity spectrum shows very
pronounced peaks at the spectral position of the acoustically induced band gaps. An
example is shown in Fig. 1.5. The color of the arrows corresponds to the order of the

TO-phonon transition given in dispersion of Fig. 1.4.
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Figure 1.5: A figure to show the results of the RAO effect on the reflectivity
spectrum in CuCl

The periodicity of the AW used to modulate the polarization field in the material
leads to an acoustically induced superlattice. The periodicity determines the spectral
position of the acoustically induced band gaps, which occurs at p ~ £nk/2 where n is
an integer. Like its crystalline analogue, this acoustically induced band structure can
be probed using Bragg scattering through the manipulation of the angle of incidence of
a probe light field [6, 7]. In 2006 this technique was used to experimentally investigate

and confirm the existence of the RAO effect for microcavity polaritons [8].

The polariton involved in an RAQO effect constitutes strong coupling between the pho-
ton and the solid state excitation, however for an RAO effect to occur it is necessary
that the coupling of the acoustic field to the polarization be just as strong. Thus, they
must be treated on an equal footing [6]. For the cases of excitons and microcavity
polaritons discussed above the coupling associated with the AW comes from both the

deformation potential and the piezoelectric matrix element.

The deformation potential is the potential generated by the deformation of the unit
cell of a crystalline material due to the time dependent strain of a non-zero wavevector
acoustic phonon. It relates the volume dilation of a given volume of the crystalline
medium to an energy shift of an electronic energy band [33]. This is the dominant
coupling mechanism for the AW to exciton coupling in exciton polariton and MC

polariton RAO effect when a purely longitudinal acoustic wave is used [11]. This
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is because the dilation of the crystalline volume due to a purely longitudinal AW is

sufficiently symmetric that stress induced by a macroscopic electric field is small.

The piezoelectric interactions is a stress induced macroscopic electric field in a noncen-
trosymmetric crystal or, equivalently, a strain induced electric field. For sufficiently
small strains the relationship between the induced electric field and the strain is linear
and given by the third order electromechanical tensor [33]. A transverse AW in the
exciton or MC polariton RAO effect would lead to the piezoelectric interaction being
the dominant one for AW to exciton coupling [11]. The transverse AW would cause a
small asymmetric deformation of the crystalline structure leading to the piezoelectric

coupling between AW and exciton.

This thesis studies two examples of the RAO effect, one is associated with TO-phonon
polaritons and the other with SPPs. This first case uses TO-phonons as the polariza-
tion field providing the strong coupling to light and was initially proposed by Ivanov
in 2007 [11]. This limits the possible media in which this case of the RAO effect
is manifest, for polariton formation of this type to occur the medium must be an
ionic crystal. The coupling between the AW and the TO-phonon component of the
polariton occurs via the anharmonic components of the interatomic potential of the
medium in which the RAO effect takes place. Specifically, the third and fourth order
terms of the Taylor expansion of the interatomic potential are important for the cou-
pling of the TO-phonon to the transverse acoustic (TA) phonons of the AW in the
RAO effect. With this mind the materials used are CuCl, TICIl and LiNbO3 where the
third order term is strong for CuCl, the fourth order for TICl and both are relevant
for LINbOs3.

The second case that will be studied in this thesis uses SPPs as the polarization field
in thin metal foils. Due to the strong attenuation properties of light it is necessary
to restrict the thickness of the metal. The SAW deforms the metal film periodically,
similar to the grating method of light-SPP coupling. The grating is used to impart
momentum to surface plasmons via umklapp processes to couple it to propagating
photon states. This will result in an acoustically induced Brillouin zone and the
corresponding peaks in the reflectivity. For the RAO effect the wavelength of the AW
can selected so that instead of coupling SPPs to photon states, they are coupled to

other SPPs of the same wavevector magnitude but with opposite sign.
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1.10 SUMMARY

This chapter has introduced the concept of the RAO effect and discussed the required
background knowledge. The recent advances in the field of resonant acousto-optics
were outlined. Introducing the RAO effect by starting with the original case of
bulk exciton polaritons and microcavity polaritons. The coupling mechanism of the
TO-phonon polariton RAO effect, the anharmonic crystalline potential, was then
discussed. This was followed by the solid state excitation associated with the RAO
effect in metals, which is the surface plasmon. Polaritons were then introduced as a

coupled light-matter component of the RAO effect.

The following chapters will discuss the RAO effect for TO-phonons with either one
anharmonic term considered as the coupling mechanism or two. The RAO effect for
thin metal films will also be discussed, where SPPs are the matter excitation coupled

to the AW via Bragg scattering processes.



2  RESONANT ACOUSTO-OPTICS WITH
TO-PHONONS: ONE ANHARMONIC TERM
IN THE LATTICE POTENTIAL

For TO-phonon polaritons the RAO effect is the coupling of a photon and acoustic
phonon mediated by TO-phonon, as discussed in section 1.9. The key to this inter-
action is the anharmonic coupling between the two phonon branches. This chapter
will separately discuss the nature of the interaction between an acoustic phonon and
TO-phonon due to cubic and quartic anharmonicities of an interatomic potential.
The results of numerical simulations of the RAO effect, based on a modification of
Hopfield’s macroscopic equation of the polariton, will be shown in this chapter. For
the cubic anharmonicity, a comparison of the numerical results will be made with

analytic calculations for low intensity acoustic waves, with good agreement.

2.1 THEORETICAL BACKGROUND

In section 1.9 a brief discussion of the RAO effect and it’s development was presented.
In this section detailed background theory for the case of RAO effect of TO-phonon

polaritons will be given for a general ionic crystalline material. The most general form

39
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of the macroscopic equations, used in this thesis to model the RAO effect, are [34, 35]

e 02 A1 O?
{;;@ — v2:| E(I‘, t) — _gﬁp(r7 t)a (21&)

0? 0
[@ + 27To§ + wi + 4wooy + dwoos cos(t — Kr + ¢)

+ dwooy cos(2t — 2Kr)] P(r,t) = Z—bwaE(r, t). (2.1b)
s

The electric and TO-phonon polarization fields are E and P, the TO-phonon fre-
quency is wp, the polariton Rabi frequency is wgp = m, where wro is the
longitudinal optical (LO) phonon frequency. The dielectric background constant is
€p. The TO-phonon mainly decays into short wavelength acoustic phonons, this is
included by the damping constant yro. The cosine terms model the oscillatory nature
of the bulk acoustic wave to which TO-phonon polariton is anharmonically coupled.
The cosine with o3 as a prefactor has the acoustic wavevector K and the acoustic
frequency €2 as arguments because the anharmonic coupling is a one phonon process
only in the cubic scattering channel. This is in contrast to the quartic coupling term,
which has an extra factor of 2 in the cosine argument due to the two-phonon process
which couples the TO-phonon polariton to the acoustic wave via the quartic channel.

The term ¢ is a phase difference between the two oscillating terms.

This thesis considers only an AW with linear dispersion properties 2 = v,.K, where
Vqe 18 the acoustic velocity. The strength of the coupling between the TO-phonon
component of the polariton and the AW is given by o3 4. The subscript refers to the
order in the anharmonic potential that is responsible for the interaction. The coupling
strength is also dependent on the intensity of the AW I,., the exact relationship
varies for each anharmonic term of the Taylor expansion. For the anharmonicities

investigated in this thesis the relationships are as follows:

03 X \/ L, (2.2a)

o4 X [ac' (22b)

A full discussion of the relationship between the coupling constant and [,. will
be given in the next chapter, where the relationship between the two anharmonic

components is discussed.

Due to the propagating nature of the periodicity introduced by the AW, the solutions

of Egs (2.1) can be expressed as a Fourier series, which simultaneously accounts for
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both temporal and spacial modulation,
E(Z, t) _ ei(szwt) Z Enez’n(Kzth) ’ (23&)

P(z,t) = /B0y " p, e (K== (2.3b)

where w = 27v and k are the frequency and wavevector of the light field, respectively.

The substitution of Eqs. (2.3) into Egs. (2.1) leads to an eigenvalue problem

Ep 47
[(k + K = S (w+nQ)?| By = = (@ +nQ)?P,, (2.4a)
[wg + dwooy — 2iy(w +nQ) — (w +nQ)?| P,
—i ié €b W?%
+20’3W0(Pn+16 + Pn_le ) + 204W0(Pn+2 + Pn_Q) = Ar En (24b)

The Chapters 2 and 3 deal with eigenvalues w(k) and k(w) and eigenvectors £, and
P, of this problem. The calculation of the reflectivity and extinction associated with
these results for a semi-infinite geometry is also important to the investigation of the

RAOQO effect. These calculations are also found in Chapters 2 and 3.

In general the matrix problem in Eqs (2.4) is complex, therefore both w(k) or k(w)
are, generally, complex even when v = 0. The calculation of these two forms of
the dispersion are performed by either supplying real valued k to calculate the quasi-
energy spectrum w(k) or by providing real valued w to calculate the quasi-momentum
spectrum k(w). From this latter calculation the optical properties, such as reflection

and transmission, of an AW driven TO-phonon polaritons can be obtained.
The Hamiltonian for a system of acoustically driven far infrared polaritons is
H = Hyo + 1Y [4036Lbx + (o3¢ by xc + H.C.)+
1Y
(o4e™ 28} b_ox + H.C) |, (2.5)

where H,, is the Hopfield polariton Hamiltonian (Eq.(1.32)) given in section 1.8.
Some properties of the RAQO effect can be calculated using this Hamiltonian. However,
in this thesis all calculation where made using the macroscopic equations, Eqs. (2.1)

and the Hamiltonian is included for completeness only.
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Table 2.1: Parameters for bulk CuCl and TICI used in the calculations presented
in this chapter (* ~4 K froom temperature).

CuCl TICI
Fio (V) 20.28  7.81
hwp (meV) 1453 17.97
€p 5.22 5.1
hy (meV)  0.02*  0.927

2.2 NUMERICAL MODEL

The numerical model presented in this section is for the coupling due to third order
anharmonicity, the coupling constant o, is set to zero in Egs. (2.1). Initially, the eigen-
values w(k) are calculated and the dispersion investigated, this is then followed with
the calculation and investigation of eigenvalues k(w). In both case, the translational
properties of the acoustically induced branches are important to further calculation.
It should be noted that the model presented here is also used in Section 2.5 when oy

is non-zero and o3 = 0. The case of nonzero o3 and o4 is discussed in Chapter 3

2.2.1 QUASIENERGY SPECTRUM

The quasienergy spectrum w(k) is, for nonzero damping, a complex quantity depen-
dent on real valued k in an unbound semiconductor. It shows the permitted values
of w for any given real value of k propagating TO-phonon polaritons can take when
acoustically driven. At band-gaps the values of w(k) become purely imaginary, which
corresponds only to decaying solutions of Egs. (2.1). For the purpose of studying the
RAOQ effect it is useful to consider the propagating polariton solutions only. This can
be achieved by setting the v = 0 and considering the real part of w(k). In this context,
the rather idealised w(k) can be used to investigate the effects that the AW driving
has on the propagating TO-phonon polaritons. Even in this case however there are
still regions where Im[w(k)] # 0, at these frequencies acoustically induced band gaps
form. These will be discussed later. This subsection presents a comparison between
the AW driven quasienergy branches and the bare TO-phonon polariton dispersion,

which corresponds to the situation where both o3 = 0 and o4 = 0 in Egs. (2.1).
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To consider only the third order coupling between the AW and the TO-phonon com-
ponent of the polariton, we put that o4 = 0. In this case ¢ in Egs. (2.4) becomes
arbitrary and so it is removed along with the o4 terms. Equation (2.4b) is then

reduced to

Ep w%

47

Pﬁ—(w+nﬁfl%+2@wdRHy+Rhn= E,. (2.6)

This can be solved, along with Eq. (2.4a), as an eigenvalue problem for the polariton
eigenfrequency w = w,. The subscript refers to the energy bands A = 1,2,...,
which are separated by acoustically induced band gaps. The eigenvalue problem
itself can be put into linear form for ease of calculation, this is done in Appendix A.1
in the presences of both cubic and quartic anharmonicity. For the case of cubic

anharmonicity only (o4 = ¢ = 0), the result is

~

WX = oX. (2.7)

For the calculation of @ to take place Eq. (2.7) must be truncated at —n, < n < n,.
This introduces the matrix dimension M = 2n, + 1. Thus, the dimensions of the @-
independent matrix W are 4M x 4M. The vector X is 4M in length and contains the
electric field’s Fourier components. The factor of 4 in the matrix dimension M comes
from the fact that the polariton dispersion is split between the UP and LP branch,
which gives a factor of 2. The positive and negative pairs that all eigenfrequencies
come in provides the other factor of 2. Due to the periodic nature of the AW in

both space and time, each branch of the quasienergy dispersion has the translational

property
r(k + sK) = @y(k) + sQ. (2.8)
The eigenfunctions that correspond to each branch wy (k) also obey a similar property
E.(k+ sK) = E, (k). (2.9)
An expression of the same form exists for P,.

The quasienergy spectrum of AW driven polaritons is shown in Figure 2.1 for CuCl,
the units of the x-axis are the acoustic wavevector K. It is due to the periodicity in
both space and time, caused by the driving AW, that the first acoustically induced

Brillouin zone contains the folded bare polariton dispersion. This is then translated
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Figure 2.1: The quasienergy spec-
trum of both the UP (blue) and LP
(green) branches of a bulk undamped
TO-phonon polariton in CuCl. The po-
lariton is driven by an AW with v =
100 MHz (K = 0.3109 pym~!) and an
acoustic intensity corresponding to o =
1 meV. The acoustically unexcited spec-
trum is given by the thin dashed lines
and the heavy dashed line show the ar-
tificial cutoff of the LP quasicontinuum.
. . s Panels (b)-(e) show ares of the spectrum
-K 0 K 045 050 055 that are heavily modified by the acoustic
Wavevector p p/K wave.

by both nK and nf), where n labels the order of the Bragg replica, into the other
acoustically induced Brillouin zones. At the center and boundary of these zones
band gaps open in the quasienergy spectrum, due to the coupling between the AW
and the polaritons. These band gaps are highlighted in Figures 2.1(b), 2.1(d) and
2.1(e). In these spectral regions polariton propagation is not permitted, this has a
large impact on the optical properties of the polaritons, e.g. the light reflectivity and
Bragg scattering. In general the position of the band gaps is dependent on €2. The
width is dependent on both 2 and the coupling strength of the AW to the polariton.

This is discussed in more detail later in this chapter.

In the regions in which polariton propagation is permitted, the acoustically altered
spectrum deviates from the bare polariton spectrum. This is clearly seen in Fig-
ure 2.1(d) and 2.1(e), where the dashed line is the bare dispersion w® (k). Tt is
clear from these insets that not only is there deviation but that it gets larger as
w — wp. Around the TO-phonon resonance the deviation is dramatic. The reason
for this is that the bare LP branch of the polariton spectrum has an upper bound of
the TO-phonon frequency, which it approaches asymptotically. However, the acous-
tically modified LP branch spectrum does not behave in the same way around the
TO-phonon frequency, this can be clearly seen in Figure 2.1 (a). The red line is
set at wy and clearly demonstrates that the degree of anti-crossing around the lower
Restrahlen band edge when the TO-phonon polariton is acoustically driven, which

is shown in Figure 2.1 (¢), pushes states into the Restrahlen band. In principle the
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quasi-continuum states continue over the whole range examined here, however the
contribution they make to the reflectivity of the acoustically driven TO-phonon po-
laritons drops very rapidly away from wy. It should also be noted that around wy the
Bragg condition at which the band gaps appear breaks down, due to the excessive

anti-crossing and level repulsion.

2.2.2 QUASIMOMENTUM SPECTRUM

For an ionic material undergoing the RAO effect an incident light field of frequency
w excites TO-phonon polariton modes in the bulk of the material. For the given
frequency of incident light, the polariton mode has a specific value of complex mo-
mentum k = K;(w). These values are known in the literature as as forced harmonic
solutions [36] and are calculated from Eqs. (2.4) by solving the inverse problem to
that solved in the previous section. Thus, &;j(w) are complex eigenvalues. The asso-
ciated eigenvectors also gain an index becoming F£,; and F,;. This extra index has
the range —oo < j < oo and distinguishes the different partial waves. The unique
partial wave composition of the total electric and polarization fields is determined
by the boundary conditions. However, these partial waves are not independent. The
eigenvalues and eigenvectors obey the translational relations that are analogous to
those given in Egs. (2.8) and (2.9)

Rits(w) = Rj(w — sQ) + sK, (2.10a)
Enjis(Ww) = Engsj(w — s), (2.10b)
P jis(w) = Pois j(w — sQ). (2.10c)
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These relations invariably follow from the periodicity of both space and time caused
by the passage of the AW.

The calculation of the complex quasimomenta #;(w) begins at the same point as the
quasienergy spectrum, with Eq. (2.6). From this we can arrive at a linear eigenvalue

problem
VY = &Y,

the full derivation of which is given in the second section of Appendix A.2 where
both cubic and quartic anharmonicity are considered. To derive the quasimomentum
eigenvalue problem for the case of third order anharmonicity only, o4 is set to zero
in Appendix A.2. To calculate the quasimomentum spectrum it is necessary that
the problem is truncated to —n, < n < n,, which makes V a square 2M x 2M
matrix and the vectors Y have 2M elements. The factor of 2 is due to the symmetry
Im[s] — —Im[&]. The reason for only one factor of two in the matrix and vector
dimensions for the quasimomentum problem is the lack of separation into UP and LP
branches. This is due to the fact that while the real polariton wave falls to zero for
both v = 0 and o3 = 0, the imaginary part becomes non-zero because the polariton
solution is evanescent in Restrahlen band. For the more realistic case of a non-zero
~ the real part retains some small non-zero value, this is shown by the red line in

Figure 2.2.

When calculating the quasimomentum eigenvalues the matrices have to remain finite,
to ensure this it is necessary to truncate the matrices. At these truncation points
the quasimomentum Bragg replicas are badly distorted, the translational relations
Egs. (2.10) can be used to solve this problem. First the central root » = &j_o(w)
is selected. This is defined as the root which satisfies »(0) = 0. The translational
property given by Eq. (2.10a) can be exploited to use s to replace the other roots. It is
then necessary to use a linear interpolation scheme, this is because the AW introduces
an offset between frequency points in adjacent roots. Thus, w; < w — jQ < w;41 and

the linear interpolation is

Rj(w) = se(w;) + %(w;jiz :Z(wi)(

w—JjQ —w). (2.11)
After applying this interpolation any truncation issues are removed. To calculate s¢(w)
with minimal truncation effects present it is necessary to use fairly large matrices.

The size for any given calculation depends on the coupling strength, for the separate
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Figure 2.3: The solid lines show (a) both the real and imaginary parts of the
acoustically driven complex polariton quasimomentum, at the acoustically induced
band gap for no damping and in (b) for v = 0.2 meV. The dashed lines show the
same but without acoustic excitation. The black and red (gray) colors show the
positive and negative acoustically shifted quasimomentum branches, respectively.
The acoustic frequency is v = 50 MHz (K = 0.1555 ym™1).

third and fourth order coupling M = 161 therefore —80 < 5 < 80.

In Figure 2.2 the complex quasimomentum roots are shown, the real part in Fig-
ure 2.2(a) and the imaginary in Figure 2.2(b) both with and without the AW. The
most noticeable alterations to the quasimomentum spectrum occur around wy =
20.28 meV, which are dependent on the coupling strength o. However, other less
noticeable alterations occur that are of remarkable importance to the THz proper-
ties of the crystal, despite their size relative to the Restrahlen band. The insets in
Figure 2.2 shows the regions where TO-phonon transitions occur, the features they
display are equivalent to the band gaps in the quasienergy spectrum. These features
are examined more closely in Figure 2.3. The upper panel of Figure 2.3(a) shows
the real part of the quasimomentum root for v = 0. If this were calculated for
Vee = 100 MHz then it would reproduce the band gap shown in Figure 2.1(e), the
difference between the two would be the horizontal line. Due to the factor of two
difference between both calculations, the spectral position of the features examined
in Figures 2.2 and 2.3 is half that of the band gap in Figure 2.1(e). The dashed lines
in Figure 2.3 are the bare quasimomentum branches, the band gap occurs because of
the strong AW induced coupling between them. The real part of the quasimomentum
displays anti-crossing behaviour while the imaginary part shows the band gap. Should

o = v = 0 no imaginary part would be present. In this band gap region the polariton
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modes decay rapidly, this determined by the finite imaginary part of the polariton
wavevector due to the coupling between AW and TO-phonon polariton component.
The introduction of non-zero v, which obeys v < o, makes little difference to the

physical situation other than a non-zero imaginary part for all w.

2.3 BAND GAP WIDTH

The modifications of the bare polariton dispersion due to the resonant acousto-optic
effect falls into two categories. Firstly, the alteration of the main polariton band
gap. Secondly, the creation of acoustically induced band gaps at specific points in
the dispersion given by the Bragg condition, which are examined in this section. In
the band gaps the propagation of the polaritons is forbidden, which results in the
reflectivity increasing in the region of the gap. The width of these gaps is a figure of

merit for the strength of the RAO effect, it is therefore worth consideration.

In this section a comparison is made between the numerically calculated band gap
widths and the analytical calculations made by Dr. Egor Muljarov. The results of
the analytical calculations given here are taken from the paper [35]. To begin, the
matrix equations, Eq. (2.4), have the polarization dependence removed by making P,
the subject of Eq.(2.4a) and substituting it into Eq. (2.4b) gives

OénDnEn — U(Oén+1En+1 + OénflEn,1> = O, (212)
where
Dy (k,w) = L wi — 2iy(w +nQ) — (w+ nQ)Qi (2.13a)
T 2w, [T 7 an(k,w) ]’ '
A2 (k+nK\?
nlk,w)=— — 1. 2.13b
n(k, w) € <w+nQ) (2.13b)

The introduction of &, = E,/E,. allows Eq. (2.12) to be solved recursively, by

rewriting it as

00n+1

n = (2.14)

anDn - Uan—l&n—l

To solve Eq. (2.12) up to the N order the truncation E_y_; = E; = 0 is used. This
approach to the solution of Eq. (2.12) is perturbative, with a small parameter o/D,,,
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and will break down when w — wy or w — J/wZ + w%.

The truncation is equivalent to the pair of BC for Eq. (2.12)

€ no1=1/6 =0. (2.15)

The starting point for the calculation of &, would be the first BC. Iteration then
continues until the relationship agDy = oa_1£_1 is reached via the final BC. This
section shows the analytical results calculated using this pertabative method and
compares it with the numerical calculations of the acoustically induced band gaps

only. For consistency with the quasienergy dispersion discussed in section 2.2 v = 0.

The bare polariton dispersion w = w"(k) can be calculated from the N = 0 case of
Egs. (2.14) and (2.15), which is

Do(k,w) = 0. (2.16)

The bare dispersion w’(k) consists of both UP and LP branches and can be seen in
Figure 2.1, represented by the dashed line. In the zeroth order pertabative calculation
no acoustic effects are apparent, the first and higher orders are required for that. The

polariton wavevector coordinate of the gaps is given by the Bragg condition
ky=NK/2, N=1,2..., (2.17)

where the AW provides the periodicity. This condition leads to band gaps forming
in the center and edges of the acoustically induced Brillouin zone. This is clear in
Figure 2.1, which shows the numerically calculated AW modified dispersion for the

extend zone scheme. The energetic position of the gaps, wxy can be found from

wy = W (ky), (2.18)
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or by solving Do(ky,wy) = 0. The gap widths are given by

Ay = oS(w1),
— o2 S(w2)
Az a |D_1(k32,CU2)|’
. 03 S(wi%)
Ba= D2, (k3 ws)’
Ay = 0—4 Slwy) (2.19)
(k4,w4)| 2(ka, wy)|

where

2wwow?
2 22 2 2-
(w? — wi)? + wiws,

S(w) =

A full derivation of this result can be found in Appendix C of [35].

The AW induced band gaps dy are created in the polariton dispersion as a result
of anti-crossing of different polariton dispersion branches. The origin of the anti-
crossings lie in the translational invariance of the dispersion, which is such that states
from opposite k sides of the bare polariton dispersion can become resonant. This can
be arranged by a translational shift in inverse space of the states from the negative-k
part of the dispersion by (NK, NQ). Essentially, the N'! order band gaps open up
in w(k) due to the acoustically induced transition of N TO-phonons, from one side
of the bare TO-phonon polariton dispersion to the other. The exact k-values which
are coupled from each side of w’(k) are given by the Bragg condition detailed in

Eq. (2.17). Accordingly, the width of the gap Ay is dependent on 0§Y4.

In the RAO effect the light and acoustic fields do not directly interact, the entire RAO
effect is caused by the mediating TO-phonon as discussed in section 1.9. Therefore,
the efficiency of the effect can increase by either increasing the acoustic intensity or
by increasing the TO-phonon component of the polariton. In Figure 1.2 we show that
near the TO-phonon frequency the energy of the polariton is distributed strongly in
favor of the TO-phonon component. Thus, as detuning from the Restrahlen band
reduces the strength of the RAO effect increases, in both LP and UP branches. In
the LP branch considered in the perturbative results discussed above this is taken

into account by the form factor S(w), which increases with decreasing detuning.

The comparison of the numerical band gap width and the analytical calculation is

shown in Figure 2.4 for a moderate acoustic intensity I,. = 2.4kW /cm? (0 = 0.4meV).
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For A; and A, (lines) the agreement with the numerics (symbols) is excellent over a
large range of the results. In the LP branch, shown in Figure 2.4 (a), at high acoustic
frequency (low detuning) the agreement between the analytics and numerics fails.
The assumption that the analytic model is based upon is that the detuning is large
compared to the coupling strength, in the case of small detuning this clearly breaks
down. This is also the case for low acoustic frequency in the UP branch. Due to the
postion of the UP branch above the Restrahlen band, low acoustic frequency corre-
sponds to small detuning. The higher order band gaps are not at all well reproduced.
This is due to analytical calculation considering €2 negligible, which holds for the first
two band gaps. However, at higher orders the band gap width has become peV in

size, this is comparable with €.

2.4 THIRD ORDER ANHARMONICITY: COPPER CHLO-
RIDE

This section details the boundary condition problem that was solved to produce the
reflectivity spectra including all important Bragg replicas. The numerical results are

presented for a variety of parameters and shown to be modified due to the AW driving
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Figure 2.5: The schematic of the boundary considered for the TO-phonon polari-
ton RAOQ effect. The vertical stripes symbolise a propagating bulk AW.

the TO-phonon polaritons. Some comparisons are also made to the approximate

analytical results calculated using Dr. Muljarov’s perturbative approach.

2.4.1 NUMERICAL BRAGG REFLECTIVITY

This thesis considers a semi-infinite geometry for the TO-phonon polariton RAO
effect problem with an ionic crystal-vacuum boundary at z = 0. In Figure 2.5 we
see that the incident light, given by the red arrow results in reflected Bragg replicas
as well as co- and counterpropagting transmitted Bragg replicas. In the vacuum the

electric field takes the form

E(z<0,t) = gldoze=wt 4 Z rne_iqnze_i(“+nﬂ)t, (2.20)

where ¢, = (w+ n)/c and r, is amplitude of the outgoing Bragg replica, which has

been normalised to the unity of the incident light wave. In the ionic crystal region
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the electric field is joined by a polarization field, both have a similar form

E(z>0,t) = Y A B, e/FatniOziletnt, (2.21a)
n,J

P(z>0,t) = Y AP, e/FatnOileindt, (2.21b)
n,j

Here, then normalised eigenvectors are £,,; and P, ; for the electric and polarization

fields, respectively. The partial wave amplitude is given A;.

Both the partial wave amplitudes A; and the Bragg replica amplitudes r,, are found by
considering the boundary using Maxwell’s boundary conditions (BCs). These require
that both the electric field and the magnetic field H(z,t) are continuous across the
boundary found at z = 0. Using the one dimensional form of Eq. (1.29¢) from

section 1.8, H(z,t) can be calculated from FE(z,t), which gives the set of equations

e~ wt + Z rne—i(w—l—nQ)t _ Z AjEnje_i(meQ)t,

nj

) , ki +nk _.
eTiwt _ Z T,nefz(uﬂrnﬂ)t _ Z AjEnj J p efz(ernQ)t.

- n
nj

These equations hold for any time ¢. By equating coefficients they can be written in

a more convenient form, that can be easily solved for r,, and A;.

On0+ 70 =Y AjEn, (2.22a)
J

Iij—i‘nk'
¢

On0—Tn =Y AjEn (2.22b)

J

These equations are numerically solved by a truncation —ng < n < ng, where the
total number of Bragg replicas is given by Ng = 2ng + 1. The truncation used
for the BC problem is different from that used for the calculation of the central
polariton quasimomentum Bragg replica »(w). The number of Bragg replicas used
for the determination of r, and A; is a lot smaller, therefore Ng << M. An example
of this can be found when trying to calculate the reflectivity for o3 = 2 meV and
v = 100 MHz, to determine »(w) to an accuracy of 1077 M = 81 but to calculate 7,

and A; the matrix dimensions is only Np = 21.

The Bragg replicas cannot be spatially selected because of the collinear propagation
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Figure 2.6: (a) Incoherent total Bragg reflectivity, (b) central Bragg replica re-
flectivity and (c) coherent total Bragg reflectivity for various acoustic frequency
and 0 = 1 meV, while v = 0.2 meV. (a) does not show any interferences terms but
(c) does. The thin red lines show the reflectivity without the presences of an AW.

of the AW and the TO-phonon polaritons. However, thanks to the propagating
nature of the AW each Bragg replica has its own unique temporal evolution. This is
clearly demonstrated by considering Eqs. (2.21), where the time dependence of the
n'™ Bragg replica has the frequency w+n£). Clearly, the effect of this propagating AW
on the Bragg replicas is to either upconvert or downconvert the undressed polariton
frequency, depending on the sign of n. If a frequency selective technique is used
the intensity of the n'" Bragg replica in the reflected light field R, = |r,|* can be

measured.

The effect of each Bragg replica having a unique temporal evolution will have an
important impact on the technique used to measure the reflected light field. If the

temporal resolution of the spectrometer 7 is not sufficiently fine enough to resolve the
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interference fringes of the Bragg replicas then the reflectivity will be fully incoherent
Rw)= Y |rul” (2.23)

The condition for this case of reflectivity measurement is {27 >> 1, for this to hold
7 would have to be of the order of nanoseconds. The other example of reflectivity
measurements in the case of the TO-phonon RAO effect is the fully coherent case.
Here the spectrometer would have sufficiently fine 7 to resolve the interference fringes
of the Bragg replicas. In this case (07 << 1 putting 7 in the sub-nanosecond to

picosecond range. The fully coherent total Bragg reflectivity can be calculated by

np

(2.24)

The two cases of measurement of the total Bragg reflectivity discussed above are
shown in Figure 2.6 for various AW frequency. Figure 2.6 (a) shows the incoherent
reflectivity and Figure 2.6 (c) shows the coherent equivalent. It should be noted that
Figure 2.6 (c) would be equivalent to a spectrometer measuring the reflectivity with
sufficient spectral resolution to observe variation of the reflectivity with time due to
). Thus, in general Figure 2.6 (c) is time depdent and is shown here at t = 0. In
Figure 2.6 (b) the zeroth Bragg replica Ry is shown. It is the only Bragg replica to
survive the removal of the AW, which leads to the red curve shown in all panels of
Figure 2.6. This is calculated by setting o3 = 0. The black curves are all calculated
for a coupling strength of o3 = 1 meV. It can be clearly seen in Figure 2.6 that the
increasing acoustic frequency up to 1 GHz has the effect of blue shifting the peak
associated with the N = 1 TO-phonon transition. In the LP branch, when using
lower AW frequencies, the reflectivity peaks are due to individual acoustic band gaps
formed from specific acoustically induced TO-phonon transitions. These give rise
to the large peaks for AW frequencies up to ~ 300 MHz. The thickness of these
peaks is dependent on the band gap width or the TO-phonon damping, whichever
has the greater magnitude. As the peak approaches wy it becomes wider, until the
peak becomes a cusp-like feature seen in all panels of Figure 2.6 at 1 GHz. In the UP
branch the peaks become hard to resolve at AW frequencies below 100 MHz as the UP
states are pushed in to the Restrahlen band. Between this frequency and 300 MHz the
AW frequency evolution of the peaks is similar to the LP branch counterparts. There

is a noticeably stronger effect in the coherent reflectivity ﬁ(w), where the spectral
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modifications are considerably enhanced due to dispersive features caused by a strong

interference effect.

Due to the similarity of the three reflectivity spectra in Figure 2.6 at 1 GHz, it is
clear that the evolution of the peak into a cusp-like feature takes place only in the
zeroth Bragg replica, no other orders contribute. This is due to an AW frequency
that is equivalent to a submicron wavelength, while the polariton wavelength is in the
micron range. Thus, the light field has wavelength too large to resolve the AW. This
means that the polaritons pass through a homogeneous material in which the AW has
modified the w-dependent dielectric constant, that is the AW no longer provides a
dynamic superlattice and the Bragg condition no longer holds. This leads to a direct
modification of the zeroth Bragg replica, all others vanish. The cusp-like feature
can be understood as the result of the acoustically induced band gaps accumulating
around the TO-phonon frequency, of which, in principle, there are an infinite number,
though increasingly less significant. Lower detuning from the Restrahlen band does

not produce a cusp like feature in the UP branch due to the shape of its dispersion.
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The approximately parabolic shape of the dispersion in this region of the LP branch

does not allow for the accumulation of band gaps.

In Figure 2.7 the effect of increasing the coupling strength is shown for both high
and low frequency limits. In the low frequency limit shown in Figure 2.7 (a), the
increased coupling strength leads, not only to an increase in the strength of the
N =1 TO-phonon peak but also to new features. These new features correspond to
the second and third band gaps widening as a result of increased coupling strength,
that is an increase in the strength of the N =2 and N = 3 acoustically induced TO-
phonon transitions. The new features can be seen in both the LP and UP branches.
Figure 2.7 (b) shows the effect the increased coupling strength has on the total Bragg
reflectivity in the high frequency limit. In this case there no new features appear,
however the strength of cusp increases with coupling strength, as does its splitting
from the Restrahlen band. The effect of this is to reduce the reflectivity of the
Restrahlen band.

Figure 2.8 shows the contribution each Bragg replicas makes to the reflected electric
field and how this is effected by the acoustic frequency. In the top panel of this
figure the zeroth Bragg replica dispersion »(w) is shown. In theses panels the Bragg
condition is highlight by horizontal gray lines, which are separate by a wavevector of
K /2, and arrows of length K. The y-axis is measured in units of the initial wavevector
Ky = 0.1555 pm. In the bottom panels the red lines show the total Bragg reflectivity
and the dashed lines highlight the reflectivity peaks that appear at spectral position
of the first-order acoustic bands gaps. These peaks are due to a set of one TO-phonon

transitions between the positive and negative sides of the dispersion (w).

The term “one TO-phonon transition” refers to the scattering channel that the tran-
sitions use. The fact that the peak due to the N = 1 band gap in the total Bragg
reflectivity has contributions from at least up to the n = —4 Bragg replica, indicates
that this peak is dependent, albeit more weakly, on more than simply the transition
of one TO-phonon. That is, it has contributions from N concurrent TO-phonon tran-
sitions that all occur using the one TO-phonon transition scattering channel. This is

also true of the other peaks in the reflectivity spectrum.

The reflectivity of the n'® Bragg replica also has more contributions than just those
due to the N = |n| TO-phonon transitions. In the LP branch of Figure 2.8 (a) it is
clear that some Bragg replicas contains peaks due to N-phonon transitions where N #

|n|. This is because all higher order Bragg replicas accumulate the lower n-phonon
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Figure 2.8: The top panel shows the acoustically modified quasimomentum spec-

trum over both LP and UP branches.
of the Bragg replicas in the range —4 < n < 2. Finally the bottom panel shows the

total Bragg reflectivity. The calculations used the parameters o = 2 meV and (a)
v = 50 MHz, (b) v = 100 MHz and (c) v = 150 MHz. The vertical dashed lines

indicated the positions of the band gaps, the colored arrows in the upper panels
show N-phonon transitions. The associated acoustic wavevectors are (a) K
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transitions. In some cases the higher order Bragg replicas contain contributions from
lower order transition that are stronger than N = |n| transition. For example, the

n = —4 Bragg replica in Figure 2.8 (a).

The effect of increasing the AW frequency is seen more explicitly in Figure 2.8. The
position of the TO-phonon transitions is given by the Bragg condition. Upon increase
of the 2, which consequently increases K, this Bragg condition can only be fulfilled at
higher frequency positions in the dispersion. This must lead to a blueshift of the band
gaps. This blueshift also affects the width of the band gaps due to difference in the
TO-phonon content of the TO-phonon polariton at different points in the dispersion.
Higher TO-phonon contribution to the polariton leads to stronger coupling and a
wider band gap, these conditions can be found around the Restrahlen band. In
Figure 2.8 (a) the peaks in the LP branch are weaker than those in Figure 2.8 (b) and
(c) because of their spectral position. The opposite is true in the UP branch, where
a blueshift removes the band gap from the vicinity of the Restrahlen band leading to

weaker peaks in the reflectivity.

The fact that the negative n Bragg replicas contribution is strongly dominant over the
positive n Bragg replicas is simply because the reflectivity is being considered. The
incident light excites positively propagating polariton modes, that is modes with s >
0. The AW can scatter these modes into the s < 0 part of the polariton dispersion.
Due to the accompanying emission of acoustic phonons the scattering event is also a
downconversion in frequency of the TO-phonon polariton. The downconvert polariton
waves remain down converted in both crystal and vacuum and correspond to the
negative-n components of the electric field found in Eqs (2.20) and (2.21). This
is the cause of the dominant negative n TO-phonon transitions in the total Bragg

reflectivity.

Finally, the peaks found in each Bragg replica R, are not actually due to individ-
ual N TO-phonon transitions, they are all dressed by higher order processes. Any
N™_order band gap is caused mainly by N TO-phonon transitions, but also has com-
ponents from multiple simultaneous emission of N 4 s phonons and the absorption
of s phonons, in principle for any integer s. The size of these higher order effects
is depend on the magnitude of ¢ and in the calculations presented in this chapter

|s| <20 even for coupling up to o = 3 meV.
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2.4.2 ANALYTICAL COMPARISON

For a small o (low acoustic intensity) the reflectivity of each Bragg replica can be
calculated using the approximate perturbation approach discussed in section 2.3. This
approach uses the N perturbative order to describe the RAO effect in which only N
TO-phonons participate, there are no higher order effects. The approach would take
account of Ay gaps due to N TO-phonon transitions. In what follows, the N** Bragg
replica is calculated in its lowest order, including both the upconverted r,—, 5 and
downconverted r,—_y cases. It is also explicitly shown that only the downconverted

rn—_n Bragg replica is resonantly enhanced.

The results of the perturbation theory presented here are derived in Appendix D of
reference [35]. For the N Bragg replica the recursive form of the perturbative result

18

= Bey —
T = — A —s E S e 07 225
AN ; (Vo) B9 = (2.25)
N
1 + B:I:s
Ay = =S Apn g Fp, s 2.26
+N 521 (N —s) ks T 5 ( )
o i 1
Eoy=oN—2 , 2.27
= 4N sl_[1 Dy ( )
where D,,(w, k) is defined in Eq. (2.13a),
k+nkK\? k+nk
an:( n ) _17 Bn: o 3 (228)
p q

q = w/c, p = \/eq and for simplicity the © dependence has been dropped. The

recursive initial point is at N = 0 and the starting values are given by

1= By 2
_ Ay = Fo=1. 2.29
1+ B 0 0 ( )

To

Initially the zeroth order quasimomentum k is used in the the above equations, the
zeroth order being the bare polariton dispersion k& = k%(w). This can be calculated

from Eq.(2.16) and is the inverse of the bare quasienergy dispersion w = w'(k). By
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Figure 2.9: Black lines show the reflectivity of individual Bragg replicas calculated
numerically, the colored lines show their analytical counter parts. In (a) n =
—1,—2,—3 and (b) has n = 0,1,2,3. Both analytical and numerical calculations
used the parameters: coupling strength o3 = 0.4 meV, acoustic frequency v =
50 MHz and damping v = 0.2 meV. The inset highlights the reflectivity peak in
the region of first, lowest energy, band gap.

using Eq.(2.16) the functions D,,(w, k) written in Eq. (2.13a) can be simplified to

_w_%t (k+nK)? — k?
2wy k% — p?

an Dy (2.30)

when € is neglected.

Consider Eq. (2.27), in the denominator stands D,, and from Eq.(2.25) it is clear that
r, has a maxima when «,, D,, is minimized. This occurs when (k +nK)?* ~ k?, which

leads to a Lorentzian peak at the Bragg condition

Re(k) = —%, (2.31)

the widths of which are proportional to Im(k). Currently, Im(k) is fully determined
by the TO-phonon damping . It is instructive to note that the incident light excites
TO-phonon polaritons with wavevectors Re(k) > 0, therefore, by Eq. (2.31), only
n < 0 fulfills the Bragg condition. Thus, only the downconverted Bragg replicas are

observed in the reflectivity.
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The three lowest order Bragg replica amplitudes are given by

K 2 (&%)
r.1=0— , 2.32a
! q (14 po)? a1D—,4 ( )
K 2 200 1+8.1 o? }
2 0 1 0
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These three results are the approximate analytical comparison to the numerical
results previously presented, this can be seen more clearly in Figure 2.9 where the
calculations were made for a moderate coupling strength of o3 = 0.4 meV. There
is strong agreement between both results everywhere but the peaks, where only the
spectral position is correctly reproduced by the analytics. This is most clearly seen
in the inset to Figure 2.9 (a), which shows that not only is the Lorentzian shape
inaccurate but that it is unphysical, with |r,|> > 1. However, this artifact can be
removed by taking into account the acoustically modified spectrum, which is discussed
below. In Figure 2.9 (b) both numerical and analytical calculations are shown for
n > 0, this panel clearly demonstrates a lack of acoustically induced reflectivity

peaks.

The r_; downconverted Bragg replica peaks at the frequency wy, which is the fre-
quency of the lowest acoustically induced band gap, this was shown in Eq. (2.18).
As discussed previously, the peak corresponds to a one TO-phonon transition from
the negative-k side of the polariton dispersion to the positive, this was shown in Fig-
ure 2.8. It is also important to note that while the following discussion focuses on

the LP branch, similar peaks can be found in the UP branch.

The second Bragg replica has more complex structure that can be used as the starting
point of a more general understanding of the Bragg reflection. In Figure 2.9 the
n = —2 replica has peaks at both w = w; and wy. This can be explained by considering
Eq. (2.32b), the first term in the square brackets describes a composite two phonon
process. The virtual intermediate state in this process emits only one acoustic phonon.
As a result when Eq. (2.32b) is examined in Figure 2.10 the origin of the two peaks in
r_o becomes apparent. The red, dashed line of Figure 2.10 shows the first term in the

square brackets. It clearly shows two peaks in the LP part of the spectrum, the higher
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energy one is the final state which dominates the lower energy intermediate one. By
considering the second term, which is the blue dotted line in Figure 2.10, it has only
one peak which shows the one phonon transition in second order. The fact that there
is only one peak from the second term, is because the one phonon transition is the
only component of r_;. The resultant effect of these processes is that the w ~ w; peak
is dominant overall, as can be seen by the black line in Figure 2.10. This reasoning
can be generalised to higher order peaks, for example, in the Eq. (2.32¢) the first term
is due to a three-phonon process with an intermediate states in which one and two
phonons are emitted. The last term is the third-order one phonon transition and the
second term is a mixture of the one and two phonon transitions. Thus, three peaks
are present in r_s, at w = wy, wo and ws, all of which are due to various three phonon

processes.

As mentioned previously, the initial analytical calculation of r,, used the bare polariton
dispersion, which lead to unphysical results for even a relatively modest coupling
strength. The solution to these problems is to replace k¥ = k°(w) in Egs. (2.28)
and (2.30) with the numerically calculated, acoustically modified quasimomentum,
k = »(w). This results in a modification to the acoustic Bragg condition of Eq. (2.31),

which determines the resonant energies w,, of the RAO effect, given below

nk
Re[s¢(wyn))] = - (2.33)
This approach to the analytical calculation allows the a larger number of Bragg repli-
cas to be taken into account. While this is not strictly consistent with a lowest order
calculation of r,, it does produced the desired improvements. Practically, this method

of calculation works provided the resonances are suitably narrow. Figure 2.11(a)
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Figure 2.11: The analytic calculation of the Bragg reflectivity for the n = —1 and
n = —2 Bragg replicas are shown by the coloured lines, the numerical calculation
is shown by the black lines. The solid coloured lines were calculated by taking into
account the effect of the AW on the dispersion, the dashed lines were calculated
from the bare TO-phonon polariton dispersion. The arrow indicates acoustically
induced gap width of the lowest energy band gap, as calculated by the first equation
of Egs. (2.19). In (a) the lower polariton branch is shown and in (b) the upper
polariton branch is shown.

shows the improved calculations with the solid coloured lines and compares them
with full numerical calculations in black and the original analytics given by the dashed
coloured lines. In both analytic cases the red lines are for the n = —1 Bragg replica
and the green lines for the n = —2 Bragg replica. The solid coloured lines reproduce
the height and width of the full numerical calculations well, which is in contrast to
the original analytics. As mentioned previously, the linewidth in these calculations
is due solely to TO-phonon damping, in the improved calculations the use of s (w)
allows band gap width to determine the width of the peaks in r,. This is because
the band gap width is properly incorporated into s(w), which is not the case with
k°(w). There is a slight discrepancy between the improved analytics and the numer-
ical calculation, which is due to the higher order corrections inevitably included in
the numerical calculation but absent from the analytics. The fact that these correc-
tions are large enough to make a noticeable, albeit small, discrepancy for a coupling
strength as modest as ¢ = 0.4 meV is rather surprising. These higher order correction
are more important for the UP branch at the low acoustic frequency of v,. = 50 MHz
due to the increased coupling strength around the Restrahlen band. This can be seen

from the reduced impact the improvements have had on the analytics and the far
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larger discrepancy than in the LP branch.

Finally, a comment on the origin of the cusp-like dispersive features in the n = 0
Bragg replica. To begin second order corrections have to be included in the analytic

equation

1— B K\* 4 a2
= + — ) 2.34
To 1 + 6 4 ( q ) (1 + 60)3 OélDlOélefl ( )

It is clear from D_; in the denominator of the second term above, that resonant
features will be produced in ry. In higher order Bragg replicas the resonant term is
added to the Lorentzian line shape. However, in this case the term has only the bare
TO-phonon polariton reflectivity to which the first term can be added. As a result
of this mixing of the first and second terms in Eq. (2.34) a dispersive feature is seen
in the n = 0 Bragg replica instead of the Lorentzian peak. This can been seen in the
N shaped feature found in the zeroth Bragg replica, a numerical calculation of which

is found in Figure 2.6 (b) for various frequencies.

2.4.3 Low AND HicH AcousTiCc FREQUENCY BEHAVIOUR

Previously, in this section, a discussion of the effect of various acoustic frequencies €2

on the AW driven polaritons has been presented and it was shown that {2 can be used
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Figure 2.13: The spectral area of the Bragg reflectivity of the n # 0 Bragg replicas
given by Eq. (2.35) and calculated for o = 1 meV.

as a parameter to control the terahertz properties of semiconductors. Specifically,
Figure 2.6 showed that the position and widths of the acoustically induced peaks in
the reflectivity can be tuned by (2. This figure also shows the effect of very large €2
on the reflectivity. This was characterised by two features, the formation of the cusp
near the Restrahlen band, which was due to the accumulation of acoustically induced
band gaps, and the massive reduction in strength of the higher order Bragg replicas.
The later was caused by the AW modulation wavelength being reduced to the point
where the light field was no longer able to be diffracted by it, which leads to the
acoustic changes being limited to the zeroth Bragg replica. Figure 2.12 shows this
more clearly, with each consecutive panel the AW frequency is increased and the total
higher Bragg replica contribution decreases. Figure 2.13 highlights this for a greater
number of frequencies, showing the spectral area approaching zero as ) — oo. The

spectral area is calculated using

/OO S (@) doo. (2.35)

Y n#0

In the opposite limit the spectral area of the higher Bragg also replicas reduces as
0 — 0. In this case the AW becomes less effective at modulating the medium as
the wavelength becomes long. Essential, this is the limit of no AW modulation so it
is expected that for €2 < 10 MHz the spectral area will fall to zero. However, the
current numerical calculation does not produce results easily at v < 20 MHz and so

it is difficult to produce results to support this claim.
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Figure 2.14: The electric field | F(z,w)|? in both vacuum and CuCl. The boundary
is given by the dashed red line. The parameters used were o3 = 1 meV and
v =50 MHz. The colour scale is logarithmic and black corresponds to |E|? — 0.

Finally, the region of the UP branch just above the Restrahlen band shows a peak in
the reflectivity in Figure 2.12 for 2 = 20 MHz. This is due to the accumulation of
transitions at the upper edge of the Restrahlen band. Unlike the effect at the lower
edge of the Restrahlen band the effect on the reflectivity remains associated with the

n-Bragg replicas for |n| # 0.

2.4.4 ELECTRIC FIELD AND INTERACTION LENGTH

In Figure 2.14, the wavelength of the incident light is comparable to the AW modula-
tion, which results in significant changes to the electric field. These changes are due
to strong Bragg scattering of the TO-phonon polariton modes by the AW induced
modulation of the CuCl crystal. The electric field shown in Figure 2.14 was calcu-
lated for v = 50 MHz, which means it corresponds to the reflectivity spectrum of the
top panel of Figure 2.6 (a). The dashed red line shows the position of the interface
between the vacuum and semi-infinite CuCl crystal. On the left, the modulations of
the vacuum electric field are dependent solely on the light wavelength A = Ayqc/+/E,
and are caused by the interference of incident and reflected waves. On the right, in
the semiconductor region, the medium is modulated by the AW which is constant
for all w, and given by the AW wavelength 27/K. An acoustically induced half-\

modulation occurs at hw ~ 5 meV. The resulting destructive interference between
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Figure 2.15: The interaction length for the lowest energy band gap in the LP
branch. Obtained from the numerically calculated electric field profile (black line
and triangle) shown in Figure 2.14 and analytically calculated from Eq. (2.36).
Calculated with v = 0.2 meV and ¢ = 1 meV. The detuning is given by wg — wy
and the dashed line is the acoustic wavelength.

the co- and counterpropagting TO-phonon polaritons causes an abrupt attenuation

of the electric field, seen as a thin black line in Figure 2.14.

The interaction length of the RAO effect [, can be given an upper bound by the
decay length of the electric field. This will characterise the length, in real space, over
which the TO-phonon mediated coupling between the light and acoustic field takes

place. An analytical comparison to the numerical results is given here

Kc* (wi — w?)? + 4y%w?
2
oEW; dw?ws,

(2.36)

lint -

The derivation of the interaction length is provide in Appendix E of [35]. The inter-
action length is shown in Figure 2.15 with the numerical calculation in black and its
analytical comparison in green. In both case the calculation was performed at the first
resonant frequency w = w; in the LP branch. The agreement between both results is
excellent for the whole range of AW frequencies. At smaller detuning dw = wy—w; the
numerical interaction length decreases monotonically and is limited by the damping
of the TO-phonon. The dashed line showing the acoustic wavelength clearly indicates
that the interaction length is never more than ten to a hundred time greater, this is

a considerable improvement over conventional acousto-optics.



2.5. QUARTIC ANHARMONICITY: THALLIUM CHLORIDE 69

2.5 QUARTIC ANHARMONICITY: THALLIUM CHLORIDE

In the previous section CuCl was the material considered, where the cubic anharmonic
coupling between the TO-phonon component of the TO-phonon polariton and the AW
is dominant. This led to Eq. (2.6), which was derived via the substitution of Eqs. (2.3)
into the macroscopic equations Egs. (2.1) and subsequently setting o4 = 0. From this
tridiagonal matrix equation the numerical method was developed. In this section TICIl
is the material under consideration, where the fourth order term is dominant in the
Taylor expansion of the interatomic potential. This means that, while the derivation

of the numerical method does not change, it is required that o3 = 0 instead of oy.

The process by which the matrix problem is derived in the third order case of CuCl,

when applied to the fourth case gives

Ep w?%

47

E,.
(2.37)

[Wg —+ 4&)00’4 — 22’}/((,4) + TLQ) — (CL) + nQ)2 Pn + 204W0(Pn+2 + Pn_Q) =

If a comparison is made between the matrix problems for the third order case, found
in Eq. (2.6), and the fourth order case above, then some differences are found. Firstly,
the off-center diagonals have moved out one place. The mathematical origin of this
change is due to the factor of two in the argument of the o4 cosine term in Eq. (2.1b).
Physically, this term represents the TO-phonon transitions that are allowed because
of the cubic anharmonicity, which governs a four phonon scattering channel where
a TO-phonon scatters off two TA-phonons. The TO-phonon transitions that occur
due to the cubic anharmonicity coupling the AW must be due to only even order
transitions, that is n can only take even integer values. That two TA-phonons are

involved in the scattering process is also the reason for o4 o< I,.

The second major difference between the third and fourth order matrix problems
is the appearance of the static o4 term that is found on the central diagonal. The
third order coupling of the previous section had no direct influence on the TO-phonon
component of the polariton. The static term in the central diagonal of the matrix for
the fourth order problem changes this. This term induces a static blue shift of the
TO-phonon frequency that for I,,. # 0. This term is an acoustical analog of the Stark
shift briefly discussed in Chapter 1.
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Figure 2.16: The total Bragg reflectivity for TICI driven by an AW. (a) shows
the reflectivity v = 25 MHz and (b) for v = 125 MHz. The acoustic intensity
used to calculate the black dashed line is I,. = 100 kW cm 2 corresponding to
a coupling constant of o ~ 0.4 meV, for the black solid line I,. = 200 kW cm 2
(0 ~ 0.8 meV). The red line is the bare polariton reflectivity (I,. = 0 kW cm™2).
The inset highlights the acoustically induced Stark shift of the TO-phonon polariton
resonance.

In the optical Stark effect a semiconductor is pumped with a low power laser to gen-
erate a population of excitons. A laser with a higher power is then used to induce the
Stark effect and of the excitons by energy AF [2]. This was explained as the photons
from the high power laser dressing the excitons, which caused the nearly degenerate
ground and exciton state to split and resulted in the probe beam generating polariton
transitions [3]. Our case the acoustic wave generates the Stark blueshift rather than
a high power pumping laser. The TO-phonon polaritons are dressed by TA-phonons

leading to a shift in wy.

This Stark shift can be seen in the inset of Figure 2.16 (b), where the dashed black
and solid black lines show the reflectivity for ¢ ~ 0.4 and o ~ 0.8, respectively. It is
clear that the blue shift caused by the acoustically Stark effect is tunable through the
use of the coupling strength. The sharpest contrast for the Stark shift can be found
at the blue edge of the Restrahlen band, where the blue shift is shown to measure
~ 0.15 THz.

There is, however, many similarities between the third and fourth order cases, which

can be illustrated by the optical properties of the material. In Figure 2.16 the total
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Bragg reflectivity is shown for two AW frequencies, one in the low range v = 25 MHz
and one in the high v = 125 MHz, both for room temperature. In the low range
frequency value the peaks in the reflectivity occur, in an similar fashion to the third
order case. That is, TO-phonon transitions lead to acoustically induced band gaps
and the peaks seen in Figure 2.16 (a). The only difference is that the lowest order
Bragg replicas shown for the fourth order problem are equivalent to the second order
Bragg replicas for the third order problem. This is the meaning of the n = —2 arrow
in Figure 2.16 (a) in both the UP and LP branches.

At high frequencies, an example of which is shown in Figure 2.16 (b), the cusp-like
feature appears due to the same physics as in the third order RAO effect. It is
again caused by the accumulation of acoustically induced band gaps near the TO-
phonon frequency. This modification of the total Bragg reflectivity spectrum, as in
third order RAQO effect, overwhelmingly occurs in the zeroth Bragg replica. The AW
induced modulation of the material becomes too fine to be resolved by the TO-phonon
polaritons, which leads to the AW modifications of the spectrum occurring only in

the zeroth Bragg replica.

2.6 SUMMARY

This chapter has covered the RAO effect for individual coupling between the TA
and TO-phonons using anharmonic three- and four-phonon scattering channels. Us-
ing a modified dispersionless Hopfield macroscopic equation the numerical model was
derived (see Appendix A) and the result of the analytical model found in [35] were pre-
sented. Using these models the AW induced TO-phonon transitions were investigated
and found to lead to peaks in the total Bragg reflectivity spectrum of semi-infinite
CuCl and TICI crystal. It was shown that due to the resonant nature of the scattering
process in the RAO effect, the spectral position of these peak could be modified by
altering the AW frequency. The strength of the peaks was shown to be modifiable

due to via the acoustic intensity.

The investigation of the reflectivity peaks showed that, for both CuCl and TICI, the
contribution of each Bragg replica to the total Bragg reflectivity was dependent of
detuning from the Restrahlen band in the LP branch. It was found that at very high

and very low detuning the contribution from the higher Bragg replicas was severely
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reduced thanks the discrepancy between the AW modulation period and the TO-
phonon polariton wavelength. It was also shown that the peaks become cusp-like
at low detuning in LP due to an accumulation of AW induced band gaps. This
also happens in the UP branch, but does not cause the same cusp-like feature. An
investigation of the electric field and interaction length in CuCl showed considerable

improvements over the conventional acousto-optic effect.

Finally, there where differences in the physics behind the third order RAO effect
(CuCl) and the fourth order RAO effect (T1Cl). In the fourth order effect the AW only
induces even order (n even) TO-phonon transitions due to the scattering channel used.
This means that the first order band gap in TICI was equivalent to the second order
band gap in CuCl. Also an acoustically induced renormalisation of the TO-phonon

frequency was documented in the fourth order effect that has not been predicted in

the third.



3 RESONANT ACOUSTO-OPTICS WITH
TO-PHONONS: TwWO ANHARMONIC TERMS
IN THE LATTICE POTENTIAL

This chapter will focus on the RAO effect in LiNbOj3, which is a ferroelectric mate-
rial. This class of material necessarily displays large phonon anharmonicities. The
temperature dependent phase transition of the soft phonon mode, which is respon-
sible for the ferroelectric behavior above the critical temperature, is evidence of a
strongly anharmonic interatomic potential. In the case of LiNbOj3 the quartic anhar-
monicity, while weaker than the cubic, is still strong enough to have a relatively large
effect on the optical properties of the material. Therefore, they will be considered

simulataneously and on an equal footing.

3.1 ANHARMONIC COUPLING STRENGTH

This section estimates the coupling constants of both ms and my, which are the
coupling constants for the cubic and quartic anharmonicity respectively, to an order
of magnitude [34, 37]. These terms are related to the coupling strengths of the

previous chapter by o3 = mglif and o4 = myl,..

73
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3.1.1 CuBic ANHARMONIC COUPLING CONSTANT

In Section 1.6 the anharmonicity of an ideal crystal was discussed, the cubic term of

the anharmonic Hamiltonian is

1 92 g3
H(3) =V (j j ] ) (bjl,(h + b;l,—q1)<bj27Q2 + b;r'g,—qg)(bjsﬂza + b;g,fqg)
1 2 3

and V' (q1, q2,q3) is the cubic anharmonic potential given in Eq. (1.10). In the semi-
infinite 1D geometry considered here the phonon polarization factors are unity. Thus,
Eq. (1.10) can be rewritten as [16, 38, 39]

v d1 92 Qs :p_vol h? 1/2\11((11 wa)  (31)
JiJ2 J3 31 18(pVo)Pw(aijt)w(gzjz)w(asys) T

where p is the mass density and Vj is the lattice volume and [39],

1 o3V A
v = — _ 2" Jilaruatqzrugtqsuy) 3.9
(qla q2, QS) p‘/g c%;y auaauﬁau’y (& , ( )

where u,, are the atomic displacements along the « direction and «, S and ~ are

indices over the coordinates.

In the case of the RAO effect the interaction for the cubic anharmonic coupling is
given by TO +TA — T'O, which corresponds to the bro x - bra x - bro x+k. Thus, the
wavevectors take the values q; = k, g3 = K and q3 = —k — K and the Hamiltonian

of the associated cubic anharmonicity is

k K k+K

3

Hf({/io ~ (] o j N j o > (bjTo,k + b;T07—k)(bjTA»K + b;TA7*K>(b]'TO7—k—K + bIc—i—K)'
T T T

(3.3)

The phonon branches involved are j; = jr1o, jo = jra and j3 = jro. By assuming

that w(k, jro) = w(k + K, jro) = wp the potential can be written as

k K k—-K 3 1/2
1% . _ Y < hg ; ) (kK k- K) (3.4)
Jro Jra  JTO 3! 8(pV0) wp2

To proceed it is necessary to find a value for U(k, K, k—K). As there is little literature

on this specific interaction an estimate is required.
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According to Guerevich [39] we can make an order of magnitude approximation of
the derivative in Eq. (3.2). Consider an atom displaced from equilibrium by an
interatomic distance a. The energy of this displacement is of the order of a typical

atomic energy ¢,, as a result the order of magnitude estimate is

_OV_ &
duadugdu, a3’

where €, can be expressed in characteristic quantities of the crystal. As the crystal
is invariant to a transform of a, the exponential term in Eq. (3.2) remains unaffected

provided |u, —ug| << 1 and |u, —u,| << L.

The elastic energy of the displacement in the harmonic approximation is
(1/2) Mitimn Wit tmn, Where Ajn, is the fourth order elastic tensor and w;; is the second
order strain tensor. As the atomic displacement is small the harmonic approxima-

tion holds, and the deformation potentials are unity. The elastic coefficients can be
2

ac)

approximated as Ay, ~ pv;., where U, is the average acoustic velocity. The total

elastic energy of the crystal can also be written as nse,, where n is the density of unit

cells and s the number of atoms per unit cell. This leads to pvZ. = nse,. Rearranging
2

ac?

and canceling gives €, ~ mu_., where m = M/s is the average mass of an atom and

M is the mass of the crystal. It is now possible to rewrite the derivative as

B’V ~ mu2

ac

du,dugdu, — ad

The sum in Eq. (3.2) can now be estimated. First the indices need to be changed
to u,, u, —ug and u, — u,, which can done by considering the exponential term in
Eq. (3.2)

cllar-aataz-as+as-ay) ilaz2-(ag—aa)+az-(ay—aa)] yi(a1+az+as)aa

=e
The anharmonic coefficient described by Eq.(3.1) must be invariant to a translation
by a lattice vector [16, 40]. For phonon wavevectors, the conservation of momentum
can be written as that q; + q2 + q3 = g. Due to the invariance of the lattice a

translation of a obeys a - g = 0. Therefore, ¥(qi, qs,q3) can be written as

g{(ql q2 q3) ~ LNqujgc Z ei[qQ'(aa_aﬁ)+q3'(aa_a’}/)]
) ; p‘/Q a3 )

a—ﬁ,a—’y
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where the factor of Ny = pVy/m is the number atoms in the lattice and comes from
the completion of the sum over « [39]. The displacement of the atom is small, only
of an average interatomic distance a. Thus, the number of terms that need to be
considered in the sum approaches unity [39]. Therefore, the summation is small and

W can be approximated as

=2
Vac

‘IJ(Q17<127Q3) ~ g-

This approximation no longer holds when one of the phonons is from an acoustic

branch and whose magnitude is small compared to a .

1

In this case, |K| is far

smaller than a~' and as |K| — 0 the vibrations become a translation of the entire

lattice. This motion cannot change the energy of the lattice. To ensure this is the

case a factor of |K|a is included [39] in the previous approximation

=2

—/l)ac
Uk, K, k') ~ |K|a§.

The potential of the TO + T A — TO channel can now be written as,

k K k — K 1 h3 1/2 _9
1 | Kat, (3.5)
JTo JtA  JTO 3! [ 813wi2 a3

where 11 is the average effective mass of the phonon modes.

A classical approximation of the acoustic phonon term in the Hamiltonian can be

made by writing

(bx + ' &) L. \?
2 RN /N, = 2
< \/Vcell ph hs@aCQ

which, with the aid of the acoustic dispersion Q(K) = v,.K, allows the Hamiltonian

to be approximated as

k K k—-K I 1/2
3) ac T T
Hyao =~ (jTo i o ) (—ﬁ3K@§c Vcell) (Djrok + 050 1) (Bjpo -2k + 05 1iox)s

(3.6)

where V(k, K, K,k — K) is defined in Eq. (3.5). The cubic anharmonic coupling
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Table 3.1: Parameters for bulk LiNbOg used to calculate mg and my.

LiNbO;
Vo 3.17941 x 10* cm?
Vac 357290 cms ™
V(@) 182 mRy
a 1.386 x 1077 c¢m

constant oz can be define as

gy (K K k=K ( fue )1/2 (3.7)
g3 = o . . . T3 5 Veell ) .
JTo JTA  JTO hKv2,

where the factor of 3! is to account for the permutation of phonon branches. This

equation is related to the third order coupling strength mg given in chapter 2 by

03 = M3V Iac-

For the ferroelectric materials LiNbO3 and LiTaOg3 the value of the magnitude of the
derivative W(k;, ko, k) has been empirically deduced [29]

3/]3(«08 ) 1/2
)W,

\IjLiNbO;), (kh k27 k3) = (m

where V' (Q)g) are the minima of the interatomic ferroelectric potential. By applying

the small |K| approximation of Gurevich discussed previously we can write

3ﬂ3w8 1/2
Urinbos (k, K, k — K) = (W) K]a.

The combination of this result with Eq. (3.4) and Eq. (3.7), after some manipulation,

leads to

EIV(Q0)] (3:8)

9 ac

- 3 Veaws 17
U;Jleog == { 1% } arl/?

Upon comparison with o3 = mgs+/I,. this gives the cubic anharmonic coupling con-

stant for the ferroelectric materials LINbO5 and LiTaO5 as

(3.9)

ms =\ SO0

3{ VeelWg }1/2_
U20|V(QO)|
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Using the data provided in Table 3.1 [41, 42] 05™"°% ~ 1 meV for I, = 1 kWem ™2
Throughout this chapter I,. = 25 kWem ™2 Wh1ch gives o LiNPOs ~ 5 meV. For the
remainder of this chapter LiNbOj is the only material considered, for brevity the

superscript will be dropped from Uil;leO3

3.1.2 QUARTIC ANHARMONIC COUPLING CONSTANT

The quartic anharmonic term of the Hamiltonian of an ideal crystal is

d1 92 Qg3 Q4
H(4) = V ( . . . . > (bj17q1 + b}—'l,fql)(b]%(n _I_ b_]g 7q2)(b]37q3 + b]3 —q3)(bj47Q4 + bj4, )
Ji J2 J3 I3

and the V(qi,q2,q3,q4) is the quartic anharmonic potential. As mentioned in the
previous sub-section the TO-phonon polarization factors are unity, as a result the

potential is

1/2

a 9 493 g Vi I
v =p4,0 =T ; : ; ®(q1, g2, 3, q4)

Ji J2 J3 Js © [ 16pV w(qui)w(dzje)w(asjsw(dals)

(3.10)

and,

d ciaivataz-ustas-uy+qsuc) 3.11

(Q1>Q2>Q3>Q4 V Z 8ua(9u58u78u< ) ( )

where «, (3, v and ¢ are indices over the coordinates.

In the case of the RAO effect the interaction for the quartic anharmonic coupling is
given by TO+TA+TA — TO, which corresponds to the bro x-bra k -bra K 010 k42K -
Thus, the wavevectors take the values q; = k, q; = K, q3 = K and q4 = k — 2K and

the Hamiltonian of the associated quartic anharmonicity is

k K K k-2K

3

H]E{A)O ~ V ( . . . . ) (bJTOuk + b]To k)(b]TA K + bjTA —K)
Jro JTA JTA JTO

(b]TAvK + b]TA —K)(bjTo,k—QK + b;r'To,karQK)‘ (3'12)

The phonon branches involved are j; = jro, Jjo = J3 = jra and js = jro. Similar

to the previous section it is assumed that w(k, jro) = w(k — 2K, jro) = wp, which
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allows the potential to be written as

k K K k-2K % B\ 12
v , — p_'o (ﬁ) ok, K, K,k —2K) (3.13)
JTo JrA JTA  JTO 41 \ 164wss?

Once again it necessary to find a value for ®(k, K, K,k — 2K) to proceed. Like
the previous sub-section there is little literature on this specific quartic anharmonic

interaction so an estimate is required.

As in the last subsection, we apply Gurevich’s approximation to provide a value
for the derivative in ®(k, K, K,k — 2K). Extending the logic of Gurevich [39], the
atomic displacement argument used in the last subsection approximates the fourth
order derivative as

oV _ mug,

du,dugdu,ou;  a

2

=.. The invariance of the lattice to a translation by a

As in the cubic case ¢, = mov
means the exponential in Eq. (3.11) term remains unaffected, provided |u,—ug| << 1,

lu, —u,| << 1and |u, —u| << 1.

The arguments used in the cubic case to approximate the summations in ¥(qq, q2, qs)
appealed to the translational invariance of the potential V(q1,q2,qs) and conserva-
tion of phonon momentum. In the quartic case discussed here these arguments still
hold, V(q1,q2,43,q4) is also invariant to a translation by a and the four phonon
interaction also obeys conservation of momentum. Also the same system is under

consideration so the sums will also evaluate to the same values. Thus, we can ap-

proximate ®(qi,qz,qs,qs) as

52
Vac

®(q1, 92,3, q4) ~ i

As in the cubic case this approximation breaks down when the long wavelength acous-
tic phonons are present. However, in this case the quartic interaction involves two

acoustic phonons and therefore the approximation becomes
/ 2172
~ el ac
ok, K, K, k') ~ (|K]|a) i

Where the factor of (|K|a)? corrects for both acoustic phonons. The potential of the
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TO+TA+TA — TO channel can now be written as,

k K K k-2K\ oo\ R
Vi , . . = (164 292) (|K|a)2—4, (3.14)
Jro JTA JTA JTo : MWy a

The same classical approximation can be applied to Hl({go as to HSXO. As there are

two (br + b;() terms the Hamiltonian to be approximated as

k K K k-2K 1
) ac ) T ) T
HRAO ~ (jTO Jra jTa 70 ) h3K@§C %ell(b]To,k + bjTo,fk)(bJToyk—QK + bjTo,fk+2K)’

(3.15)

where V' (k, K, K, k — K) is defined in Eq. (3.14). Then, cubic anharmonic coupling

constant oz can be define as

e k K K k-2K L v (3.16)
04 = 4! . . . . Fa1,—o Ycell, .
JTo JTA JTA Jro K2,

where the factor of 4! is to account for the permutation of phonon branches. This
equation is related to the third order coupling strength mg given in chapter 2 by

o4 = m4]ac.

For the ferroelectric materials LiINbO3 and LiTaO3 an empirical value for the magni-
tude of ®(ky, ko, k3, ky) has been deduced [29]

3w
O (ky, ko, ks, ky)| & ——— .
| ( 1, 82, 183, 4)| 64"/(@0)‘
The small |[K| approximation of Gurevich is applied, this time a factor of (|K|a)? is
included. Combining this approximation with Eq. (3.13) and Eq. (3.16) leads to

LiNbO3 _ 3 Veews a2v/2 (3.17)

o =
! 8vg.|V(Qo)l *

Upon comparison with o4 = myl,. this gives the quartic anharmonic coupling con-

stant for the ferroelectric materials LINbO3 and LiTaO5 as

my

3{ VeelWg }1/2_

:g—

EIV(Q0)] (3.18)

The data found in Table 3.1 [41, 42] gives ;™% ~ 0.01 meV for I, = 1 kWem ™2,
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Figure 3.1: The solid black line shows the total Bragg reflectivity in which both
cubic and quartic anharmonicity has been taken into account in LiNbOg. The
dotted green and blue lines show the total Bragg reflectivity due to the individual
anharmonicities, the green line is the cubic anharmonicity and the blue line is the
quartic anharmoncity. The reflectivity was calculated for v,. = 250 MHz and I,. =
25 kWem ™2, The dashed red line is the bare TO-phonon polariton dispersion (I, =
0). The arrows label the peaks in the total Bragg reflectivity by the acoustically
induced transition that is responsible for them.

for I,. = 25 kWem™2 the coupling strength is af;iNbO:* ~ 0.25 meV. As with o3, for

brevity the superscript will be dropped from affiNbo?’.

3.2 COMPARISON WITH THE CASE OF ONE ANHAR-

MONICITY

In the previous chapter the RAO effect due to only one anharmonicity was discussed,
either for the cubic anharmoncity in CuCl or the quartic in TICL. In this chapter the
anharmonic coupling is strong enough that both anharmonicities must be considered
on equal terms. While this leaves the numerical method of calculation unchanged, it

does require a greater number of Bragg replicas to be taken into account. To produce
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convergent dispersion branches for I,. = 25 kWem ™2 400 Bragg replicas are required.
The calculation of the total Bragg reflectivity requires far less Bragg replicas to be

taken into account, roughly 40 are required for a precision of 1077.

The calculation proceeds by substituting the estimations produced in the previous

section for o3 and o4 in Eq. (2.1b). This gives the material equation

0? 0
72 + 27TOE + wg + dwomylye + dwomsy/ L. cos(Qt — Kr + ¢)
+ dwomyl,. cos(2Qt — 2Kr) | P(r,t) = i—bwﬁE(r, t). (3.19)
T

The two major differences with the previous chapter’s case of one anharmoncity,
are that both anharmonic terms are always present in Eq. (3.19) and that ¢ is not
necessarily zero. This leads to the presence of both cubic and quartic anharmonic
coupling between the TO-phonon component of the polariton and the TA-phonons of
the bulk AW.

A comparison is made between the total Bragg reflectivity for each individual an-
harmonic coupling component and both components together in Figure. 3.1, which
was calculated for v,, = 250 MHz and I,. = 25 kWem™2. The solid black line gives
the total Bragg reflectivity spectrum for both the anharmonic contributions and the
dashed red line for the bare TO-phonon polariton spectrum. The dashed lines are
the individual anharmonic components of the RAO effect in LiNbO3. The green line
takes into account only the cubic anharmonic effect. Thus, the total Bragg reflectivity
is formed by the acoustically induced band gaps of every transition, similar to CuCl
investigated in the previous chapter. The dashed blue line is due solely to the quartic
anharmonicity, accordingly only the even order acoustically induced transitions affect

this line, as in TICI discussed in the previous chapter.

Consider the peaks due to odd n TO-phonon transitions in Figure. 3.1. The total
Bragg reflectivity for both anharmonicities (solid black lines) at these transitions is
clearly very similar to the peaks due to cubic anharmonicity only (green dashed line).
This is because the cubic component is the only contributor to the odd peaks, which
is apparent from comparison of the two modulating terms in Eq. (3.19). The even n
peaks have contributions from both the cubic and quartic scattering channels. Thus,
discrepancies occur between the total Bragg reflectivity due to the third order and
both anharmonicities at the even n peaks. This can be seen in the inset to Figure. 3.1.

The apparent weakness of the quartic anharmonicity is very clear in this inset, the
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total Bragg reflectivity due to this scattering channel (blue dashes) is considerably
smaller than the cubic equivalent. However, from the difference between the cubic
peak and the peak due to both anharmonicities, it is clear that the fourth order

transition contributes significantly to the even n peaks.

In Figure. 3.1 the quartic only total Bragg reflectivity displays a blue shift with
respect to the bare TO-phonon line. This is the Stark shift discussed in the previous
chapter, which is due to the static quartic anharmonic term 4wymyl,. in Eq. (3.19).
This shift can be seen in the UP branch, n = —2 transition in the total Bragg
reflectivity for both anharmonicities. However, it is not so clear in the total Bragg
reflectivity for both anharmonicities. This is because the quasi-continuum that exist
in the dispersion associated with the RAO effect over compensates for the Stark
shift. A large increase in I,. would increase the magnitude of the Stark shift but
would also increase the strength of the quasi-continuum. Unfortunately, for [,. of
large magnitude the number of replicas required to calculate the dispersion becomes

prohibitively large.

The introduction of two non-zero amplitude sinusoidal modulations in Eq. (3.19),
leads to the introduction of one further parameter. The phase is a material parameter
that cannot be accessed and varied experimentally. However, there is no literature
on this parameter for LiNbO3. The phase difference between these two terms has an
impact on the reflectivity and extinction of a material undergoing the RAO effect.
This parameter controls the degree to which the modulations interfere with each
other, leading to variations in the strength of the coupling between the TO-phonon

component of the polariton and the AW for even n TO-phonon transitions.

3.3 PHASE DEPENDENCE

In this section the difference in phase between the third and quartic anharmonic
effects of the acoustic modulation are discussed. Clearly, a class of material with
more than one large anharmonic coefficient is necessary to access an anharmonic phase
difference. It is for this reason that neither CuCl or TICI, discussed in the previous
chapter, are suitable. However, the ferroelectric material LiNbOg3 has very strong
third order anhamonic coupling constant and the fourth order coupling constant,
while much weaker, is of sufficient strength to be treated on an equal footing. These

values have been estimated in the first section of this chapter. The other parameters
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necessary for the calculation of the optical properties of acoustically excited LiNbOg
are wro = 31 meV, wg = 18.0meV, yro = 1.26 meV and &, = 44 [43].

Previously, it has been assumed that the matrix element between the AW and the
polarization component of the TO-phonon polariton is purely real. If this assumption
of reality is dropped in Eq. (2.5) then anharmonic coupling terms can be expressed

as,
(losle™ e Mpinl  + H.C.) + (|ogle™1e 2 ¥plpl  + H.C),

where the amplitudes and the phases of the coupling constants were introduced o3 4 =
|03.4]€34. In the material equation Eq. (2.1b) the corresponding coupling terms are

given by
|os| cos(Qt — Kr — ¢3) + |o4] cos(2Qt — 2Kr — ¢,),

where the constant prefactor of wy has been dropped. Introducing a temporal offset
t' = t+to requires a change of variables, which allow the coupling terms to be written

as
o3| cos[Qt — tg) — Kr — ¢3] + |04] cos[2Q(t' — tg) — 2Kr — ¢4]. (3.20)

By choosing ty = —¢4/2Q we can remove ¢4 from Eq. (3.20), this yields
|os| cos [Q (t' + ;b—é) —Kr — ¢3] + |o4] cos(2Qt" — 2Kr).

Then by defining ¢ = —¢3 + ¢4/2 and redefining ¢ = ', the usual coupling terms
found in Eq. (2.1b) can be written as

|og| cos(Qt — Kr + @) + |o4] cos(2Qt — 2Kr).

Throughout the remainder of this work the effect that phase term will have on the
coupling strength will be referred to with the terms destructive and constructive
interference. It will be shown that the effect the phase has on the phonon-phonon
coupling strength will similar to the effect a phase term between two oscillations. This
is due to the oscillating factors in the cubic and quartic coupling terms. A decrease
in the absolute strength of the coupling will be observed in the reflectivity plots for

specific values of ¢ that is analogous to interference effects see in coherent oscillations.
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Figure 3.2: (a) to (e) show the development the THz reflectivity of LiINbO3 with
varying acoustic frequency and different phase shift between the cubic and quartic
anharmonic parameters, ¢ = 0 (black solid lines) and ¢ = 7/2 (green dotted lines).
The red dashed line is the reflectivity spectrum at I, = 0.

The acoustic intensity effects the acoustically induced band gaps in LiNbOj in the
same way as in the previous materials studied. The variation of the coupling strength
for the cubic anharmonicity is still as the root of I,.. For the quartic anharmonicity the
coupling strength varies linearly in I,.. Throughout this chapter I,. = 25 kW/ cm?,
unless otherwise stated, giving a third order coupling strength of o3 = 5.02 meV and
a fourth order coupling strength of o4 = 0.27 meV. Despite the order of magnitude
discrepancy between the two coupling strengths the interference effects are relatively

pronounced.

Figure. 3.2 shows the effect of the variation of frequency for the extreme values of con-

structive and destructive interference on the total Bragg reflectivity. As in previous



3.3. PHASE DEPENDENCE 86

chapters the bare reflectivity (I,.=0) is given by the dashed red line, the black solid
lines give the case of constructive interference ¢ = 0 and the green dotted lines give
the case of destructive interference ¢ = 7/2. The arrows show the position of the TO-
phonon transition discussed previously. For frequencies away from the TO-phonon
polariton restrahlen band, the spectral position of the transitions remain unaffected
by anharmonic phase shift. Therefore, the peaks in the reflectivity associated with
these transition still occur at the Bragg condition, w = wye(nk/2), where wpo(q)
is the bare TO-phonon polariton frequency. This is the case in both LP and UP
branches, where the co- and counter-propagating polariton states are brought into

resonance.

The phase difference can only affect transitions, and therefore a reflectivity peak,
that has both cubic and quartic anharmonic components. The cubic anharmonicities
contributes to all the Bragg signals (n = —1, n = —2, and so on) found in the total
Bragg reflectivity of Figure. 3.2. The quartic anharmonicity contributes to only the
even number transition. As a result only the even n peaks of each panel are directly

effected by the phase difference.

In the LP branch in Figure. 3.2(a) it is clear that the n = —1 peak is almost indifferent
to the phase. The transition that causes this peak has only two contributions. The
n = —2 peak from the same panel and in the same branch, clearly demonstrates a
decrease in height by roughly a factor of a half for ¢ = /2. The transitions that occur
to form this peak include a two-phonon transition from the fourth order process and
two one-phonon transition from the third order process. The former is the stronger
component, the latter is a second order multi-phonon transition. The combination of
the two allow for the interference effects that are seen by the green and black lines in

Figure. 3.2.

When close to the lower Restrahlen band edge, which occurs at v = w/27 ~ 8 THz,
the acoustically induced peak in the reflectivity fails to conform to the expectation
of identical peaks for both phases. This is most clearly seen in Figure 3.2 (d) and
(e). In the LP branch as the frequency increases in Figure 3.2 (b) to (e), the phase
causes more pronounced changes in reflectivity. This is shown by the increasing dif-
ferences between the dashed green and solid black lines. As previously discussed (see
section 2.2), the flattening out of the LP branch of the bare TO-phonon polariton

dispersion causes the transition to accumulate below the restrahlen band, causing
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overlap between the acoustically induced band gaps. Therefore, at an acoustic fre-
quency v,. = /2m ~ 2 GHz the peak is due to multi-phonon transitions and it is
no longer possible to separate the odd transitions from the even. Thus, the peaks
becoming increasingly of a multi-phonon nature as the detuning decreases, leading to

interference effects.

The UP branch also demonstrates some unusual behavior close to the restrahlen band.
Unlike the LP branch the shape of the UP branch dispersion is not so conducive to
the accumulation effect (see Figure 2.1). In this case multi-phonon process have little
influence on the lowest energy peak in the UP reflectivity. However, there is still
clearly a discrepancy for the two phases for small detuning even for the n = —1 peak.
The discrepancy in this case is caused by virtual higher order transitions. These occur
close to the restrahlen band because of the increased coupling strength due to the
larger TO-phonon component of the polariton. In Figure 3.2(a) the n = —3 peak

shows the expected similarity between the two different extremes of phase.

The effect that the phase difference has on the acoustically induced peaks is quantified

in Figure 3.3. Figure 3.3 (a) clearly shows a very large difference in the efficiency of the
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n = —2 peak for v,. = 250 MHz. The peak position is almost completely unaffected
by the phase because it is solely determined by the Bragg condition for this spectral
range. Figure 3.3 (b) shows that the peak height is decreased by a factor of two
and the FWHM falls by a third. This in line with the expectation of the destructive

interference of the two anharmonic scattering channels.

The multi-phonon transition reflectivity peak shown in Figure 3.3 (c¢) behaves quite
differently to the n = —2 transition investigated in Figure 3.3 (a) and (b). The peak
shows minimal alteration in peak width and height. The small increase in the high of
the multi-phonon peak is due to increase in the bare polariton reflectivity in this range.
The peak position is shown to vary smoothly but drastically with phase, increasing as
the interference becomes more destructive. In this case the accumulation effect near
the lower Restrahlen band edge means the peak position is no longer dependent on
the Bragg condition. As a result the peak position is effected solely by the interference

effects.

A comparison of the phase difference for two different acoustic intensities is given
in Figure 3.4. The black lines shows the total Bragg reflectivity R = " |r,|* for
¢ = 0 and the green line shows R for ¢ = m/2. The red lines show the bare TO-
phonon polariton reflectivity spectrum R(®), which has been calculated for I,, = 0.
The highlighted region is the area of the spectrum that is displayed in the inset to
each panel. It shows the n = —2 transition in more detail, to illustrate the effect that

the phase has on the even transitions.

In both Figure 3.4 (a) and (b) the phase difference of ¢ = 7/2 causes the destructive
interference of the n = —2 peak, shown by the green line. As one would expect the
destructive interference at the even order resonances, away from the restrahlen band,
is nearly independent of the acoustic intensity. The slight difference that occurs for
I, = 25kWem™2 is due to higher order effects. In the insets of both Figure 3.4 (a) and
(b) the full destructive interference reduces the height of the reflectivity by roughly
half. This is repeated in the UP branch where the acoustically induced peaks, while

different between the two acoustic intensities, are reduced by half in both cases.

In the LP branch the peak at roughly 6 THz is caused by the acoustically induced
quasi-continuum, which results from the accumulation of states near the lower re-
strahlen band edge. The effect this has is to reduce the reflectivity in the region just
below the restrahlen band, immediately below w/2m ~ 8THz. This can be seen in

both Figure 3.4 (a) and (b). The propagating TO-phonon states, which are part of
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Figure 3.4: This shows the reflectivity of LiNbO3 undergoing the RAO effect for
I = 10 kWem ™2 and 25 kWem ™2 with v, = 250 MHz AW and for the chief values
¢ = 0 and ¢ = 7/2 of the phase difference. The black line shows the Total Bragg
reflectivity for LiNbO3 for ¢ = 0 and the green line for ¢ = 7/2. The dashed red
line shows the total Bragg reflectivity when only the bare polariton is considered.

the acoustically induced quasi-continuum, cause this reduction. Increasing the acous-
tic intensity will then increase the width of the quasi-continuum, which reduces the
reflectivity. Conversely, the full destructive value of ¢, which reduces the effective cou-
pling between the AW and TO-phonon, will reduce the width of the quasi-continuum.

This will actually increase the reflectivity close to the restrahlen band.

3.4 DEVICE APPLICATIONS

Recently, THz radiation has become an important field of study due to the varied
array of physics and chemistry that occurs in this spectral band [44]. Investigations
that have made use of this spectral range include studies of picosecond phonon dy-
namics, polariton propagation and the optical properties of various materials [45-48].

There are also applications for THz radiation in fields as diverse as sub-mm wave
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Figure 3.5: A schematic showing a possible design for a tunable THz filter,
achieved using the RAO effect in LiNbOs.

astronomy, chemical recognition, biomedical imaging, THz imaging and sensing for

security applications [49-51].

As a result of the variety of use in which THz radiation can be employed, spectrally
resolved control has become an important research topic. There are several examples
of attempts at spectral control of THz radiation in the literature. One example is the
optical control of carrier densities in type-I/type-II GaAs/AlAs multiple quantum
wells at cryogenic temperatures [52]. Other examples include magnetically tuned
liquid crystals in metallic hole arrays and Lyot and Sloc filters, shown to be tunable
over various range between 0.1 and 0.8 THz [53-55]. A further example includes the
relative lateral translation of two metallic photonic crystals to produce a THz filter,
tunable in the range 0.365 to 0.385 THz [56].

This section discusses the use of LiNbOg, undergoing the RAO effect, as a tunable
THz filter. This filter would be tunable over a range of up to 4 THz, an improvement
of an order of magnitude over previous designs. Figure 3.5 gives an example of the
type of device proposed. A slab of LiNbO3 undergoing the RAO effect is shown by
the alternating bands of orange and yellow and is up to a 1 mm thick. Two thin
contact layers of doped semiconductor produced the ultrasonic resonator necessary

to achieve the required acoustic intensity.

In the previous section, Figure 3.2 demonstrates that the frequency of the bulk acous-
tic wave makes for an easily accessible parameter to tune the reflectivity spectrum of
LiNbOs3. The transmission through the LiNbOj slab, which is undergoing the RAO

effect, is quantified by the extinction given in Figure 3.7. The extinction is defined as



3.4. DEVICE APPLICATIONS

91

Photon energy (meV)

0 5 10
; - —
opr=f nm2 ES
=) 125 MHz |
0 ——+"= —t————
—~ [ (b)250 MHz
T |
€ 101
§ of
2+
£
B 20+
u><J L
0
- Figure 3.6: Extinction of the elec-
N tric field at different acoustic frequen-
285 cies, for ¢ = 0 (black solid lines) and
0 1 2 3 ¢ = m/2 (green dashed lines), for

Frequency w/2n (THz) I.=25 kWem™2.

the inverse of the decay length ¢(w), which is itself defined as E(¢,w) = E(z = 0,w)/e.
Figure 3.6 shows the extinction up to ~ 3 THz, for the two extremes of interference
at ¢ =0 and ¢ = /2.

The extinction, like the reflectivity, is clearly controlled by the acoustic frequency,
the acoustically induced band gaps result in regions of high extinction. The large
contrast between the background and the peaks in the extinction spectrum shown in
Figure 3.6, coupled with a tunability between 0.5 and 3 THz, is a marked improvement
on the other methods discussed previously. It is these factors that suggest that the
RAO effect in LiNbO3 would produce an effective filter.

In the schematic presented in Figure 3.5 GaAs contacts are used to compress and
rarefy the bulk LiNbOj3. By passing an AC current through the films, the repulsion
and attraction of each will induce bulk oscillation in the LiNbOs. An estimate of
the parameters required for the narrow doped GaAs contacts, can be made by using
a pure Drude model to calculate the thickness and electron density n.. The Drude

dielectric function is given by [57]

2
w
P
£ = £ —_—_——
(@) = eoo w? + iwy’

where €., is the high frequency dielectric constant and v is the plasmon damping
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Figure 3.7: Transmission calculated using a Drude model, that is no phonon
broadening is considered, for doped GaAs film of (a) 1 pm and (b) 2 pm thickness.
The black line is for an electron concentration of n, = 10'* ¢cm™2, the red line for
ne = 10 cm™3 and the green line n, = 10'6 cm™3.

constant. The plasma frequency w, is given by

4mn,.e2

wp: y

m*

where m* is the electron effective mass and e the electronic charge.

To calculate the transmission data shown in Figure 3.7 the scattering matrix method
was used. This is a modification of the transfer matrix method for improved stability
over multi-layered structures. A full description of this method can be found in the
next chapter, where it has been used to calculate the optical response of a metal

undergoing the acousto-plasmonic effect.

In Figure 3.7 the transmission of GaAs is shown, where the GaAs film is doped for an
electron concentration of n, = 10 em™* (black solid line), for n, = 10 cm™ (red
solid line) and for n, = 106 ecm™ (green solid line) over the range of operation of the
device. The graph shows that a reduced damping constant and thinner layer improves
the transmission in the range of values at which the filter could operate. It clearly
indicates a large enough transmission through the GaAs layer for a transmission mode
filter.
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3.5 SUMMARY

The chapter has investigated, using numerical calculation, the TO-phonon RAO effect
for two anharmonic terms in the interatomic potential. The system used to investigate
this was semi-infinite LiNbO3. The reason for choosing LiNbOj is that it is both
ionic and displays a large cubic and quartic anharmonicity. The ionic nature of
the material allows for the formation of the necessary TO-phonon polaritons. The
large anharmonicity ensures that the fourth order term in the interatomic potential is
sufficiently large enough to be treated on an equal footing with the third order term,

that is non-perturbatively.

Initially, an estimate of the coupling constant between the TO-phonon and the AW
was provided. It was found that there was a difference between the amplitudes of the
coupling terms o34 of roughly an order of magnitude. Despite this, further investiga-
tion showed that the fourth order coupling constant was still of sufficient strength to

have a noticeable impact on the reflectivity of LiNbOs.

The phase difference between the two anharmonic terms in Eq. (3.19) has become
an important material parameter. This is due to the relative strengths of the two
anharmonic terms. It was shown in this chapter that for ¢ = 7/2 the maximum
destructive interference occurs. This was due to the fourth order acoustic term in
Eq. (3.19) having twice the frequency of the third order term. It was also shown
that ¢ altered the total Bragg reflectivity in a slightly different manner close the TO-
phonon polariton restrahlen band. This was due to the quasi-continuum close to the

lower edge of the restrahlen band.

The tunability of the total Bragg reflectivity spectrum, caused by the RAO effect, is
the basis for a proposed tunable THz filter over a wide spectral range. This chapter
included an investigation of such a filter, one that sandwiches bulk LiNbOj3 between
two doped GaAs films. The GaAs films proved the compressions and rarefactions
that form the AW, which modifies the TO-phonon polariton dispersion. In turn this

cause the tunable spikes that are the basis of the THz filter in a transmission mode.



4  ACOUSTO-PLASMONICS

One of the characteristics of metals is the high concentration of conduction electrons,
which are responsible for most of their thermal and optical properties. Under certain
circumstances the plasma oscillations of the free electrons can couple to light, this
forms plasmon polaritons. This chapter examines the effect that a surface acoustic
wave (SAW) has on a thin Au foil. The acoustical excitation of the surface plasmon

polariton (SPP) leads to dramatic changes in the optical properties of the foil.

4.1 THEORETICAL BACKGROUND

This section discusses the method of calculation used to produce the numerical results.
It based on the scattering matrix method of Tikhodeev et. al. [58]. The method was
extended to include the possibility of a propagating sinusoidal corrugation at each

interface.

4.1.1 THEORETICAL MODEL

The acousto-plasmonic effect can be investigated by starting with Maxwell’s curl

equations. Approximating the permeability as ;1 = 1, the equations can be written

94
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as
10H
EE =V x E, (41&)
10D

The magnetic field strength is given by H, the electric field strength by E and the
dielectric displacement by D = ¢E. To access the surface plasmons polariton (SPP)
some conditions must be met. The first of these requirements is that the electric field
must have a component normal to the interface. This is fulfilled only by p-polarised

light, where the magnetic field is given by

and the electric field by

E.(z,z2,t)
E = 0
E.(x,z,1)

There can be no s-polarised surface waves which couple to the surface plasmon [13].

In general, no SPP can be excited in a simple metal foil by light, the dispersion of
the SPP falls outside the light cone. To couple light to the plasmon requires that, for
a given photon energy Aw, the SPP dispersion must be shifted inside the light cone.
This is the second condition required for light to excite SPPs. There are two methods
to achieve this. To excite SPPs by incident light the attenuated total reflection (ATR)
method is to pass the incident light through a dielectric medium with a wider light
cone than the vacuum. This allows direct excitation of the V/M SPP. As the ATR
method is not used in this thesis, no further mention will be made of it. The other
method is to directly provide the required Ak by inducing some surface roughness,

such as a diffraction grating, to shift the wavevector of the incident light by Ak.

The geometry of the system under study is shown in Figure 4.1. The upper interface
shows the boundary between the Au foil and vacuum, this is the surface on which
the light is incident. In the z direction the light has a wavevector ¢y and along the z

axis a wavevector of k. The foil is of thickness d and shares a lower boundary with a
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Figure 4.1: The geometry of the RAO effect in a thin Au films studied in this
chapter. The light wavevector symbols are defined by the arrows labeled ¢y and k.
The SAW wavevector is labeled by K. The amplitude of the SAW modulation is
B and d is the thickness of the Au foil. The light is incident on the foil at an angel
0.

glass substrate, which has a dielectric constant of €, = 2.28. The foil is acoustically
modulated by a SAW. The interfaces of the foil the foil can be described by

2o(z,t) = Beos(Kz — Qt), (4.2a)
21(x,t) = 2o(z,t) + d, (4.2b)

where the SAW wavevector is K and its transverse amplitude B.

The grating method of light excitation of SPPs involves the direct addition of the
required increase in wavevector Ak for a given w value. The grating allows the in

plane wavevector of the incident light to take the values

k= %sm(e) Ak,
where n is an integer and Ak the wavevector shift induced by the grating. The
extra momentum provide by the grating allows the incident light to excite the V/M
SPP [31]. In this chapter a similar process occurs where the grating is provided by a
SAW propagating in the positive xz-direction. This causes the appearance of n Bragg
replicas and results in Ak = K. This is schematically shown by the orange arrows

in Figure 4.2. Strictly, the use of a propagating SAW as the grating means that
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Figure 4.2: The red and blue lines are the bare SPP dispersion at the V/M and
M/G interface, respectively. The dashed red and blue lines are the light dispersions
in vacuum and glass at normal incidence, respectively. The dispersion of light in
the vacuum is shown by the solid black line at 6§ = 45°. The arrows indicate the
SAW coupling for an acoustic wavevector K.

the photon energy is also altered by nf2, giving each the dispersion curve of each
Bragg replica a slight frequency offset. However, while the plasmon energy in Au is
hw, = 9.03 eV the energy of a SAW phonon is A2 < 8 x 107% eV. The value of n
required to make this offset more than negligible is several orders of magnitude larger

than the n = 5 that is necessary for the parameters used in this chapter.

Using a SAW to induce a dynamical superlattice in the plane of the Au foil results
in a folded dispersion, which is sketched in Figure 4.3. The blue lines show the
SAW induced folded dispersion of the SPP on the glass side of the Au foil and the
black lines show a similar dispersion for the vacuum side. The orange dashed lines
show the light cone for various angles of incidence and the red dashed lines the first
SAW induced Brillouin zone boundary. Like the TO-phonon polariton RAO effect
discussed in earlier chapters the crossing points are where the SAW induced band
gaps would form. In Figure 4.3 these gaps are not shown, the dispersion here is

simply the translation of the bare dispersion by up to n, = 2 Bragg replicas.

The SAW induced SPP band gaps are regions in the spectrum where no propagating
SPP states occur. In contrast to the TO-phonon RAO effect, this reduces the reflec-
tivity around these band gaps. At these points in the dispersion no propagating SPP
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Figure 4.3: A schematic of the folded SPP dispersion for the SAW modulated
Au foil, where K = 10 yum~' and n, = 2. The solid black lines are the dispersion
of the SPPs at the VM interface and the solid blue lines are for SPPs at the MG
interface. The dashed orange lines are the light cones for light incident at 6 = 5°,
25° and the limit of 90°. The red dashed line is the position of the SAW induced
Brillouin zone edge.

states occur reducing the reflectivity and leading to absorption in the metal. The
angle of incidence of the light decides which of the crossing points are to be excite.
With normal incidence only the crossing points near the center of SAW induced Bril-
louin zone are within the light cone. As the angle of incidence increases the widening

light cone allows a wider range of points in the dispersion to be accessed.
The electric and magnetic fields that are used to model this system take the form

H,(z,z,t) = Z[H;emnz X H;efinnz]eikariwtei(Kzth)n?

Em<l’, z, t) _ Z[E;remnz + E;efinnz]eikariwtei(Kmet)n,

n

Ez(l’, 2, t) _ Z[E;l-eznnz + EZ—e—innz]eika:—l—iwtei(K:c—Qt)n’

n

where £, is the wavevector of light in a given material along the z-axis (vacuum,
metal or glass). Along the z-direction the dispersion takes the same form for each

material in the system. The derivation is presented in section B.1 of the appendices.
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Figure 4.4: The real and imaginary parts of the dielectric function of Au calcu-
lated using the Lorentz-Drude model. The real part of the dielectric function has
been multiplied by -1.

The form of the dispersion is given by

€
Kp = \/C2 (w+nQ)? — (k+ nk)? (4.3)
where € = 1, €,/ or £¢ depending on the material in which the dispersion is calculated.

The dispersion in metal is given by ), the dispersion in glass by e¢.

4.1.2 DIELECTRIC FUNCTION

The model used for the complex dielectric function was calculated by Rakié et al [59]
and is a Lorentz-Drude oscillator model. More information on this can be found in
Appendix C. In the case of the Lorentz-Drude model the free electron part of the
dielectric function is given by the Drude model and the bound electron part by the

Lorentz oscillator model. The full function is

2 l 2

m:]-
c w—zFo +lew —w2 —I—MF

(4.4)



4.2. SCATTERING MATRIX METHOD 100

where I'y is the reciprocal of the time between collisions and w, is the plasma fre-
quency. The summation is over [ different oscillators of the strength f;, frequency w;
with a damping constant of I';. The values of these parameters are given in Table C.1
of Appendix C. The dielectric function is shown in Figure 4.4, the real part has a

factor of -1 include so it can be shown on a logarithmic scale.

The Drude component of dielectric function is given by the first two terms of Eq. (4.4).
The Drude model is a classical model that assumes the electrons are in constant
motion and undergo collisions only with the immobile ions of the crystal lattice [60].
The final term in Eq. (4.4) is the Lorentz component of the model and gives the
contribution to the dielectric behaviour of the material from the bound electrons.
The Lorentz oscillator model takes account of the interband transitions of the bound
electrons in the metal. The dielectric function can be split into these two components
because each component dominates a separate spectral range. At low frequencies
the Drude component dominates and at high frequencies the Lorentz components
dominate [61, 62].

4.2 SCATTERING MATRIX METHOD

Conventionally, the calculation of the optical properties of an arbitrary layered system
is performed using the transfer matrix method. The transfer matrix formalism is a
method for calculating partial wave amplitudes across a layered system. The transfer
matrix formalism separates the amplitude of the electric field into a z-dependent part
and a part that depends only on the material properties. An interface transfer matrix
T,, will then be used to connect a vector A(z) of z-dependent parts, the elements
of the vector are partial wave amplitudes A;-t(z), across an interface. This interface
matrix is essentially a statement of the boundary conditions across the boundary in

question.

In the transfer matrix formalism A;t(z) are split into vectors according to which side
of the layer they are on. This is schematically represented in Figure 4.5 (a), where
the amplitudes of matching colour are grouped into vectors A, on the vacuum side
and A, on the substrate side. It is because A;t(z) are organised into vectors in this

way that the transfer matrix, which propagates the partial waves across a layer, takes
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Figure 4.5: A diagram that defines the conceptual differences between the (a) the
transfer matrix and (b) the scattering matrix formalisms. The positive z-direction
is defined as running from bottom to top and the partial wave amplitudes in the
vacuum are A and in the substrate A¥, where the superscript indicates direction
propagation. The colours indicate how the amplitudes are group into vectors. In
(b) we can see that at the interface the each vector will contain elements of similar
magnitude because waves are grouped according to direction of propagation.

the form

eilCd 0
() .

The existence of evanescent solutions can make the element Ty (2,2) exponentially

large. For a layered system A can be calculated using
A, =TA,,

where T is the product of all transfer matrices. This means that for higher values
of d or a great number of layers this can be a problem for numerical calculations.
However, it is still necessary to use the transfer matrices for each layer of the system
to calculate the scattering matrix. The transfer matrices at the V/M boundary of

the system described in Figure. 4.1 are given by

Ty = VM, (4.6)
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and at the M/G boundary
Ty =M 'G, (4.7)

where V, M and G are square matrices of dimension 2(2n, + 1). These matrices
contain the Bessel functions of the first kind that described the modulated interfaces.

The full transfer matrix of the system is given by

ET 0
P]I‘total = P]TV/M 0 & PlTM/G; (48)

where £~ = 0,, mexp(—ip,d) and E = 0,, mexp(ip,d). A full derivation is provided in
Appendix B.

The geometry studied in this chapter has only two interfaces, one between the vacuum
and the metal and another between the metal and glass. While the amplitude of the
corrugation relative to the metal layer thickness is not great enough to require more
than two interfaces it could become so. The thickness d could also become too thick
for a reliable calculation to be made by the transfer matrix method. To deal with
this case a modification of the transfer matrix method is required. The scattering
matrix formalism, developed for problems such as this by Tikhodeev et al from similar
methods for electron tunnelling in hetrostructures [58, 63], solves some of the problems
associated with partial amplitudes calculated by the transfer matrix method. The
possibility of further research makes it prudent to use a method that would withstand
as wide a range of parameters as possible. For example, using the scattering matrix
method, the optical properties of a system with an arbitrary number of layers can be

investigated.

The scattering matrix avoids the problems associated with the transfer matrix by
organising A}t in to vectors in a different way. A schematic example of this can be
found in Figure 4.5 (b), where AS,?;) are the grouped according to similar colour in

the vectors By, out. Red shows the partial amplitudes of the input vector

By, (j) , (49)
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and blue shows the partial amplitudes of the output vector,

A+
Boy, = <A2> . (4.10)

These vectors are coupled by the total scattering matrix
Bout = SV,SBin' (411)

The optical properties of the system under question can then be calculated from the
elements of Eq. (4.10),

T, = |Af?, (4.12a)
R, =A% (4.12b)

The main disadvantages of the scattering matrix compared to the transfer matrix is
the slightly increased difficulty in calculating it. The method of deriving the scattering

matrix is given in the Appendix B

For the problem of acousto-plasmonics, as with the TO-phonon RAO effect of the
previous two chapters, the number of Bragg replicas generated has to be truncated
for the problem to be tractable. As in the previous chapters the number of Bragg
replicas used is —n,. < n < n,. Each amplitude .A;E is actually a vector of dimension
N =2n, 4+ 1. The use of a calligraphic font will, henceforth, indicate either a vector
of the same dimension or a matrix of N x N dimensions. The vectors B;, o and
A, ¢ are constructed of the partial amplitude vectors and have the dimensions 2N.
Henceforth, this bold font will only be used for vectors of this dimension or matrices
of dimension 2N x 2N.

4.3 REFLECTIVITY OF SAW MODULATED THIN AU FOIL

This section will show the effect that the SAW has on the reflectivity of the central
Bragg replica. It will also demonstrate the effect that varying each of the four param-
eters of the system has on the central Bragg reflectivity of the Au film. The section
demonstrates the tunability of resonant plasmonic state and the effect it has on the

central Bragg reflectivity of the system.
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Figure 4.6: A figure to show the effect the acoustic excitation has on the central
Bragg reflectivity of an Au foil where d = 0.04 ym, B = 0.01 ym, K = 10 gm™!
and 6 = 75°. The small feature highlighted by the orange box is due to the acoustic
excitation of the SPPs at the M/G interface. The large peak at w ~ 1 eV is due to
the acoustic excitation of the SPPs at the interface between the vacuum and the
Au foil.

4.3.1 AcousTic MODIFICATION OF THE BARE PLASMON POLARI-
TON REFLECTIVITY

The bare, acoustically unexcited plasmon reflectivity is drastically modified by SAW
excitation. The SAW generates a corrugation in the surface of the Au foil. This
periodicity provides the extra momentum to the incident light necessary to couple it
to the SPPs. In the case presented in this chapter it is assumed that the foil thickness
is much smaller than the z-direction decay of the SAW induced corrugation. Thus,

coupling between the SPPs and light can occur at both interfaces.

In Figure 4.6 the bare reflectivity is shown by the red line and the black line shows the
the effect the SAW has. The SAW-modified reflectivity spectrum shows two features.
The highest frequency feature is caused by the V/M interface SPP and the lowest
by the M/G SPP. In both cases the light couples to the SPP at the values at which
the acoustic wave is resonant with SPP dispersion, as shown in Fig 4.2 by the orange

arrows, and Figure 4.3 by the crossing points.

The two features that are present in Figure 4.6 correspond to SAW induced band gaps



4.3. REFLECTIVITY OF SAW MODULATED THIN AU FOIL 105

o — 0.85
L a)

09} @] X
8 E 0.80
208 L
IID
hd Q

0.7 o L
2 S 075
Z g i
= 0.6 o
Q )

Q@ I Q L
© 05 X 0.70
04 | s 3
S04 S [
gt 2 065
c .
Qo3 = I
E ©
€ 02 & [
[0
8 0.60 |
0.1
ool v vt 0.55 L
0.990 0.995 1.000 1.005 0 2 4 6 8 10 12 14 16

Photon Energy (eV) Acoustic Amplitude Squared B? (nm?)

Figure 4.7: A graph showing how the variation of the corrugation amplitude alters
the central Bragg reflectivity on an Au foil of d = 40 nm. (a) shows the central
Bragg reflectivity at the SPP resonance on the V/M interface for B = 3 nm, 6
nm and 10 nm with K = 10um~' and # = 75°. The dashed red line shows the
reflectivity for B = 0. (b) shows the variation the dip depth with the square of the
acoustic amplitude for the same values of d, K and ¢ as (a). The red line is a linear
fit of the first 17 data points and highlights the nonlinear nature of the resonance
strength above B ~ 2 nm.

at each face of the foil. The large feature is due to a band gap at the V/M interface.
The weaker feature is due to a band gap between the SPPs at each interface. In this

case the foil is sufficiently thin enough to allow the band gap to form.

4.3.2 CORRUGATION AMPLITUDE

The amplitude of the corrugation B of the Au foil is the main parameter by which
the strength of the coupling between the light and surface plasmon can be controlled.
The increased efficiency of diffraction of the incident light by the grating associated
with larger B leads to larger splitting between the dispersion branches of the SPP.

The increase in gap width leads to larger dips in the reflectivity.

In Figure 4.7 (a) the red dashed line shows the reflectivity of the Au film unexcited
by a SAW. As the SPP dispersion falls outside the vacuum light cone no SPP are
excited in this case. The use of the SAW clearly changes this. By inducing a dynamical
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superlattice band gaps are induced, as shown in Figure 4.3. As the band gaps are
regions where the SPPs cannot propagate the absorption occurs, leading to the dips

in the reflectivity.

In Figure 4.7 (a) the black solid lines is for B = 3 nm, the red line for B = 6 nm and
the green line for B = 10 nm. The increase in the corrugation amplitude makes the
SPP coupling more efficient by diffracting a larger proportion of the light into the
first Bragg replica to couple with SPPs. This is analogous to the the increase in I,
in the TO-phonon RAO effect. The resultant band gap at the Brillouin zone edge is
therefore larger. In this case the SPP under consideration is at the V/M boundary.

It is possible to use the depth of the reflectivity dip in the central Bragg replica to
quantify the strength of the coupling and see the effect the corrugation amplitude
has on it. In Figure 4.7 (b) the symbols show the value of the central Bragg replica
at the SPP resonance plotted against the square of the corrugation amplitude B? in
units of nm?. As the coupling strength is proportional to the size the peak it varies
quadratically with B up to B ~ 2 but higher order coupling becomes increasingly

dominant beyond this point.

4.3.3 ANGLE OF INCIDENCE

The effect of varying the angle of incidence on the central Bragg reflectivity is to
alter the resonant frequency of the coupling. The wavevector of the light parallel to
the surface is one of the parameters that determines the value of the SPP resonant
frequency. This is clearly seen in Figure 4.2. The light dispersion in black is given by
w = —ck/sin(f). As the gradient changes with variation of 6, so will the value of w

at which the coupling occurs, indicated by the orange arrows.

The alteration of the SPP resonant frequency strongly effects the reflectivity of the
central Bragg replica. This can be seen in Figure 4.8, where the dip position variation
is due to the alteration of 6. The lowest frequency dip occurs at w ~ 1 eV and is
for § = 75° and as the angle of incidence reduces the resonant frequency rises. As
the angle of incidence rises the light cone narrows scanning through folded dispersion
in Figure 4.3. At the highest angle of incidence the lowest lying energy gap in the
spectrum occurs. Reducing the angle of incidence to normal, causes only the central
SAW induced band gap to fall within the light cone which occurs at the highest
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Figure 4.8: The central Bragg reflectivity is shown for the variation of the central
Bragg reflectivity for various 8. The data was calculated for an Au film of thickness
d = 40 nm, perturbed by a SAW of wavevector K = 10 yum~' and B = 10 nm.
Starting on the left the dips are due to # = 75°,60°, 50°, 40°, 20°, 10° and 0°.

frequency. The dip widens and increases in depth as it moves to higher frequency. At
w ~ 1.65 eV the dip is for # = 10° and the depth is at its minimum. However, this

minimum is an artifact caused by the shape of the bare reflectivity spectrum.

The broadening of the central Bragg reflectivity peak as it is blue shifted is displayed
in Figure 4.8. This is caused by the reduced detuning from the main surface plasmon
resonance that occurs at w ~ 3 eV. This behaviour is analogous to the broaden that
occured in the TO-phonon RAO effect mentioned in Chapters 2 and 3.

4.3.4 FoIiL THICKNESS

The properties of the SPP are dependent on the foil thickness and dielectric envi-
ronment in which the foil is placed. In the geometry described in this chapter the
foil shares each boundary with material of different dielectric constant. In these cir-
cumstances the foil is said to be supported because the dielectric medium on each
side differs. It said to be unsupported when dielectric medium is the same on each
side [64]. Whether the foil is supported or unsupported can alter the effect a variation

of thickness has on the SPPs in a thin foil. As the example under consideration in
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Figure 4.9: The reflectivity for light incident at 8 = 75° on an Au film of various
thickness, perturbed by a SAW of B = 10 nm and K = 10um~'. The region to
the left of the break on the horizontal axis shows the feature due to the interface
between the metal foil and the glass substrate. The region to the right shows the
large dip due to the SPPs at the vacuum metal interface.

this chapter is supported, this is the only case that will be considered.

In thick metal foils the plasmons at each boundary are independent. This is be-
cause the associated electric field decays rapidly into the metal. They do not interact
and their resonant frequencies are determined in large part by the dielectric me-
dia the metal surface is in contact with. As the thickness of the material reduces
the evanescent fields in the z-direction overlap. Thus, a transverse standing wave
is established with both symmetric and anti-symmetric modes each with their own
resonant frequency. The two excitations shown in Fig 4.9 show both reflectivity al-
terations caused the interaction of the evanescent fields associated with the SPPs at

each surface.

Figure 4.9 shows that narrower foils reduce the size of the peak. The electric field
amplitude of the SPP does not abruptly reach zero away from the surface of the
metal, the skin depth is the distance over which the electric field decays away from
the interface. As the thickness of the foil reduces the skin depth of the SPP in the
metal becomes larger than the foil thickness. This decay is then continuous over the
second boundary in the structure. The second boundary, within the range of the

evanescent field of the SPP, is an extra source of scattering which leads to increased
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Figure 4.10: The reflectivity of light at angle of incidence § = 75° on an Au
film, excited by a SAW induced corrugation of amplitude B = 10 nm of various
wavevector K. (a) shows the central Bragg reflectivity for a foil of d = 40 nm
selected values of K, from the left K = 1 ym™', 3 pgm~', 5 pgm~!, 8 ygm~=1, 13 pm !

)

17 ypm~1, 20 yum~1. (b) shows the variation of the depth of the dip in the central
Bragg reflectivity at the V/M SPP resonance, for K up to 20 um~!, where the
black line is for d = 40 nm.

couple to the continuum states in the substrate. Thus, the thickness of the reflectivity

dip is increased.

4.3.5 SAW WAVEVECTOR

The corrugation periodicity is set by the SAW wavevector K. The first order band
gaps are found at the SAW induced Brillouin zone edges. The size of the Brillouin zone
is set using this K and therefore setting the spectral position of the SPP resonances.
This subsection examines the effect this has on the central Bragg reflectivity, for an
Au foil of d = 40 nm with a SAW induced corrugation of B = 10 nm. The light is

incident at an angle of 75°.

In Figure 4.10 the central Bragg reflectivity is examined for a range of different SAW
wavevectors. As expected, an increase in the wavevector blue shifts the dips in the
reflectivity. This is shown in Figure 4.10 (a), where the increasingly blue shifted

peaks are caused by successively large value of K. This is because the SAW induced
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Brillouin zone becomes larger for greater K. At the edge of the Brillouin zone is the
lowest order and strongest SAW induced band gap, these are the resonant points that

cause the reflectivity dip.

The data shown in Figure 4.10 (b) by the black squares is the variation of the depth
of the dip in the central Bragg reflectivity as a function of K for d = 40 nm. The
decrease in central Bragg reflectivity at the SPP resonance steadily decreases up to
a value of K = 3 ym~!. Beyond this value the dip depth variation with K levels off
before increasing. This is due the spectral position of the dips associated with each
data point in Figure 4.10 (b).

As shown in Figure 4.10 (a) increasing K blue shifts the resonant spectral position of
the SPP, this reduces its detuning from a surface plasmon resonance, which leads to a
reduction in the maximum reflectivity depth at the SPP resonance. By increasing K
the crossing points in Figure 4.3 occur at increasing values of w. At higher frequencies,
i.e. in the non-retarded regime limit & >> ws/c, the crossing points approach the
SPP Restrahlen band. At this point in the spectrum the larger surface plasmon
component of the SPP leads to stronger couple to the SAW. The result in a broader
band gap and therefore broader peak in the reflectivity.

4.4 SUMMARY

This chapter has presented an extension to the method suggested by Tikhodeev et
al [58], for numerical calculation for electromagnetic fields in multilayer structures.
The extended method now allows for the calculation of propagating sinusoidal grat-
ings. This method was demonstrated by considering the optical properties of a thin
Au foil for strong coupling between SPPs. The parameters of the SAW induced

corrugation were varied and the effect of the reflectivity of the foil were reported.

The use of a SAW to produced propagating conformal modulations at each foil in-
terface was numerically investigated. It was shown that this caused the development
of sharp dips in the reflectivity spectrum and smaller features at a lower frequency.
This features were due the SPPs at each interface, the large feature due to the V/M
SPP and the smaller due to the M/G SPP.

It was also shown that corrugation amplitude effected the strength of the coupling
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between the SAW and the SPP. This lead to larger features in the reflectivity for
increased B. The increase in dip depth was shown to be proportional to B? up to

B ~ 2 nm. Above this non-linearities in the coupling become important.

The effect of the angle of incidence on the reflectivity spectrum of the thin Au foil
was discussed. The angle of incidence controlled the selection of the SPP dispersion
that fell inside the light cone. Therefore, the spectral position of SAW induced gaps

in the spectrum could be set using the angle of incidence.

It was shown that the thickness of the Au foil had effects on the strength and spectral
position of the dips in the reflectivity. Reducing the thickness of the foil lead to
deceased reflectivity dip depth as light increasingly coupled to the continuum in the
substrate. The blue-shift associated with increasing foil thickness was the result of

the change in the nature of the system from thin foil to bulk medium.

Finally, the effect of the SAW wavevector on reflectivity spectrum of a thin Au foil
was investigated. It was found that the increase in wavevector lead to a blue shift of
the dips in the reflectivity. This was due to the increased width of the SAW induced
Brillouin zone leading to SAW induced band gaps in the folded-dispersion occurring
at higher frequencies. The increased strength of the effect was apparent with wider

shallower dips due to stronger SAW-SPP coupling around the Restrahlen band.



5 (CONCLUSION

This thesis discussed the RAO effect in both ionic and metallic crystal lattices. In
the introductory chapter a discussion of the previous research was given, as well as a
discussion of the the components necessary for the RAO effect to occur. The original
case of bulk exciton polaritons, followed by the case of microcavity polaritons was also
presented. A general concept of the RAO interaction was given, which showed that a
polarization could be used to mediate and enhance the acousto-optic interaction, in
sharp contrast to the conventional acousto-optic effect. Practically, this was achieved
by the spatial and temporal modulation of polaritons, which allowed the acoustic

wave to couple to solid state excitaions.

5.1 RAO ErreEcCT IN IONIC CRYSTALS: ONE ANHAR-

MONICITY

The RAO effect for individual anhamonic coupling between the AW and the polar-
ization has been considered for cubic anharmoncity in semi-infinite CuCl and for
quartic anharmoncity in semi-infinite TICl. The numerical model was derived from
a modification of Hopfield’s macroscopic equations. For the RAO effect in CuCl the
results of the numerical model were compared with approximate analytic results. It
was shown that the AW induced TO-phonon transitions caused band gaps in the
dispersion, which lead to spikes in the total Bragg reflectivity. The spectral position
of the peaks was shown to depend on the AW frequency and the peak strength on
the AW intensity.

112
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The strength of the peaks was also shown to be dependent on the detuning of the
acoustically induced band gaps from the Restrahlen band for both CuCl and TICI.
The width of the AW induced band gaps increased as the detuning decreased leading
to larger peaks in the total Bragg reflectivity. At both very high and very low de-
tuning the contribution of higher Bragg replicas was severely reduced. This can be
attributed to the large discrepancy between the AW modulation period and the TO-
phonon wavelength. The reflectivity peaks in the LP branch take on a more cusp-like
appearance at low detuning. This was the result of the accumulation of AW induced
band gaps just below the Restrahlen band. A similar accumulation effect can also
happen in the UP branch at the top edge of the Restrahlen band but does not cause a
cusp-like feature. The interaction length of the AW with the electric field was shown

to be greatly reduced compared to the conventional acousto-optic effect.

The RAO effect in CuCl and TICI did demonstrate some qualitative differences. In
CuCl the cubic anharmonicity is dominant and the corresponding scattering chan-
nel can produce any TO-phonon transition. In TICl the quartic anharmonicity is
dominant and the associated scattering channel produces only even order (n even)
TO-phonon transitions. As a result the first order AW induced band gap in TIClI is
analogous to the second order AW induced band in CuCl. Finally, the quartic anhar-
monic RAQO effect in TICI produces a renormalisation of the TO-phonon frequency

that was not present in the cubic effect.

5.2 RAO ErrecCT IN IONIC CRYSTALS: TwO ANHAR-
MONICITIES

The TO-phonon RAO effect was investigated for an interatomic potential with two
anharmonic terms that were treated on an equal footing. The investigated system
was semi-infinite LiNbO3. This material was chosen for its large cubic and quartic
anharmonicity and ionic properties. It was necessary that the anharmonicity was

large, so that both cubic and quartic terms could be equally treated.

The strength of the coupling between the TO-phonon and the AW was estimated.
It was found that the coupling strength o3, differed by as much as an order of
magnitude. However, on further investigation, and despite the large discrepancy in

coupling strength, o, was still sufficiently large enough to make significant impact on
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the reflectivity of the system.

With the inclusion of two anharmonic terms in the macroscopic equations the phase
difference has become an important material parameter. It was shown that the
maximum destructive interference occurred between the two anharmonicities when
¢ = 7/2. The dependence of the Bragg reflectivity on ¢ alters when the band gaps
have small detuning from the restrahlen band. This was due to the break down of

the Bragg condition near wy.

The tunable Bragg reflectivity spectrum due to the RAO effect in LiNbOg, formed the
basis of a proposed tunable THz filter. The design of the filter involved a LiNbO3 layer
sandwiched between two doped GaAs films, which are transparent to THz radiation.
The current passing through the GaAs films would provide the compressions and
rarefactions of the AW. This would result in an RAO effect in the LiNbO3 with a

tunable reflectivity spectrum.

5.3 RAO EFFECT IN METALS

The use of the scattering matrix method for the calculation of electromagnetic field
in multilayer structures was discussed. The extension allows for the calculation of a
multilayered structure undergoing sinusoidal modulation by a propagating acoustic
wave. A demonstration of the method was given by calculating the optical properties
of a SAW-modulated Au foil. The investigated system was of an Au foil on a glass
substrate, the SAW generated propagating conformal modulations of the foil, when
the thickness of the foil d was small compared to the SAW wavelength. The SPPs at
each interface allowed the SAW-induced modulations to alter the reflectivity spectrum
of the Au foil.

The corrugation amplitude B played a significant role in controlling the modifications
of the Au foils optical properties. Increased B led to large dips in the reflectivity at
the resonant positions in the spectrum. The depth of the dips was shown to increase
proportional to B? up to B ~ 2 nm. Above this value the variations were of a higher

order.

The angle of light incidence ¢ of the light on the Au foil was shown to effect the

regions of the spectrum that fell inside the light cone. This allowed the resonant
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position of the SAW-induced gaps, which produced reflectivity dips, to be set. By
deceasing ¢ the crossing points in the folded dispersion occurred at higher frequency
regions found along the dispersion branches. This lead to blue shifted dips in the

reflectivity spectrum for reduced ¢.

Variations in the thickness of the Au foil effected both the strength and the spectral
position of the reflectivity peaks. It was shown that decreasing foil thickness reduced
the depth of the peak in the reflectivity and increased its width. This was caused by

increased coupling of the incident light directly to the continuum in the substrate.

It was shown that the SAW wavevector K also played an important role in determining
the spectral position of the dips in the SAW modified reflectivity. An increase in K
lead to widening of the SAW induced Brillouin zone and to blue-shifted band gaps,
as the separation of SPP branches increases. As a result the dips in the reflectivity
spectrum are also blue-shifted This reduces the detuning of the resonant points from

the Restrahlen band resulting in deeper and wider reflectivity dips due to stronger
SAW-SPP coupling.

5.4 FUTURE WORK

In this thesis the RAO effect for TO-phonon polaritons was presented for a semi-
infinite geometry. The effect a different geometry would have on the AW modulated
reflectivity and transmissivity would be a possible line of inquiry. It would also
prudent to consider whether an increase in coupling strength could be achieved by
using a different geometry. It is worth noting that as the RAO coupling strength is
inversely dependent on the AW velocity square root of the AW velocity for cubic and
quartic anharmonicities, respectively. A reduction of the acoustic velocity by using a
SAW may impact the strength of the RAO effect.

It may also be a valuable exercise to investigate the possibility of a coherent TO-
phonon polariton state lasing in the THz range. The effect a dynamical superlattice
might have on such a device may also be of interest. Such a device would would allow

easy access to the THz band as sources of this type are currently lacking.



APPENDIX A  DERIVATION OF THE EIGENVALUE
PROBLEM

The eigenvalue problem that is the basis of all the calculations in chapters 2 and 3
is derived in this appendix. The derivation is given here for a ferroelectric material
with both third and fourth order anharmonicity, the individual anharmonic coupling
derivation is accessed by setting o3 = 0 or g, = 0, respectively. This appendix is
split into two cases; the eigenvalue problem for complex w(k) (quasienergy) with real
k and for complex k(w) (quasimomentum) with real w.

A.1 QUASIENERGY DISPERSION

Consider Eq. (2.4b) for the first case, w(k), k is real and v = 0 for convince. By
introducing

~2 2
Wy = wy + 4wooy,

Eq. (2.4b) can be rewritten as

81,(,4)]2{

E,.
47
(A1)

@ — (w+ ”Q)Q] P, + 203w0(Pat1e ™" + Po_1€") + 20400 (Pogo + Po2) =

This can be simplified by defining the matrix

CZJg 203W06i¢ 204Cd0 cee 0
20’3(&)@6_Z¢
B = 204wo 204wo
20’3W0€i¢
0 cee 20’4(,4.)0 20'3&)06_2¢ (ZJS
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so that Eq. (A.1) can be written as

4
_7r2 [—(w +nQ)?P, + Bnum] =F,.

The electric field eigenvalue F,, is then removed by the substitution of Eq. (2.4a). If
another matrix is defined

Anm =

2
Bum {(k—l—nK) N 1] 5

T 2.2 2 -
e €pC c

then Eq. (A.1) can be written as

2

4 2
) (w+nQ)* P, + (w+nQ) Ay P + e

By defining the vectors Q,, = wP,, R, = w?P, and S,, = w?P, this can be written as
the eigenvalue problem for w

WX = wX.

The eigenvectors are defined as X = (Spy R, Qn, Py)T and the matrix W is defined
as

- Onm 0 0 0
W= 0 Onim 0 0 ’
0 0 Opm 0
where
6(n$2)?
Xnm = _029012% |: O; 2) 5nm + Anm:| )
C CUR
4(n2)3
Yy = —Cwh { (7; 2) Opm + ZnQAnm] ;
cAwy,
0)4 k K)?
Zpm = _CQW%{ {(Z—gdnm + (nQ>2Anm + WBMJ .
c*wy pC

A.2 QUASIMOMENTUM DISPERSION

The starting point for the derivation of the quasimomentum eigenvalue problem, in
which w is real and k complex, is the same as for the quasienergy problem, Eq. (2.4b).
In this case v is non-zero and by defining the vector

Gp = —(w—nQ)* + @7 — 2iy(w + n),
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and the matrix

G—nr 203W0€i¢ 20’40.)0 tee 0
2030J06_i¢
- 5bwl2% 20’40.)0 . . . 20‘4(,«)0‘ )
: 20’30&.)06";5
0 s 20’46&)0 20'3(,006_1(ZS Gnr

Eq. (2.4b) can be rewritten as

> ComPrn = E,, (A.2)

m

where n,. is the Bragg replica cutoff. By making P,, the subject of Eq. (A.2), which
is possible only because C,,,, is not k£ dependent, and substituting to remove P, from
Eq. (2.4a) gives,

[~ @+ + (k+nK)?| By =Y DunEin (A.3)

where the matrix A,,, is

By defining the vector

0
F, — (k+nK+¢af"+” )En,

C

Eq. (A.3) can be rewritten as

c

Q
(k+nK— Sl ) Fo =Y DumEn.
This can be written as the eigenvalue problem
VY = kY
where

N N e e 1 i
D Vard e — Ak )

1is an n, X n, identity matrix and



APPENDIX B AcousToO-PLASMONICS: ELEC-
TROMAGNETIC FIELD, INTERFACE TRANSFER
MATRIX DERIVATION AND SCATTERING MA-
TRIX FORMULA.

This appendix presents the derivation of the transfer matrices across the vacuum-
to-metal (V/M) boundary and the metal-to-glass (M/G) boundary. Both of these
matrices form the basis for all the calculation of the RAO effect in thin metal films.

B.1 ELECTROMAGNETIC FIELD DERIVATION

The starting point for the derivation of the electromagnetic field is Maxwell’s cross
product equations,

EW =V x E, (Bla)
10D

The system that they will be applied to has two boundaries and a thickness of d,
which is the metallic layer thickness. These boundaries have a corrugation that is
acoustically induced with an amplitude B and given by

20(x,t) = Beos(Kx — Qt), (B.2a)
z1(x,t) = 20(x, t) + d, (B.2b)

were K and () are the acoustic wavevector and frequency, respectively.

Only p-polarized electric fields can be used to access surface plasmon polaritons

119
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k, =k
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I w
T ,
'UTJ%' ¢ Vacuum
E;

z Id B S
Gold
Glass

Figure B.1: The geometry of the RAO effect in a thin gold films. The electromag-
netic field is p-polarized and E; is the electric field component along the corrugated
surface, s is the unit tangent vector to the surface.

(SPP). Thus, the magnetic field vector can be written as

0
H= | H(z, z2,1t)
0
The y-components of H in each layer are
Hv<l', 2, t) _ Z [Agl—i-,\/)eiqnz + A;—,V)e—iqnz} 6ik$—iwt€i(Kz—Qt)n, (B3a)
HM(ZE, 2, t) — Z [A%—I—,M)eipnz + A;—,M)e—ipnz} eikx—iwtei(Kx—Qt)n’ (ng)
Hg(l', 2, t) _ Z [A,S—’G)quSLG)Z + A;—,G)e—iqﬁc)z} eikw—iwtei(Kac—Qt)n. (B3C)

n

The partial wave amplitudes in the positive and negative z-direction for the vacuum,
metal and glass are A%i’V’M’G), respectively, and the wavevectors for these materials
are ¢, p, and quG), respectively. The dimensions are 2n,,., + 1 for the calligraphic
letters.

The wavevectors are derived by substituting the Egs. (B.3) into Eq. (B.1). The results
of this are

In = \/C—lz(w +n)? — (k+ nk)?, (B.4a)
Pn = \/ sMng) (w+n82)? = (k+nk)?, (B.4b)
¢© = \/ i—g"(w Q)2 — (k+nk)?, (B.4c)

where e is the dielectric constant of the glass substrate. The dielectric constant of
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the metal €)/(w) has been taken in a Lorentz-Drude model [59]. On the scale of 7,2
The metallic dielectric constant is weakly dependent on w, therefore any discrepancies
between €)s(w) and e3/(w + n82) can be neglected.

The z and y components of the electric field can now be calculated through Eq. (B.1b)
by using the material relation D(w) = €/ (w)E(w) and the H-field components given
in Egs. (B.3). As p-polarized light is being used the y-component of the E-field is
zero and the x- and z-components are given by

i 1 0H,(z,z) 1

D =— ni B.5

c n (ZL‘,Z) E(Cd) 820 w—l—nQ’ ( a)
1 1 k+nk

~E® - H, . B.5b
En (,2) (@) w+ 002 (z,2) (B.5b)

By the substitution of Egs. (B.3) into Egs. (B.5) we can derive the E-field from the H-
field. For the sake of brevity throughout the remainder of this appendix, the metallic
dielectric constant is written with implicit w dependence ¢y;.

We can finally write the electric and magnetic field in all layers in terms of the partial
wave amplitudes. These are, in the vacuum

0
Hv(l’, Z,t) _ Z Ag—&-,V)eiqnz + A7(1_7V)€_iq"z ez'k:v—iwtei(Kac—Qt)n7 (B6a)
n 0
Cdn (+7V) 1qnz (_7‘/) —iqnz
_so(winﬂ) [An e — An e i| S
E\/(I, 2, t) — Z 0 ezkm—zwtez(Kx—Qt)n7
7\ s e ]
(B.6b)
in the metal
0
HM(JI, 2, t) _ Z A%JF’M)eip"z + .AS;’M)e_ip"z eilm—z‘untez'(Kac—Qt)n7 (B?a)
n 0
CPn (+’M) iPpnZ (_7M) —ipnz
~att A e AT e
EM<.§L’, 2, t) — Z 0 ezk:pfzwtez(Kfot)n’
n c(k+nK) (+:M) _ip, = (=M) _ip,z
e (w+ng) |:An e+ Ay e :|

(B.7h)
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Figure B.2: The definitions of the partial wave amplitudes.

and in the glass substrate

0
He(z,2,t) = Z A Deian®z 1 JO iz | eihaint gilKa=Sitn, (B.8a)

n 0

C ’SLG) (+7G) ! gLG>Z (77G) —1 $LG)Z

~t (A Pl AT P
Eg(l‘, 2, t) _ Z 0 ezkx—zwtez(Kx—Qt)n.
n c(k+nkK) (+.G) i ;G)z (—G) —i SLG)Z
e (@tnQ) [An e'l + An e Y ]

(B.8b)

B.2 INTERFACE TRANSFER MATRIX DERIVATION

Having derived the wavevectors in each layer and the corresponding E- and H-fields,
boundary conditions (BCs) can now be applied to calculate the partial wave ampli-
tudes. The boundary conditions require that the H-field amplitude and the compo-
nent of the E-field amplitude that is tangential to the boundary are continuous across
the boundary. For H-field continuity across the vacuum to metal (V/M) interface,
Egs. (B.6a) and (B.7a) are equated at z = z, and the ¢**~%? term cancelled to give

Z [A7(1+,V)€iancos<p + A%—,V)e—iancosgo} elen —

n

Z |:A$1+7M)€ipnBcos<p_i_Ag;,M)efipnBcosap} el’sOn, (Bg)

n

where, for the sake of brevity, ¢ = Kx — Qt. For the E-field BC the tangential
component to the interface must be derived. Therefore, the starting point is to define
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the tangent unit vector

1 1
S = O == 0
2(x,t) — K Bsin(yp)

where z{(x,t) is the differentiation of zo(x,t) with respect to z. Therefore, the mag-
nitude of the tangential electric field is

g5 B o E+Ab

After canceling the common denominator, the tangential E-field boundary condition
can be written as

EW 4+ 4EP = B 4 4 ER.

Thus, using Egs. (B.6b) and (B.7b) gives

w + nfl
c(k +nkK)
go(w + n )

CPn M) _ipn B cos —,M) _—ipyn B cos
— T AEM)gipn ¢ _ A(=M)~ipn ®
Z l en(w + nf) A e no e J

c(k +nK) {A(+7M)6ipnBcos<p+A(—,M)6—ipnBcoscp} oiem
em(w+nf) =" !

_ & (+,V) jignBcosg _ A(—=,V) —ignBcos
X[ - ey (A s - At

n

— KB Sin((p) {Aﬁﬁv)eian cosg | Aﬁlﬂv)e*ian COSLp} } plen —

n

— K Bsin(yp)

(B.10)

In general the Fourier transform of e ¥ gives

ey — Z z'lJl(T)eW, (B.11)
!

where J;(r) is Bessel function of the first kind. The Fourier transform of the sin(t)expl[ir cos(¢))]
term can calculated from Eq. (B.11)

ieircow = —¢rsin @/J@"COW = Z @'lz'lJl(r)ewl.
N l
Thus,
) Ui )
sin(y)e @ = =37 L g(r)e, (B.12)
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where [ is an integer [65].

We can now apply Egs. (B.11) and (B.12) to Egs (B.9) and (B.10), this will allow
them to be written more compactly with the use of the Bessel functions. Eq. (B.9)
becomes

Z [A(+V (G B)—l—A( g (— an>] elp(ntm)m _

n,m

> [AS J(puB) + AT T (—puB)] €90, (B.13)

n,m

and Eq. (B.10) becomes

> { - m {AS) Tn(gnB) = ATV T (=40 B) 1 i™

n,m

c(k+nK) (+V) m
RB go(w + n ) {A" T4 B) qn B
_ ML m| gig(n+m) _
At (- q”B)an}Z }e
Cp.
Z{—W{AH\@J (puB) = A T (—puB) } i
c(k +nkK) (4.0) m
+ KB—aM(w ) {An Jm(p"B>pnB

(B.14)

To express the boundary conditions in matrix form it is necessary to let n +m = s
and m = s — n so in general

Z T (rn)e™ 0™ N " T () (B.15)

n,s

If we allow s = m and apply the above to Egs. (B.13) and (B.14) we can rewrite the
boundary conditions for the H-field as

Z [ASL-F,V)Jm_n(C]n )+A ( an)j| S — nezgom _
> (A T (paB) + AT Ty (—paB)] i, (B.16)

n,m
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and for the tangential E-field, Eq. (B.14) becomes

> [ - <— (A T (90 B) = AV T (—00B) }

— w + nfd
KB———= chv) Jm—n(qnB
# kB A 0B
A (B it —
Z - —Cp {A + M m n(pn ) - A(i’M)Jm_n<—pnB)}
— ey (w + n2) n
c(k +nK) m—n
KB——=5 (+7M)Jm—n B
FRB ) {An (pnB) B

A By e
Pn

(B.17)

These two equations can now be used to derive the transfer matrix at the V/M
interface.

It is necessary to equate the coefficients of the exponential terms exp[ipm| in Egs. (B.16)
and (B.17) and express the result in matrix form

PALL P12) Aﬁf’v) B MOD Aq(1L2) A(+M) B8
Py pe2) v T A pmen pme) )| e ) (B.18)

Then by defining all open faced letters as either 2(2n, + 1) square matrices or equiv-
alent sized vectors, the elements of V are

—~

Vr(nl:rlz) = Jmfn<QHB)Zmin7 (B19a)
VD = Jnn(—qu B)i™ ", (B.19h)
en o |-y g By i TR By (B g
v = |- i ek im0 (Bago
22) _ CQn J o BT _Kc(k+nK)J B L —n
v = | a2

(B.19d)
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and the elements of M are

MY = T (pnB)i™ ", (B.20a)
MED = ] (—pa B)i™T, (B.20b)
o k+nK) M — M
M(Z’l) = ——Cpn Jmfn nB men K—C( Jmfn nB men )
mn ey (w + n) (pnB)i i ey (w +nQ) (pnB)i Dn
(B.20c)
. k+nkK) e — 1
M(2’2) = —Cpn Jm—n - nB men —K—C< Jm—n - nB e :
mn = | 2oyl + ns) (—pnB)i (o £ %) (—pnB)i o
(B.20d)
As the transfer interface matrix T across the V/M boundary is defined by,
R Tia Tio\ (ALY
ALY N (75,1 75,2) AT ]
from comparison with Eq. (B.18) we can say
Tv/m =V 'M. (B.21)

The T-matrix at the second boundary between metal and glass (M/G) can be derived
from an identical process. The matrix of coefficients of the partial wave amplitudes
in glass A is designated G and has the elements

Gt = Jo_n(g @ B)im T, (B.22a)
ga(’r}:fz) = Jmfn(_Qr(LG)B)imina (B22b>
(@)
2,1 _ | _ C4n J @) BYym " L K C(k + TLK) T (@) B m—n 1L — T
Ginin [ ea(w + n) mon(ty” B)i * ec(w +nQ) mn(dn " B)i ¢ |’
(B.22c¢)
G2 o’ (~g@pyimn — g LEEE) (@ pymn
w = | T Im-nl— 7 - T A Ym—n\"T ? o |
m,n EG<W + TLQ) qn €G(W + TZQ) qn Q7(1G)
(B.22d)
Using the same approach as for the first boundary
Ty =M 'G. (B.23)

Having now calculated the T-matrix for both boundaries the reflectivity may be
calculated form the total T-matrix.
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The T of the entire system is then calculated from

ET 0
P]thtal = P]FV/M 0 & P]I‘M/Gv <B24)
where £~ = 0, mexp(—ip,d) and €T = 0, mexp(ip,d). From the total T-matrix the
n-order Bragg reflectivity R, and transmissivity 7}, are given by
I, = ’A#GF? (B'25a>
R, = A,V (B.25Db)

The amplitudes of the partial waves contributing to Egs. (B.25) are given by

APG =T AT, (B.26a)
AV = Toa T ARV (B.26b)

Where AV is the partial wave amplitude vector for the incident light. For a
monochromatic incident plane wave it is a column vector with 2n, 4+ 1 elements,
the central element is unity and the rest zero.

B.3 SCATTERING MATRIX

To derive the scattering matrix an iterative process is required, based on the initial
condition

S, =1, (B.27)

where I is a 2N x 2N identity matrix, and the use of the transfer matrix at layer
interfaces. In general, for a system in which the transfer matrix at a given layer L is

Tin T
T, = ’ ’ B.28
L (7;,1 75,2) (B:28)
and the scattering matrix is
Si1 S
S = ’ ’ B.29
: (82,1 82,2,> (B.29)

then the scattering matrix to cross the boundary into the (L + 1)th layer is

B DSy DE
St = (521 + S20TuDS1 Sa2TnDE + 522752> 7 (B-30)
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where the N x N block matrix & = 85720 — To1 and D = (T;1 — S1oT21) L. To
propagate the wave across the (L + 1) layer to the next boundary

iKd 0] T 0
SL+1 - (eo I) SL <O ei/Cd) . <B31>

The block matrices O and Z are N x N zero and identity matrices, respectively. The
matrix K has the terms k + nK along its diagonal, where £ is the wavevector of
light in the layer. Notice the absences of growing exponential terms in Eq. (B.31),
removing the problem found in the transfer matrix method. The calculation of the
necessary transfer matrices can be found in Appendix B.2.



APPENDIX C DIELECTRIC FUNCTION OF AU

In Eq (4.4) in section 4.1 the dielectric function has been split into two parts. The
first is a classical Drude model, which describes the optical effects of the conduction
electrons in the metal. The second part is a sum over a series of Lorentz oscillators
which describes the optical properties of the bound electrons. The separation of the
dielectric function into two components is allowed because the components operate
in different spectral regions.

The Drude dielectric function assumes the electrons interact only with the metallic
ions and not with each other. It can be derived by considering the current induced
by a time varying electric field in a metal. Consider the Maxwell-Faraday equation

10E
VXE=-— C.1
8 c Ot (€.1)
and Ampere’s Law with Maxwell’s correction
47 1 0E
VxH=—j+-—— C.2
x At oo (C.2)

where j is current density. By making use of the vector calculus identity
VxVxF=V(V-F)-VF,

and the condition that V-E = 0 when there is no static charge and the fact that for a
metal the current density can be written as j = o(w)E, where o(w) is the conductivity,
a combination of Eq. (C.1) and Eq. (C.2) can be written as

10 |4n 10E
e L | T wE+ - Z
v o(w)E + ey

cot | c (C3)

If the wavelength of the electric field is far longer than the mean free path of the
electrons in the current then we can write the electric field as

E = EO €th .
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Table C.1: The value of the parameters used for the calculation of a Lorentz-
Drude model dielectric function.

Parameters fo Iy fi I w1 fa I's Wy —
Au 0.760 0.053 0.024 0.241 0.415 0.010 0.345 0.830 -

Parameters f3 I's w3 fa Iy Wy f5 I's wWs
Au 0.071 0.870 2.969 0.601 2.494 4.304 4.384 2.214 13.32

Substituting into Eq. (C.3) for E to give

2 .
VE = -2 {1 + 4””(“)} E.

c? w

From this the dielectric function is defined as

i
fw) = 14 o). (C.4)
w
The conductivity of a metal is given by [60]
(w) = _ ne’t (C.5)
o= m(1 —iwT)’ '

where n is the number of electrons, 7 is the time between collisions with the metallic
ions and e and m is the electronic charge and mass, respectively. By substituting
Eq. (C.5) into Eq. (C.4) and defining Iy = 7! the Drude dielectric function for
classical electrons can be written as

2

ew)y=1— —"=L—— (C.6)

w(w —ilg)’
where w,, is defined in Eq. (1.16) in section 1.7.

The parameters necessary to model the dielectric function of Au are given in Table C.1
and are taken from Rakic et al [59].
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