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CHAPTER 1

Electrodynamics of a continuous medium

1.1 Maxwell’s equations in a medium, constitutive relations

Useful reading: Landau, Lifshitz, vol. 8, Ref. [1].
Formal derivation of Maxwell’s equations in a medium.
Maxwell’s equations in vacuum in CGS system of units:

47 1 OE

tB—— 1.1
o U c ot (1)
diVE—47T,0, (1.2)

1 0B
th=—— — 1.3
divB=0. (1.4)

A medium can be treated as a collection of charged particles and described with
Egs. (1.1)-(1.4). However, this would be impractical. We separate bound charges/currents
associated with the medium polarization or magnetization (p®, j®) from the external
charges/currents (p®**, j*°):

p=p"+p™, (1.5)
=3+, (1.6)
ext °e

where each of pairs p®, j® and p
the bound current as follows:

t satisfies the continuity equation. We define

oP
jB:EJrcrotM, (1.7)
where P and M are called the polarization and magnetization vectors, respectively.
Note that Eq. (1.7) defines M up to the gradient of arbitrary scalar function. As a
result, the bound charge density satisfies the equation

op" . .B odivP
o T T T

(1.8)

1.e. we define
pP=—divP. (1.9)

Next we use Egs. (1.5), (1.6) and put the definitions Eq. (1.7) and (1.9) into



Maxwell’s equations in vacuum. We get

4 1 0D
rot H = — = jext 4 292 (1.10)

c c Ot
divD =47 p™ | (1.11)

1 0B
tE=—— — 1.12
divB =0, (1.13)
where the auxiliary D and H fields are defined as

D=E+47P, (1.14)
H=B-417M. (1.15)

Equations (1.10)-(1.13) are known as Maxwell s equations in a medium. Equations
(1.14)-(1.15) are the so-called constitutive relations.

Explaining the physical meaning of P and M.

In the reasoning above, vectors P and M were introduced formally. Now we
analyze their physical meaning.

The time derivative of the system’s dipole moment:

dz%;QaraZEQava:/deV:

oP

0
- EdV+c/rothV:a/PdV+j§[n><M] df .

(1.16)

The surface term vanishes since polarization is zero outside of the medium. Thus,
the dipole moment of the finite medium sample reads:

d:/PdV. (1.17)
An alternative derivation based on Gauss theorem states (as a homework?):
d; = / pPridV = —/ divP z;dV = —/ (O Py) 2:dV =
= —/ Ok (Pr ;) dV+/ POy x; dV =
= —j{kainkdf+/BdV:/BdV. (1.18)

The magnetic moment of the system (we neglect the displacement currents



here):
1 Lo
m:%/[rxﬂ dV—Q/[rxrotM] av . (1.19)
rx [VxM]|=V( -M)—(r- V)M =e; [x0; My — x1, O M;] =
= Z[81(5619Mk)—5ZkMk—ak(kaZ)+5kkMz]: (1.20)
=e; |

e
e; |0; (:Uk Mk) — O (lek MZ)] +2M.

Volume integrals of the terms like ), Tj; vanish, because | 9y Tj, dV = § Tiy ny df,
and finally we obtain

m:/MdV. (1.21)

Hence, we define magnetization as the magnetic moment of a unit volume of a
medium. Note that this identification is only valid in the low-frequency limit.

Homework. Calculate the time derivative of the electric dipole moment without
resorting to the substitution [ prdV =3 g, r,.

a

Material parameters.

A wide class of linear media is characterized by the linear scalar relation
between polarization and electric field. An analogous relation holds for magnetization
and magnetic field:

P=\E, (1.22)
M= \"H. (1.23)

The coefficients x® and y™ are called the electric and magnetic susceptibilities.
Normally, they depend on frequency (the so-called frequency dispersion). Their
values can be determined either empirically or theoretically. See Practice 1.

However, susceptibilities are not necessarily scalar. In a more general case of
an anisotropic medium, polarization and magnetization read:

Pi = Xiy B (1.24)
M; =\ Hy, , (1.25)

where the summation over the repeated indices is implied. The permittivity and
permeability tensors are defined as

it = Oik + 4T X51 (1.26)
pir: = Oi + 4T X - (1.27)

The material Egs. (1.24), (1.25) can be rearranged as

D; = ¢eiy By, (1.28)
B; = pix Hy, . (1.29)



1.2 Wave propagation in anisotropic media: the general theory

We consider propagation of a plane electromagnetic wave

E = Eekmt (1.30)
H = Hekrwt (1.31)
in a non-magnetic anisotropic transparent medium in the absence of external charges

and currents. From Maxwell’s equations for rot E and rot H we obtain linear
equations for the field amplitudes:

H=k xE/q, (1.32)
D=-kxH/q, (1.33)
where ¢ = w/c, w is the angular frequency of the wave and k is the wave vector.

2D
E

H

Figure 1.1: Relative alignment of fields in non-magnetic anisotropic medium.

Thus, we notice that the vectors k, H and D are mutually orthogonal. Since H
1s also orthogonal to E, the vector of electric field lies in the plane defined by the
vectors D and k.

Dispersion equation.
From Egs. (1.32), (1.33) we obtain:

[Hi—k@k—q%}E:o. (1.34)
Thus, plane wave solutions of Maxwell’s equations satisfy the equation
@ﬂﬁf—k®k—q%]:o. (1.35)

For instance, in the system of principal axes of the tensor € the dispersion equation
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reads:

K [eakis ek +e. k) — @ [Kiea(ey+e.) + ke, (e +ea) +
+k2 e, (e, + sy)] +q¢te, g e, =0. (1.36)

This equation is known in crystal optics as the Fresnel equation. The Fresnel
equation is fourth order with respect to k. Thus, for the given direction of the
wave vector there are two refractive indices. Eq. (1.36) determines a surface in
k-space known as the isofrequency surface.

Note that if the surface is defined by f(q,k) = 0, 2_1{ would be the normal to
the surface. Since g—g % + % = 0, the group velocity 0w/dk is perpendicular to
the isofrequency surface. It can be shown that the group velocity and the Poynting
vector for an anisotropic medium are parallel. Therefore, the direction of energy
flow is perpendicular to the isofrequency surface.

Proof that the Poynting vector is normal to the isofrequency surface

We consider the variation of the fields when the direction of propagation is
varied (so that k changes and ¢ stays constant). The variation of equations

¢gH=k x E, (1.37)
gD=-kxH (1.38)
yields
qoH =0k x E+ k X 0E, (1.39)
qgoD =—-6k xH -k x H , (1.40)

From these equations we get that

gH SH+ ¢E - 6D =
=0k xE]-H+H:[k xJ0E|] - [0k xH] -E—E- [k x dH| =
=o0k-[ExH|+ [Hxk|-0E—-0dk-HxE]—-[Exk]-0H =
—20k-[ExH|+¢D-6E+¢H-6H.
(1.41)

Therefore
20k-[ExH|=¢E-/D—-¢D-/E=0 (1.42)

due to the symmetry of permittivity tensor (g;, = £i;). This means that 0k - S = 0,
1.e. the Poynting vector is orthogonal to the isofrequency surface.

Polarization of the waves propagating in anisotropic medium

We choose the coordinate system with =z axis along the k wvector.
D = — [k x [k x E]] /¢*. Thus, D, = n*E,. On the other hand, E, = ¢_}; Ds,
where «, 5 can take the values 1 or 2, and we take into account that D - k = 0. As
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a result, we get
(n_2 Sos — gé) Dy=0. (1.43)

This is an eigenvalue problem for the symmetric matrix 5;; Therefore, the D
vectors for the two eigenmodes are always orthogonal. Each of the eigenmodes is
linearly polarized.

1.3 Optical properties of uniaxial crystals

Advanced reading: review on hyperbolic metamaterials by Poddubny et al.,
Ref. [2]

Dispersion equation for uniaxial crystal

Uniaxial crystals are an important class of anisotropic crystals. They are
characterized by the permittivity

é:€J_[A+<€||_5J_>eZ®ez- (1.44)

In this special case, the dispersion equation can be greatly simplified. We employ
several useful formulas:

det (af+cn®n> =a*(a+c), (1.45)

det (af+ bkk+cn® n) =a(a+bk*) (a+c)—abc(k-n)*,  (1.46)
where n? = 1. The dispersion equation Eq. (1.35) reads:

det [iﬁf—k@@k—q?é} — det [(ktq%gi—k@k—q%q —c)e.@e,| =
= (kQ—QQEL) [—qzsL (k2 —q28||) —q2(5|| —sl)kz] =0.

(1.47)
Thus, the dispersion equation splits into two independent equations:
K =q%c, (1.48)
2 2
kx;ky+§:q2, (1.49)

which describe the ordinary and extraordinary waves, respectively. Next, we analyze
the polarization of the ordinary and extraordinary waves. For simplicity, we choose
x and y axes so that k lies in the plane Oxz, i.e. k, = O:
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K2 — k2 — g2e, 0 —k, k. E,
0 k2 —q¢*e, 0 E, 1 =0. (1.50)
—kxkz 0 kQ—kg—csz Ez

In the case of ordinary waves described by Eq. (1.48), £, = E, = 0. This means
that for the ordinary wave, the electric field is perpendicular both to the wave
vector and to the anisotropy axis (i.e. E is perpendicular to the main plane, TE, or
s, polarization).

In the case of an extraordinary wave, £, = 0, i.e. the electric field lies in
the plane defined by k and the axis of anisotropy. Thus, extraordinary waves
correspond to TM, or p, polarization.

Isofrequency surfaces for the uniaxial crystal.

Isofrequency surfaces described by the Egs. (1.48), (1.49) can be easily visualized.
They are presented in Fig. 1.2. The dispersion regime when ¢ and ¢, have different
signs is called hyperbolic dispersion regime.

(b) kK,

p
k‘
>

Figure 1.2: Isofrequency contours for the ordinary (green) and extraordinary (blue) waves. (a,b)
Elliptic dispersion regime (¢ > 0, ) > 0). (a) Positive crystal: n. > n,, ¢ > €1, e.g., quartz.
(b) Negative crystal: n, < n,, g < €1, e.g., iceland spar. (c,d) Hyperbolic dispersion regime
(ere<0).(c)e;>0,er <0.(d) g <0,eL >0.

(a

7
NG

Z?’k

Pa
N
/

X

Ve
e\k

Plotting the direction of the refracted wave.

In order to solve boundary problems, we use the continuity of the tangential
component of the wave vector at the boundary of the two media. Using the fact
that the Poynting vector is normal to the isofrequency surface, one can plot the
direction of the refracted wave.
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1.4 Systems of units in electrodynamics

Useful reading: book by Jackson Ref. [3] and Ref. [4].

Maxwell’s equations in vacuum and the expression for the Lorentz force can be

represented in the following general form:

divE =47k p,

OE
tB=4mkoj+ ka —
ro Tho)+ 3 5f
0B
t E=—-k, —
o Yot

divB =0,
F:q[E+k5 [VXBH .

The coefficients k; depend on the chosen system of units.

Restrictions on the coefficients k;.

1. Continuity equation [use Eqgs. (1.51), (1.52)]:

.. kiks Op
d —=0.
v ]+ Ky Ot
Thus, we require that
ky ks = ko .
2. Wave equation [use Eqgs. (1.52), (1.53)]:
O’E
AE —ksky— =0.
Thus,
kg k4 = 1/62 )

where c is the speed of light in a vacuum.

(1.51)
(1.52)

(1.53)

(1.54)
(1.55)

(1.56)

(1.57)

(1.58)

(1.59)

3. Faraday’s law [Egs. (1.53) and (1.55)]. The flux through the closed contour
can change due to (a) change in the magnetic field, in which case the

electromotive force is given by € = —ky %—(f; (b) change of the contour size
and shape, in which case the electromotive force reads € = —Fk;5 %—‘f. We

require that the expression for the electromotive force is the same in both

scenarios. Therefore,
ks = ky .

(1.60)
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4. Coulomb’s law [Eq. (1.51)]. The electric field of the point charge

pohe (1.61)

r2

5. Ampere’s law [Eq. (1.52)]. The magnetic field of a constant line current
B = 2221 \hereas the force between two parallel currents reads:

r b

[
F=2koks—1 1. (1.62)
12

Thus, only two coefficients out of five can be chosen independently.
Examples of the systems of units

e CGS (Gaussian) system of units. k; = 1 is chosen in order to simplify the
Coulomb’s law and k4 = 1/c is chosen in order to to provide that the electric
and magnetic fields have the same dimension. Therefore, ks = k3 = ks = 1/c.
Maxwell’s equations read:

dvE=47p), (1.63)
4 1 0E
rotB = —j4 =22 (1.64)
c c Ot
1 0B
tE= —— — 1.65
divB =0, (1.66)
1
F =g [E+—[v><B]] . (1.67)
c
e Heaviside-Lorentz system of units. k; = 1/(47) (to simplify Maxwell’s

equations) and k4, = 1/c (to provide that the electric and magnetic fields have
the same dimension). Therefore, ks = 1/(47c), k3 = 1/c, and k5 = 1/c.
Maxwell’s equations read:

divE =p, (1.68)
1 1 OE
rotB=-j4+ - —, (1.69)
c c Ot
1 0B
tE= — — 1.70
divB =0, (1.71)

F=gq [E-l—%[VXB]] : (1.72)
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e SI system of units. k4 = 1 (to simplify the Faraday’s law), 1.e. k5 = 1 and
ks = 1/c?. The unit of current is introduced. 1 A of current corresponds
to the force 2 - 10~7 N per unit length between the two wires of negligible
cross-section placed at the distance of 1 m from each other in vacuum. This
yields ks = 1077 N/AZ

Next, we introduce constants pg = 4mky = 47 107" H/m and gy = 1/(po c?).
This yields k; = 1/(4 we). Maxwell’s equations in vacuum read:

divE = p/ey, (1.73)
. 1 0E
I‘OtB—MoJ—FEE, (174)
B
rot B = _aa_t’ (1.75)
divB =0, (1.76)
F=q[E+[vxB]. (1.77)

The constitutive relations in SI system of units read

D=cE+P, (1.78)
B =y (H+M) . (1.79)

Note that starting from 2019, the unit of current in SI is defined in terms of
elementary electric charge. Magnetic constant 1 is no longer exact, but, instead, it
is calculated from the measured value of fine structure constant a:

2ah
fo =

5 - (1.80)
ce
The rest of parameters in Eq. (1.80) are exact. Modern value of
po = 4m - 1.00000000082(20) - 1077 H/m. Starting from 2019, the following
fundamental constants are considered exact: h, e, k, N 4.

Transformation of expressions between systems of units

Mechanical quantities are not transformed. Electromagnetic quantities are
transformed according to the following table:
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CGS ST

Electric field F (¢, V) E Vareg B
Electric induction D D \ /i—g D
Charge density p (¢, I, P) | p p/ATeg
Magnetic field H H VAT o H
Magnetic induction B B A /i—z B
Magnetization M M M
Conductivity o o o/(4meg)
Polarizability o o af(4m)
Impedance 7 A Ameg 4

[. Comment on the transformation of units.
Eg 1C=3-10° CGSE, 1 V/m = 10*/3 CGSE.

2. Comment on the analysis of dimensions.
1.5 Analytical properties of dielectric permittivity

Kramers-Kronig relations

We have already discussed that in a wide variety of media, the electric
displacement (or polarization) is related to the electric field by linear relation.
However, due to retardation effects inherent to medium, the polarization at the
moment ¢ can depend on the electric field in the previous moments of time:

/ft—t
+7f E(t—71)dr, (1.81)
0

where f(7) is some real function decaying with retardation time 7. The dependence
of the displacement/polarization on the retarded electric field is called the time
dispersion or the frequency dispersion. By Fourier transforming Eq. (1.81), we
obtain:

oo

D(w)E/D(t)emdt/@W)

—00

— Bw) + /dtem/ (2m) 7f Bt —7)dr
0

—0o0



—7)e (t=7) d(t — )

I
g
E
+
\8
S
ﬁ
g
2
o
§.
\]
|
8\8
&
~

0
:E(w)+E(w)/f(¢)erT. (1.82)
0

As a result, the permittivity of the medium at frequency w reads:

e(w)=1 —I—/ f(r)e“Tdr . (1.83)
0
Note that the similar reasoning is valid in the case of an anisotropic medium when
€jk(w) = Ojk —|—/ fjk(T) 6“” dr . (1.84)
0

From this definition it is obvious that e(—w) = ¢*(w) for real frequencies w.

Therefore,
g(~w) =¢'(w), (1.85)
e'(~w) = —€"(w) . (1.86)

By its definition, the function f(7) cannot have singularities for 7 > 0. Therefore,
for complex w = w'+iw” with w” > 0 (upper half-plane), the function (w) defined
by Eq. (1.83) is analytic. At very high frequencies e(w) tends to 1 (give a reference
to the calculation of free electron gas permittivity here).

& .

¢,
£ p—
w &’

Yy

Figure 1.3: Proof of the Kramers-Kronig relations: the integration contour is chosen on the complex
plane.

e(¢) -1
—w

frequency w. We choose the integration contour as indicated in Fig. 1.3. We take

into account that the integral over (5 vanishes and the integral over C yields

We consider the function for a complex frequency ¢ and some real
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—i7 (e(w) — 1). Therefore,
[ele) -1
v.p. / %dﬁ —im (e(w) — 1) . (1.87)

By separating the real and imaginary parts in this expression, we deduce the
Kramers-Kronig relations:

fw) —1 = %V.p. / gﬂ_(% de | (1.88)
(W) = —%V.p./ E/g—;ldg. (1.89)

Physically, equations Eq. (1.88) and (1.89) demonstrate that, for any medium, the
real and imaginary parts of permittivity are related due to causality. Thus, the
medium’ dispersion inevitably implies losses and vice versa.

Quite importantly, this reasoning is very general and can be applied to the
other types of generalized susceptibilities: polarizability, conductivity, elasticity
coefficients, piezoelectric constants, etc.

Now consider harmonic oscillator as an example of the Kramers-Kronig relations
application. A harmonic oscillator is a lossless system, and, therefore, the imaginary
part of permittivity can be different from zero only at the resonance frequency wy.
Since the imaginary part of permittivity is an antisymmetric function,

e'(w) =C [0(w — wpy) — d(w +wp)] , (1.90)

where C' is some constant and wy is the oscillator eigenfrequency (so losses emerge
only at resonance). Here, we also take into account that the imaginary part of
permittivity is an antisymmetric function of frequency, see Eq. (1.86). Next, we
apply the equation (1.88):

20&]0 1

2 _ 2"
T Wi —w

elw)=1+ (1.91)

Next, we assume that the static permittivity is known and equal to ¢y. Thus, we
find that

C:TFC«}O/2(80—1), (192)



(1.93)

e'(w) = —2 (g0 — 1) [6(w — wo) — 8(w + wp)] (1.94)

Symmetry of dielectric permittivity

Here, we consider a case of a static field and apply thermodynamic considerations
(paragraph 11 vol. 8, LL). Assume that the external field is created by charged
conductors and a dielectric object is placed in this field.

To increase the charge on conductors kept at potential ¢ by dq, external forces
have to do the work

(5A:gp(5q:—i%@5D-ndf:—i/div(¢5D)dV. (1.95)
47 A
Here, we take into account that the charge density on the surface of conductors is
equal to 0 = —D,, /(4r), where the inner normal to the surface of conductors is
chosen.

div (p0D) =Vp - 6D+ ¢ divéiD = -E - D, (1.96)

where we take into account that div D = 47 p and, hence, divdD = 0. Thus, the
work of external forces 1s found to be

1
5A:—/E-5DdV. (1.97)
47
The variation of the internal energy and free energy reads:
1
dU:TdS+4—/E-5DdV, (1.98)
m
1
dF:—SdT—i—4—/E~5DdV. (1.99)
s

Note that in the presence of an external field we can construct the thermodynamic
potentials of the two types: F defined above and also F' = F —1/(4n) [ E-DdV.
It can be shown that the first potential F' reaches minimum for fixed temperature
and fixed charges of conductors, while the second potential I reaches minimum
for fixed temperature and fixed potentials of conductors. 7o demonstrate this, we
need to write the work in terms of charges and potentials.

Integration in Eq. (1.99) is done over the entire space. We denote by E; the
electric field in vacuum which causes the polarization of a dielectric object, whereas
the total electric field is E. Next, we construct the quantity Fy = F— [ E2/(87) dV
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such that
1
dFf = —SdT+4—/(E-5D—EO-5EO) dV =
T
1 1
= —SdT+—/(D—E0)-5E0dV+—/E-(5D—5E0) dV
47 A
1
— (D — E) -O0EydV . (1.100)
A7

Now we analyze the integrals comprising Eq. (1.100):

1 1
h= 4 [ (D=0 0Bdv =~ [ (D-Ey) Vomav -
1 1
= —— / div ((D — E0)5(po) dV + — / (leD —div EO) (5(,00 dV =
47 4
1 1
= T ia (D —Epy) -nopgdV + e / (divD — div Eg) dpgdV (1.101)
U T

The second integral vanishes since divD = divEy = 47 p™*. The first integral
vanishes at infinity, whereas at the surface of conductors it yields
dpo/(4m) ¢ (D — Ey) -ndV, which also vanishes: the first and second terms yield
the surface charge of conductor.

1 1
I, = —/E-((SD—éEO) dV:——/Vgo-(5D—(5EO) dV =
47 47

1 : 1 . :
= —E/dlv(gp((SD—éE)) dV+E/g0(d1V5D—d1v5E)—

— L { o (D-oB) nar 0. (1.102)

4r

Hence, the only nonzero integral is the last one and
(5Fd:—SdT—/P-5EOdV. (1.103)

Now we assume that the field is almost homogeneous on the scales of a dielectric
object. Hence, polarization of the object can be written as P, = ayx For/V, where
o, 1s an object polarizability. Therefore, the free energy reads:

dFd = -5dT — (077% E()k dE()Z . (1104)
This said, )
0°Fy
ik = "m Ao - 1.105
Yk 9 Ey; 0Eo, (1.105)

This identity ensures that the polarizability tensor of an object is necessarily symmetric:
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a;r = ai;. Clearly, by analyzing Eq. (1.103), we can analogously demonstrate that
the permittivity tensor is also symmetric: €;;. = €y;.

More importantly, the symmetry of the permittivity tensor also holds in the
case of time-dependent fields. To prove this, one needs to apply the principle of
symmetry of the kinetic coefficients (paragraph 120, vol. 5 LL):

gir(w) = epi(w) , (1.106)

whereas in the presence of spatial dispersion and external magnetic field/rotation,
etc, the following identity holds:

5ik‘(w7 k7 Ha Q) - Eki(w7 _kv _H7 _Q) : (1107)

Reciprocity theorem

We consider some reciprocal medium characterized by the symmetric permittivity
and permeability tensors. We assume that the external monochromatic sources
j1 placed in the medium excite the field distribution (E;, H;), whereas external
sources jo located in the medium excite the field distribution (E, Ho).

Maxwell’s equations read:

rot By =1¢ B, (1.108)

4
rot Hy = —igDy + —j; . (1.109)
C

The analogous equations are valid for the fields created by the second source.
Therefore,

(Hz - Tob E1 — H1 - rot Ez) -+ (E2 - rot H1 — E1 - rot Hz)
:ZC] (Hz'Bl—Hl Bz) —Zq (Ez'Dl —El'D2)+47T/C [EZ'jl —E1 Jz]
(1.110)

Due to the presumed symmetry of permittivity and permeability tensors,
H> -B; = H; - Bs and Es - D; = E; - D5. We also make use of the formula

divlax b]=b-rota—a-rotb. (1.111)
We thus obtain:
‘ 4m . :
le(E1XH2—E2XH1):7 [E2'J1—E1°j2] . (1112)

By integrating this equation over a sufficiently large volume and transforming the
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left-hand side with Gauss theorem, we finally prove the reciprocity theorem

/j1-E2dV:/jz-E1dV. (1.113)
In the case of two dipole sources
di-E;=ds - E;. (1.114)

Now we introduce the dyadic Green’s function (see details in Chap. 2) as follows:

E, = G(ry,rz)ds, (1.115)
By = G(rg,rq)d; . (1.116)

As a consequence,
di; Gir(r1,12) dop = dog Gri(re, r1) dy; - (1.117)

Thus, the following symmetry property of the Green’s function holds in an arbitrary
linear reciprocal medium characterized with symmetric permittivity and permeability
tensors:

Gir(r1,12) = Gri(r2,11) - (1.118)

As a consequence of reciprocity, transmission from the left-hand side of the optical
setup to the right is equal to the transmission from right- to the left-hand side. In
other words, reciprocity prohibits the construction of optical diode in any linear
medium with symmetric permittivity and permeability tensors.

1.6 Dissipation rate, field energy and Poynting vector in the medium with
frequency dispersion

In the previous section, we have introduced the phenomenon of the frequency
dispersion of dielectric permittivity and deduced some general restrictions on permittivity
tensor. Now we turn to the discussion of energy relations in the dispersive medium.

1 0B

tE=—— 1.119
10D

rot H=>--"= (1.120)
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Equations above yield:

1 D B
div[ ExH]=-E-rotH+H - -rotE = —- {E a—+H%—t} = (1.121)

c ot
. 1 aD 3B

where the Poynting vector is defined as

sz4i E x H] (1.123)

(0

1.e. similarly to the non-dispersive media.

Dissipation rate

We consider a monochromatic wave in a dispersive medium. Since the field
energy in monochromatic case does not change in time, the time average — (div S)
yields the dissipation rate ¢: the energy absorbed per unit time in the unit volume

of the medium.
1 8D 8B

Since the wave is monochromatic, time dependence of the fields has the form:

E=Eje “ +Eiev! (1.125)
D =Dge “'+Dje“t, (1.126)
0D
5 = —iwDge ™! 4 iwDj e . (1.127)

Then the averaging yields:

oD E;-Dy— Eq - Dj
E-— )=2p—0 "0 070 (1.128)
ot 21
Assuming the constitutive relations of the form
D=¢E, (1.129)
B=4iH, (1.130)

where both € and /i are frequency-dependent tensors, we finally derive (¢' = Ree,
e’ =Ime):

MHOJ Ho | - (1.131)

kj
—— 2 B Eor +
0] 0k 2@
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Thus, a lossless medium is characterized by Hermitian permittivity and permeability
tensors: €1 = &, i = fi. If the permittivity and permeability tensors are symmetric,
losses in the medium are associated with the imaginary parts of these tensors. Since
dissipation rate is a positive quantity for a medium in thermodynamic equilibrium,
the quadratic form, Eq. (1.131), should be positively defined. This requirement is
known as the passivity condition. In the isotropic case, for instance, the passivity

condition yields
e >0,u">0. (1.132)

Frequency intervals where the dissipation rate is small are called transparency
windows.

Field energy

As we already know, the permittivity of a medium can be negative (e.g. in
plasma below plasma frequency). Trying to compute the field energy in such a
medium by the conventional formula, we get a negative value of energy, which
is an apparent inconsistency. Therefore, we have to revise energy relations in
the dispersive medium, restricting the analysis to the transparency window of the
medium and an almost monochromatic wave packet with the field given by

E(t) = Eo(t)e ™'+ Ej(t) ' \H(t) = Ho(t) e ™" + Hj(t) ",  (1.133)

where the amplitudes Fy(t) and Hy(t) are slowly varying functions of time. Comment
why we can't consider fully monochromatic case here. For simplicity, we assume
that ;4 = 1 here, i.e. B = H. Time averaging yields:

—(dWS):ﬁ {<E-%—?>+<H-%—I;I>} (1.134)

Averaging for magnetic part is straightforward:

8H 1 8 1 8 —iw * W —w * W
<Hw> = S () = 5o (Hoe ™+ Hje') - (Hye ™' + Hye"))
_ 0 2
= = [Hof”. (1.135)

To do averaging for electric part, we represent electric displacement in the form:
D(t) = D)(t) + DW(1), (1.136)

where, loosely speaking, D(7)(t) varies in time as e~* and D(*)(¢) as ™. Then
oD —iw * W N (— -
<EW> = ((Eoe ™ + By - (D) 4D ) =

(1.137)
_ EO ) <€—ith(+)> +E8 . <€ith(—)> .
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In turn, the derivative D) can be calculated as:

N . o [ |
Dj(- ):E / Dj(- )(a+w)e_z(”+o‘)tda:a / gjn(a + w) Egp(a) et @)l do
(1.138)
:/—z'(a+w)5jk(oz—|—cu)E0k(oz)e_i(“+o‘)tdoz. (1.139)

Since the amplitudes FEy(a) with « close to zero dominate, the following Taylor
expansion is applicable:

0
(a+w)ejpla+w) =wejp(w) + 30 (wejp(w)) . (1.140)
As a result,
S~ . —iw 0 aEOk —iw
D (t) = —iweji(w) Eo(t) e oo wenlw) e (L14D)
At the same time,
. e * ' . . iw 0 « OE; "
DY) = [Dg >(t)} = it 54 (w) Ejy (1) €' 4= (wefelw)) S e, (1.142)
Hence, Eq. (1.137) yields:
oD\ 1.137) L s . 0 . OEy;
<E§> S (zwskj(w) Eg;(t) +8_w (wegj(w)) 875] +
By (—iwen(e) Bult) + 5 (eple)) 22 ) = (1143
0 J , .
:% (wejk(w)) ot (EOj EOk) 3

where we have used the fact that in the transparency window ¢;; = ;. Finally,
combining Eqgs. (1.143), (1.135) and (1.134), we obtain that

_ 1 [0 o . 0
—(div §) = — [8_w wemw) 5, (Eg; Eoe) + o, \HO\QI , (1.144)

On the other hand, the energy conservation law reads:

% — —(divS) , (1.145)
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where u is the electromagnetic energy density. Comparing the two equations above,
we obtain that

1 [0 .
U:Z;E%QM%W»EW%VHHﬁ : (1.146)

Equation (1.146), known as the Brillouin formula, gives the energy of electromagnetic
field in the transparency window of the medium with frequency dispersion. This
formula can be readily generalized to the case of dispersive permeability.

1.7 Magneto-optical effects

Electromagnetic properties of a medium can also depend on applied external static
electric and magnetic fields. The dependence on static electric field is termed as
the Kerr effect, and in the case of an isotropic medium the Kerr effect yields
eir = €9 + o E; E,.. Thus, the external static electric field leads to birefringence,
transforming an isotropic medium into the uniaxial one.

Gyrotropic media

Here we will focus on the other possibility: dependence of permittivity on
applied static magnetic field. In the absence of dissipation, the permittivity tensor
1s Hermitian, 1.e. €;;, = €;,. Separating the real and imaginary parts, we get
82]@ - 8;61' )

2

" (1.147)
ik = ki

1.e. the real and imaginary parts of permittivity tensor in a lossless medium are
represented by symmetric and antisymmetric tensors, respectively. An antisymmetric
tensor ;) can be associated with some vector g,, as follows:

8;’k =€kl g1 - (1148)
The constitutive relation then becomes

D; = ey, By, = €y, By + iy By = € By + i e g1 By, =
D=¢E+i[Exg]. (1.149)

Our derivation of the constitutive relation was based on the fact that € is
Hermitian. The inverse tensor 7; = £ ! is obviously also Hermitian. Repeating
the similar reasoning for the inverse tensor, we can get the constitutive relation in
the equivalent form

E=7D+i[D x G]. (1.150)

Vector g is called the gyration vector, and G is called the optical activity vector.
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To clarify the dependence of the gyration vector on the external magnetic field,
we employ the symmetry of the kinetic coefficients which states that

eir(Ho) = eri(—Ho) (1.151)
Using the relations Eq. (1.147), we get

eir(Ho) = £i(—Ho) , (1.152)
ein(Ho) = —ji.(—Ho) . (1.153)

Thus, the real and imaginary parts of the permittivity tensor are even and odd
functions of magnetic field, respectively.

Faraday effect

Now we expand the components of permittivity tensor in series with respect to
H up to the first order and consider a medium which is isotropic in the absence
of external field. In this case, £, = ¢d;; and g = fH, where ¢ and f are some
scalar constants. We also align z axis along the direction of external magnetic field,
which yields permittivity tensor in the form

€ Zf HO 0
e=|—-ifHy ¢ 0 (1.154)
0 0 ¢
From Maxwell’s equations
kxH=—¢D, (1.155)
kxE=qgH (1.156)

we get D — n?E| = 0, where E| is the component of electric field perpendicular
to the wave vector. The most interesting situation is the propagation along the lines
of magnetic field (k||Hg) when

g — TL2 Zf H() Ex
(—ifHo e n2 E, =0 (1.157)
The dispersion equation reads:
e T a1 HO
ny = 5:}:fH()N7’L():F2—nO, (1158)

where ng = /¢. Examining Eq. (1.157), we find that the polarization of the
eigenmodes is described by E, = F:E, so that the polarization vectors are
complex: e = e, + 1e,. This means that the electric field of the eigenmode
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reads:

E. =Re [A (ep £iey) elana: Z—iwt]

1.159
= A [e; cosp £ e, siny] , ( )

where ¢ = wt — gny z is the phase of the wave. Equation (1.159) describes the
vector which rotates counterclockwise/clockwise for +/— sign choice. Thus, we
conclude that the eigenmodes in Faraday effect are circularly polarized. Right and
left circular polarizations are characterized by the different refractive indices n.
and n_, respectively.

To calculate the magnitude of rotation, we assume that the wave entering
magneto-optical medium is polarized along x axis, 1.e.

E(z =0) = Fye,e ™' = Ey/2 (e +e_ ) e ™. (1.160)
At the point with the coordinate z the field is given by
E(z) = Eye ™'/2 [eiqmz e, + edn-* e_} =

— [,/2 cli<n>mivwt |:€iqAnz/2 e, + e ialnz/? e_} _ (1.161)

= Fye=">* 7" [cosfe, +sinfe,] ,

where An =ny —n_, <n >= (ny +n_)/2 and § = —q An z/2. Thus, for the
linearly polarized wave which passed a distance 2z in the medium, the polarization
plane is rotated by the angle 6 proportional to the distance z. Using Egs. (1.158)
for the refractive indices, we get:

0=V Hyl, (1.162)

where V' = ¢ f/(2ny) is called the Verdet constant. The effect of rotation of the
polarization plane in the magneto-optical medium 1s known as the Faraday effect.
Cotton-Mouton effect
Next, we consider another limiting case when the direction of light propagation
is orthogonal to the direction of applied static magnetic field. Again, we search
for plane wave solutions in such a non-magnetic medium (B = H), starting from
Maxwell’s equations

kxE=qH, (1.163)
kxH=—gD. (1.164)

We combine them together and get:
FE-k(k-E)=¢D. (1.165)

Due to div D = 0, the projections of the left- and right-hand sides onto k are zero,
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and, therefore, we get:
FE =¢D, (1.166)

where E; is a component of the electric field orthogonal to the direction of wave
propagation. Note that in the magneto-optical case

E=¢'D+iF [D x Hy . (1.167)

In the chosen geometry, D and H are orthogonal to k. Hence, their vector product
1s parallel to k and, therefore, is not included in the Eq. (1.166). In the other words,
the effect linear in Hy vanishes.

As a result, in this geometry the corrections to the permittivity tensor, which
are second order in Hy, should be taken into account. We consider the equation

<77 —1 / n2) D = 0, direct x axis along the wave vector (so that D has y and z

components only), and z axis along static magnetic field. The principal components
of 7) tensor become 7 for the direction along the magnetic field and n, for the
direction perpendicular to the magnetic field.

Therefore, the eigenmodes of the medium are linearly polarized and have different
refractive indices nH_ 2 and 7711/ 2, Therefore, after passing magneto-optical medium
perpendicularly to the applied magnetic field, the linearly polarized light will
become elliptically polarized (Cotton-Mouton effect), and the whole magnetized
medium acts similarly to the birefringent crystal.

Faraday effect for free electron gas

The physics of the Faraday effect can be understood on a simple example of a
medium considered as free electron gas. Actually, this approximation is valid for
any medium at frequencies much higher than the medium resonance frequencies.
Additionally, we assume that the frequency of the driving field is much higher than
the cyclotron frequency

w. =eHy/(mc) . (1.168)

Electron equation of motion reads
v Ee ! — S [v x Hy| (1.169)
m—=—cEe ™'~ ~[v :
dt c 0l

where e > 0 is an elementary charge. Since w > w,, the last term in Eq. (1.169)
representing Lorentz force is considered as a perturbation (i.e. Hg is considered as
small parameter). By solving Eq. (1.169) iteratively, we get:

2

ve= et C R x Hol e !, (1.170)
mw m2w?ec
If concentration of free electrons is n, then j = —nev. On the other hand, the

current density is related to the polarization as j = —iwP, i.e. P = —ienv/w.
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Finally, we obtain the following expression for the effective permittivity:

drne?] | Arné
%:[1— W"GI-— iR £ (1.171)

m w? m2wic

(H; is tensor dual to vector Hy) which coincides exactly with Eq. (1.149) where
the gyration vector g = fHg and

4 2
flw)=1-—"| (1.172)
mw
4 ned e de
— = — . 1.173
fw) m2wdc  2me dw ( )
The Verdet constant can be estimated as
4 3

Ry O (1.174)

m?c2w?  mc?
1.8 Bi-anisotropic materials and optical activity

Definition of a bi-anisotropic medium

Previously, we supposed that the properties of a medium are fully described by
the permittivity and permeability tensors. However, if such simplified description
i1s adopted, a number of physical phenomena cannot be explained properly. The
simplest example is the rotation of polarization plane for the light propagating in
the water solution of sugar.

We consider the class of materials described by the constitutive relations

D=¢E+aH, (1.175)
B=/E+,H. (1.176)

It can be shown that in the absence of dissipation B = &f. The material described
by the material equations Egs. (1.175)-(1.176) is called bi-anisotropic. If all the
tensors &, ji, & and B reduce to scalars, the medium is called bi-isotropic.

Discuss the origin of magneto-electric coupling on the example of omega-
particle.

Symmetry restrictions

Now we establish the symmetry requirements necessary for nonzero bianisotropy.
We note that the magnetic fields H and B are even under mirror reflection, whereas
the electric fields E and D are odd under mirror reflection.

If the medium unit cell has a center of inversion, its material parametrs should be
invariant under the inversion. Thus, if we apply inversion to Eqgs. (1.175), (1.176),
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we obtain:

-D=—¢E+aH, (1.177)
B=-fE+,H. (1.178)

This means that bianisotropy tensors & and B should necessarily vanish for the
inversion-symmetric medium. Thus, bianisotropy is only possible in the media
without inversion symmetry. Note about chiral sugar molecule.

Rotation of polarization plane

As an illustrative example, we consider light propagation in bi-isotropic medium
with a = x 41 5, B = x — i . Maxwell’s equations for monochromatic field yield:

kxH=—-qcE—-q(x+ix) H, (1.179)
kxE=q(y—i»)E+tquH. (1.180)

We rewrite Egs. (1.179), (1.180) in terms of vectors ey = (e, * 7 e,) assuming that
the wave vector k is directed along 2 axis. We use the property e, X ex = Fie,.
As a result,

eFEL+[x+ixFing He =0, (1.181)
(X —txt+ing Ex +puHe=0. (1.182)

Finally, we obtain that
ne =\ep—x>+x. (1.183)

The sign of the square root in Eq. (1.183) is chosen on the basis of passivity
condition.

The analysis above shows that the eigenmodes are polarized along complex
vectors ey. This means that the electric field of the eigenmode reads:

B~ ol (o iey) e ] (180
= A [e; cosp £ e, siny] ,
where p = wt — gny z is the phase of the wave. Equation (1.184) describes the
vector which rotates counterclockwise/clockwise for +/— sign choice. Thus, we
conclude that the eigenmodes of a bi-isotropic medium are circularly polarized.
Right and left circular polarizations are characterized by the different refractive
indices n, and n_, respectively.
Assume that the wave entering bi-isotropic medium is polarized along z axis,
1.e.
E(z=0)=Eje,e ™' =Ey/2 (e, +e_) e ™. (1.185)
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At the point with the coordinate z, the field is given by
E(z) =Eye ™'/2 [ " e, + " P e_]
=E0/2 6iq<n>z—iwt [eiqAnz/Q e, + 6—iqAnz/2 e} (1186)

=FEye'7<">* 7! cosfe, +sinfe,] ,

where An = ny —n_, <n >= (ny +n_)/2and § = —qAnz/2 = —qxz.
Refer to the calculation of the previous lecture for Faraday rotation. Thus, for the
linearly polarized wave which passed a distance 2z in the medium, the polarization
plane is rotated by the angle 6 proportional to the distance z.

1.9 Spatial dispersion. Link between local and nonlocal description

Useful reading: book by Agranovich and Ginzburg [5].

To describe the properties of linear media, we have previously introduced the
permittivity £ and permeability [ tensors. To describe specific phenomena like
optical activity, we have also introduced the bianisotropy tensors & and f3.

Now the natural question is whether this “bianisotropic” framework is complete
for linear media, or it requires further advancement. It turns out that in order to
describe such phenomena as anisotropy of cubic crystals, or trirefringence, one
needs to extend this framework and introduce spatial dispersion.

The most general link between the polarization of a medium (this medium is
assumed to be linear, stationary and uniform) and electric field reads:

t

Pr) = / i (=t v — 1) E(r)) d*r (1.187)

—0Q

This said, the polarization in a given point depends on the fields in the previous
moments of time (time of frequency dispersion) and in some neighboring regions
of space (spatial dispersion).

Importantly, in spatial dispersion framework we do not distinguish the
polarization current and the magnetization current, and always assume that B = H.
It is possible since the fields H and D are considered as auxiliary.

By Fourier transforming Eq. (1.187), we obtain that

Di(w,k) = sij(w,k) Ej(w,k) , ‘
where ¢;;(w, k) = 6;; + 47 x;;(w, k). Thus, the properties of the medium in spatial
dispersion framework are described by the tensor £(w, k). Since this is the most
general framework, there should be a link between this framework and the approach
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~

based on local material parameters &(w), ji(w), &(w), G(w), which are included in
the material equations (1.175), (1.176).

We consider the fields D and H included in the local material equations (1.175),
(1.176) as auxiliary and therefore we can redefine them, keeping the redefined
fields consistent with Maxwell’s equations. In physical terms, this corresponds to
the inclusion of magnetization currents into polarization currents. The redefined
magnetic field reads

H=H-a, (1.189)

where a is some vector field, which will be chosen later. Since in the plane wave
case k x H = —¢D and also k x H = —¢D’, electric displacement should be
redefined as follows:

D'=D+kxa/q. (1.190)

Now we choose the vector field a from the requirement that H = B or, in other
words,

H=B=FE+iH=8E+3(H +a), (1.191)
which yields
a— [ﬂ—l—i} H — i 'GE. (1.192)
This choice leads to
H =B=k"E/q, (1.193)
H=H +a=4"'k*E/¢— i 'SE. (1.194)

Now we can evaluate the redefined electric displacement
k>< X
D=D+—a=¢éE+aH+—a. (1.195)
q q
Finally, we get the following material equations:
D' =é¢(w,k)E, (1.196)
B=H', (1.197)

where the spatially dispersive permittivity tensor is given by the expression:

11 R )
2(w, k) = [é—éﬁ_lﬁ} b= {@[flkx _ K~ [flﬁ} + 5 K [ﬂ‘l—]} K |
q

q
(1.198)
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Matrix k™ is given by the formula

) 0 —k. Kk
=k 0 -k (1.199)
—k, ks O

Equation (1.198) demonstrates that the corrections to the nonlocal permittivity
tensor linear with respect to k are related to the bianisotropy of the structure,
whereas some of the corrections proportional to k2 can be related to the magnetic
response. In other words, bianisotropy is a first-order spatial dispersion effect,
whereas magnetism can be viewed as a second-order spatial dispersion effect. It
is evident, however, that not every nonlocal permittivity tensor £(w,k) can be
presented in the form Eq. (1.198).
Note that the nonlocal permittivity tensor for bi-isotropic medium with 11 = 1 is
given by
E(w, k) =& — 3% + 2isx/qk* . (1.200)

There is a similarity of this expression with magneto-optical medium with the
permittivity
E(w,Hp) = —1ifHj . (1.201)

1.10 Optical effects due to spatial dispersion: “additional” waves and
additional boundary conditions

After the discussion of the link between local (¢, i, &, B) and nonlocal [e(w, k)]
description, it is instructive to analyze the new optical effects stemming from spatial
dispersion.

Longitudinal waves

As a simplest example, we consider some isotropic medium possessing inversion
symmetry. The effective permittivity tensor of such a medium ¢;; can only contain
the Kronecker symbol ¢;; and the tensor product k; k;. Generally, the permittivity
tensor has the form

cia(w, k) =& [00 — ki ki /K?] + &1 ki ky /R (1.202)

where ¢; and ¢; are some scalar functions of frequency and the absolute value of
wave vector that are called the transverse and longitudinal permittivity, respectively.
The dispersion equation reads

0= qQé—k2f+k®k‘ - ‘(qut—k2) [f-k@k/zﬂ +q25lk®k//€2’ |
(1.203)
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This equation decouples into two independent dispersion equations:
(1)
k2 = q*er(w, k), (1.204)
which describes the waves with electric field orthogonal to k. These transverse
waves are the direct analogues of those existing in local medium.

(ii)

ef(w, k) =0, (1.205)
which describes the waves with electric field aligned parallel to k. Such waves are
called longitudinal, and they are characteristic to media with spatial dispersion.

“Additional” waves

Useful reading: paper by Orlov et al. on multilayered structures [6], paper by
Gorlach and Belov on uniaxial structures [7].

An interesting phenomenon possible in spatially dispersive medium is the so-
called trirefringence, when the light beam incident at the boundary of the structure
generates three transmitted beams (not two, as in the case of anisotropic dielectric).
The phenomenon of trirefringence may happen in many cases, here we will focus
on two special situations.

Discuss the first situation of € ~ 0. Skip the second case ¢ — o0. Stress that
we analyze TM waves. TE case is trivial. The first situation corresponds to the
uniaxial medium with the anisotropy axis perpendicular to the boundary as shown
in Fig. 1.4(a), when the only essential component of permittivity tensor is along
anisotropy axis (2).

Permittivity is approximated as

e.(w, k) e + a k2 + a k> (1.206)

To simplify the analysis even further, we assume that & is negligible in comparison

X z
G > Y >
z X

Figure 1.4: Geometry of the problem. (a) Trirefringence in € near zero regime. (b) Trirefringence in
£ — 00 regime.
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with «. The dispersion equation for TM waves yields

k2
L4 =¢= (- e (wk) =k =

82’2

ak; —k (aq® —cwoe) + (k2 — ¢*€10c) = 0. (1.207)

Thus, k., (the component of wave vector normal to the boundary) satisfies the
biquadratic equation, which generally has four solutions. Selecting the waves
propagating into the structure, we get two solutions. Both solutions describe TM-
polarized waves, whereas TE-polarized waves do not interact with the structure.
Thus, the incident beam generates one TE transmitted wave and two TM
waves. Depending on parameters, TM-waves can be both propagating, both
evanescent or one of them is propagating and another one is evanescent. Point out
that evanescent waves have elliptic polarization, whereas propagating solutions are
linearly polarized.

To get further insights into the nature of trirefringence, we analyze the
polarization state of TM solutions for the specific case of k, = 0 (normal incidence).
One of the solutions has k?, = ¢, which corresponds to the transverse wave
polarized along z axis, which does not interact with the structure. The second
solution has k2, = —cjoc/q, i.e. ..(w,k) = 0. This describes the longitudinal
wave with electric field parallel to the wave vector. Note that such modes can not
be excited by the wave from vacuum at normal incidence. Quite importantly, this
“additional” solution will be manifested if .. is sufficiently small which would
ensure that £,; and k.o have comparable magnitude.

In a similar way, Eq. (1.207) can be analyzed for oblique incidence. In this
case, the transverse and longitudinal modes are hybridized, and the eigenmodes are
neither purely transverse, nor purely longitudinal. Both of them can be excited by
the incident wave.

The second scenario of trirefringence may take place when the anisotropy axis
is parallel to the interface, but the effective permittivity is very large (i.e. the
frequency of excitation is close to some resonance of the medium). In this case, we

consider the expansion of inverse permittivity i = 1

Moo (W, K) = Toc + B2+ B2 (1.208)

For simplicity we assume that |3| < |8]. The dispersion equation for TM waves
then yields

2. + k= = Bk 4 e k2 + (K2 —¢%) = 0. (1.209)

Thus, we again obtain two solutions propagating into the structure and having
TM-like polarization. In this case, the spatial dispersion effects will be strongly
manifested for sufficiently small |n,.| which corresponds to very high permittivity.

To summarize, the phenomenon of trirefringence is expected either in the
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vicinity of zeros or in the vicinity of poles of the effective permittivity. The
specific range of parameters favouring the trirefringence is determined for the
specific model of the structure.

Additional boundary conditions

Trying to calculate reflection or transmission coefficients from the boundary
of spatially dispersive medium, we need to determine the amplitudes of the two
transmitted waves and one reflected wave (overall, three parameters). However,
for a fixed polarization (TM, in our case), we have only two boundary conditions
which require the continuity of electric and magnetic field tangential components.
Thus, it is evident that an additional boundary condition is required.

These additional boundary conditions can be derived from the microscopic
theory (e.g., the discrete dipole model which we will discuss in the second part
of the course) or, sometimes, from some macroscopic considerations.

For instance, for the wire medium with the wires perpendicular to the boundary,
the additional boundary condition requires the continuity of ), ), at the interface [8].
Here, ¢, 1s the permittivity of the host medium, and F,, is the component of the
average electric field normal to the boundary.

In another example of the 3D array of scatterers, an additional boundary conditions
requires that

Qnn =0 (1.210)

where tensor Q includes both quadrupole moment density and magnetic moment
of the unit cell [9].

1.11 Spatial-dispersion-induced birefringence

Useful reading: Landau and Lifshitz [1], par. 105. Agranovich and Ginzburg [5],
par. 8. Paper by Chebykin et al. [10].

Symmetry analysis

We consider a crystal possessing cubic symmetry (i.e. characterized by the
symmetry groups 1, Tj,, T, O, Op,) and aim to find the restrictions on the structure
of permittivity and permeability tensors £(w) and fi(w) dictated by symmetry.

First, we notice that the crystal has mirror symmetry with respect to Oxy, Oxz
and Oyz planes. As a consequence, permittivity should be invariant under mirror
reflections including, in particular, the transformation 7" = diag (1,1, —1). On the
other hand, by doing this transformation, we see that ¢/, = —e,.. This said, the
off-diagonal components of the permittivity tensor vanish: €., = 0.

Second, the crystal is invariant under rotation by 90° with respect to axes
x, y and z. Consider, for instance, rotation with respect to z axis. Matrix of
transformation is given by

0
0 (1.211)
1
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After this transformation, we find that €/, = ¢, 1.€. £, = €.

The permeability tensor, obviously, shares the same properties. To conclude, if
a crystal has cubic symmetry and is characterized by £(w) and ji(w) then these
tensors are necessarily isotropic.

However, the experiment shows that some of natural cubic crystals do exhibit
an anisotropy, which is the topic of this paragraph.

General treatment of the problem

To provide simple explanation of anisotropy emerging in cubic crystals, we
consider the expansion of inverse permittivity tensor () = £~ 1) of a cubic crystal
with respect to wave vector:

nik(w, k) = no(w) 0ir + Bikim ki km, - (1.212)

Terms of this expansion linear in k£ vanish due to the inversion symmetry of the
crystal. Coefficients 3, are symmetric with respect to the indices ¢, k£ (due to
symmetry of permittivity tensor) and also with respect to the indices [ and m.
Thus, without any crystal symmetries the A™ rank tensor B, has 36 independent
components.

Highlight that generally second-order spatial dispersion effects scale as (a/\)>.
From Maxwell’s equations we get the equation for the electric displacement vector

[i/n2 _ (i —n® n> ﬁ] D=0, (1.213)

where n 1s the refraction index for the direction of wave vector given by the unit
vector n. The operator I-n®n=— (n* )2 simply substracts the part of the vector
which is orthogonal to the direction of n. Electric displacement vector D is always
orthogonal to the direction of n.

The origin of anisotropy

We align z axis parallel to wave vector (i.e. along n). In this case, the dispersion
equation reads:

1
0=det [6,,/n:—n,| =" "M "2 . 1.214
[M/ 77”} ( 21 #—7722 ( )

where the Greek indices u, v are equal to 1 or 2. Quite obviously, this equation
is quadratic with respect to 1/ n?, and, therefore, it will have two solutions. In the
general case this means birefringence.

Optical axes of cubic crystals

However, so far we have not used the symmetry of the crystal. By using the
group theory, it can be shown that in the structures with cubic symmetry 7' or 7},
the (5, tensor has only 4 independent components. In the crystals with 7;, O and
O;, symmetry group, the number of independent components is limited to 3.

Consider the crystal with O symmetry group. Calculate the number of independent
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components of 3;;;,, tensor.
Furthermore, with the help of group theory it can be shown that these independent
components are

51 = Bxxxx = ﬁyyyy = Bzzzz ) (1-215)
63 = Bwyxy = Byzyz = ﬁz:rzx ) (1217)

where the coordinate axes are aligned parallel to the crystallographic axes. The
rest of the coefficients that cannot be obtained from Egs. (1.215)-(1.217) by the
permutation of the first or second pair of indices are zero.

We analyze now the dispersion equation (1.214) for some specific directions of
propagation. Assume that n is aligned along the z axis. Then 111 = 7, = 1n9+32 k2,
N2 = MNyy = Mo + B ]{?2, 1L.e. M1 = 722. N2 = Ney = 0. Thus, for this direction
of propagation the dispersion equation yields doubly degenerate solution, i.e. the
directions of propagation along the edges of cubic unit cell are the optical axes of
the crystal.

Now assume that n is aligned along the crystallographic direction [1,1,1].
Two directions orthogonal to the wave vector are specified by the unit vectors
s1 = [-1,-1,2]/v6 and sz = [1,—1,0]/v/2. 0., = s,fs,. It can be shown that
this direction is also an optical axis.

Verify that the direction [1, 1, 1] is an optical axis of the cubic crystal.

Answer.

New = Nyy = N2z = Mo + k*/3 (B 42 Bs) ,
Ny = M. = Off-diagonal components = 2 35 I /3,
M1 = T2 = 1o + (31 + 2 32 — 2))3) ]w_)/g ;
e = 0.

Thus, the quadratic equation (1.214) yields a doubly degenerate solution.

Cubic crystal has seven optical axes: three of them correspond to the edges
of the cubic unit cell, and four more axes correspond to the diagonals of the
cube.

Quantifying spatial-dispersion-induced birefringence

Now consider the direction of wave vector given by n = [1,1,0]/+/2, which
corresponds to the diagonal of the cube. Straightforward calculation yields

New = My = Mo + (B + B2) k°/2, (1.218)
e =10+ Bk (1.219)
ey = B3 k2, (1.220)
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Two directions orthogonal to n are chosen as s; = [0,0, 1] and so = [1, —1,0]/v/2.
Then

M1 = 1. =10+ B k*, (1.222)
M2 = (New + My — 27ay) /2 =10+ (b1 + B2 — 2 05) k°/2, (1.223)
e =0. (1.224)

Thus, the difference of the refractive indices can be estimated as

5

2
n
An = nyi—non ~ U (81— = 2%) . (1.225)

It is this quantity that characterizes the magnitude of spatial-dispersion-induced
birefringence.

1.12 Nonlinear susceptibilities

Additional reading: book on nonlinear optics by Boyd [11].

In the previous discussion we assumed that the medium polarization is linear
with respect to the applied field. However, linear approximation of this kind breaks
down once the fields in the medium become strong enough. Physical effects stemming
from the medium nonlinear response are studied by nonlinear optics.

Some of the natural nonlinear media respond to electric field nonlinearly, and
SO

P;(w) :Xg;)(w) Eij(w) + Z Xg,l(w;wl,wz) Ej(wr) Ex(wa)+

w1 +wo=w

- Z XE?I)CZ(W; Wi, W2,w3) Ej(wl) Ek(w2) El(wg) +....

w1 twotwz=w

(1.226)

The coefficients x(¥, y), etc. comprising this expansion are called nonlinear
susceptibilities. Their values can be calculated analogously to the linear susceptibilities
once the microstructure of the medium is specified. Mention anharmonic oscillator
model here.

Symmetries of nonlinear susceptibilities

. The effective suscept.ibilities Xg,l (w, Wi, Wo) (XS’%Z (w; w1, ws,ws)) are symmetric
with respect to permutation of the indices j, k (j, k, [) once the frequencies wq, wo
(w1, we, wy) are permuted accordingly:

XZ('?']Z;(W§W1,W2) = XEI@'(W;W%Wl) : (1.227)

Furthermore, the nonlinear susceptibility y(?) vanishes in the media with inversion
symmetry. Indeed, the tensor £; F, is even under inversion, whereas P; is odd. This
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implies that x(?) should be odd under inversion. On the other hand, the inversion
symmetry of the system means that the inversion does not change x®. Thus,
x? = 0 for inversion-symmetric media.

Additionally, it can be shown that in the absence of losses, the nonlinear
susceptibilities defined by Eq. (1.226) are purely real (see the derivation of anharmonic
oscillator nonlinear susceptibility). In this case, an additional symmetry called fu!/l
permutation symmetry holds. For instance,

Xih(ws @, ws) = Xipr(wi; —ws, w) | (1.228)
— sign in frequency arguments is included in order to ensure that the first argument
1s equal to the sum of the rest of frequencies.

If the frequencies of interest are much lower that the frequencies of the medium
resonances wy;, the dependence of the nonlinear susceptibilities on frequency can be
omitted. As a result, nonlinear susceptibility happens to be symmetric with respect
to all its indices (Kleinman symmetry).

Crystalline symmetries further reduce the number of the independent components
of nonlinear susceptibility. For instance, in the most simple isotropic case x?) = 0,
whereas x(® has three independent components (see Table 1.5.4 of Boyd [11]):

X = x, =X, = XL, =, = xP.. (1.229)
X = X8 =x8, = x®, =x¥, =18, (1.230)
X, =x8 =X, =X, =X = x{, (1.231)
X e = x, = X8, = X8, + X, +x8, (1.232)

Omit this formulas until the topic of nonlinear self-action.
Wave equation for nolinear optical media

1 oH
tE = — — 1.233
10D
tH=-—. 1.234
o c Ot ( )
These equations yield that
: 1 0°D
rotrot E=V (divE) — AE = 2 g (1.235)

In many cases the term V (div E) is zero or negligibly small. After omitting this
term and substituting
D =Y E + 47 PN (1.236)
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we get:

2 Ot? 2 Ot?
This said, the nonlinear polarization of the medium plays the role of the source
term in the wave equation.
If the medium is dispersive, each frequency component of the field should be

considered separately, and we get:

(1.237)

eW(w) w? F(w) = Am w?

AE(w) + P (W) . (1.238)

c? c?

1.13 Sum frequency generation

Equations for sum frequency generation

As a first example of nonlinear optical process we consider the medium
characterized by the second-order nonlinearity. For the fixed geometry (i.e. fixed
polarization and fixed propagation direction), it is possible to introduce some
effective nonlinearity such that

P(w) = 4dog E(w1) E(ws) , (1.239)

where projections on suitable coordinate axes are considered. We assume that the
medium is pumped by the plane waves with the frequencies wq, wo, amplitudes A;,
Ay and with the wave vectors ki, ko directed along z axis, such that E(w) = A(z) e™*.
We also apply the slowly varying amplitude approximation, neglecting second-
order derivatives d?A, /dz?. With these assumptions we analyze sum harmonic
generation and get the system of equations

odAy e (wy) wi iky 2 drwi ni
[2“51%—]@11414-7141 e' :_TP (wy) =
1 2 :
_ 67T2CU1 deff A3 A; el(k‘g—kQ)Z,
(1.240)
dAy e (wy) w3 ik 2 dmwi ni
IQZkQE—kQAQ—{—TAQ e = — CQ P (C&Jg):
2
_ 167T2w2 deﬁ’ A3 AT ei(kg—k‘l)z ’

(1.241)
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dAs W (w3) w? : A7 w?
2 k3 P kg A3 %Ag ezkgz — _73 PNL(w3) _
2
_ _167rw3 deff Al AQ ei(k1+k2)z

(1.242)

Note that in all three equations the second and the third terms from the left-hand
side mutually cancel. Thus, we get the system of differential equations for the
amplitudes of interacting waves:

dA;  8miw? AR

- do Ag AL 18k 1243
dz kq c? ff <73 ( )
dAy  8miw; N

_ dog A At ¢8> 1244
dz ko 2 ff 23 4 € ( )
dAs 8 2 .

3 SMULE ) o Ay AyeidE (1.245)
dz ks c?

where Ak = ki + ko — k3. Same coupling coefficient due to full permutation
symmetry. Neglect other nonlinear processes.

Phase-matching conditions

Now we analyze the efficiency of sum frequency generation for the fixed
nonlinearity strength d.g. For simplicity we employ so-called undepleted pump
approximation assuming that A; = Ay = const.

L
8 i w3 : 87 w3 pIARL _ |
A3(L) k’—623 det A1 Ap / ey = T2 deff A1 A N —
’ d 3 (1.246)
_87T w§ deff

o Ay Ay Le™™ 2 gine (Ak L)2) |

where sincx = sinx/x. Thus, the intensity of the sum harmonic signal will be
proportional to sinc” (Ak L/2). The plot of this function is presented in Fig. 1.5.
Thus, in order to achieve the maximum harmonic generation efficiency, one
needs to ensure that k3 = ki 4 ko which is known as phase-matching condition. We
explore the possibility to realize phase matching on the example of second harmonic
generation. In this case, 2k; = k3 or 2n(w)w/c = n(2w) 2w/c, i.e. n(2w) = n(w).
In the transparency windows of the medium, the normal dispersion takes place:
n(2w) > n(w). The way to circumvent this difficulty is based on on birefringent
crystals for which it is possible to ensure that n,(2w) = n.(w) or n.(2w) = n,(w).
Normally, this happens only for some specific propagation directions in the crystal.
The Manley-Rowe relations
For further understanding of the three-wave mixing process, we consider energy
relations for the three propagating waves (w1, ws, w3). The time-averaged energy
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Figure 1.5: Plot of sinc*z function.

flow is given by

c c cn cn Ak
I=—(EH)=—RelE H) = —|Ey]* = —|A]>? = —— |AJ]? 1.247

where we take into account that the amplitude of the wave is given by £y = 2|A|.
Therefore,

— AT+ A
dz + dz

Making use of Egs. (1.243)-(1.245), we calculate the z derivatives of intensities:

(1.248)

dI Ak [dA dA*]

dz 21w

dI " _

= Adepwy [iA AL AT B A A A (1.249)
z

dI o .

d—2 = Adogwy [1Ag AT AL 7 DF2 G ASA Ay BF4] (1.250)
Z

dI . Al

— = Adugwy [1A1AgAG T — A AL Ay e (1.251)
zZ

First, we notice that since w3 = wy + ws

d
— i+ L+ =0, (1.252)

which simply means the energy conservation in the system (note that we have
assumed zero dissipation above).

Second,
d Il d ]2 d ]3
— === (Z=)=——1(2=]. 1.253
dz <w1> dz <w2> dz <w3> ( :

Egs. (1.253) are known as Manley-Rowe relations. Since the energy of a photon
with frequency w is equal to i w, Manley-Rowe relations simply indicate that the
emission of each photon with frequency w3 is accompanied by the absorption of w;
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and ws photons, as illustrated in Fig. 1.6.

D, A

Figure 1.6: Illustration of the three-wave mixing process and the Manley-Rowe relations.

1.14 Nonlinear self-action effects

In this paragraph, we examine the nonlinear optical effects which arise at the
frequency of impinging wave. To analyze such effects one has to consider cubic
nonlinearity (w = w + w — w).

Expression for nonlinear polarization of isotropic medium

Can skip the details and just provide the final expression for the nonlinear
polarization of isotropic medium with .

We consider an isotropic nonlinear medium. In this case, according to Eq. (1.229)-
(1.232), the only nonzero components of nonlinear susceptibility tensor read (no
summation over the repeated indices here):

X (w0, —w) = XD (wiw,w, —w) = a(w)/(8T), (i#k)  (1.254)

A (wiw, w, —w) = Bw)/(4n), (i £ k) (1.255)
) (W w,w, —w) = (a+ ) /(47) , (1.256)

and additionally at low frequencies «(0) = 24(0) due to Kleimann symmetry. The
nonlinear polarization reads

PPy =Y NG B B B =

7,k,1
X BB 4> XL E B By + Y X Er B B+ Y X Be By E
ki ki ki

(1.257)
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where all field components are taken at frequency w and frequency arguments
of nonlinear susceptibilities are given in the order (w;w,w, —w). Therefore, the
nonlinear contribution to the displacement

D¥(w) = 4r PP(w) = (a + B) B2 Ef + o E; (|E|* — |E|?) + 8 Ef (E*— E?) .
(1.258)
Finally in vector form

D®(w) = a(w) |E|*E + (w) E*E* . (1.259)

Plane-wave solution and self-action

We seek the solution of wave equation in the form of plane wave: E = E e’k =i
with E( orthogonal to the direction of wave vector. In the case of linearly and
circularly polarized waves, the electric displacement will be parallel to E:

2 c? 9
D = 8+FH‘EO| E, (1.260)

where 1 = w? (o + 3) /(2 ¢?) for the linearly polarized wave and n = w? a/(2 ?)
for the circularly polarized wave. Note that such solution satisfies the condition
div E = 0 due to divD = 0. The wave equation yields:

2
0:AE+%D: [—K?+ ¢%c + 2 |Ey|*] E (1.261)

and, thus, the dispersion equation reads
k? = ¢*c + 2n|Eo|?. (1.262)

In other words, the wave experiences the intensity-dependent refractive index

1| Eol?

n~+\/e+ ;
> e

(1.263)

the effect known as the optical Kerr effect.

However, if the wave has finite extent (i.e. differs from the plane wave), an
instability occurs. Here we discuss the origin of this instability only qualitatively.
The wave propagating in the medium modifies the refractive index according to
Eq. (1.263). This self-induced lens causes the wave to deflect from the lower-index
region towards the higher-index region. Therefore, in the case of n > 0 the finite
beam tends to focus; the nonlinearity is called focusing. On the contrary, if n < 0,
the finite-size beam tends to defocus and the nonlinearity is called defocusing.
This reasoning is illustrated in Fig. 1.7. On the other hand, any beam with a finite
radius tends to broaden due to the diffraction (see theory of this effect in the
textbook [12]).
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Figure 1.7: Illustration of (a) self-focusing; (b) self-defocusing processes happening for n > 0 and
n < 0, respectively.

Solitons in the nonlinear medium

Thus, the propagation of the beams in the nonlinear medium is determined
by the combination of the two factors: (1) self-focusing or self-defocusing due to
nonlinearity; (i1) broadening of the beam due to diffraction. It occurs that the effects
of self-focusing and diffraction can be exactly balanced leading to the emergence
of optical soliton.

We seek the solution of the wave equation in the form

E = F(y) ¢ hotxa-ivt g (1.264)

where ky = ¢+/z, » is the parameter of the soliton providing the intensity-
dependent correction to the propagation constant, and F'(y) is an unknown real
function. For this ansatz div E = 0, and the wave equation yields

AE, + [¢*e+2n|El] E.=0. (1.265)
This gives the differential equation with respect to the unknown function F'(y):

1d*F
————+hyxF—nF=0. 1.266
2 i + Ko > n ( )
Note that this equation is known as the nonlinear Schrédinger equation (also known
as the Gross-Pitaevskii equation and the Ginzburg-Landau equation), and it appears
in the variety of contexts including nonlinear optics, and interacting many-body
quantum systems. In the latter case the canonical form reads:

h? d*y
“om az TV W —d vt glfe=0. (1.267)

Integration with respect to F' gives:

1 Iy
— ) koo UT = C. (1.268)
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Since we look for the solution with /' — 0 and F’ — 0 for y — oo, we set C; = 0.

Then
dF

dy
(— sign choice to ensure the decrease of F'). Next we do the substitution F' = 1/
and get

= —\/2kg 2 F2 —n F*, (1.269)

d
d_fy? — 2k 79 — 1 (1270)

1 2](30 ~
= ———arch Cy . 1.271
Y oI arc (@ / ; @D) + () ( )

By omitting the inessential constant (related to the shift of axis origin) we finally
get the expression for the field profile:

2]€0 X 1
F(y) = : 1.272
W=\="a& (V2h ) (1.272)

Equation (1.272) describes the soliton which is the solution of nonlinear Schrodinger
equation and which appears due to the balance of diffraction mechanism and
focusing nonlinearity. The soliton profile is depicted in Fig. 1.8.

which yields

1.15 Stimulated Raman scattering

Nonlinear processes described in the previous paragraphs are called parametric
since they are energy-conserving (for instance, two pump photons are transformed
into a single second-harmonic photon). We consider now the non-parametric processes
accompanied by the change of the nonlinear medium state.

One of important processes of this kind is the Raman scattering in which the

Lo
0.8;
o.ef—
o.4f—

0.2}

0.0b————
~10

Figure 1.8: Field profile of the soliton in the nonlinear medium with x(® nonlinearity.
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Figure 1.9: (a) A scheme of the Raman scattering process. (b,c) Raman Stokes and anti-Stokes
scattering.

incident light at frequency w is scattered either into the mode with frequency
ws = w — w, (the Stokes component) or to the component with the frequency
We = w + w, (the anti-Stokes component) as illustrated in Fig. 1.9. Typically,
Wy K W.

Microscopically, the Raman scattering originates from the coupling of the molecule
vibrational mode (with frequency w,) to the light mode. In quantum-mechanical
picture, the origin of the Stokes and anti-Stokes components in Raman signal is
illustrated by Fig. 1.9. From these pictures it is clear that the intensity of the anti-
Stokes component is usually much smaller than that of Stokes component.

Raman effect was discovered independently by the Soviet scientists Mandelstam
and Landsberg in Moscow State University and by the Indian scientist Raman in
Kolkata, both groups made their discoveries in February 1928. However, the Nobel
Prize in Physics for the newly discovered type of scattering was awarded in 1930
to Raman only. Since then, the process has been called “Raman scattering”, while
in Russian literature the term “combination scattering” is used instead.

Two types of the Raman scattering are distinguished: spontaneous and stimulated.
The latter occurs when the medium is pumped by intense laser light which causes
highly efficient Raman scattering. On the contrary, the spontaneous process has
extremely low efficiency.

The importance of the Raman spectroscopy for applications comes from the fact
that the transitions between | n ) and | g ) are forbidden in dipole approximation.
However, the Raman spectroscopy provides a tool to probe them. Raman signal
provides the information about the molecule vibrational modes, which are considered
as fingerprints of a molecule in spectroscopy. The so-called surface-enhanced Raman
scattering (SERS) is one of important experimental techniques.

Classical analysis of the Raman scattering

The key assumption of this approach is the dependence of the molecule polarizability
on the vibrational coordinate g:

alq) = ag+ =—q(t) . (1.273)
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Hence, the polarization of the medium induced by the incident wave is given by

P=nalg(t))Ee ™" =n (ag—kg—j (t)) [Ae™™ 4+ A% e | (1.274)

where n i1s a number of molecules per unit volume. The molecule vibration occurs
with the vibrational frequency w,, i.€. q(t) = qoe ™ + ¢} ™. This gives for the
polarization

0 |
P(t) =nagAe ™! +nag A" e’ 4n [Agoemi st 4 Ayt
q
+A* qf)k el (wtwy) t + A a0 ei(w_wv)t} ,

(1.275)

which, indeed, explains the origin of Stokes w, = w—w, and anti-Stokes w, = w+w,
components of Raman signal.

Relation to nonlinear susceptibilities

On the other hand, a similar form of nonlinear polarization can be written in
terms of nonlinear susceptibilities:

Pwr) = 6 xP(wi;wi,w, —w) Ay |A]> = 6 xp(wi) Ar AP, (1.276)

where A and A; are the amplitudes of the incident wave and scattered light with
shifted frequency, respectively. To make a comparison of Egs. (1.275) and (1.276)
and find the Raman susceptibility, we need to calculate the amplitude of molecule
vibrations ¢.

The energy of a molecule in the external field is given by

W = —% a (E%) (1.277)

so that the derivative —0 W /0 F yields the molecule dipole moment. The force
acting on the molecule reads:

oW 10«

_ 2 -7 2
F==5, =29, () (1.278)

The field in the medium is presented as
E=Ae ™ 4 A* el 4 Aje @t 4 At elent (1.279)

and thus the amplitude of the force at frequency w—wy is given by F'(w—w1) = 80‘ L AAL
Further, we consider the molecule as a classical oscillator and get the equatlon

G+2v4+w?qg=F(w—w,)e @ )t/myce., (1.280)
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which has a steady state solution ¢(t) = gy e @1 4+ ¢c.c. with the amplitude ¢,
given by
1 Oo AAY
do =

T m g —(w—w)? =27 (w—wi) + w2

(1.281)

The polarization at frequency w; thus reads

2

0 0 _
Plon) =ng gy A= o AJAR [~ —w)? + 27 (w0 —w) ]
(1.282)
and the Raman susceptibility is given by
(w)—i 8—a2[—(w—w)2—|—2i (w—w)—l—wﬂfl (1.283)
XR\W1) = 6m | Oq 1 Y 1 v : :

Quite naturally, the Raman susceptibility reaches its maximum at resonance when
w — w1 = wy,. The width of the Raman peak is determined by the magnitude of loss

.
1.16 Electromagnetic field of a particle moving in the continuous medium

Useful reading: book by Landau and Lifshits [1], paragraph 114

In this paragraph, we aim to calculate the electromagnetic fields created by a
charged particle moving through the medium. First, we discuss the applicability
range of the macroscopic treatment of the medium. If v is a particle velocity, a
1s the typical distance from the charged particle to the atom, then the spectrum of
radiation has a maximum at frequencies around v/a. In order to cause ionization of
the atoms, the frequency of radiation should be larger than the frequency of atomic
transitions wy. The classical treatment will be adequate, provided the discrete energy
spectrum of the atoms can be ignored, i.e. the frequency v/a > wy. Otherwise (i.e.
in the case of slow particles), one has to treat excitation of the medium quantum-
mechanically.

We consider Maxwell’s equations in non-magnetic medium:

16D 4
ot = 19D AT o (1.284)
c Ot c
divD = 47 pog | (1.285)
1 6H
tB=—-2= 1.286
divH = 0 (1.287)

We assume that the particle moves through this medium with a constant speed v so
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the external charge and current densities are defined as

Jet = Qv (r —vit) | (1.288)
Pext = Q0 (r — Vi) | (1.289)

where () is the particle charge. We introduce the vector and scalar potentials A and

¢ as

H=rotA, (1.290)

1 0A
E=-—-2— 1.291
T Vo (1.291)

with an additional gauge condition

: 10(¢9)
div A + - o

=0. (1.292)

Note that we use a special type of gauge here: it is neither the Lorenz gauge nor
the Coulomb one. The nonlocal operator € used here incorporates the effect of
frequency dispersion as follows:

¢ = / / £(w) gr(w) eik'r—iwt% (1.293)

and commutes with the derivatives with respect to time or coordinates. With the
definitions Egs. (1.290)-(1.291) the Egs. (1.286)-(1.287) are satisfied identically.
The remaining two equations yield:

£ 02A A1
AA -8 T —vi) . |
2 ; Qv (r—vt) (1.294)
X e? 9%¢

Next, we decompose the potentials into Fourier integrals in space (i.e. perform the
plane wave expansion):

A = / Akeik.r (2dk)3 )
dl (1.296)

_ ik-r
¢—/¢k€ e

The Fourier transform of the d-functon reads:

/5(r —vt)e KT dr = e VEE (1.297)
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Thus, we get ordinary differential equations for the Fourier transformed fields:
Ay + C%Ak - %Qve_iv'kt, (1.298)
k2 & oy + % bp = Am Q e VK (1.299)
Equations (1.298)-(1.299) suggest that the Fourier components of potentials oscillate
with the frequency w = v - k. Stress here that the Fourier components of the fields

are monochromatic. Therefore, the action of the operator ¢ is equivalent to the
multiplication by £(w), and the solutions of Egs. (1.298)-(1.299) read:

A et Qv
A, = 1.300
g c  k2—c(w)w?/c?’ ( )
4 —iwt
by = —= ¢ (1.301)

e(w) k2 —e(w)w?/c?’

where the frequency w = v - k. Furthermore, the Fourier components of the electric
and magnetic fields created by the particle read

Ek:iw/cAk—ikqf)k,Hk:i[kXAk] . (1302)

Thus, magnetic field created by the moving particle is perpendicular to the plane
determined by the vectors k and v, while electric field lies in this plane.
The force acting on the particle is calculated as

P [ (p Bt~ fjoa X H}) v =Q (E(vt) b v H<vt>]>

(1.303)
1 : dk
_ E - H ik-vt '
Q f (e g vxmma) e
Here, the expression
1 driQke Wt 1 v?
CE ol kxH = 2 1304
Ji i c [l > H k? — e(w) w?/c? L(w) c2] ( )

Eventually, this yields the expression for the force acting on the particle:

B o et w) =2/ dk
F = —47iQ / T e (1.305)

where w = v - k. To simplify the calculations further, we align z axis along the
velocity v and so k, = w/v. We denote p* = k2 + k, and dk, dk, — 27 pdp. The
length of wave vector thus reads k* = p? + w?/v?. The force acting on the particle
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1s rewritten in a scalar form

ZQQ X0 Gmax [1% . E((j(;)):| wpdp d(,d
Fe_l / (1.306)
T e (e [E )

Generally, there are two physical reasons why the particle slows down. First,
the charged particle excites the atoms of the medium, which transit from the
ground state to the excited state and possibly become ionized. Therefore, such
mechanism of loss is called ionization losses. Macroscopically, this mechanism is
associated with the imaginary part of the medium permittivity. Quite importantly,
this mechanism is active for arbitrary slow particles. Here we skip the detailed
discussion of ionization losses and move to the discussion of the second source of
losses which is Cherenkov radiation.

Note that an alternative way to calculate the radiation from the moving particle
i1s the evaluation of the Poynting vector in the far-field zone, followed by the
integration over the surface with infinite radius.

1.17 Cherenkov radiation

The Cherenkov radiation (also known as the Vavilov-Cherenkov radiation) is a type
of electromagnetic radiation emitted by the charged particle passing through the
medium, provided that the speed of the particle is larger than the phase velocity of
light in this medium. There are two important features associated with Cherenkov
radiation: (a) it occurs even in the transparent dielectric medium; (b) the intensity
of radiation does not depend on the particle mass, which is in contrast with the
phenomenon of bremsstrahlung (emission of radiation by the decelerating particle).

Historically, the Cherenkov radiation was discovered in 1934 by the Soviet
physicist Pavel Cherenkov supervised by Sergey Vavilov (for that reason, in Russian
literature the effect 1s called the Vavilov-Cherenkov radiation). Give a remark about
S. Vavilov room at Birzhevaya and mention Nikolay Vavilov. Cherenkov observed
weak radiation emitted by the liquids irradiated by gamma-rays. Based on the
experimental data, Vavilov made a conclusion that the radiation appears due to
the fast electrons released by gamma-rays. In 1937, the Soviet physicists Igor
Tamm and Ilya Frank proposed the theoretical interpretation of the effect. Later,
in 1958, Cherenkov, Tamm and Frank were awarded a Nobel Prize in Physics for
this discovery. Discuss why this effect is so important in high energy physics.

Importantly, the Cherenkov radiation is highly directional. For the particle
moving with the velocity v, radiation is emitted in the direction that forms the
angle ¢ with the direction of the particle velocity:

c

cosf) = —. (1.307)
nuv



Figure 1.10: Illustration of the emergence of the Cherenkov radiation for the particle moving with
the speed v larger than the phase velocity of light ¢/n in the medium.

Discuss simple explanation of that based on Hyugens-Fresnel principle.

From the solution of the previous paragraph, we find that electromagnetic fields
of the particle oscillate with the frequency w = v k,. On the other hand, any wave
propagating in the medium obeys the dispersion equation wn/c = k. Combining
these two equations, we immediately obtain the same result as given by Eq. (1.307).

However, by using electrodynamic treatment, we can actually go beyond
Eq. (1.307) and calculate the intensity of the Cherenkov radiation. Note that the
poles of expression Eq. (1.306) correspond to the condition

k? —e(w)w?/c? =0

which describes the dispersion of the modes propagating in the medium. Thus, the
contribution from these singularities gives the intensity of Cherenkov radiation.

To evaluate the contribution from the poles, we can use either contour integration
technique or the Sokhotski formula which states:

1
T+ 1€

=P ! Fimd(x) . (1.308)
T

The proof of this identity is based on the fact that

b b b

f@de g, [ 2 @)
/ rxie | maal/Wd= | G e
) ) ' (1.309)

a

The first term here corresponds to the principal value of the integral since the factor

22 /(2* + €*) excludes the vicinity of z = 0 and turns to 1 for z > . The second
term yields Fim f(0) because the function e/(7 (2 + %)) acts as a §-function for
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sufficiently small e.

We introduce an auxiliary variable £ = p? + w?/v? — e(w) w?/v?. Since at the
frequencies w > 0 (w < 0) permittivity of the medium has some small but nonzero
imaginary part €”(w) > 0 (¢(w)” < 0), this auxiliary variable is written as £ — 0
(w>0)and £ 410 (w < 0).

fmaa:

ETI’LCL&C
dF  iQ? 1 1 3 dg
dw ~ 2m <U2€(w)_c_2> “ 5—z‘0+(_w) / ¢ + 0 (1.310)

€min min

9 1 1y  Q*w e
=@ (UZS(w)_§> 2 (1_n2v2> '

So, the closer the velocity of the particle is to the threshold velocity ¢/n, the smaller
is the intensity of Cherenkov radiation. Combining Egs. (1.307) and (1.310), we
can also determine the angular distribution of the radiation.

Ideas for practice: Cherenkov radiation from the moving dipole.

The mechanism of Landau damping is somewhat inverse of the Cherenkov effect.
In plasma, the charged particles are affected by the medium collective modes and
can not only decelerate, but also accelerate.

Quite interestingly, the radiation from the particle moving with superluminal
velocity in vacuum has been calculated by Sommerfeld. However, after the emergence
of special relativity, Sommerfeld solution was considered unphysical, and only later
a similar solution was found for the case of particles moving in the continuous
medium with velocity v > ¢/n.

Semiclassical interpretation of the Cherenkov radiation

We consider the emission of a single photon of the Cherenkov radiation, using
the conservation laws:

E(p) = BE(p)) + hw, (1.311)
p=p +hk. (1.312)
Then
) OF
hw=FE({p)— E(p)=FE{Pp)— FE((p-hk) %%-hkzv-kh. (1.313)

As a consequence, we get the result w = v - k, which we obtained previously from
the classical treatment.



57

1.18 Transition radiation

A related phenomenon of radiation from the charged particle in rectilinear motion
is the transition radiation which occurs when the particle passes from one medium
to another. The theory of the transition radiation was developed by the Soviet
physicists Ginzburg and Frank in 1945. Here we discuss the calculation of the
transition radiation within the frame of classical electrodynamics, specifically, we
aim to calculate spectral and angular distribution of the transition radiation.

1 2

X

%82;5

Figure 1.11: Transition radiation from the particle moving from vacuum to the continuous medium
with permittivity . Geometry of the problem.

Electromagnetic field from the particle
Since the medium 1s non-homogeneous, we have to calculate the fields produced
by the particle once again. We start from the equations

~ ¢ 9’A 47
- 2 9%

The solution of these equations is presented by the sum of particular solution
of inhomogeneous equations (¢(®), A(®)) and general solution of homogeneous
equations (¢, A(). We perform the Fourier transform of the fields as follows:

dw d*p
/sbwk ePrimwt @ (1.316)

1. Note that we do Fourier transform differently from the analysis in the previous
paragraphs. 2. Provide direct and inverse transformation. The Fourier transform
of the )-function reads:

// 6(r — vt) e PTLTWE 2yt = // O(x —vt)d(ry) e ™ “dPr dt

:1 / 5(56— zwf/vdg zwx/v'
(%
(1317)
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Therefore, the equations for the Fourier-transformed fields read:

d? A 2 4 .
TA g fW& ATV o e (1.318)
dax? 2 cv
¢ e(w) w? AT Q  iay
— — = ———"eWY, 1.319
dx? ¢ c? ¢ e(w)v ‘ ( )
The particular solutions of the inhomogeneous equations read:
AT Q) w2 w? -
() — wafv |2 22 1.320
0 = e + 5 - Sew)| (1320)
A-fWY (1.321)
c
The electric field is defined as
- 1 0A -
E=——-Vo, (1.322)
c Ot

1.e. the electric field corresponding to the inhomogeneous solution is

c ox c v2

(e)
B = 2 A€ _ipgld - 90" _ [wv (5(2’) 1) —p] 6. (1.323)

The solutions of the homogeneous for potentials are simply the plane waves.
Accordingly, we assume that B — jaget** where a is some constant,
k, = v/e(w)w?/c® — p? is the wave vector along = and + or — sign are chosen
for the domains with x > 0 and = < 0, respectively. This solution of homogeneous
equations describes simply the waves reflected from the boundary between the
media.

The transverse component of E(") is determined from the condition divD = 0
(E®) already satisfies this), i.e. ¢(w) (p & k, e,) - E = 0. This yields the transverse

component of the field (parallel to p):

EV =5"k,, (1.324)
p
and thus
E" = ja lex:¥-£%k@} etk (1.325)
p

Finally, we get the following expression for the electric field E = E©) + E( in
media 1 and 2:

1 -
Em:w[wv<ﬂﬁ——>—¢1¢m+um2Fg¥%k9ﬂe#%”x.03%)
p
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Specifically, if the medium 1 is vacuum, the electric field reads:

1 1 ,

E =1 [wv (—2 — —2> — p] o1 +iay [ex + % kx] e ket (1.327)
v D

Spectral and angular distribution of the transition radiation

The energy emitted by the particle when crossing the boundary of the two media

can be evaluated as
1 i A(r) 2
— — [ dydz | dz (E1 (r, t)) , (1.328)
T

when the charged particle has already penetrated sufficiently far into the medium
2. We also take into account that in the far zone the electric and magnetic fields are
equal. Now we substitute the expression for the electric field in terms of its Fourier
components

1 dw dw, dp dp/ : ’ . /
dx d E, -E*, i(p—p')ri—i(w—w)t _
U= pp xdydz 2m); p(7) - EL(7)e
(1.329)
1 dw dw' dp dp’
=/ d Eup(z) - E =)t — (1330
41 / x (27T)4 P(x) w'p ( )5(p p) ( )
1 dw dw' dp . Y
= deEwp(x)-Ew,p(x)e (w-u)t — (1.331)
1 dw dw' d k A : ,
4 (2m)4
dwdw'dp |, ky k! ,
= — - = k _ k. (UJ w )f ) 1'
2/ (2m)? |a1] [ T ]5( 0) € (1.333)

Here, k2 = w?/c* — p?. Therefore, if k, = k', 1 + k2/p* = w?/(c? p?). To evaluate
the J-function, we use the property

oz — xy)
0(f(x) =) —%—r (1.334)
23: ()]
which guarantees that
2 272 _ 2 2 2
Sk, — k) = 8o — ) SV P TS —w). (1.335)
W W
Thus,
1 [ dwdp, , W? p?c?
U—Q/ ) la1]” — s 1 T (1.336)
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Next, we introduce angle 6 that characterizes the direction of emission: p = w/c sin ¢

and
2 2

d’p = 2npdp = 27 w_2 sin 6 cos 0 df = df) w_2 cosf . (1.337)
c c
Then

1 F; w?/c? cos c
U== [ dQ dw ——— a1 —— 0= 1.338
2 / / @ g lal” g o (1.338)
N /dQ ]Odwwza 2 ctg?f (1.339)

c(2m) ! ' '
0

Finally, we recast the expression for the radiated energy in the form

U:/dQ/de[(w,G), (1.340)
0
$U(w, 0) = L a2 ctg26 (1.341)
9 - C(27T>4 1 g . .

The function (w, #) characterizes the energy emitted into unit solid angle in the
direction specified by # and in the unit interval of frequencies around the frequency
w, 1.e. it gives the spectral and angular distribution of the transition radiation.
Here we consider the angles 6 from 0 to 7/2 (radiation emitted into the vacuum).
Proceeding in a similar way, one can also calculate the radiation emitted into the
medium 2, but then one has to evaluate the fields in the medium 2.

Boundary conditions and calculation of the coefficient a,

1.0r
$=0.92

0.5} ' =0.1 |

-0.5

Figure 1.12: Angular dependence of the transition radiation for the particle entering into perfect
electric conductor from vacuum.

To obtain the final closed-form solution for the transition radiation, we need to
determine the coefficients a; and as. This can be done by applying the standard
boundary conditions: continuity of the tangential components of electric field and
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continuity of the normal components of the electric displacement. The derivation
in the general case appears very cumbersome, and here we do the calculation
for the specific case when the medium 1 is vacuum and medium 2 is a perfect
electric conductor. The perfect electric conductor is characterized by the vanishing
tangential component of electric field. Using Eq. (1.327), we get

0= EﬁOt = —ip¢py +ia1 k. /p. (1.342)
Thus,
2 2 2 27 -1 2 —1/2
p° P1 AT Qp 5 W w w 9
a; = ko = [p —f‘ﬁ—g g— = (1.343)
4 in26
Q@ sin (1.344)

~ w cosd [1— 3% cos? 0]

With this expression for a; coefficient, we obtain the spectral and angular distribution
of the transition radiation:

B Q? 32 sin’ §
Ww, 0) = e 1= 02 (1.345)

In the case of the perfect electric conductor, the spectral distribution of the transition
radiation is uniform, whereas the angular distribution is illustrated in Fig. 1.12.
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CHAPTER 2

Nanophotonics and metamaterials

2.1 Light propagation in planar stratified media: transfer matrix method

In this section, we consider the problem of light propagation in a stratified
medium with permittivity which depends on a single Cartesian coordinate, ().
While general treatment of this problem can be found in Ref. [13], we analyze here
the most practical case when () is a piecewise-constant function, i.e. the medium
consists of layers with constant permittivities ¢,,. For clarity, we consider the case
of isotropic permittivity tensor.

(@) (b)

TE ™
y A y

E
H/%\k F<k

Figure 2.1: Two possible polarizations of the wave propagating in a stratified medium.

Without loss of generality, we assume that the wave vector of the incident wave
lies in Ozy plane. Within a single layer, the solutions of Maxwell’s equations can
be presented as a superposition of plane waves. Boundary conditions fix the values
of k, and k£, = 0, and only k, component of the wave vector varies from one layer
to the other. Our goal here is to derive the link between the tangential components
of the fields at two interfaces of a given layer with the thickness d. The matrix
which relates these two sets of fields is called the transfer matrix.

TE-polarized waves

We consider first TE-polarized waves defining the transfer matrix as

(i) =500 (i) >

For TE-polarized plane wave, the link between the tangential components of electric
and magnetic fields is given by

H,=—k,/qE. . (2.2)
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Hence,
E.0)=FE,+E_, (2.3)
H,(0) = —% B, + % E_, (2.4)
E.(d)=E,e™? 4 E_ ekt (2.5)
Hy(d) = K ke E, + bo pivvap (2.6)
q q
Here, k, = ,/q*€ — k2 due to the dispersion law of plane waves in a homogeneous

medium. Excluding the unknown amplitudes £/, and F_, we arrive to the equation
Eq. (2.1) with transfer matrix

V() — cos k, d —]i—q sin k, d 57

te(d) = —% sink,d cosk,d (2.7)

Note that the determinant of this matrix is equal to 1, while its inverse is obtained
by replacing x by —z.
The rest of this topic is intended for self-study.

2.2 Image method in electrodynamics

In this section, we analyze the fields produced by the point dipole placed over
perfectly conducting plane. The solution of the respective electrostatic problem is
well-known, however, it is not immediately obvious that the similar approach is
applicable for the time-varying fields.

Below, we show that replacing the field produced by the polarized plane by
the mirror image of the dipole (Fig. 2.2) we can fulfill the standard PEC boundary
conditions which require that [n x E] = 0.

(@ A by d © A (d) m
A A
n e e m e e
P P P P
d -
B B

Figure 2.2: Illustration of image method in electrodynamics.
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For the derivation below it is important that the dyadic Green’s functions can be
presented in the following form: G = A(r) I + B(r)n ® n and G = C(r)n*,
where unit vector n points towards the observation point.

In geometry Fig. 2.2(a) the electric field at some point P at the surface of
conducting plane

E(P) = G“(AP)d) — G“(BP)dj = B(r) [e(e-d) —€ (¢ - d)]

= B(r)(e-dy) fe—e) . 29

Since e — €’ is normal to the plane, the field E(P) is also orthogonal to the plane.
In geometry Fig. 2.2(b) similar calculation yields:

E(P) =G“(AP)d, + G*(BP)d, = 2A(r)d, + B(r)[(e-d)e+ (¢ -d,)e]
—2A(r)d, + B(r)(e-d.) (e—¢) .
(2.9)

Both of these terms are orthogonal to the plane, which means that the standard
boundary conditions are again fulfilled.

Note that the mirror image of magnetic dipole is constructed in a different way
as shown in Figs. 2.2(c,d). Provide a simple explanation for that. Specifically, for
the case shown in Fig. 2.2(¢c)

E(P) = G"(AP)m) + G*"(BP)my = C(r) (e + &) x m . (2.10)

The latter vector product is parallel to n and hence the field is normal to the surface.
In turn, in geometry of Fig. 2.2(d) the electric field

E(P) = G(AP)m, — G“"(BP)m, = C(r) (e —€) x m, . (2.11)

The latter vector product vanishes since both vectors are normal to the plane.

Thus, the method of images summarized in Fig. 2.2 captures the fields of
electric and magnetic dipoles in the general electrodynamic case. As a follow-up,
this approach can be generalized for higher-order multipoles as well.

2.3 Substrate-induced bianisotropy (practice material)

Useful reading: Ref. [14].

In this paragraph we investigate effective bianisotropic response of particles
induced by the presence of substrate. Using Green’s functions method, we derive
the effective polarizabilities of the particle renormalized due to substrate and analyze
in detail the origin of the effective magneto-electric coupling. Provide an intuitive
picture of substrate-induced bianisotropy.

We consider the particle illuminated by the incident wave with electric and
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magnetic fields E, and Hy. The incident field induces electric d and magnetic m

dipole moments of the particle. The field radiated by the dipole moments is in turn

reflected from the substrate. Hence, the total field acting on the particle
E=E,+EY+E" (2.12)

ref

H=H,+HY + 7" (2.13)

ref ref

where the reflected fields are defined in terms of the dyadic Green’s function for
the reflected field as follows:

Bl = Crird, EUY = Gm, (2.14)
d mm
Hl("ef) ref d HEef) — “ref m. (215)

The particle responds to the total field as

d=qojE, (2.16)
m=o, H. (2.17)

We would like to rearrange Eqgs. (2.16)-(2.17) excluding the reflected fields as
follows:

d=a“Eg+a™H,, (2.18)
m = a"™ Ey+ a™ Hy (2.19)

where a6, a“", & and & are the effective polarizabilities which determine the

response of the particle to the incident field and which incorporate the effect of
substrate.

To evaluate the effective polarizabilities, we use Egs. (2.16), (2.17) combining
them with Eqgs. (2.14), (2.15), which yield the system of equations

ref ref

I—afG%l d—atGm = ol Ey, (2.20)
0 0 0

ol Gmed + [1 am m;”] m = o’ H,. 2.21)
Solving the system of equations Egs. (2.20), (2.21) with respect to the unknown d
and m, we extract the effective polarizabilities Egs. (2.18), (2.19).
Note that the effective polarizabilities can be presented in the form [14]:
=Nlaf, a™ =N 1o, (2.22)

m
ref

~ ~ -1
= N-lag Gem [1—0431 mm} o (2.23)

~ ~ -1
— N-Lam Gme [I—ag ] ag | (2.24)

ref



66

where

. . . . -1 .
o e /yee e ryem m oymm m yme
Ne =1 —ag — Qp Lrpef [I g Crref } @y Yref >

A A A A A -1 A
Ny =1 = o G — oy Gig |10 G| a5 Gt
Still, Egs. (2.20), (2.21) are better suited for calculations than the cumbersome
expressions Egs. (2.22)-(2.24).

As a specific example, we consider a spherical particle placed at distance z
over perfectly conducting plane. In such case, effective bianisotropic response can
be evaluated analytically, since the dyadic Green’s function of the reflected light
corresponds just to the image dipole:

A —-A 0 0 ) A0 0
=10 -A 0 , Gy'=10 A 0 , (2.25)
0O 0 A+B 0 0 —A-—B
A ) 0 —C 0
=G =1C 0 0], (2.26)
0 0 0
where the scalar coefficients A, B and C' are defined as
eiqr ' 5 o
A(r) = 3 [—1+igr+q¢°r°] , (2.27)
eiqr '
B(r) = 3 [3 — 3igr — ¢° 7“2] , (2.28)
eiqr ' 5 9
Cr)=— l-igr—a'r] (2.29)

and the argument of these functions is r = 2 zy, 1.e. the distance between the dipole
and its image.

With these expressions for the Green’s function of the reflected field, we return
to the system Eqgs. (2.20), (2.21) and extract the associated effective polarizabilities:

af 00 a0 0
a“=10 of 0],a"™=| 0 o 0 : (2.30)
0 0 af 0 0 o™
0 —ayy 0
am=a"= oy 0 0], (2.31)

0 0 0
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where
ee a(e) mm agl
= = 2.32
LTI (A+rB) Y T1lrar(A+ B (2.32)
l1—af A
af = af
I Y1+ (af —af) A+ (C? = A%) agap
I1+o5A
= 2.33
o = ag’ 1+ (af —al) A+ (C?— A2) a§aft’ (2.33)
Q™ = Cap ay . (2.34)

ve 1+ (o — o) A+ (C? — A?) af aff

Importantly, for the emergence of the nonzero effective bianisotropy the particle
should possess overlapping electric and magnetic dipole resonances which ensure
sizeable magnitudes of o and «'. Equation (2.34) shows also that magneto-electric
coupling is proportional to the factor C'(2z;), which describes the magnetic field
produced by the electric dipole and electric field produced by the magnetic dipole.
In fact, effective bianisotropy arises due to electric field produced by magnetic
image-dipole and due to magnetic field produced by electric image-dipole.

2.4 General expression for the Purcell factor

Useful reading: chap. 10 of the book by Novotny and Hecht [12].

We consider an electric dipole radiating in some arbitrary linear environment.
Our goal here is to express the power radiated by the dipole in terms of its dyadic
Green’s function.

To this end, we make use of the energy conservation law:

P:—/<j-E>:—<d-E>:P0—<d-ES>

* o + ~(ref)
_P0+21m(d )_PO—|—2 (dG (O)dk), (2.35)

where the full field E is represented as a sum of vacuum dipole field Ej and the
field scattered by the structure E;. Fj is power radiated by the dipole in vacuum.
Note that we use the following averaging formula:

(@ (1) V(1)) = —g Tm (a*b) |, (2.36)
where a and b are the complex amplitudes of a/(¢) and b'(¢). Further we note that
power radiated by the dipole oscillating with the frequency w in vacuum is given
by

Py = \d\Q (2.37)

303
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Prove Eq. (2.37) by calculating the quantity Py, = w/2 (d*-Eg). Use the
representation of the Green’s function

Go(r) = A(r,q) I + B(r,gn®n,
Alr,q) = €' /13 |—1+dgr + g 12} ,
B(r,q) = " /r? 3 — 3igr — g /2} :

Finally, we obtain the expression for the Purcell factor:

P 3 x ~(ref)

where n; = di/|d|. Thus, in order to evaluate the Purcell factor, one only needs
the reflected field in the point of dipole location.

2.5 Purcell factor for the dipole above the layered structure

Useful reading: chap. 10 of the textbook by Novotny and Hecht [12].

The idea of this calculation is as follows: we expand the field of the dipole into
an infinite series of plane waves. Further we separate the s- and p-polarized plane
waves. For each of the polarizations, we calculate the reflection coefficients using
Fresnel’s formulas. Sum of the reflected plane waves yields the reflected field.
Finally, we calculate the Purcell factor using Eq. (2.38).

Expanding dipole field into plane waves

To decompose the field of the dipole into plane waves, we use the so-called
Weyl identity:

elar _ L // exp (ikx$+ikyy+ikz |ZD dk.. dk (2.39)
r 2T k. Y |

where k., = \/ q* — kZ — ki. The sign of the square root is chosen such that

Im k. > 0 for kj >q(kﬁ:k§+k§)andRe k. >0 for k) <gq.
Next, we use the definition of the dyadic Green’s function in vacuum:

Cor) = (Ve v +¢1) F:] _

b b ib g i
:(V®V+q21)%//e}“p(Z - ;yy D) an, a,

: 2] —kok
ZQL//Q . DK oxp (ikyx +ikyy + ik, |2]) dky dk, . (2.40)
™ z
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where k = (k,, k,, £k.) (£ corresponds to the sign of z). Assuming that the dipole
is placed in the point ry = (0,0, 2;), we obtain the field of the dipole in the form:

~

Eo(r — ry) :Go(r—ro)d:% // M d exp (ik, z + ik, y + ik, |z — 2|)
T

) (2.41)
where matrix M is defined by

P—k: —kok, Fhok.
—koky, @~k Fhyk, | . (2.42)
:Fkx kz :Fky kz q2 - k2

~

M = (qu—k®k) ==

1
k.
The upper (lower) sign is chosen if z > z5 (2 < zy). Note that the matrix M
projects the dipole moment onto the plane orthogonal to k. This means that all the
plane waves in expansion Eq. (2.41) are transverse.

Substracting the s- and p-polarized contributions

In our geometry, the plane of incidence is determined by the vectors k and e,.
The unit vector

7 = le. X K|/ky = (=ky/ky, kz /Ky, 0) (2.43)

is orthogonal to the plane of incidence. Thus, in the case of s-polarized wave, the
electric field should be directed along 7. Matrix M is decomposed as M = M (¢ )+M (p)
with:

) ) 5 k2 —kyk, O
i =rerir =L | kk, B2 0] (2.44)
0 0 0
kok.  hokyk. Fhok
M® =M —M® = — | kokyk. K2k, Fk, kil - (2.45)
I\ Fho kf :Fkykﬁ ki/k.

Reflection of the s- and p-polarized waves is described by the formulas

0)(k) = ) (ky, k) B () | (2.46)
EP) (k) = r®)(k,, k,) diag (—1,—1,1) E") (k) | (2.47)

where the Fresnel reflection coefficients read:

k.1 k

( 7 ) H2 kzl + 231 kz2 ’ ( )
kz - kz

P (o, k) = 2oL L2 (2.49)

kzl + &1 sz
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With these expressions, we deduce that

2
. () (k) o2 ky kg ky 0
ﬁj}zv—qu —kok, KO, (2.50)
2 R 0 0 0

(k) kpk.  kpkyke koK
e — T s kokyk.  kjke kK|, (2.51)

o\ kR kR =k

Here we used the fact that in the point of reflection 0 = z < z;. The total reflected
field

ref 27r // ref ef] d exp (Z/{: :U—I—zkyy—{—zk (z+zo)) dkx dky.

(2.52)
Purcell factor calculation

The reflected field acting on the scatterer reads

E,cf(ro) / / mf } d e?*:» dk, dk, (2.53)
o 27
~ QL / / [Mﬁe} + MY )} d &2k 0k dly dp (2.54)
— / WIS} + (V2| d e oy (2.55)
0

Here, ¢ is the angle between the wave vector and = axis, and < .. > means
averaging over the angle. Specifically,

(g2 (/2 0 0
s\ TRy g
<Mref>_k—z 0 1/2 0],

0 0 0
. o (K200
(%)) = - 0 k22 0 (2.56)

o 0 -k
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Thus, the expression for the Purcell factor reads:

F=1+-——Im [d" E.(r)] =
5o I (4 B )
3 [ (s) (5) 2ik. 2
=1t g / a (M) + (ME))) de™ = kydiy | . (2.57)
0

Finally, using expressions for <M£:f)> and making the substitutions s = k;;/q and

s, =k./qg=+v1—s% we get:

3 |du? + |d, 2 /°° (re) =0 s2) s,
F=1 _uR z 2“]2’052d
+ 1 FIE e . e s+

(2.58)

3 |d.|* i r? s,
- R 4205 s .
—|—2 |d|2 e/ s, e S

2.6 Discrete dipole model and lattice summation techniques

Poisson summation formula
One of the powerful tools in lattice sums evaluation is provided by the Poisson
summation formula. It allows one to replace the summation in the real space by
the summation in reciprocal space, which in many cases greatly improves the
convergence of the series.
(0.9]
We consider a function ¢(x) = > &(x —na). Since this function is periodic

n=—oo

with the period a, it can be expanded in the Fourier series:

pla)= > dne™, (2.59)

n=—oo

where b = 27 /a and the coefficients of the Fourier expansion read

a/2 a/2
1 ind - Cinb 1
n= - " dr = — 6z — mhr gy = = (2.60
o=y [ d@emar =2 3 [ - maera =t 260)
—a/2 M==C_q/2

since only one of the J-functions is nonzero in the interval of integration [—a /2, a/2].
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Thus, we obtain an important identity:

_ S(r — _ = inbx = _ —inbx 261
o) = D do—ma)=g ), =03 e (2.61)
where b = 27 /a.
Next, we consider the sum
Z f(na)= Z / d(x —na) f(x)de = / Z d(z —na) f(x)dx
(2.62)
_1 ]O i e~ f(2) dx _ 1 i ]o e f(x) dr = ~ i f(nb)
a n=—00 @ n=—00 ¢ n=-—00
(2.63)
where b = 27 /a, and the Fourier transform of the function is defined as
flp) = / f(z)e P dx . (2.64)

Thus, we finally get the Poisson summation formula:

> f (na):% > fnb), (2.65)

n—=—oo n=——oo

which converts the sum in the real space into the sum in reciprocal space, provided

that the Fourier transform of f(x) is well defined for all x,, = na. Note that the

Poisson summation formula can be applied also to the double and triple sums.
Properties of the Fourier transform

oo

Solf@] = [ fa)e s, (2.66)

oo [f(x+a)] = ™ §op [£(2)] (2.67)
Soop [f (@) ™) = Ty f ()] (2.68)
S’x—)p [f,(l’)] =1ip 3x—>p [f(x)] ) (269)
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(2.70)

eiq\/m
ct=v@—p>—s2, Imt>0. (2.71)
Vot +y?+ 22

Sy—p [Hél)(% vVt + yQ)] = =VK:Z—p2, Imt>0. (2.72)

Exercise Using the Poisson summation formula, evaluate the sum

o Zn + a?

n=1

3x—>p,y—>s

where a 1s some positive parameter. How many terms are needed in order to
evaluate the sum with the precision 10~* with (a) direct summation; (b) summation
in reciprocal space?

_ Answer. The Fourier transform of the function f(z) = 1/(2* + a*) is equal to
f(p = eIl /a. Now the series has exponential convergence.
S = mcoth(w (1)/(2@) — 1/(2a@?). In the limiting cases, we can derive the sums
Z 1/77* = 72 /6 and Z 1/n* = 71/90.

n=1
Dyadlc Green's function.

Next, we apply the Poisson summation formula to investigate the fields created
by the periodic arrays of scatterers. To write down the field of a single scatterer,
we use the dyadic Green's functions, which are defined as

E(r) = G*(r)d + G™(r)m, (2.73)
H(r) = —G(r)d 4+ G*°(r) m, (2.74)

where d and m are the electric and magnetic dipole moments of the particle located
in the coordinate origin, and G* and G®™ are the tensors defined as follows:

G(r) = [V @V +q° f} (6:) , (2.75)

Gem(r) = ig V¥ (6:> . (2.76)

In the framework of Green’s functions, in the following we examine the response
of two-dimensional periodic array.

Floquet expansion. Grid of electric dipoles.

As an 1llustration of Poisson summation formula, we consider now the field
from the discrete array of scatterers and expand it into the so-called Floquet
harmonics. The terms of this Floquet expansion include a propagating wave, possible
diffracted waves and a whole set of evanescent waves.
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We analyze first the contribution from electric dipole moments of the particles.
The particles are located at the sites of rectangular lattice in Oxy plane. We assume
the following distribution of the dipole moments:

d,, = de*rm (2.77)

where k is the Bloch wave vector with x and y components. The field from the
grid reads:

E - Z G(r — 1y, d T = Z G(r +1y,) e d

=2 [V RV +q°1 ] Z—q‘rﬂln' e~k d
v + 1y,

ln

1 2 7\ (€N s
- @ ZZ Si%%rl/a,gj%%rn/b [(v RV + q [) <|I’ + f‘l € d

. - eiq\rJrf'\
= — z wl/a+k*),y ™n Y I) T d
b 23’%@ l/a+k™),5— (27 n/b+k¥) {(V@)VJFQ <|r+r\

6iq|f—i—z e.|

T+ z e,

CLb [V@)V—i—q [} Z Sm—ﬂi’ =k} [ ] Rl T HikRy

ilkln

2772 oo
\V4 = \V4 I) § Zkl x+ikY y d
ab ( q kz

n

271 e'Kin
S [ o v

I,n

d (2.78)

Figure 2.3: Calculation of the fields from the two-dimensional discrete array.
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Thus, the electric field from the grid of electric dipoles reads:

KE)

2 ) In
B= 0% [k ok + o] ek— d, (2.79)
a In

I,n

where d is the amplitude of the dipole moment of the particles in the grid, a and
b are the periods of the grid, ¢ = w/c k ) — (ke kY, k2T, K = k4 21/,
kY = kY + 2mn/b, kf, = \/@® — — (k»)? with the sign of the square root
chosen such that Im £, > 0. In case 1f ki, 1s purely real, we choose the branch
with the positive real part. £+ sign choice in the expression for kz(: ) is determined
by the choice of the observation point (z > 0 or z < 0). The summation includes
all integer values of indices [ and n.

To get some insight on the Floquet expansion, we inspect the Floquet harmonic

[ = n = 0 more closely. We denote k(%) = ptH):
27 ¢ (£) () 7,2 ip).r
Boo == [1-p0 @ pt/g| e, (2.80)

where 33 is the average polarization of the metasurface. But this expression actually
represents the electric field of the sheet with the continuous polarization distribution.
Such an expression can be derived, for example, by matching the plane wave
solutions at the boundary of the metasurface or by using the solution of Maxwell’s
equations via retarded potentials. Operator in the square brackets in Eq. (2.80)
simply projects the polarization on the plane orthogonal to the wave vector.

Field from the grid of magnetic dipoles

Quite analogously, we can also compute the electric field radiated by the grid
of magnetic dipoles oscillating with the frequency w, located in Oxy plane, with
the amplitude m.

E=) G™r-r,)me ™ =) G +r,)e " m (2.81)

I,n

eiQ|r+rln| .
=> iqgV¥ ( ) e~kTin (2.82)
In |I' + rlnl

L o SN L 2 (it D (2.83)
b Y r + T
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_gxyg i . (2.84)
= ab - 1%14?,2/%/@% ‘I' + f‘| )
_ i_qvx Z gk tikly g M m (2.85)
ab - k7 g—kn ‘f‘ 42 ez‘ .
2y s €52
— __v vRptikpy 2 2.86
ab ; e klzn m ( )
o (4)
271 q e T g
B KF) ] _ 2.87
S g .87

I,n

Finally, we get the following result for the field from the grid of magnetic dipoles:

(),

2w q e T (%)
E=— — [k xm| . (2.88)
ab lzn: ki, LY

If the particles of the array simultaneously have nonzero electric and magnetic
moments, the full electric field from the grid reads:

(%)

In

z
kln

r

eik

Eiy = ——b. {k;:) (k(i) . d) —¢*d+q [kl(:) X m”

in

(2.89)

In

Again, we inspect the Floquet harmonic with the indices (0, 0) more closely:

2w j
Bop = — =5 Apt (pd) —d g [p xm] P @90)

From Maxwell’s equations (namely, using that rot E = iq B) we can immediately
calculate also the magnetic field of the mode:

o i <
Hy — — mb {pu:) (pm . m) —fm—gq [p<i> « d” ePT . (2.91)
p-a

Note the dual symmetry of the Egs. (2.90) and (2.91).

Huygens’ metasurface

It turns out that by combining the electric and magnetic responses, one can
fully suppress the reflection from the metasurface or, alternatively, suppress the
transmission. Note that the full suppression of transmission is prohibited by the
optical theorem, which relates forward scattering with the total scattering cross-
section. The underlying mechanism 1is the so-called Kerker effect (unidirectional
scattering by the single particle with mutually orthogonal electric and magnetic
dipole moments).
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For simplicity, we assume normal incidence of light at the metasurface. Analyzing
Eq. (2.90), we deduce that: (1) if m, = —d,, the transmitted field is suppressed.
Note that since electric and magnetic polarizability of passive structure both have
positive imaginary part, it is impossible to fulfill this condition exactly. (i1) if
m, = d,, the reflected field is suppressed.

Floquet expansion: grid of wires

X

VN

S
i a4
Figure 2.4: To the calculation of the fields from the grid of parallel wires.

Now we consider a somewhat different problem of the field calculation for the
grid of parallel wires of negligibly small cross-section. The field of the individual
wire with a negligibly small cross-section reads:

2

E, = —Wq—}cf Iy HV (3¢ /22 + %) €2 (2.92)

where ¢ = w/c, »x = \/¢*> — (k*)? and H(()l)(%p) is the Hankel function of the first
kind. Therefore, the field from the entire grid is represented as

_ T s 5 ik* 2+ik¥ nb
E.=-——1 ) HY (e /22 + b)2) e : (2.93)

where we assume that the amplitudes of the current in the wires of the grid are
modulated as I, = Iye*'"’. To evaluate the sum Eq. (2.93), we change the
summation index n — —n and apply again the same procedure based on the
Poisson summation formula.

77%2 = kYnb
EZ:— e Z HY (e 7/3% + (y + nb)2) e~ (2.94)

- qcbloe Zgy%m/b[ V(e /2 + (y + nb)2) e H'mb| (2.95)

n=—oo
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7T%2 1.y 1z -
= T e N S o [ G 2] (2.96)

qcb Nt
oIt %2 ik o eiikﬁx
_ ikY y+ik* z
=—"eh Iye > el (2.97)
n=—00 n

where the sign choice corresponds to the sign of = coordinate. Thus, we get the
result

00 ()
ezkn r

2 2
2mx I |
qgcb kx

n=—00 n

where ki = (2k% k0 k)T, K = 2 —(K)? = @ - (k) — K,

kY = 2mn/b+ kY and the sign of the square root is chosen such that Im £ > 0.
Based on Eq. (2.98), we again inspect the zeroth order Floquet harmonics,

taking into account that the current amplitude is related to the average polarization

of the grid as Iy = —iw P b. We also denote p*) = k:(()i). Then

2 ;2 2 )
g = < _p—;> P (2.99)
Dz q

B, = (2.98)

Comparing this result with Eq. (2.80), we conclude that the expression for the
zeroth Floquet harmonic stays essentially the same, being determined only by
the average polarization of the metasurface. The details about the structure of
the metasurface are only manifested in higher-order Floquet harmonics, which (in
metasurface regime) exponentially decay with the distance.

2.7 Dielectric slab waveguide

Equations for TE and TM modes

In this section, we consider wave propagation in dielectric waveguides
characterized by the refractive index exceeding that of the surrounding medium.
We analyze the geometry depicted in Fig. 2.5 assuming that e, > €3 > €.

Figure 2.5: A scheme of a planar waveguide. a is half-thickness of the waveguide.

We seek the solution of Maxwell’s equations in the form
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E,H(r,t) oc E,H(x) e***~! where k is the propagation constant and ¢ = w/c is
the normalized frequency. In this geometry, Maxwell’s equations

rotE=1qH, (2.100)
rot H = —ige(z) E. (2.101)
split into two sets of independent equations:
—ik By =1q H, , (2.102)
OH,
ik H, — = —ige(x) By, (2.103)
ox
E
OE, =iqH,, (2.104)
ox
which correspond to TE waves (H, = 0) and
ik Hy=ige(x) £, , (2.105)
E. .
ik B, — 0 =iqH,, (2.106)
x
OH
8—; = —ige(x) B, , (2.107)

which correspond to TM waves (£, = 0).

To summarize, in the case of TE waves all fields are expressed through E:
H,=—-kE,/qand H, = —i/qdE,/dx. In turn, E, satisfies the equation

P2 E
L+ (Pe(a) = k) B, = 0.

(2.108)

In the case of TM waves, all fields are expressed via H,: E, = k/(qe(z)) H, and
E.=1i/(qe(x))dH,/dx, whereas H, satisfies the equation:

d 1 dH, , K
— | —— —— | H,=0. 2.109
i | ] 7 ) 21
In Egs. (2.108), (2.109) () is a piecewise function: e(x) = &1 forx > a, e(z) = &9
for —a < x < aande(x) =e3 for z < —a.
Solution for TE modes
The solution of Eq. (2.108) can be presented in the form

A cos(u —@)e W@l g >q.
E

y =4 Acos(ux/a—p), —a<z<a,
A cos(u + @) evl@tal/a

(2.110)
y & 2 —a,
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with the continuity of F, at z = +a fulfilled automatically. Here,

=avVk?—q’es, W =a\k?—q¢?c1, u=ar/q?ey — k2. (2.111)

Additionally, the continuity of H. should be ensured: H, = —i/qdE,/dx. This
yields the set of two equations:

tan(u + @) = — 2.112)
u
/
tan(u — ) = iy (2.113)
u
Excluding ¢ from this system, we derive:
1 1 !
u = T + — arctan (E) + — arctan Y : (2.114)
2 2 U 2 U
where m = 0, 1,2, ... Besides that, Eq. (2.111) imposes a constraint on variables
w and u:
W+ w? =0 = ¢*a* (g3 —€3) . (2.115)

We also introduce a variable v that characterizes the asymmetry of the cladding:

s~ (2.116)
E9 — &3

and the dimensionless parameter characterizing the dispersion of the waveguide

mode:
k2/q2 — &3

€2 —E&3

b= (2.117)

Note that the borderline between the waveguide modes and the leaky modes is
defined by the condition b = 0. With these designations, w = v Vb, u=vvV1-0,
w' = v+/b+ ~, while Eq. (2.114) takes the form:

vv1l—0b= % + — arctan {/ —— ] — arctan 1 (2.118)

To determine the dispersion of the waveguide mode, one has to solve Eq. (2.118)
numerically with respect to the unknown b for the given frequency and given
mode order m. The cutoff frequency of the waveguide mode is determined by

the condition ]
Ve = % + 3 arctan /7 . (2.119)

Solution for TM modes
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2.0

1.5¢

1.0
0.5
v TE modes
. o TM modes
0 1 2 3 4
ka

Figure 2.6: Modes in slab waveguide depicted in Fig. 2.5 calculated for n; = 1, ny = 3.4799 and
ng = 1.4446, neglecting the frequency dispersion of permittivity.

In a similar manner we present the solutions of Eq. (2.109) in the form

A cos(u — @) e v @ale g >q

Acos(ux/a—p), —a<z<a,
A cos(u + @) evletala

H, = (2.120)

with the same formulas Eq. (2.111) for u, w and w’. Solution (2.120) automatically
fulfills the continuity of magnetic field H,, whereas the continuity of
E.=1i/(qe(x))dH,/dx has to be checked. This yields the set of two equations:

tan(u — ) e : (2.121)
U
tan(u + @) = =2 (2.122)
Ucs
which can be combined into a single equation for w variable:
mm 1 Eo W 1 gow
u = — + — arctan | — | + = arctan (2.123)
2 2 £3U 2 E1U

Converting Eq. (2.123) into the dimensionless units, we derive:

1 b 1 /b
vvV1—>b= % + 3 arctan <: ﬂ) + 3 arctan (: %) . (2.124)
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In particular, it is seen that the cutoff frequency for TM modes is a bit different
from TE case:

1
ve= 4 = arctan | 27 . (2.125)
2 2 &1

To illustrate the dispersion of the modes in a slab waveguide, we consider the case
when n; = 1 (air), ny = 3.4799 (crystalline silicon at 1.5 um) and ng = 1.4446
(fused silica at 1.5 um). Calculated modes are presented in Fig. 2.6.

To conclude, Eqgs. (2.118) and (2.124) are also valid for the case of dispersive
media when £1, €9 and €3 depend on frequency. Still, the numerical solution for the
mode dispersion can be readily obtained.

2.8 Elements of semiconductor physics. Excitons. Polaritons

Semiconductors. Energy bands. Excitons: Brief overview

The properties of solids are usually described within the so-called single-particle
approximation: to calculate the energy bands of a solid, one considers the motion
of a single electron in a field created by the lattice of ions and the rest of electrons.
For a wide class of problems this description is sufficient.

Within this single-particle scheme, each solid is characterized by the set of
energy bands parametrized by the electron wave vector. Comment on the distinction
between semiconductors and dielectrics, 3 eV bandgap.

However, there is a number of physical phenomena which lies beyond such a
simplified treatment of electronic states. An example of this kind is the correlated
pair of electron and hole termed exciton. The limiting cases of strongly (weakly)
bound electron-hole pair are called the Frenkel (the Wannier-Mott) excitons. In
experiment, excitons were observed by examining the absorption spectra of Cu,O
and detecting the series of peaks described by the formula w = wy — R/n? [1952,
Gross and Karriev].

The theoretical interpretation of those peaks is based on the assumption of
bound electron-hole pairs emergence with the energies given by the formula similar
to that of hydrogen atom.

Later, the microscopic theory of excitons was developed, and the impact of
excitons on electromagnetic properties of solids was investigated. Specifically, it
occurs that exciton resonances in solids give rise to spatial dispersion effects (which
we discussed earlier in our course).

In this lecture we will mostly focus on another interesting phenomenon, namely,
the hybridization of excitons with light and formation of polaritons.

Exciton-polaritons and their dispersion

We consider light absorption by excitons. In the two-particle scheme, absorption
means photon conversion into the exciton. Therefore, momentum and energy
conservation require that the absorption process can happen only for the particular
energies and momenta when the photon and exciton dispersions cross. At this
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degeneracy point, even a small coupling between photons and excitons leads to
their hybridization in the resulting stationary states. Such mixed states of exciton
and photon are called exciton-polaritons.

Below, we deduce the dispersion of exciton-polaritons, adopting a simplified
model for excitons and describing light-matter interaction semiclassically.

We describe the matter degrees of freedom with the Schrodinger equation

91¢)
ot

where system Hamiltonian is the sum of exciton Hamiltonian and the interaction
term describing the coupling of light to excitons:

ih —H|y), (2.126)

: RN e [q. B emivt
= (e, +2%)ae_ [d-E —iwt | H, } . 2.12
<5"‘+2M>CC e + H.c ( 7)

Electric field E introduced here 1s considered a classical one, which is the basis of
semiclassical description of light-matter interaction. | ¢ ) is the wave function of
the system:

[¢)=N10)+> Cqlexca), (2.128)

where | 0 ) describes the ground state of the system (no excitons) and | exc, « ) is

the exciton wave function with the dipole moment of the exciton aligned parallel

to z, axis. We assume that the exciton wave function oscillates with frequency w

so that th d| ¢ ) /Ot = hw | ¥ ). With these assumptions, the Schrodinger equation
yields:

s (+)

hwCy=\€exe+ —— ) Co—dE)". 2.129

W (8/ .+ Wi ) 5 ( )

In the adopted semiclassical framework, we describe electromagnetic degrees

of freedom with Maxwell’s equations. This yields wave equation

Ep 82E 4 82P

where ¢, describes the response of the medium without the exciton contribution,
whereas P term on the right-hand side describes the medium polarization due to
excitons: P, = C, d. Therefore, we get

(k> + epw?/c?) EW = —anw?/tdC, . (2.131)

Eventually, Egs. (2.129), (2.131) yield the system of two equations with two
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):

unknowns, C,, and E((f

—dEY) =0, (2.132)

Ef) =0, (2.133)

K
/ exciton

polariton

k

Figure 2.7: Schematic representation of the polariton dispersion.

h2 k2 2 2
<5m+——hw) (w—st—k2> +47r%d2:0. (2.134)
c c

Note that iw = .,.+h k?/(2 M) is the pure exciton dispersion, while w?/c? g, = k?
1s the pure photon dispersion. Light-matter coupling proportional to the square of
exciton dipole moment gives rise to anticrossing behavior schematically illustrated
in Fig. 2.7. Hybridization of the heavy exciton and light photon dispersions gives
rise to two polariton states, namely, the lower and upper polariton branches. The
states described by these dispersions are the superpositions of a photon and an
exciton.
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CHAPTER 3

Scattering on spherical and cylindrical particles

In the theory of scattering of electromagnetic waves, there are two important
problems that can be solved analytically. They are related to the scattering of waves
on a spherical particle and on the infinite cylinder. The solution of these problems
provides valuable insights into the properties of Mie-resonant nanoparticles as well
as metamaterials and metasurfaces composed of them.

3.1 Scalar spherical harmonics: brief summary

Useful reading: [3] on general derivation of multipole expansion, multipole
coefficients and Mie theory. Definition of electric and magnetic dipole moments for
current distribution which is not subwavelength can be found in [15] and in the
further papers from the same group. Comprehensive textbook on scattering from
small particles [16].

Separation of variables in a scalar wave equation
The Helmholtz equation (the wave equation for monochromatic waves):

A+ k=0, k=uw/c, (3.1)

separation of variables in spherical coordinates:

U(r,0,90) = R(r)Y (0, ¢) (3.2)
where the Laplacian
1 02 1
A = ; W (T) + ﬁ Ag,gp y (33)
1 9 0. 1 0%
Ny, = — [ sinf — —_— . 3.4
"¢ sin6 06 (sm 89) - sin? 0 O¢? 34
Hence, we get independent equations for angular and radial parts:
Ny, Y(0,0)+1(1+1)Y(0,9)=0, [=0,1,2,... (3.5)
1 d? s Ll+1)

Radial functions
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e Spherical Bessel function

ji(z) = \/g Jip1j2(z) = (=)' G %)l {Sigx] . (3.7)

For x — 0 jiy(z) ~ 2'/(21 + 1)!!, i.e. it is regular at coordinate origin. For
r — o0 ji(x) ~ sin(x — In/2)/z, i.e. it shows a decaying and oscillatory
behavior at large distances.

e Spherical Neumann function

£ Male) =~ (3 j) [t IREYS

For x — 0 this function is singular n;(x) ~ —(2{—1)!!/2'*!. For  — oo this
function also has oscillatory decaying behavior n;(x) = — cos(xz — I7/2) /.

e Spherical Hankel functions

1 d ! +ix
hy' (@) = jilz) + im(x) = Fi(—x)' (E %) [ex ] X))
If we use e ™! time convention, hl(l)(:z:) describes outgoing spherical waves, while
h{? (z) describes incoming waves. For z — oo h\"? (z) ~ (i) e /.
Recurrent formulas for radial functions:

. . [+1 L) .
@) =i @)~ Ty = T ). 3.10)
: : 20+1
Jie1(x) + Jia(z) = Ji(z) . (3.11)
Integral representation of Bessel functions:
1 f —1ix sin p+in
Jn(x) = e P dy (3.12)
27r
—zxsmgo Z J —mgp . (313)

Angular part: spherical harmonics
Orthogonality property: [ Y;,,(6, ) Vi (0,0)dQ = b Oy Additionally,
Yiom(0,0) = (=1)" Y5,(0, ).
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“Addition theorem” for spherical harmonics:

Pleosy) = 0 37 Yin(6,9) Vio(0', ) (3.14)

where cosy = cosf cos ' + sinf sin 6’ cos(p — ¢').

Angular momentum operator

Quite a useful technique to deal with spherical harmonics is provided by the
angular momentum operator defined as ﬁk = eriml; Pm, Where p,, = —i0,,. In
these definitions, Cartesian components are considered.

It is straightforward to verify the following commutation relations:

(a5, P) = i | Ly, e| = ieton (3.15)
[ij, @k} = iejg iy, |:IAJ]', ﬁk} = 1€jkm Ly : (3.16)
[L*, L] =0. (3.17)

Note that in spherical coordinates

. )
L,= ~ig, (3.18)
Ly=1L,+ilL,=e" <i£+zcot93) (3.19)
v Y o0 o)
L= Ny, . (3.20)

Thus, spherical harmonics Y},,,(0, ) can be viewed as the system of eigenfunctions
of two Hermitian operators L. and L?, which is widely used in quantum mechanics:

LYy =11+ 1) Vi (3.21)
L, Y =mYin,. (3.22)

Additionally, it can be checked that [ﬁz,ii] = :tl:i. Using this commutation

relation in combination with Egs. (3.21) and (3.22), we extract the following
relations for scalar spherical harmonics:

Ly Y= =m)I+m+1) Y, (3.23)
L Y =+{l—=m+ 1D +m)Ym. (3.24)

Using Egs. (3.23), (3.24) and definition of these operators in spherical coordinates,
calculate all spherical harmonics with [ = 1. Use the fact that Y},,,(6, ©) oc ™.
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3.2 Vector spherical harmonics. Multipole expansion

Our goal now is to construct the vector solutions of the Helmholtz equation,
since electromagnetic field is a vector one. We assume that ¢)(r) is a solution of
the scalar Helmholtz equation:

A+ k=0, (3.25)

where k£ = w/c. First, we show that M = rot (¢)r) is a solution of the vector
Helmholtz equation. We use two vector identities:

rot(a-b) = a divb — b diva + (bV)a — (aV)b, (3.26)
V(a-b)=axrotb+b xrota+ (aV)b+ (bV)a. (3.27)

AM + k* M = V(divM) — rot rot M + k* M = rot [— rotrot(¢r) + k* 1] =
=rot [-V¢ + 1Ay — V(r- Vo) + k> | =rot [r (A + k7 ¢)] =0. (3.28)

Thus, M is a vector solution of the Helmholtz equation.
Similarly, we can construct two other vector solutions of Helmholtz equation:
N =rot M and P = V¢ with rot N = rot rot M = V(div M) — AM = k? M.
In turn, any solution of scalar Helmholtz equation can be represented as a series:

00 l
D)= > fimtim(r (3.29)

=0 m=-I

with some constant coefficients f;,,. Analogously, vector solutions can be presented
in the form

00 l
A= Z Z [alm Mlm + blm Nlm + Cim le] ) (330)
=0 m=-I

18<p

where we assume the Lorenz gauge div A + = (. Hence, the scalar potential

can be written as

p = —E div A = _E Cim div Py, = _E Clm AZplm =ik Z Clm wlm :

>m 7m

(3.31)
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Therefore, the expressions for the electric and magnetic fields take the form:

B =rot A = Z [alm rot My,,, + by, rot Ny, + ¢, TOb le] =

l,m
= [aim Nim + & by Mip] (3.32)
l,m
E=-V —lﬁ—A——szc P + ik > [t Mig + b Nig + i P =
— c ot — Im L' Im - Ilm Im Im Lt NIm im L Ilm| —
=ik Y [amm My, + by Nlm] . (3.33)

Iom

Thus, only vector harmonics M;,,, and Ny, are included in the expressions for
the fields. The terms with P;,, are omitted out. Next, we examine the angular
dependence of vector spherical harmonics:

M = rot (Y1) = —r x Vi) = —iLap = —if (r) LY (0, o). (3.34)

Hence, angular dependence of M harmonics is given by LY (6, ), while M
harmonics themselves do not contain the radial component of the field.

After making the normalization of LY, using the Cartesian components of L
operator and Egs. (3.23), (3.24), we get the following normalized vector spherical

harmonics: 1

where L = [ .), and which satisfy the condition

/ le(G, 90) . sz/m/(e, 90) dS) = (5”/ 5mm/ . (336)

Note that the spherically symmetric solutions of Maxwell's equations described by
Xoo exist only in the static case. Thus, My, = fi(kr) Xy, Ny = rot [fi(kr) Xyl
Redefining the coefficients a;,, = i ayr(I,m)/k and by, = ap(l,m)/k?, we arrive
at the following multipole expansion:

00 l - . -

E = Z Z %aE(l, m) rot [fi(kr) Xym] — ane(l,m) gi(kr) X |, (3.37)
=1 m=—1 * -
00 l -

B=>)" Z ap(l,m) fi(kr) X + %aM(l,m) rot [a(kr) Xiu | . (338)

=1 m

Here, functions f;(kr) and g;(kr) are spherical Bessel/Neumann/Hankel functions
and their combinations, which are the radial solutions of scalar Helmholtz equation.
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ag(l,m) and aps(l, m) are known as multipole coefficients for electric and magnetic
multipoles. “Electric” multipoles correspond to B, = 0, “magnetic” multipoles —
E,. =0.

The form of the multipole expansion, Egs. (3.37)-(3.38), reflects the dual symmetry
of electrodynamics in vacuum.

o 1
=n—+— 3.39
VA naTJrTVW, (3.39)
\/7 n\/& (3.40)
Z—nxX— Vot (3.41)
[(1+1)
Clearly, Z;,, harmonics are also normalized to unity as f Zip - 25, dSY = 0y Oy -
Finally, we note useful auxiliary expression:
: - 0.
irotL=rA -V (1+r—> (3.42)
or
With this, we can compute rot [f(kr) X].
rot [f(kr) X] = V(f(kr)) x X+ f(kr) rot X =
d f(kr) .
= — f(kr) n X X| + ——=—=rot LY =
) I X+ e
_ k) g JOT) Ay 4wy =
r [(1+1)
df (kr) S (kr) . |
= Z+ ——————(—mly,Y +iVy,Y).
P e V)
Eventually,
rot [f(kr)X] = - — rf (kr)] Z 4+ i\/I(1+1) f : (3.43)

Example: finding the eigenmodes of a spherical cavity

To give a simple application of multipole expansion, we find the eigenmodes
of a spherical cavity with perfectly conducting walls. In this case f;(kr) and g;(kr)
correspond to the spherical Bessel function j;(kr), which is the only radial function

regular in the coordinate origin. The boundary condition at the cavity wall reads:
nxE=0.



91

Hence, for “electric” (or TM-like) modes we get:

d
o (751 (kr)] =0. (3.44)

r=a

For “magnetic” (or TE-like) modes we get:
gi(kr) =0. (3.45)

Hence, the eigenmodes are parametrized by the two indices: multipolar index [ of
the mode and number n of solution: wl(n) . Note that the modes are degenerate in m
(since the sphere is rotationally-invariant) and the index [ runs from 1 to infinity.

Below, we provide the values of dimensionless parameter x = g a for the lowest
eigenmodes. For TE-type modes: xgl) = 4.4934, 9551) = 5.7635, xél) = 6.9879,
2\? = 7.7253,... For TM-type modes: z\" = 2.7437, 2{") = 3.8702, z\" = 4.9734,
2V = 6.0620, z\¥ = 6.1168 ...

The lowest frequency TM eigenmode (I = 1, n = 1) has A\ = 2.29a. The
lowest frequency TE mode has A\[{* = 1.40 a.

Multipole expansion in a homogeneous medium

Let’s assume now that we want to make a multipole expansion in some
homogeneous medium with £ and p. Our goal is to find out how Egs. (3.37),
(3.38) should be modified.

Maxwell’s equations for monochromatic field in an isotropic homogeneous
medium have the form:

VxE=iwquH, (3.46)
VxH=—-igeE, (3.47)

where ¢ = w/c. We do the transformation E = E'//e, H=H'/,/ii, r =1/, /e 1.
Accordingly, nabla operator is transformed as V = V’,/ep. Note that this
transformation changes the distances but does not change the angles between
radius-vectors. Furthermore, the transformed fields satisfy Maxwell’s equations in
the vacuum:

V' xE =igH (3.48)
V xH = —igE' . (3.49)
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Hence, the transformed fields can be written as follows:

00 l - . -
- Z Z éaE(l,m) V' < [filgr") Xim] — ane (L, m) gi(qr') Xim |, (3.50)

=1 m=-I

00 l . -
=2 D0 {enllm) filar') Xan + o (lm) V' < ) Xunl | 35D

=1 m=-1 *

~

where the radial part is transformed, whereas the angular part stays the same. We
denote k£ = ¢/ and get

00 l .
Z Z |:% aE(l’ m) V X [f[(]{?T’) le] - aM(la m) gl(kr) le] )

=1 m=-I

%\H

(3.52)

00 l
3 [ (1,m) fi(kr) Xpm + %

=1 m=-I

ay(l,m)V x [gi(kr) le]] ,

(3.53)

w

3.3 Fields of multipoles. Link between multipole coefficients and multipole
moments

Near fields of multipoles

Employing the general multipole expansion Eq. (3.37), we now evaluate the
fields in the near zone of the source, i.e. for gr < 1. We choose fi(qr) = gi/(qr) = hl(l)(qr)
for a finite distribution of charges, replacing the latter function by the leading term
—i (20 — 1)!!/(qr)"*L. For simplicity, we consider only the electric multipoles.

E = Z Z —aE (I,m) rot {h (qr)X;m}

=1 m=-I

CLE l m 2l — 1)” ~ Yim
—Z Z s rot L7t -

=1 m=-I (l + 1)

(3.54)

Next we use the identity rot L = —ir A + iV (1+r %) A(Y},, /7)) = 0, since
this function is one of the solutions of the scalar Laplace equation. Finally, we get:

T (20— 1) Yin(0, )
+1 ql+2 TlJrl ?

E=-V{> iap(l,m) z (3.55)

lm
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so that the expression in the brackets yields the scalar potential of electrostatic
field. On the other hand, the scalar potential of electrostatic field can be written in
the form [see e.g. LL II]:

d -1 Q” n; TLj

LA 273 Y

(3.56)
where d is the dipole moment, ();; is the tensor of quadrupole moment, etc..
Comparing Egs. (3.55) and (3.56), we immediately find out that

. 1
1

5 2 ow(lm)Yin =d-n. (3.57)
m=—1
: 2
iv6 1
7 Z ap(2,m) Yom = B Qijning . (3.58)
m=—2

A similar identification holds for the magnetic multipole moments:

. 1
7

5@ 2 aullm)Yi, —men, (3.59)
m=—1
. 2
i/6 1
m=—2

To establish Egs. (3.57)-(3.60), we used the well-known definitions of multipole
moments in the static case. Now, turning our attention to the dynamic case, we
define multipole moments via multipole coefficients as specified by Egs. (3.57)
and (3.58).

Using an explicit expression for the first scalar spherical harmonics:

Yii = —+/3/(87) sinfe'? (3.61)

Yio = /3/(4m) cosb (3.62)

Y11 =1+/3/(87) sinfe ¥, (3.63)

and taking the expression for the unit vector n = (sin# cos ¢, sin @ sin ¢, cos @),

we can now deduce the explicit expressions for the multipole coefficients ap (1, m)
and ay;(1,m) in terms of dipole moments:

ap(1,1) =i¢* \/4n /3 (d, —id,) , ap(1,0) = —ig’ \/87/3d. ,

(3.64)
ap(l,—1) = —ig* /47 /3 (d, +id,) ,

and the similar relations hold for a,,(1,m) and the components of magnetic dipole
moment. This said, ap(1,0) is related to the radiation of z-oriented electric dipole,
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whereas ap(1, £1) describe the radiation from the dipole rotating in the plane Oxy
clockwise [ag(1, —1)] or counter-clockwise [ag(1,1)].

Expressions for the fields of oscillating electric and magnetic dipoles

Having the definitions of multipole moments, we are ready now to compute the
fields produced by the oscillating electric and magnetic dipoles. Specifically, we
focus on electric field from magnetic dipole.

1

1 -
E=-— ay(l,m A (qr — LYy, =
m§:_1 m(1,m) by (q)\/i 1
1 . ,
Z 1 d [edr 1 -
_ — 1 P LYWL:
m=—1 CLM( ,m) q2 dr < r ) 2 '
1
d (elqr> . 1
= —q E CLM(l,m)Yim:
dr \ r — V2 ¢
d (e .
= —(q — L —
qdr < r > (m - n)
_gd (7 ¢
= rdr(r)L(m r). (3.65)

Next, we analyze the expression ﬁ(m-n) using the properties of angular momentum
operator:

[A/j (xymy) = {ﬁj,xl} my; + x; [A/j My = 1€jin Ty, My (3.66)
Therefore,
d (e . T d (e
Ej:q%<r >zejn17ml:2k%<r > [nxm]j. (3.67)
Finally, we find that _
iqr
Ezqu(e )xm. (3.68)
r

Magnetic field, in turn, reads:

H:—érotE:Vx(fom):—mAf+(m-V)Vf:

~ ¢ fmt(m-V)Vf=[Ve v+l (6:)m (3.69)

where f = ¢" /r. Field of the electric dipole can be calculated analogously, taking
dual symmetry into account. Finally, we write the fields from the electric and
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magnetic dipoles in the following form:
E=G*(r)d+G™(r)m, (3.70)
= —G(r)d + G*(r)m. (3.71)

The matrices introduced here are known as dyadic Green's functions:

iqr

er ) =X, (3.72)
G™ = igV* [, (3.73)

Gee — [V®V+q2f} (

where we introduced f = ¢ /r which is the solution of scalar Helmgoltz equation,
Vik = Vz Vk; + q2 5”4; and V;;C = €ijk Vj.

Fields of electric and magnetic quadrupoles

In a similar way we evaluate the fields produced by the oscillating electric or
magnetic quadrupole. To this end we consider the magnetic field produced by the
oscillating electric quadrupole:

2 2
1 - ~ Eq. (3.58)
H = ap(2,m) h(l)(qr) — LY, = — qr )L m) Yo, =
m—Z—Q ’ \/6 \/_ Z;
ir? 1 d q (1d .
- —_ L (- Lo
V6 ¢ (r dr) fL 2\/’ Qi on/r” = =13 (rdr) S QinLiw;
(3.74)
Using the properties of angular momentum operator, we calculate
[A/Z' .fj i‘k = [Z;Z, SAC]] é\jk + i’j IA/Z .f)k = ieiﬂ .fl f]f + .fij ieikl .fl = —ZJJZ); i‘k - Zx;;f JAZj .
(3.75)
Hence, the magnetic field of a quadrupole can be presented in the form
H; = G Qi
where )
me 1q 1d
G = 12 (25 ok + w7 2] <;5> I
Taking into account that
Vi =——, 3.76
flr) === (3.76)
we present the Green’s function in the form
Gl = (vx Vi+ Vi V) f. (3.77)



96

Electric field from the quadrupole can be evaluated as

q V;jl VX GZ;ZQQM : (3.78)

which means that the Green’s function for electric field is equal to
Gir =1/qV,, G\ Next we take into account that

ViV =ViV;— 6;;V? =¥ , (3.79)
since V2 f = —¢? f. Therefore,

Gin = (/Vij Vi+YuV;) f. (3.80)
Equations Egs. (3.80) and (3.77) provide electric and magnetic fields produced by

the arbitrary electric quadrupole moment ();;. The solution for magnetic quadrupole
moment is immediately recovered from duality:

= G Qi + ij,ﬁq jk, : (3.81)
GZ;‘,iq Qjk + G Qi (3.82)
where G = —G" and G = G5l Using expressions for the Green’s

functlons Eqs. (3. 80) (3.77), 1t 1s stralghtforward to obtain near and far fields
produced by quadrupoles. For example, in the far-field zone V operators should be
replaced by

Vi — igny (3.83)
Vi —iq nﬁc : (3.84)
N = V5V = —¢’ nSn e (3.85)

3.4 Radiation of multipoles

In this paragraph, we consider the fields produced by some finite distribution of
currents and charges at distances much larger than the wavelength (kr > 1). In this

far-field zone the Hankel functions can be replaced by hl(l) (kr) =~ (—i)FL e /(kr).
In turn,

b (kr)
r

1 d
Fe G4) 2 & (r hl(”(kr)) Zip +i\/1(1+1)

. -lleikr
~ i (=) . Zi, .

rot [hl(l) (kr) le} nY,,

(3.86)
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Therefore, the far-field asymptotics of the multipole expansion reads:

ikr X !
-~ > Z )" [ap(l,m) Zi, + an(l,m) X (3.87)
r
=1 m=
eikr o l
= Z Z DT Jap(l,m) X, — an(l,m) Zyy,] - (3.88)
=1 m=-I1

It is straightforward to verify that H = n x E, which means that the far-field has a
local structure of a plane wave. Energy flux is then calculated as

— |E]*. (3.89)

Consider first the angular distribution of radiation for a single multipole:

dBPym
aQ  8r ]<;2|le|2 [Jag(l,m)|* + |ay(l,m)|?] =
c

T 16mk2I(1+ 1)
+(+m)(l—m+ 1) Y] 4 2m* | Vin]?]

lap(l,m)]* + laar (L, m) "] x [(1=m)(L+m + 1) [V

(3.90)

This said, the radiation from the electric and magnetic multipoles simply adds up
because of their mutually orthogonal polarization. Equation (3.90) determines the
radiation pattern of a single multipole. Note that it depends on the angle 6 being
independent of ¢. To calculate the full intensity of radiation, we take into account
orthogonality of vector spherical harmonics and integrate Eq. (3.90) over 47 solid
angle. As a result, we get:

00 l
P=—5 > 3 lapm)P +lau(tm)P] (3.91)

=1 m=-1

It is important to stress that after obtaining this general result, we can immediately
calculate the power emitted by dipoles, quadrupoles, etc. To do this, we only need
the identification of multipole moments previously made in Sec. 3.3. Additionally,
we take into account two important identities:

1
= Ok .92
35k (3.92)

1
(ninjnpng) = B 1045 Ok + ik 651 + da O] (3.93)

(ning) =
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where < .. > operator means the integration over full 47 solid angle and division
of the result by 4.
We start from the definition of dipole moment

1

i
NP Z ag(l,m) Y1, =d;n;
m=—1

1
2_C]6 Z /aE(17m)a*E(1am/)}/1mYT;n/dQ:/d]njdznkdﬂ

AT .
2q6 Z lagp(L,m)[? = 5 djdi Ojn

m=—1

8
Z lap(1,m)|? = ”q d|?. (3.94)

m=—1

In an analogous way, taking into account that ();; = ()j;, Qi = 0 (the tensor of
quadrupole moment is symmetric and traceless), we find that

2 8
m™q
E lap(2,m)| = I Qi (3.95)

m=—2

where the summation is performed over all indices ¢ and 7 (sum of squares of
elements of quadrupole moment tensor). With Egs. (3.94) and (3.95), we derive

that
¢

4
P== (ldP+mP) + 25 3 (IR5P+1QNP) - (3.96)

irj
3.5 Eigenmodes of a spherical particle

As a next application of multipole expansion, we consider a particle made of
dielectric material with permittivity ¢ = n? placed in vacuum and analyze the
eigenmodes supported by such particle. The fields inside and outside of the particle
read

E™ = 1 z {i a'(1,m) rot [5;(qgnr) Xyn] — @'y (1,m) ji(gnr) le} , (3.97)

n qn
l,m

| | | i
H" = Z {a%(l, m) ji(gnr) X, + p ayy ot [fi(gnr) le]} ) (3.98)

l,m
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EoW — Z {3 a®™ rot [hy(qr) Xim] — a3y hy(qr) le} ) (3.99)
q
l,m
HoY =) { DRy (gr) Xom + — af tot [hu(gr) le]} : (3.100)
q
I,m

Unknown multipole coefficients are found by matching the fields inside and outside
of the particle. In monochromatic case, it is sufficient to consider only the conditions
for the tangential components of E: and H. The conditions for the normal components
of B and D are then fulfilled automatically. Boundary conditions yield:

i 1 d i 1d
' — Lgo < 101
o’ ap(l,m) - il U CLD) i g (m) == [rhlen)]l,—, . (3.101)
1

- ayy(1,m) ji(gna) = agf(l,m) hy(qa) , (3.102)
ag(l,m) ji(gna) = ag*(l,m) h(qa), (3.103)

2 in 1 d . () ou 1d
n apr(l,m) ~ — [r jilgnr)]|,—, = . ajy' P [r hu(qr)]l,—, - (3.104)

Here, hi(qr) = hl(l)(qr). Quite importantly, the equations for the electric and
magnetic multipoles of different order appear to be independent. Therefore, each of
multipoles has its own set of eigenmodes:

d d [
= rh _ 1 4 _
i Py L g ?l(qm“)ﬂr_a , electric multipole of the order /

hi(qa) n?  ji(qna)
(3.105)
a2 [P ai(qnn)l,_,

L0 )| . .
= : , magnetic multipole of the order /.
hi(qa) ji(qna)
(3.106)

The degeneracy of the modes with respect to m is due to the spherical symmetry
of the particle. Taking the limit n — oo (or just imposing boundary conditions
corresponding to the perfect conductor), we derive the boundary conditions for the
ideally conducting sphere:

d

o [ hi(qr)]|,—, = 0, electric multipole of the order / (3.107)
”

hi(ga) = 0, magnetic multipole of the order / (3.108)

Note that since the Hankel function is complex, the modes of a spherical particle are
also complex. The imaginary part of the mode frequency is associated with losses
(Wi = wy,, — wy, with wy, > 0). Therefore, solving the equations with respect to
the mode frequency, we con81der only the solutions with negative imaginary part
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of frequency.
It can be shown that the solutions for magnetic modes of PEC sphere are purely
imaginary, whereas the solutions for electric modes have some nonzero real part.

3.6 Mie theory: scattering of a plane wave on a spherical particle

Decomposition of a plane wave into the spherical ones
A scalar plane wave can be decomposed in terms of scalar spherical harmonics
in the following way:

oo

eikr cost _ Z z'l (2l + )]l(kr Pl COSQ Z 41 2[ + 1)]1(]{7“) Y (07 90) :

1=0

(3.109)
Based on this expression, we now derive the expansion of a plane wave propagating
along z axis with electric field

E = (e, +ie,) ™ =e, ™ (3.110)
H=e, xE=TiE. (3.111)

Since vector spherical harmonics form a complete basis, and the field of a plane

wave 1s regular in the coordinate origin, the general expression for expansion of
this kind is

00 l - . _

E=Y Y %ai(l,m) rot [j1(kr) Xom] — b (l,m) ji(kr) Xom| 5 (3.112)
=1 m=-1 * -
00 l - . _

H=Y" Z s (L m) k) le+%bi(l,m) ot [i(kr) Xin] | - (3.113)

=1 m

Since H = FiE, a+(l,m) = +ibL(l,m). In turn, b (I, m) can be calculated by
projecting E onto the vector spherical harmonics:

be(l,m) j(kr) = — E-X*mdQ:—/e““Z e, Lie,)  ——— Y, d0 =
L) ithr) = - [ B X, (or tiey) -~
(ﬁ;i@i;) <40 =

Y A L S
| o=

e (LY ) dQ =
s |
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_ (l + m) (l +m+ 1) ikr cos 6 * (3.109)
_ \/ e / e et (v ) d O (3.114)
_ _\/(li"”;zg W)”H) Ot i /4 (20 + 1) ji(kr) . (3.115)

This yields

bi(l, m) = _5m,:|:1 il 4 (2l + 1) ,ai(l, m) = :|:5TrL,:|:1 il+1 4 (2l + 1) .
(3.116)
As a result, the decomposition of the incident plane wave into the spherical ones

takes the form (¢ = w/c):

E) = Z VA (204 1) { — rot [j1(qr) X 41] —l—jl(qr)XZﬂ} :
= Z it \/Am (20 + 1) {qnjl(qr) Xi41— P rot [7;(qr) Xl,:tl]} . (3.117)
I=1

Decomposition of the fields inside and outside the sphere
The field outside the sphere (r > a) E°" = E, + E,, where E, denotes the
scattered field, which can be also expanded into the spherical harmonics as follows:

= a(l |
E = i Ar 20+ 1) F iq() rot [h}”(qr)xl,ﬂ] — b () RV (gr) Xy |

ibx (1)

H, =Y i /A 20+ 1) [iiai(l) htY (gr) Xpo1 + rot [hl(l)(qr) Xl,ﬂ_] ,

(3.118)

where we introduce expansion coefficients a, (/) and b.(l) linked to the standard
multipole coefficients as follows:

ag(l, m)—IFil_l 47 (204 1) ax(l) 61 (3.119)

anr(l,m) = —i' /A7 20+ 1) bi(l) Sy . (3.120)

The fields inside the sphere (r < a, k = gn), according to Sec. 3.2, can be
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expanded as

A Ry as(l , N ]
E" = - Z it /A (20 + 1) [IF ik:( ) rot [5;(kr) X;41] — bu (1) Ji(kr) Xp 1]
I=1 |
3.121)
in __ - ] - . igi(l) ,
H" = Z i \Ar 2L+ 1) (Eiag (1) gi(kr) X1 + rot [7;(kr) X 1]
=1

(3.122)

The boundary conditions (the continuity of the tangential components of the electric
and magnetic fields) yield the following set of equations:

—ba(1) jilana) =j(ga) — bs (1) h(q0) (B, Xp1) (3.123)

Zgzg) dii r ji(gnr)]|—, = — qi& d% [rii(ar)]l—q +
P20 L o an]| 2, G129
+idi (1) ji(qna) = F iji(qa) £ias (D) bV (ga) (H,X;11), (3.125)

igzgg @ pr g = £ - i) F
= az—g) [7’ hl(l)(qr)] (BZiw). (3.126)

Hence, the Mie coefficients a.(l) and b () are defined as follows:

0 (1) = jilqa) [rgi(qnr)]’ —n? ji(qna) [rji(qr)] :
hl(l)(qa) [7ji(gnr)]” — n? 5i(gna) [Thz(l)@r)]/ (3.127)
(qna) |
(gna)

bo(l) = Ji(qa) [rji(gnr)] — ji(qna) [rji(qr)]
hl(l)(q@) [r31(gnr)]) — 5i(gna [th(qr)]/ ’

where the derivatives comprising this expression are evaluated for » = a. Note also
that a,(I) = a_(l) and b, (I) = b_(l), therefore from now on we omit + subscript.
The coefficients a(l) and b(l) describe the contribution of electric and magnetic
multipoles, respectively. Therefore, they have poles at complex frequencies
corresponding to electric and magnetic multipolar modes, respectively
[cf. Egs. (3.106), (3.105)]. Note that these designations are consistent with those of
Bohren-Huffman book.

Results for multipole radiation
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Using the results from Sec. 3.4, we find the scattering pattern of the multipoles
excited in the sphere:

dPl +1 C ‘E|2<2l + 1) 9 9 9 9
— = [ b(l [(I+1)Y 21Y;
5 = sgie LeOF + PO [+ Mol +2[Ya+

+(1=1)(1+2) Y] . (3.128)

Total power scattered by the sphere

C‘E|2 - 2 2
P, = v > @+ 1) @)+ )] - (3.129)

=1

The scattering cross-section defined as the ratio P,./Sy, reads:

_27roo

7 20+ 1) [la@)]” + [p()[] - (3.130)

=1

Additionally, it can be noticed that a(l) = (1 — e*%)/2 and b(l) = (1 — €%%) /2,
where the phase shifts 6; and ¢; are defined as

em:_ < a) [rjilgnr)) — n” ji(gna) W”i @) 5
< a)lrji(qnr)} = n2 ji(qna) [rhy" (qr)]

i < a) [rjilgnr))’ — jilgna) [rhf(qr)]’ | G.132)
1 (ga)[rii(gnr))! = Gi(gna) [rhy (gr))

With such definitions, the scattering cross-section can be expressed via the phase
shifts as follows:

2T .
— o (21 + 1 sm2 & + sin? o] , (3.133)

=1

which is analogous to the formula for the scattering cross-section in quantum
mechanics.

Extinction cross-section

Above, we have evaluated the incident power scattered by the sphere and
calculated the scattering cross-section. However, some part of the incident power
can also be absorbed inside the particle. To take into account both of these mechanisms
leading to the loss of incident energy, it is convenient to introduce extinction
Poxt = Paps + Pc.

Electric and magnetic fields are presented as a sum of the incident and scattered
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waves: E = Eg + E;, H = Hj + H;. Hence, the time-averaged Poynting vector

S =" Re[E x H|

8
— © Re[Ey x Hi] + = Re[E, x H]+ — Re[Ey x H' + E, x HY] .
3 _ 3 _ 3 _
So S. Seu
(3.134)

Next we integrate Eq. (3.134) over the closed surface placed in the far field of
the scattering object and surrounding it. Taking into account that the energy of the
incident field is conserved without an object, i.e. § Sp-ndf =0, we get

Pus = — j{s ndf = — j{ss-nd{—fsm-ndf. (3.135)

A

-~

—P,

Identifying — ¢ S - ndf with absorbed power and ¢ S, - ndf with the scattered
power, we deduce that extinction is given by

PextEPabs‘l‘Psc:_%Sext'ndf:_%S%RQ[EOXH:‘l‘ESXHS]‘ndf,

(3.136)
where, in our case, the incident field is given by Eq. (3.117), and the scattered field
is given by Eq. (3.118). In these expressions, we apply Eq. (3.43) and omit the
radial components of the fields, which are negligible in the far-field zone. In fact,
we do not even need to use the far-field asymptotics for the spherical Bessel and
Hankel functions, since

i) [rhf@)] — @) i) = (3.137)

Using this identity and orthogonality of vector spherical harmonics, we deduce that
P = 2— Z (20 + 1) Re [a(l) + b(1)] | (3.138)

and, since Sy = ¢/(4 ), the extinction cross-section is equal to

- 2q—j (21 + 1) Re [a(l) + b(1)] . (3.139)

=1

Clearly, in the lossless case the extinction cross-section is equal to the scattering
cross-section, which yields an identity Re a(l) = la(l)]* or, equivalently,
Re a1(I) = 1, which is also straightforward to see from the expressions for Mie
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coefficients Egs. (3.127).

Evaluation of sphere polarizability

Let’s assume that the incident wave has polarization E = e, 4+ e,. Then it would
excite the dipole moment with d, = i d, rotating in Ozy plane counter-clockwise,
which is associated with the multipole coefficient ag(1,1) = —v/ 127 a(1). On the
other hand, the same multipole coefficient is defined via the dipole moment of the
particle as follows [Eq. (3.64)]: agp(1,1) = i¢® /47 /3 (d, —id,) = 2iq® \/47 /3 d,.
Since the strength of the field E, is equal to 1, d,. is equal to the particle polarizability.
Thus, we derive the following result for the particle polarizabilities:

T
ag = 2—23 a(l),

7 (3.140)
ot = = b(1)

This said, the polarizabilities of the sphere are related to a(1) and b(1) coefficients
in Mie series. Clearly, the polarizability tensor of the sphere is isotropic, which is
fully consistent with the symmetry of the particle.

Equation (3.140) yields an important identity for the imaginary part of inverse
polarizability:

2ig® b (qa) [r(gnn))’ = n* jilgna) [rhy" (gr))

3 gilga) [rignr)] —n? ji(gna) [rjlqr))
(3.141)

2iq>
ap' = —=Fa (1) =

3

Here, hl(l) = 7; + i ny, where both j; and n; are purely real functions. Hence, for
any [ Rea™!(I) = 1 and similarly Reb~!(I) = 1, and thus

2 3
Imaglz——q,
3. (3.142)
—1 2q
Im ay :—?.

Equation (3.142) is known as Sipe-Kranendonk condition, and it is valid not only
for spherical particles, but also for any lossless dipole scatterer. This imaginary
correction to polarizability is associated with the radiation losses.

In turn, the real part of the inverse polarizability of a small dielectric particle
can be expanded in series with respect to the parameter £ = ga. The leading-order
terms read:

- 1l e+2 3€6e-2
Re ap' = — —
¢ ade—1 5Hate—1"

(3.143)
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1 30 10 265
-1
Reay' = ms =7 ~ 71 c 1 (3.144)

Quite obviously, in the low-frequency limit ¢ < 1 only the electric polarizability
remains, whereas the magnitude of the magnetic polarizability is proportional to
the square of frequency.

Quadrupole polarizability of the sphere

In a similar way, we can also calculate the quadrupole moment of the sphere
induced by the gradient of the external field. We define the quadrupole polarizability
as

;-Ej =agpq (0, E; +0; E) (3.145)
b= anq (0; Hj + 05 Hy) (3.146)

ij
Scalar form of the quadrupole polarizability is dictated by the full rotational
symmetry of the sphere. Note that quadrupole polarizability of a less symmetric
object will have a more complicated tensorial form. The derivatives of the field
here are calculated at the center of the sphere. Below, we calculate the electric
quadrupole polarizability, whereas the calculation for the magnetic polarizability is
fully analogous.
Assume that the incident wave has the field profile E = (e, +ie,) €'%*. Then
the only nonzero components of the quadrupole moment are:

OFE, OF, _

13 =Qy = aEQ ( B + o7 > = 19 QEQ , (3.147)
OFE, OF, ,

Q3 = Q% = anq (6—;’ + 5 > =iQk . (3.148)

On the other hand, we have the relation between the multipole coefficients and
the multipole moments, Eq. (3.58):

. 2
) \/6 1

m=—2

Next, due to the form of Mie solution Eq. (3.119), for the given wave polarization
only ag(2, 1) is nonzero. Scalar spherical harmonic

15 - 15
Yo = —y/=—sinf cosfe¥ = —y/ —n3 (n1 +iny). (3.150)
8w 8w
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Therefore, Eq. (3.149) yields:

@ <—Z'V20M(2>> <\/§n3 (n1+z’n2)> — igagqns (ni+ing). (3.151)

q

Finally, we derive:

15

apq = —a(2),
T (3.152)
152

aMQ = ? b(2) .

Since in the lossless case for all Mie coefficients Re a~!(n) = Re b™(n) = 1,
imaginary correction to quadrupole polarizabilities reads:

. 5
Im O‘E&Q = Im ai/[b = —% : (3.153)

The latter condition can be associated with energy conservation for the quadrupole
source. In the limit g a < 1, the quadrupole polarizabilities are given by

e—1 o
2 +3 (3.154)
105 14

OzEQ ~

aMQ ~

Note that Eq. (3.154) agrees with the solution of electrostatic problem for the sphere
placed in the field of a point charge, see the book by Stratton for details.

Most importantly, even though the dipole and quadrupole polarizabilities were
extracted from the Mie solution describing the scattering of a plane wave, they can
be applied to arbitrary arrays of spheres interacting with each other via their near
and far fields.
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