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Foreword

The beginning of quantum theory of light is the year 1900, when Max Planck explained the
spectral distribution of thermal radiation (electromagnetic radiation generated by the ther-
mal motion of charged particles, constituents of all matter) by introducing an energy quan-
tum hw of the harmonic oscillator. Albert Einstein was the first one who used this idea for
the explanation of photoelectric effect in 1905. Two years later, Einstein used quanta of har-
monic oscillations to explain the vanishing heat capacity of solids at low temperatures. In
1913 Niels Bohr realized that atomic structure can be understood from the quantum per-
spective only. In 1925 Erwin Schrédinger formulated the quantum theory, which allowed
describing a hydrogen atom. These were only the first steps that showed the importance of
quantization in modern physics. At present time quantum theory has evolved into universal
theory, the base for the real world.

This course is devoted to the essentials of electromagnetic radiation and its interaction
with atoms and classic gravitation field. Radiation is considered as a quantum phenomenon,
being a collection of modes of the radiation field. Each mode corresponds to a quantized
harmonic oscillator. Quantization of radiation produces zero-point oscillations of the elec-
tromagnetic field, which correspond to the zero-point energy. These vacuum fluctuations
have no classical counterparts. Vacuum fluctuations can explain the Casimir effect, inter-
atomic and inter-molecular van der Waals interactions, Unruh and black hole (Hawking)
thermal radiation, and many other physical phenomena. Furthermore, there are reasons to
assume that Universe itself was born from a quantum fluctuation (see E.P. Tryon, Nature,
1973).

In this short course, some general problems of quantum field theory are considered.
Among them, the effects of the classical gravitational field on quantum excitations in the
Planck limit and the structure of the Universe on the Planck scale are considered. In partic-
ular, the original quantum mechanism of the expansion of the Universe on the Planck scale
is presented, which made it possible to express the temperature of 2.7 K of the relic radiation
involved in this process through Hubble constants and universal ones. We also consider
a number of problems of interaction of quantum radiation with atomic systems that are
traditional for quantum theory courses, such as coherent, squeezed, mixed and entangled
states, Rabi oscillations, self-induced transparency, Dicke superradiance. The course also
includes the theory of resonant secondary radiation of optical centers in crystals, developed
at the Institute of Physics of the Estonian Academy of Sciences fifty years ago. In this the-
ory, based on the Heisenberg-Kramers formula, the optically excited (secondary) radiation
of the center is represented as the sum of Rayleigh’s and Raman scattering, ordinary and hot
luminescence. The derivation of the Raman scattering transformation method developed
in this theory, which allowed us to link the excitation profiles of Raman scattering with the
absorption spectrum, is given.

This course of lectures, with minor changes, has been held at the Physical Department
of the University of Tartu over the past few decades. It includes quantum effects of the elec-

iii
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tromagnetic field from cosmological to Planck scale. The course is translated from Estonian
into English by V. Boltrushko.
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1.1 Quantization of the electromagnetic field

1.1.1 Mode expansion of field operators

In quantum theory physical quantities are set in correspondence with operators (see [24],
[29]). Any physically measurable quantity has the corresponding Hermitian operator (a lin-
ear operator on a Hilbert space that equals its adjoint).

The relations between operators are the same as between quantities in classical physics.
Therefore, we begin studying radiation with the classical electromagnetics. In this theory a
source-free electromagnetic field is described by the wave equation:

va’—ia—zA’:o (1.1)
c2 0t? '
where A is a vector potential (defined by the gauge condition). In a free space without
sources of radiation, divA = V- A = 0 (the Coulomb gauge).

In classical physics A is not an observable/measurable quantity, unlike the magnetic and

the electric field strengths, defined by A:

H=VxAE=-V 0A _ 04 (1.2)
= X = — _—_— .
Ho ’ NPT



2 CHAPTER 1. BASIC EQUATIONS

In quantum theory vector A is also observable, as demonstrated by the Josephson effect or
the Aharonov-Bohm effect).

Field quantization by plane wave expansion

Consider a cubic cavity (edge length is L) with perfectly conducting walls (electric field van-
ishes on them). Applying periodic boundary conditions produces a space consisting of pe-
riodically placed cavities. Then vector A is periodic in three mutually perpendicular direc-
tions:

Ax,y,2) = A(x+nL,y+ 1L,z +mL),

where n,l,m=0,+1,+2,... If we take L large enough, the field properties should not depend
on the magnitude of L or boundary conditions.

Vector A can be expanded in series of harmonic waves (modes, i.e. the plane waves with
a given polarization) having different propagation directions, frequencies and polarizations:

A=} Ageltrmior, (1.3)
k

Series expansion of E and H can be done in a similar way. Equation 1.3 is the solution of the
initial Equation 1.1, by substitution one gets

2
w T
Z(_k2+ 2)ezkr lwt:(),
2 C

from which it follows that k = w/c.
The parameters of modes k should be taken to satisfy boundary conditions. Only the
following set of components is valid:

2m 2n 27
{kx = Tvx» ky = Tvy; k.= _Vz};

where vy, . = 0,£1,£2,... are positive and negative integers. Wave vectors define a cubic
lattice with lattice constant 27/ L.

In case of periodic boundary conditions the radiation field is considered as a collection
of modes, and each mode is a discrete object with a corresponding value of k.

Equation 1.3 can be presented as a combination of harmonic functions sin(k7) and cos(k7),
instead of /¥, One such solution

. 2xvy\ . (27YyVvy\ . (27mzv
E. (7 1) :Ec.x(t)cos( I x)sm( I y)sm I £
27T XV 27T YV o ¥4%

{ Ey(F, 1) :Eoy(t)sin( x)cos( Z y)sin T z (1.4)
27XV 2nyv 27XV
E.(7, 1) :EOZ(t)sin( T x)sin( Z y)cos 3 £

satisfies both periodic boundary conditions (including the longitudinal components of the
field on the walls, (y,z=0; z,x =0,L; x,y = L,0) become zero) as well as field transversal
condition V- E = 0 in all points of space, when k-Ey = 0 if

kx=2mvylL, ky=2nv,/L, k;=27v./L.


https://en.wikipedia.org/wiki/Josephson_effect
https://en.wikipedia.org/wiki/Aharonov-Bohm_effect
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Periodic boundary conditions mean that the solution does not change if we make a sub-
stitution r — r':

re(x,yz)
r'e(x+2nL,y+2lL,z+2mL), n,l,m=0,£1,£2,..

where 2nL is the displacement in x-direction.
If kL = 2nv,, then we have a periodic function in the exponent. Consequently, periodic
boundary conditions are indeed satisfied if
21 21 21
kx = Tkay = TVykz = TVZ
Wave vectors constitute the cubic lattice with lattice constant 25/ L.
The condition V- E = 0 gives us

b - 2T XV 2T yv 27mzV
V.E:(Eo.k)sin( . x)sin( Zy)sin( ”z Z):o. (1.5)

This holds for all points in the space, if the field is transversal (vectors E and k are orthogo-
nal), that is Ey-k = 0. Transversality of the field, i.e. V- A=0, k-A =0, results in two possible
polarizations. In other words, for every k there are 2 modes with different polarizations.

Density of modes

In the k-space, let us find the number of modes in the range of (k, k+dk), where dk is rel-
atively small. For the large number of modes we assume that 27/L < dk. Corresponding
volume of a spherical shell is Vi = 4wk?dk. One mode corresponds to a volume (27/L)3.
Thus, the number of modes in the volume V. equals

Vi k?

_ 3
2=—L%dk

Np=—*
kT 2n/L)3 T

(the factor 2 takes into account two polarizations), which gives the number of modes in unit
space (density of modes in k-space)

N k* k?
pkdk:L—;C:?dk > pp=— (1.6)
Transition to the frequency domain gives

2 2
do = py=

prdk=pydow = @ (1.7)

m2cd m2cs

Density p,, ~ w? grows rapidly with a frequency in the three-dimensional space. In two di-
mensions, the density is a linear function of frequency: p,, = w/(c?), and in one dimension
itis a constant: p, =1/c.

Summary

Electromagnetic field is defined by the mode expansion of the vector potential:

A: Z(A%eik?_iwkt+gie_ik?+iwkt), (18)
k
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where A is real, ﬁk— is complex, and w = wy = kc. Electric field vector is

-

. 0A e e e
b= _E _ 'Za)k(A%elkr_lwkt—Aze_lerwkt) (1.9)
k
and magnetic field vector is
o T 7.0 7 iki—iwrt (7. 7%\ —ikF+iopt
H_VxA_z% (e Ag) e/Fr-iont — (F x Ay o= R iont], (1.10)

1.1.2 Creation and annihilation operators

We start quantization by establishing relations between modes and operators. The vector

potential operator A can be expressed in terms of the generalized coordinate operator Qy
and the generalized momentum operator Pj:

j{kz éAkZ (4£0Vwi)_1/2 (a)kék+i15k), (1.11)

here € is the unit polarization vector, £ is the vacuum permittivity, V is the volume, OZ = Qy,
Py = Py, and

At 2\—1/2 A . A

A} = (4e0Voy)  (0kQr—iPy). (1.12)

(For the sake of simplicity, the sign of vector in the index k is omitted.) The energy operator
of the mode can be written as

A N 1 A A
Hi = B2+ 02 = 405 | Akl = v (0T Q5+P%) (e0=1),
which gives the Hamiltonian of the electromagnetic field

H= ; (w7 Q% + P3). (1.13)

The energy of EM-field is the sum of the energies of harmonic oscillators. Consequently,
each mode of the field is dynamically equivalent to a harmonic oscillator.

Quantization can be done, if we assume that Q. and Py, are the operators that satisfy the
following commutation relations:

[Qk, Pr] = iRS ki,

3 A 5 b (1.14)
[Qk, Qx| = [Pk, Pr] =0.

As a next step, we go to dimensionless operators:

N [Wk (A . oA . Wk , A A
ay = z_g(Qk+lkak)’ aZ: z_g(Qk_lkak)'

The creation operator a' is the Hermitian conjugate of the annihilation operator a. It follows
from Equation 1.14 that the commutator of these operators is

|ax,af] =1.
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Note that operators of the different modes commute:

@ al,| =1awav) = [al,al| =0, k#K.

Thus, for
Qi = I (&k"‘&T) (1.15)
20 k
and
A . h(l)k R At
Py =—i T(“k_ak) (1.16)
we get (see Equation 1.8)
A=Y A=Y/ — 8 age™or s ot gmikT 1], (1.17)
— kT =\ 2ggVwy LK k '

. A 1
H:ZH%:Zhwk(d£&%+—). (1.18)

The vector potential A (see Equation 1.17) defines the potentials of the electromagnetic field
in second quantization formalism:

i%?-iwkt_&£e—i%?+iWkt]’ (1.19)

N . A S o
H=iY (kxé \/—[arelk"””kf—aie"’““‘“k"]. 1.20
%( x e) 260V L K k (1.20)

Note that j I:I I_:f ﬁ[ are all Hermitian.

D
4
Q

Let us prove that the operators 4" and d act as the creation and annihilation operators of
photons.

To do that, we define the operator 71 = ata. This operator has eigenstates |n), such that
inln) = n|n).

Let us see how operator a' affects the state |n). The energy operator (Hamiltonian) is given
below (for simplicity we consider a 1-mode case):

H=hw@h+1/2).
In stationary state H\n) = E,\n) = hw (n+ 1/2) |n), thus
na In) aaa*ln) 61+1)|n) (n+1)aT|n>

and
Ha'ln) =hw@ta+1/2)a"1ny = a oA+ 1) +1/2)|n) = (B, + hw)a' |n).

We just showed that that the state a'|n) is a stationary state with energy higher than the
energy of state |n). The operator a' is the creation operator, which rises the energy by a
quantum Aw. Similarly, we find that operator a is the annihilation operator:

Halny = hw@'a+1/2)aln) = aho(@'a-1)+1/2)|n) = (E,, — hw)alny.
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The energy of a harmonic oscillator cannot be negative, since both potential and kinetic
energies are assigned to a square of measurables (real quantities). Repeatedly applying
the annihilation operator, we reach the minimum energy state, denoted by |0). Since
there are no states with lower energy, a|0) = 0. Repeatedly applying the creation operator
to the state |0), we obtain n positive integers 1,2,3... and equidistant energy levels E,, =
hw (n+1/2).

The state of lowest energy (n = 0) has energy hw/2. This energy is known as zero-point
energy. It should be noted that the existence of zero-point energy is a purely quantum phe-
nomenon: it disappears at the boundary of classical physics 2 — 0.

1.1.3 Planck scale: energy, time and length

From known physical constants: ¢ (speed of light in vacuum), G (gravitational constant),
h = 2nh (Planck constant) one can derive quantities with the dimension of energy, length
and time. For example, we can take a length dimensional quantity

Lp~VhG/c3 ~107%m,

known as Planck length. There is reason to believe (see below) that Planck length is the
smallest possible length. By dividing Lp with the speed of light, we get the Planck time

tp=Lp/lc =5x 10~ *s,

This time also determines Planck energy

[ hcd
Ep~hltp = F ~1.22 x 10'°GeV = 1.956 x 109] =~ (0.5433 MWh.

We can summarize as follows (Table 1.1):

Table 1.1: Planck scale

Quantity Equation SI units
he® 19
Planck energy Ep= < 1.22x 10" GeV
hG
Planck time tp=\/—  5.39121x 1075
c
hG _35
Plancklength Lp=4/— 1.616252x107° m
c
Ep "
Planckmass ~ Mp=— 2.177x10"° kg
c

1.2 Zero-point energy and Casimir effect

1.2.1 Zero-point energy of electromagnetic field
In the stationary state, the energy of mode k is

Ep=hoi(np+1/2)  n;p=0,1,2,...
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(in each mode there are n; photons), which gives the total energy of the field

E= Zhwk (I’l% + 1/2).
k
In the zero-state, all n; = 0 (there are no photons) and the zero-point energy (vacuum energy)
yields
Ep=) hwil2.
k

Other fields also contribute to the energy of the vacuum, for example, in the Standard
Model, the gauge fields, the fermion field and also the Higgs field.

Zero-point energy arises from the Heisenberg uncertainty principle - there is no state
in which the system is immobile in the bottom of the potential well - the coordinate and
momentum cannot be precisely determined simultaneously. The lowest energy state (the
ground state) must have a coordinate and momentum distribution that satisfies the uncer-
tainty principle. In other words, the energy of the system must be higher than the minimum
of the potential well.

Let us estimate the value of the zero-point energy. Since Lp is the minimal possible
length, m/Lp is the maximum possible k. The zero-point energy density is

-1

P
: fkpkdk_ fk ”2L3 (1.21)
0

where Planck density is
Pp= E P / L:;).

This is a tremendous amount of energy, ~ 10'%7 Joule per cubic centimeter of vacuum.
Historically it was assumed that vacuum corresponds to the minimum possible energy
that does not occur in real processes. In 1948 the Dutch physicist Henrik B.G. Casimir pointed
out the fact that the vacuum state can be altered by changing its energy. He showed that a
typical optical resonator affects electromagnetic modes and therefore their zero-point en-
ergy. For example, in the case of the simplest resonator - two parallel reflective (metallic)
plates - the zero-point energy decreases with the distance between the plates. As a result,
the distance between the plates shrinks (the Casimir effect), and the corresponding attrac-
tive force (called the Casimir force), although it is very weak, was nevertheless measured.

1.2.2 One-dimensional Casimir effect

Allowed k-values give the zero-point energy

hck hcm 'm

Ey= Z Z Z n. (1.22)
n=1

k k

If a — oo, then the sum is replaced by the integral

Ey=— f kdk. (1.23)
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To calculate the Casimir force, we need to find the difference between two gigantic num-
bers Ey — E'g. In order to avoid infinity, the procedure of the quantum field theory called
regularization is used. We introduce a parameter dependent variable, which makes the sum
finite, and eliminates this parameter from the theory by choosing the suitable limits. Casimir
added an exponential damping factor to this sum by replacing the regular value

[e.0)
Y n— ) ne ",
n n=0

where y = an/a, a is a cutoff parameter (of length dimension),

-y
i ne—yn:_i 3 e_Y”:—i 1 = € = 1 .
=0 0y 1=o Oyl—-e? (1-e")? (e¥/2—e1/2)?
We get
hen 1
Eo=

2a (er/2 - e—y/Z)2 )
By series expansion for small y,

(72— e-v12)2  y2 12 |240
Thus,
B hnc( 1 1 . )
T 2a \y2 1277)
which has a regular, cutoff-independent part
mhe
Ereg=—7—— (1.24)

24a’
In the one-dimensional case, we get the Casimir force
OE nhe

g =2 =—==——. 1.25
cas oa YV ( )

A modern approach uses the Abel-Plana formula, which allows to calculate the sum us-
ing an integral (see Appendix A):
F(n) :fF(t)dt— EF(O) + zf
0 0

F(if) - F(—i
(lt)2 F( ”)dt.
et — 1

18

1

n
In the one-dimensional case D = 1, F(n) = n and the regular part of zero-point energy equals

nhe | [lit=(-in)dt  mhcB,

i = ,
2a emt — 1 2a 2
0

(1.26)

Ereg =

where B, stays for Bernoulli number. Bernoulli numbers are determined by the integral
0o
Bon = (—1)”‘14nf
0
By=1,B;=-1/2,B,=1/6,B3=0,B4=1/30,
hence Ereg = —mhc/(24a), and the Casimir force is
OE mhe

Feas = — =

da  24a®
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1.2.3 Casimir effect in three dimensions

Let us have two infinitely large, plane-parallel metal plates (for the boundary conditions to
be as simple as possible) with an area of zy-plane as L. The spatial dependence of the field
between the plates is given by Equation 1.4. It follows that

TV x
rk :_)k = ’
a’V L7 L

Vo, Vy,Vz=0,+1,£2,..,,

kx:

Ey(2) = aneiwt

When L — oo, the density of modes is p(k) = k?/7?, where the wave vector is a continuous

variable:
2
:\/k§+kf,+k§:\/(ﬂ—;) +k2+ k2, w=ck.

The zero-point energy yields

_he _he S [(mny2? 9 9
Eo_7§k_7fdkyfdkzn; (7) + k2 + k2

In the limit L — oo,

he [ kdk & 2
- c (nn) 2
2 T 50 a

0

Here k* = kj, + k2. Introducing a dimensionless quantity

yields
oy [EE S T ome - 22 [aaa & e
0

We use the Abel-Plana formula to find the regular value of energy:

= g.
e2nt 1 2(13

R ez e

Let us calculate o :

¥ (D)2 +qg%— /(=i + q?
:fqdq f R -V
0

eZnt 1

Wl

:fqdq l ezm 1
0 L q

We change the order of integration and introduce a new integration variable x:

qg=tx, dg=tdx,
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(o] t
1 /
U:—Zfdtmquq t2_q2: f fdxx 1- x2
0 0

(e.e]

f e27rt

0

We get

where the integral over ¢ is the Bernoulli number B4/8 = 1/240 (see Equation 1.27), thus
o = —1/360 and the corresponding zero-point energy is

3 hen?
EO,reg = _—720a3; (1.28)
which gives the Casimir force per unit area (i.e. pressure)
aEO reg JTzhC
Fue=— Lo — ) 1.29
s da 240a* (1.29

If L = 10 cm (hence the size of the plate is L? = 10~2m?) and the gap between the plates is
a=10""m, then
Fcas ~ 0.13N

= Pgas ~ 1.3 x 10~ *atm ~ 13 Pa.

As we can see, the Casimir force is proportional to the Planck constant, so it lacks an analogy
in classical physics.

1.2.4 Casimir force in experiment

The first measurement attempt was made by M.J. Sparnaay in 1958, but only at the begin-
ning of 1997, Steven K. Lamoreaux announced the first correct attempt to test Casimir force.
Apparently, zero-point energy can be directly observed in the experiment and this energy is
affected by the matter.

How does the zero-point energy of an electromagnetic field change if you place two
plane-parallel metal plates at a distance of a?

Consider the zero-point energy of the electromagnetic field per unit area (see Figure 1.1).
This energy depends on the distance between the plates. The waves propagating between
the conductive plates must satisfy the boundary conditions: the cross-component of the
electric field must be zero at the surface of the conducting plate; on the conducting sur-
face there is a nodal point of the wave. Therefore, there can be only plane waves between
the plates having integer number of half-wavelengths. In other words, only waves of length
Ak = 2aln are allowed to propagate between the plates. Allowed wave vector values are
k=2n/A=nnla.

If we reduce the distance of a twice, half of the modes disappear, thus reducing the zero-
point energy between the plates and creating an attractive force. At a distance 1um, this
forceis ~ 1078 N.

Casimir force can be considered as a special case of the van der Waals forces, which gen-
erally act on a small distance between macroscopic bodies whose surfaces form partially
open resonators.
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Figure 1.1: Casimir force between two parallel plates.
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Figure 1.2: Casimir effect measurements (from Sparnaay, 1958).

The following device has been proposed for experimental verification of the Casimir ef-
fect [32].

In the experiment, the voltage drop has been measured when moving a tiny wagon (see
Figure 1.2). Despite the large measurement error (~ 50 %), the force has been registered.
Later tests have been performed many times. The distance between the plates has been
reduced down to 2 — 3 A.

Vacuum energy often manifests itself in experiments:

* between two plane-parallel plates, one of which oscillates;

with a vibrating mirror;

with accelerated moving detector;

with the black hole radiation (vacuum decay).
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1.3 Energy of vacuum

1.3.1 Universe as a quantum fluctuation

USA theoretical physicist Edward Tryon (see [33]) presented a model according to which
our Universe is a quantum fluctuation with a zero net value of energy. Let summarize his
hypothesis.

Universe appeared from nowhere around 10'° years ago. At this point there was no need
to break the conservation laws of physics. It means that in such Universe the net value of all
conserved quantities must be zero.

There are two kinds of conserved quantities: continuous and discrete. Discrete quanti-
ties characterize elementary particles (electric charge, etc.), they have the same magnitude,
but a different sign for particle and antiparticle. The discrete conservation laws require that
the Universe created from nowhere must equally contain both matter and antimatter.

For cosmology, the most important is the energy conservation law. Although matter and
energy can be converted to each other, the total energy must remain constant, even if each
part of matter gets energy mc>.

The Universe has a huge amount of rest mass energy, which seems to prevent creation
of the Universe from nothing! But let’s not forget that there is another important form of
energy for cosmology, namely the potential energy of gravity. The interaction of the mass m
with the rest of the Universe produces the gravitational energy

Ec ~-GmMIR,

where M is the total mass of the Universe limited by the Hubble radius R = ¢/ H, H is the
Hubble constant. The star on a distance D moves away at a speed of v = H-D, H=77km/s-
Mpc=2.5x10"18s"! — R =~ 1028cm (here Mpc = megaparsec).

1 Mpc = megaparsec = 3.08567758 x 10%m.

The critical density of the mass of the Universe limited by the Hubble radius is

3H* 3¢ 3 mc®RM _ mc*l2 M mc?2
Pe Ec 4nR%/3  Eg

_ — -2 = . 1.30
871G 87RG 81 mMG R® pe (1.30)
Consequently,
Eg = —mc?/2.

The negative gravitational energy of each particle is sufficient to compensate for the pos-
itive rest mass energy mc?. Thus, the mass of the Universe is compensated by the mass-
induced gravitational energy, so that their total energy is zero or close to zero. With this
compensation, Tryon asserts that the energy of the vacuum, as well as of the whole Universe,
is zero (or close to it).

Tryon argues that the possibility of generating the Universe with the zero-point energy
arises from the quantum field theory. According to quantum electrodynamics, the electron,
positron, and photon can spontaneously appear in a vacuum. If this happens, these three
particles can exist only in a short period of time and then annihilate without leaving a trace.
The conservation of energy would be broken, but only during the lifetime At of the parti-
cle, which is allowed with the uncertainty AEAt ~ h, where AE is the total energy of three
particles. This temporary spontaneous particle creation is called vacuum fluctuation.

Tryon suggests that our Universe arose as an energy fluctuation of a vacuum, and con-
tinues to expand.



1.3. ENERGY OF VACUUM 13

The Universe expands because the vacuum energy density of it is slightly less than 0. In
Tryon’s model, this is obvious when considered the particle-free vacuum. Indeed, particles
have been created in the initial fluctuation. Total energy is 0. Part of that energy belonged to
particles, and it is a positive energy. Consequently, the vacuum energy, excluding the particle
energy, must be negative in the case of initial fluctuation and must remain slightly negative
in order to support further expansion.

1.3.2 Gravitational energy of small wave packet

Below the arguments are presented that vacuum energy is a balance between two gigantic
energy of the opposite sign. One of them is the zero-point energy of the fundamental bosons,
which is positive. Another is the gravitational energy of Planck length particles, which we
assume to exist.

First, we show that Planck energy indeed corresponds to the maximum possible absolute
value of one particle’s energy.

Consider a single particle with an extremely small wave packetlength L. From the Heisen-
berg uncertainty principle, it follows that in the order of magnitude

AxAp=h — LAp=h.

If L is rather small, then the momentum p ~ A/L corresponds to a very large relativistic (ki-

netic) energy of the order of

5 he
=pCc=—.
k=P I

Normally, gravity is not taken into account, but here there is a wave packet with a very high
energy and mass, so one should also take into account the gravitational energy of the packet

Fg~ -G
G 7
where the mass m is determined by the total energy: m = E/c?, E = (Ex + Eg). Thus, in the
order of magnitude

E;+ Eg)? E?
—G( ktEg) ¢t
ctL ctL

Eg=
The full energy of the wave packet is

[T LY i

he) L
:(E——C)C—+E2:O, (1.31)
L] G
, 'L hc®
>E°"+—E—-—=0.
G G

There are two solutions of this equation:

E.

hcd (C4L)2 L
i - —_—

) 2
2| - =B [y 14 . (1.32)
G 2G 2G

2Lp) 2Lp

Here Ep = Vhc%/G = 1.22 x 10" GeV is the Planck energy. It is the maximum possible abso-
lute value of energy of a single particle, and gravity does not allow more.
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A hypothetical particle of maximum possible positive energy Ep and mass Mp = Ep/c? =
2.177 x 1078 kg is called Planck particle. For comparison, one of the heaviest observed ele-
mentary particles - the Higgs boson - is about 125 GeV.

It should be noted that the maximum energy of a particle comes from the positive en-
ergy solution of Equation 1.31 (the negative energy solution will be given later). As we saw
previously, the electromagnetic field zero-energy is given by Equation 1.21

kmax

D E
E(,:V?kapkdk:v P
0

3
8m2L;,
where kmax = 1/Lp is the maximum value of wave number determined by the reciprocal
Planck length. The corresponding energy density is

po = Eol Vo = Epl (87 L3).

Photons are not the only fundamental bosons, there are some others that also contribute
to the zero-point energy of the vacuum. That is why the energy density (zero-energy of elec-
tromagnetic field per unit volume) is usually given as

3
p\tac = aEP/LP’

where a = Z/1672, and Z is the total number of bosonic spin states (including anti-particles),
Ep is Planck energy, Lp is Planck length. This giant energy density exceeds by 10%? times the
average energy density of the mass in the Universe.

1.3.3 Planck-scale wave packets of particles with negative gravitational
energy

Let us return to the vacuum energy and its density. It seems reasonable to search for the
gravitational interaction as the compensation for the huge boson-caused zero-point energy
~10'97J/cm3, which, as we we assume, exist. In this, we rely on the negative energy solution
obtained above

2
E =-Ep 1+(—) +— (1.33)

We assume that this solution corresponds to particles with negative energy that are trapped
in their own gravitational field. At first glance, it seems that this assumption is not physical
(it cannot correspond to reality), since it leads to an arbitrarily large absolute value of the
negative energy density E_/L3. However, this conclusion is not true. Here are two facts to
consider:

* Planck length Lp is the only quantity of such magnitude with the dimension of length;
there are no smaller quantities we know of. Similarly, the energy density of negative
energy particles should not have a significantly greater absolute value than Ep/ L?, (see
the next paragraph to justify these generally accepted statements;

 energetically it is benefical if such particles of negative energy exist everywhere in
space and do not overlap. In other words, the considered particles of negative energy
are repelled at the Planck limit.


https://en.wikipedia.org/wiki/Higgs_boson
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The last property follows from the consideration of compound wave packets consisting
from N > 1 packets of small size. According to above equation, a wave packet L >> Lp consist-
ing of N > 1 completely overlapping particles has approximately L/ Lp times higher negative
energy and (L/Lp)® times greater volume than one particle of size Lp. In the same volume
~ (L/Lg)3 particles can be placed, separated by the distance L, (which is greater, but compa-
rable to Lp), having ~ (L/Lp)? times larger total negative energy than the single wave packet
of size ~ Ly. Thus, it is energetically favorable to place aforementioned packets of the size
~ Lp in a space separated from each other by a distance of Ly > Lp. Negative energy particles
form a superstructure of vacuum on Planck scale.

The parameter L, of the superstructure can be found if to suppose that the negative en-
ergy density compensates for the density of the positive vacuum energy density 1017 j/cm?3.
Here we proceed from the Tryon’s hypothesis that only the Universe whose total energy den-
sity is close to zero can exist. According to the above arguments, the vacuum, in addition to
zero-point fluctuations of the bosons, should contain hypothetical particles of size ~ Lp and
energy ~ —Ep. The energy density of these particles is huge and negative, and it compensates
for the huge positive energy density of zero-point fluctuations of bosons.

Here we assume that this generally accepted value of the energy density of the zero-point
state of bosons is not essentially influenced by gravitational interaction due to homoge-
neous distribution of the zero-point energy in space.

1.3.4 Repulsion interaction in Planck scale

According to above presented consideration, the hypothetical particles (fluctuations) with
negative energy should have small size of the order of Lp. To find this size, we take into
account that —E p/L?D is the smallest possible energy density of the negative energy fluctua-
tions. This means that there should exist a mechanism which works against the gravitational
collapse of the fluctuations under consideration. For this mechanism may stand an inherent
repulsive interaction. Such interaction is known in the standard model (see [13]), it is given
by the following fourth order nonlinear energy term in the Lagrangian of the quantum field

¢:

Urep = A((PT(P)Z; (1.34)

where A = 1/2is the dimensionless interaction parameter (for the value of A, see Appendix B).
We suppose that this-type repulsion interaction exists also for the particles under consider-
ation.

In the Heaviside units ¢ has the dimension of energy. In these units in the Planck limit
¢p=Epandlp = E}jl. Then the self-repulsion energy Eyep, is

Erep ~ AEp(Lp/L)> (1.35)

For an arbitrary ¢ we get in SI units
Erep (L) = AEpL}, f ave'.

Unlike the gravitational interaction which is also a nonlinear one and is considered in
classical limit, Eyep(L) is of a purely quantum origin. Therefore a rigorous consideration of
both nonlinear interactions simultaneously is possible only within the frames of the quan-
tum theory of gravitation which is not yet available. However, as it follows from Equations
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1.33-1.34 for small L < Lp the quantum repulsion is much stronger than the gravitational
attraction while for large L > Lp the ratio of them is just the opposite. Therefore, to describe
the large and small L one may consider both nonlinear interactions to be independent.

Let us consider the Gaussian wave packets

¢ (r) = @/ L 32 I (1.36)
where r is the radial coordinate, L/2 is the root-mean-square deviation of r. One gets
Erep = AEp(Lp/v7 L), (1.37)
Eg=-n°?GE?/8Lc*, Eyin =3hc/L,

E_=—-4Epn 3" (L/LP+ \/LZ/L1%+37:3/2/2). (1.38)
This gives the following energy density of the negative enery particles:
Pyac =7 (Erep + E-) 13V21L3, (1.39)

where Ly is the distance between the wave packets under consideration (the factor 3\/§L(3)/ /4
stands for the volume of the unit cell of the close-packed structure). The dependence of the
energy density of the fluctuations with negative energy on the distance Lybetween them for
A=1/2 (see Appendix B) and three different values of L; = Ly—L/2 is given in Figure 1.3.

T T T
0 [ -
Prac
pp 011 )
_0_2 L _
—0.3 | | | |
1.5 2 2.5 3 3.0 4

Lg rfJ Lp

Figure 1.3: The energy density of the quantum fluctuations with negative energy for three values of
L, = Ly—L/2 (L is the space size of the fluctuation): 1) 1.9 Lp (upper curve), 2) 1.75 Lp (middle curve),
3) 1.6 Lp (lower curve); L is the distance between the fluctuations.

For L, = 1.75 Lp the absolute value of the minimum of the calculated negative density of
energy coincides with the energy density of the zero-point fluctuations of bosons = 0.2 pp
(middle curve), and the total energy density of vacuum is zero. In our model the size of the
fluctuations equals L = 0.5 Lp and the distance between them is Ly =2 Lp. (Here we assume
that this generally accepted value of the energy density of the zero-point state of bosons
takes into account the influence of gravitational self-action of this state.)

To find the actual value of Ly (and p,.), we proceed from Tryon’s argument that the Uni-
verse could only have appeared with zero (or close to zero) energy. Taking that both positive
and negative energy contributions to vacuum energy coincide and cancel, we get the follow-
ing vacuum energy density dependence on distance Ly between negative energy particles
(see Figure 1.4). The minimum of energy density gives the value of L, that corresponds to
the Tryon’s zero energy.
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Figure 1.4: Dependence of vacuum energy density pyac on the volume Lg of vacuum superstructure.

1.3.5 Quantum vacuum in Planck limit

It was shown above that on Planck limit vacuum has a structure. In addition to the homo-
geneously distributed in space zero-point field of bosons of huge positive energy, it contains
Planck-size particles with negative energy. These particles give all together the same huge
contribution to the energy, but of opposite sign. The total energy density of vacuum is zero
or close to zero.

The constant density of zero-point energy is easy to verify if we recall that a monochro-
matic wave of circular polarization everywhere has the same energy density.

It is interesting to note the possibility of various not entirely accurate compensations
for the contributions of the zero-point energy of bosons and particles with negative energy,
considered here in different regions of Universe. This inaccurate compensation may be the
cause of the so-called dark cosmological energy, different in different areas of Universe.

To characterize the structure of vacuum on Planck scale, we introduced two new funda-
mental lengths characterizing the Universe:

* the length of negative energy fluctuations L,
e intra-fluctuation distance L.

We got the values
L=0.5Lp,

(1.40)
L() =~ 2Lp.

To derive the values of these quantities, we introduced the dimensionless parameter A,
that describes the repulsion of quantum field on Planck scale. We have found it

A=1/2. (1.41)

The almost exact balance of the positive energy of the zero point boson field and the en-
ergy of the negative particle allows one to consider the creation and destruction of particles
without violating the law of conservation of energy. Such processes can lead to expansion of
the Universe (see Appendix D and Appendix E).
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2.1 Phase operator

One of the characteristics of classical vibrational processes is the phase. In quantum theory,
the phase operator is introduced to describe similar properties of quantum systems. Below
we define a phase operator describing all states of the system except the 0-state. So, in this
chapter we are going to talk about the excited states. Then it’s easy to define a phase operator.

We consider the classical (vector) field A=Y ;}%, where
k

1_4*(?, t) — Zo%eikr_iwk“_i(pk + CC,

¢ denotes the initial phase (i.e. the phase of the field at the point 7=0,7=0).
In quantum theory (see Equation 1.17)

E h 1/29 T T
A%(r, f) = ( &r (akezkr lopt aze zkr+la)kt),
2e0Vwy

where operators a; and a; are amplitude and phase-dependent. Further we skip the index
k, then
a=m+1'2e", (2.1)

(7+1)Y2 is a normalization coefficient, é? is the *phase operator*, defined by the equa-
tion

' =(n+1)"V2%a, (2.2)

19



20 CHAPTER 2. QUANTUM STATES OF RADIATION FIELD

where 7 = a'a is a particle-number operator:
iiln) =n|n).

Phase operator is not Hermitian, since a is not. Adjoint (or Hermitian conjugate) phase
operator is

er=@N'=a"a+n (2.3)
These operators generally do not commute because a; and a£ do not commute either:
|6',677] #o0.
Let us check this:
e’ = (a+ ) 2ad" (a+ )T =+ D2+ ) (A+ )T =1,
e =a'(a+ D2+ DM 2a £ 1.

There is a reason why there are two phase operators in quantum mechanics: one opera-
tor corresponds to the coordinate, and the other to the momentum.
Let us find how the phase operator acts on the well-defined energy state:

P \my=(a+1)"2alm = (A+1)"2Valn-1) =vVa@+1)"2 n—-1) =
= Van-1+1)"2n-1) = {'n b, n>0,
0, n=0.

This corresponds to the normalized annihilation operator. Similarly, the adjoint operator
e my=ath+) 2y =+ D) 2a Iny =Vt Ln+1) 2 n+1)=n+1)

corresponds to the normalized creation operator. These operators do not commute with
each other or with 7, since

Thus,

The quantity defined by the phase operator cannot be measured simultaneously with the
energy operator. In other words, in a stationary state, the phase is not well-defined.

It is still possible to define Hermitian phase operators (can be considered as quantum
mechanical operators that describe the phase properties of an electromagnetic field), that
do not commute

—

. . _ 1/ . .
cosp =5 (¢ +e7™), sing=—(e-e7). (2.4)
1

1
2
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The operator is Hermitian, when A = Af. The operators commute, when (A, B]w =
ABy - BAy =0.

From quantum mechanics, we know that [A, B] = iC, then AAAB = (C) /2, where

AA=/(A%)—(A)>.

Let us check commutation relations for "phase and energy" ("phase and number of par-
ticles"):
[72,€08¢p] = —ising,
(7, 5ingp] = i O3,

i.e. the number of particles and the phase are not defined simultaneously:

1, .
Anlcosg = 7 (sing),

) 1
AnAsing = 5 (cosg).

We compare this result with the classical harmonic oscillator having x ~ coswt and p ~
sinwt, it follows that the coordinate and momentum phase difference is exactly n. If we
know the coordinate, we also know the momentum at the same time. But in the quantum
mechanics AxAp > h/2.

We consider the particle at the stationary state, or in other words, we study the phase
properties in a state with a well-defined energy (number of particles)

(cos¢@) = (n|cosg|n) =0,
(sing) = (n|sing|n) = 0.
- 1 . o . .
cos2¢p = (n| (Cosg)? |n) = 1 (n| (é““’)2 + eI L 7P 4 (é"“”)2 |ny =

_1 2, n>0,
4 1, n=0.

In a stationary state one gets

1
2 5 n>0,
cos = (2.5)
(cos“p) {%’ o
y 5 n>0
(sin“g) =141 B (2.6)
) n=0.

Factor % means that the phase is totally undefined. In all excited states with a well-
defined energy the phase is completely undefined.

In Figure 2.1 one can see a circular trajectory of particle movement in phase space. Ac-
cording to classical physics, the particle is located at a specific point at any time. The quan-
tum theory asserts that in the stationary state the particle is located on the entire circle at
any time.
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Figure 2.1: Trajectory of a particle in the phase space.

2.2 States with a well-defined phase

The states with a well-defined phase are the phase operator eigenstates:

e ]p)=e'"|p).
These are abstract (fictitious) states that can only be approximated to real states. The

phase of the classical harmonic movement is precisely defined at each moment of time. In
quantum mechanics, we introduce a state

s .
[p) = lim (s+ 171 3 &), @7

n=0

Let us show that this is the phase operator eigenstate:

s

N . ~1/2 inQ i

& |p) = lim s+ )72 Y e0e ) =
n=0

S .
=lim (s+ )72 Y ™ |n-1)=

§—00 n=1
s—=1 .
= lim (s+ 1)712 Y o/ MDO0 |y =
§—00 m=0
S
_ i -1/2 img _ Lip
=e?lim (s+1 e my=e .
Jlim (s+ D)7 ) e 1m) =€)
Similarly,
&)= ]e).
Let us look at the time dependence of this state

S
—itH/h - ~1/2 ing —itHIh
e”! |(p):slgn (s+1) d el |n) =

n=0
S
: - g —(itIh) Feo(n+ L
= lim (s+1)7V2 Y /et wndy) py -
§—00 n=0

s
— e—ltwlz lim (s+ 1)—1/2 Z eln((p—wt) |n) =
§—00 =0

— e_itw/2|(p—a)t>,
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i.e. the phase is linear in time.
The mean energy of this state is

R 1)
E=—+hwny,
2

whilst the average number of photons in this state

iy, = (| R |(p>— lim (s+1)" -1z hm (s'+1) 1/22 Z e =P (| |ny =
n=0n'=0

= lim (s+1)7? lim (s +1)" 2 Z Z Ry .

$§—00 n= Ol’l —0
S s(s+1 S
= lim (s+1)7! Y n=lim (s+ 1)_1¥ = lim — — oo.
$§—00 =0 $§—00 s—00 2

Therefore, the state with a well-defined phase is not a physical state (n, — oo). Energy
and phase are not precisely measurable simultaneously. These states cannot be produced
with a sufficient accuracy.

We can find a dispersion*

3 s@2s+1) s
An=,/(ns) —n =lim{/——-—=lim —,
P av P sSoo 6 4 s—00 2\/§
where
B .2 B s(s+1)2s+1)
(n3) » av, =(p|n*|p) = lim (s+1)7 Z n* = sl—>oo—3!(s+ T
and
An B 1
iy V3

2.3 Coherent states

There are states which, by their properties (phase and energy are simultaneously well de-
fined), are close to the classical states. These are coherent states. Such states are generated
by lasers.

Coherent states are defined as annihilation operator eigenstates (i.e. the states of the
interaction between the electromagnetic field and the matter):

ala) =alay,
where a is a complex number. The adjoint operator satisfies the equation
(x| a=a (a].

We may present such state by the series expansion (a wave packet) of the stationary
states:
o0 al’l
@y =e 219" Y 2|y, (2.8)
n:O n!
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This state is actually an annihilation operator eigenstate,

n

a2 2 oa
alay=ez*" Y alny =
n:o T’l!
12X al
=e 2oy vnln-1)=
n:l I’l!
12 le’e) am+1
= ¢ zlal Y lm) = ala).
m=0 m!

Here, we introduce some useful formulas for linear operators, for which commutator is a
constant. Keep in mind that in the product of operators, each factor acts on the quantity
standing to the right of it. In the following, we need an expression

e
Proof. Let
FT — er(d+b) — erderbef(r),
then p
EP} =(a+Db)F; = aF; + F,b+ f' (0 F;.

Considering

pet(@+h) _ pr(a+h) ,~t(a+h) f,r(a+h) _ e”‘“i’)(l}— t[a,b)),
one gets

d . 5 A
EFT =(a+b+f'(t)+71[a b)F,

2
f@=-t[ab]— f)= —% [a,b],
a+b _ ,a,b,~3(ab]

D>

T=1: e

We present a coherent state (see Equation 2.8) in a different form using

AT AT n
a ah
|n>:ﬁ|n_1>: NG 10,
then o n
a N
lay = e 219 Yy 2|y = g2lal pad’ gy 2.9)

n=0 \/ﬁ
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1 n
The operator e~zlal gad' generates a coherent state from the 0-state. Taking @|0) = 0, and
using Weyl identity, we obtain

_1 2 S N I Atk
) = 721" e g7 |g) = g4 ~074 ) (2.10)
We denote the operator that generate a coherent state from 0-state
N PS PN P
D(a) — eaa a a.

In the case of real @, « = a*. Then |a) = e“(‘f—a) |0). Recall Equation 1.14:

Qk Z\/%(dlﬁ-d;) . {&zﬁ(m@+iﬁ)
) (00

A . hw A A"'
P = _l\/Tk(“k_“k

From the difference of the operators

2iP  [2h @
2hw w 0Q

a'—a=-

and the definition of the momentum operator P = —i h%, we get

la) = e“\/z_ﬁh@% |0). 2.11)

The coherent state with the real parameter «a is simply the shifted 0-state of the harmonic
oscillator. The wave function of the 0-state of the harmonic oscillator is a Gaussian,

o(Q) = 10) = Cexp (0%,

where the full width at half maximum (FWHM) is (2w/k)1/2 and C = (w/7h)"*.
The coherent state (or the shifted 0-state) has the minimal (P,Q)-uncertainty.

E(Q)

—Qo 0 Qo

Figure 2.2: Harmonic oscillator.

If a is real, the operator D(a) is the displacement operator. Thus, |a)-state in Q-represen-
tation yields
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W, (Q) = e 0w, (Q) = Wo(Q - Qo),

where Qp = vV2h/wa.
Let us consider the time dependence of the coherent states. According to the definition,
the time dependence of a linear operator (in Schréodinger representation) is given by

Taking H = hw(n+1/2), the time-dependent annihilation operator yields a() = e'“" ge~*@"
and
da(r) _ iwe
ar

—itw

=—iwa(t) = a(t)=ae

Similarly,
’ atl(ny=a'e'™.

The operators 4 and a' depend on the time so that their phase changes linearly over
time: A , . .
1 l l l
ala(t)) = de_ﬁtHla) = e_ﬁtHeﬁtH&e_ﬁtHla) =
=e #Mama)y = e e i ala) = ae ' la(n).
Since, by definition, a|a(t)) = a(f) |a(?)), it follows that a(f) = ae™'“! oscillates in time with

frequency w. One can write in the same way

Iy _Lig2 —L —
|a(t)>:e thl(I):e 2|a| e theaa a a|0>:

—1g2 —iwt 4 it A
=e21%exp|ae ™ at —a*e a0y =

-1

2 At % A
= g zlal® pata’~a (t)a|0>.

Consequently, the coherent state remains coherent in time.
We can find the coherent state energy

E,=hw(n+1/2),

hw hw
E= Zlcnlen =— +th|cn|2n =—+hwn, where Zlcnl2 =1.
By definition,
i=(alnla)=(ald'ala)=al*(ala) = |al®.
Thus,
- hw
E= - +holal?. (2.12)

The uncertainty of energy is given by

n2 =(a|itla) = (alaTaa’ala) =

=(alaa®|a) + (alaala) = |al* + |al’.
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Hence
An= \/|a|4+ lal*—lal* =]al,
and
An 1 1
nlal Vi

If |a| > 1, then E > hw, and the relative uncertainty of energy decreases.
The uncertainty of phase is given by

cosp = (a|cosyp|a).

Using
an
jay =721 Y ——n)
n=0 VvV n!
one gets
o) n,n'
_— _|a|2 / a*x"'a o
cosgp=e (n cosp|n),
n,;:o | vn'ln!
o 1/ - —
cosy = 3 (e“P + e"‘l’) ,
el?|ny=In-1),
(n'|eiv=(n'-1|.
It follows that

© |al®" a*+a
o vnl 2vn+1

Here a = |a|e'®, O is the phase of @. Then Rea = |a| cos®, and one gets

~laf?

Cosp =

|oc| i |a|2n+l io:
Cos@ = cos®e” ———— =|alcos® ) P,/vn+1.
n=onlvn+1 n=0 8
We take into account that -
1 ife—xz(n+1)dx
vn+l V@ )
is a Poisson integral;
e—la’|2|a|2n
Pn = —-
n!
In the case of large a,
cos® =~ cosO(1 — +..),
¢ 8lal?
2
____o, coscp-—1/2
cos2p —cosp> = —— =
¢ ¢ 2lal

A(cos ) = \/cos?p —cos g,

i.e the phase is practically precisely determined.
We introduce the dimensionless coordinate and momentum (hw = 1)

|
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where [p, X] = —i. We find the mean value and uncertainty of these quantities in the state of
the well-defined phase a/(?):

x=(a|Xla)y= \ifz<a|(a+a*)|a> = \%(am*) = %Re(a),

_ . 1 4 1
p=Lalpla)y=i—{al(a' - a)la) = i—Im(a),

V2 V2

(a@la =a* @ aml,
ala(t)) =a(t)la(r)).

Thus,

Figure 2.3: Coherent state: a circle of unit radius (Ax)2+ (A p)2 = 1) moves along a circular path in the
phase space (dimensionless units, = 1).

X= iRe(oc(t)) =V2Re(a(t)) =2V2|a|cos(wi),
V2

1
p=v2Im(a(t) = 7 (a®l(a-ahla(n) =2v2|alsin(w?),

(Ax)% = x2 — %2,

(Ap)?=p?-p?,
1
%% = E(az +aat+ata+a™ =

’

N |~

5 1
= (AxAp) = é_l

The uncertainty (AxAp) = 1/2 is the minimum possible uncertainty, the same as in the
0-state, and Ax = Ap. According to the Heisenberg uncertainty relation, AxAp = 1/2.

In a coherent state, the coordinate and momentum uncertainty is the smallest possible.
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2.4 Squeezed states

If we have two Hermitian operators A and B whose commutator is [A, B] = iC, then, in ac-
cordance with the Heisenberg uncertainty relation, the product of the uncertainties (of the
average values of the operators) equals

1
AAABZEI(C)I.

We call the state of the system squeezed, if the uncertainty of one variable (for example,
A) satisfies the equation

1
(AA)* < SOl

In the squeezed state, the quantum fluctuations of one variable decrease, but due to the
increase of the fluctuations of the complementary variable, the uncertainty relation remains
valid. In the phase diagram (see Figure 2.4), we have an ellipse instead of circle.

?)J\ ?)J\ ?}J\

+
=

> > I
(a) Phase squeezing (b} Amplitude squeezing (¢) Quadrature squeezing

Figure 2.4: Squeezed states.

The squeezed state is given by

la, &) = D(@)S(&) 0) (2.13)

where ¢ is the squeezing parameter,
D(a) =exp (aéfr - a*d)

is the coherent state generator (emits photons one by one, due to the linear operators a and

a' in the exponent),

1 * AZ)

=&*a

5¢

is the squeezed state generator (emits two photons at once, due to the squared operators in
the exponent).

The coherent state is a superposition of all photon states:

56 = exp (%Ed” _

e @
|a>:e ZIal Zga-‘—nﬂ)):
n .
2

1 a
— g 2lal 1+aaT+?aT2+... |0).

The first term in brackets corresponds to a pure vacuum state, the second to the one-
photon state, the third to the two-photon state, etc.
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When a = 0, we get a pure squeezed state:

1 1
10,8) = eXp(Eéc‘sz - Ef*dz) 10)

=1+ % (5@*2 —5*512) + %(5&*2 —5*@2)2 +..]10).

A pure squeezed state takes place when there are only two-photon states, so it is called a
two-photon coherent state. We introduce a new (“squeezed”) annihilation operator:

4=380)aS1 (@) = etae A, 2.14)

where
A:%(ga*z—f*az).

Taking into account that

we get

kg1
e ke
.

Ela-shléla’e®® = pa+va'.

|€|2k+1 el@a'}'

n=0
=C I
The squeezed state operators are connected with the former (coherent state) operators

using Bogolyubov transformation (has a wide range of application in theoretical physics, su-
perconductivity, superfluidity, astrophysics, etc.):

,u[z+vc‘z*,

Qv
Il

(2.15)

—+

a ,u*élT+v*&,

where |,u|2 —|v|?2 = 1. In our case, p=ch(é, v= sh(lfl)eig. Due to Bogolyubov transforma-
tion, new linear operators have the same commutation properties (Bose operators):

2 2t 2
[a,a ] =|u|"-IvP=1
Since @|0) # 0, there are particles in the squeezed vacuum state.

The squeezed state is the operator a eigenstate: d|a,&) = d|a, &), where d = d(a,&). We
may show that. Using the relation eABe~4 = B + [A, B], one gets

ala,&) = D(a@)D(@)  (ua+va"D(a)S() 10y =
= D(a)(u(a+a*) +v(@a + a8 0)
=D(a) (a+d)S©)10) = dla, &) + D(a)aSe) |0y,
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where d = pa* + va. Since a= S(g‘)dﬁ‘l(&), then

ala,&) =dla, &)+ D@ S aloy =dla,é).
=0

The squeezed state is, in fact, a coherent state, only for the squeezed annihilation opera-
tor:

a=pa+va' =ch(&)a+e®sh(éna’ (2.16)

here p is real, besides p = v (there is no eigenstate for a', so it cannot dominate). Maximum
possible squeezing is obtained when ch = sh.

Let us calculate the coordinate and momentum uncertainty for the squeezed state. We
use dimensionless operators and find them for the squeezed state.

1 1 A A
x:—(a+aT)—»5c:—((u*—v*)m(u—v)a*),
V2 V2 (2.17)
1 L s 5 '
Here it is considered that @ = 4 —v*&' and a" = &' - vé. 1f@ = 0, then
¢ = Lol 4t
i o=e a+a)Jr
A _L _|Z| Q_f.\,
» iraa-a)
If ® = , then
£ =Le(a+d)
v2 T
5 = LEI[5_5
b ~hvola-a)
If® =0, then

X = %e"ﬂZRed Ax = %e'ﬂ
=
p = %e"‘f'ZImd Ap = %e"‘r'

and, consequently, AxAp = % If ® =, then

— 1 -l
{Ax —\/ze

— L ¢l
Ap —\/Ee

and AxAp =1/2.

The product of the uncertainties is the smallest possible, thereto the uncertainties are
not equal. The quantum noise increases in one variable and decreases in the other.

In communication, one can use squeezed states instead of coherent states, thus reducing
the quantum noise; on detection, one can choose, which signal to use.
The mean energy of the squeezed state tends to 7:

= (a,&ld dla,d =08t at DD aDs|0y =

=08 @a"+a)a+a)DS|0).

Given (0| S~1aS|0) = 0 (linear terms cancel each other, since S, S~} contain an even num-
ber of operators, and (0| even-number-of-operators|0) = 0), one gets



32 CHAPTER 2. QUANTUM STATES OF RADIATION FIELD

a=(0$"1atad10)+ |al?
_ v _ Y
Npure-squeezed Ncoherent

The part containing the pure squeezed states is, therefore

Tpure-squeezed = (0l (u*a'+va)(ua+ V*aT) 0) =|vI* = (sh |€|)2r

when ¢ is large, this is not a tiny number after all: fipyre-squeezed — 5 € - Eventually,

ii=v]>+|al’.

There is no operator &' eigenstate (this would be a state with an infinitely large squeez-
ingl). Larger squeezing means larger energy.

2.5 Density matrix and mixed states

So far, we looked at the eigenstates of a certain operator, which are described by the wave
functions, the so-called pure states. Quantum systems can also have other type of states, i.e.
the mixed states, described by the density matrices.

The density matrix is convenient to introduce by studying the subsystem. Assume that
the whole system is determined by the wave function ¥(g, x), where the set of coordinates x
describes the subsystem, and the set of g describes the rest of the system. It is our interest
to measure only the subsystem, the rest does not interest us. In order to get the necessary
information, we should calculate the average value of the corresponding operator:

f:ff‘l’*(q,x)f‘{’(q,x)dqu. (2.18)

We take into account that the operator f does not affect the coordinates g, but only af-
fects x. So we introduce the following quantity

p(x, x) :f‘lf*(q, xW(q,x)dq. (2.19)

This is a density matrix in the coordinate representation.
The probability to find the system in the point with coordinate x is

p(x,x):f\lf*(q,x)\lf(q,x)dq=f|‘1’(q’X)|2d6/-

One can obtain the average value of an operator using the density matrix:

F= [ (Fot )

,dx. (2.20)

X=X
Since f = f (x),

fotd, 0= f ¥ (q,x"¥(q,x)dq = f v (g, %) f¥(q,0dq.
We can rearrange f, because it does not depend on x'.

Generally, a density matrix can be introduced in any presentation. For example, we can
choose a representation given by the functions v, (x), that form a complete orthonormal set
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of functions, that is, any function can be presented as a superposition of other functions.
This means that
p(x,x) =) @u(xNYp(x). (2.21)
n
On the other hand, ¢, (x’) can be also expanded in a series in ¥,
Pn(x) =Y prm¥ (X))
m

Then

P&, ) =) pam (XY, (x). (2.22)
nm

Here p,, is a density matrix in the arbitrary representation. To find this matrix, we multiply
the Equation 2.22 by v, (x/ )y, (x) and integrate over x and x':

f Yo (X, () p(x', X)dxdx' = ZpnmfWm’(x,)w;@(x,)dxlfW;/(X)Wn(x)dx-
nm

Using the orthonormality condition,

fw::n/(x/)llfm(x)dx:(smm/»
fw;/(x,)wn(x)dx:6nn”

= ff Y (x,)'(,UZr(x)P(x,;x)dde, = Z PrmO nw O mm' = Pnim-
nm

Thus, we obtain a density matrix in the arbitrary representation expressed through the den-
sity matrix p(x’, x) in the coordinate representation:

Pnm :ffwmr(x’)u/:‘l,(x)p(x',x)dxdx':ffw;(x)wm(x’)p(x’,x)dxdx’. (2.23)

The quantity f can also be presented using density matrix in the arbitrary representation:

f= anmf (fu/,"fn(x’)wn(x))‘ dx= anmfw;(x)fwn(x)dx.
nm X=X nm
Since
‘[W:,l(x)fufn(x)dx = fmn

then
F=Y pumfmn=>_(pf),,=Spf) =Sp(fp). (2.24)
nm n

The average value of the physical quantity can be calculated as a trace of the product of
the density matrix and the given physical quantity:

f=Sp(fp).
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Sp(fp) is a representation-independent invariant. Indeed,
Sp(A) = Sp(A) = Sp(UAU ) =Sp(U'UA) =Sp(A), f = _ furpri =Y. fupu,
1 !

where p;; is the probability of finding the system in a given state.
The density matrix is also a Hermitian operator (its diagonal elements are real):

_ *
Pnm = Pmn

plx,x) =p" (¥, x) = f ¥ (q,x")¥(q,0dq.
The density matrix can always be diagonalized:

u= {ulm}r
uu' = ,

(upu_l)ll, =pudyy.

This means that u;mpmnt, ), = 6;rpy- Here u};ll, = u?,n is a transform that diagonalizes the

density matrix. The diagonal element

pnn O
pu=| 0 p2

is the probability of finding the subsystem in the state 1, which is the matrix p eigenstate
(011 = 0). In a pure state, one can present p in the form

o O O
o O O
— o O

A state described by the density matrix having only one non-zero component (p;,;, = 1,
p11=0,when [ # ly) is a pure state (i.e. there is no statistical uncertainty). Otherwise, if more
than one diagonal element is different from zero, it is a mixed state (another uncertainty is
added to the Heisenberg uncertainty).

In the case of a pure state, p” =p (diagonal), }_ p,,=1and ) p?,m =1.
n n
In the mixed state, p" # p, ¥, p%, < 1= Sp(p?) < 1.
n

If the density matrix factorizes, p;, = cmCn, then we have a pure state: ¥ =) _,,, cin ¥ m-

Often an additional uncertainty of the mixed state is called statistical. This is not entirely
correct. The usual statistical uncertainty applies only to the ensembles of particles (the mea-
sured values are different in each sequential measurement). The mixed state applies also to
a single system, i.e this is the property of the system itself. This question will be additionally
discussed in the section of entangled states.
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Density matrix in thermal equilibrium

Consider the case of thermal equilibrium, described by the Boltzmann distribution of en-
ergy. Then the state of the system is described by the diagonal density matrix in energetic
representation:

Pnn =2 te EnlksT (2.25)
where Z =Y e En/kT . £0, if n # n'. In a state of thermal equilibrium, the off-diagonal

n
elements of the density matrix are averaged to zero. In operator notation,

p=2lte HksT (2.26)

Time dependence of the density matrix

Let us have a mixed state at the initial moment, and after the interaction is turned off, the
mixed state remains steady. If v, is the eigenstate of the subsystem,

ﬁWn :Ean-

It is preferable to study the time dependence of the density matrix in the energy representa-
tion, since then the time dependence of the wave function is known:

Wn(x, ) = ya(x)e iEnt,

and

ol Em=En)t/h

P, X, ) =) Pum Y (Y. (2.27)
mn

This is the time dependence of the density matrix. It can be written in a different way:
p, x50 =Y whx)erbnl p e wEnly,, (x) =
mn

= Zw,’i(x’)e%mpnme_%mwm(x) =
mn

= ZW;(x,)ﬁ(t)Wm(x)-
mn
where o N
p) = et p,,0e 7
In a differential form,
0p .
iha—i = [A,p]. (2.28)

This is von Neumann equation. An analogous equation also applies to other operators.
(This is somewhat more general than the Schrodinger equation.) As the time-dependent

Schrédinger equation
oY
ih— =HY
ot
describes the evolution of the pure state over time, so von Neumann equation (Also known
as the Liouville-von Neumann equation) determines the evolution of the density operator.

Using this equation, we can find the mean value of any physical quantity.
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2.6 Entangled states

The word "entangled" generally applies to the compound systems having more than one
coordinate. Ideally, only pure states participate in the entanglement, with a single non-zero
element in the density matrix, thus p? = p. Here, we consider the states of the subsystems in
this ideal case, if the compound system is in pure state.

We consider a system of 2 coordinates and 2 degrees of freedom. An entangled state
is defined as a state that is not separable (cannot be presented as the product of the wave

functions of subsystems):
W (x1,x2) # P (1) W (x2). (2.29)

In the case of such a system (the sign ® denotes the tensor product)
P#P1®P2. (2.30)
We assume that these subsystems do not interact (are far from each other), but the Equa-
tion 2.29 still applies, since the subsystems were interacting in the past.

Example: Two two-level systems

[W1) =ciol)1 +c11ll)1 = c10l0)1 + c1111) 1,
[W2) = co0l1)2 + C2111)2 = €2010)2 + €2111)2,

2 2 2 2
lc1ol” +lenl” =1, [c2ol” +1co1l” =1,

where the amplitudes c¢;j can be arbitrary (even complex) numbers. If

W (x1,x2) = W' (x1) P (x2),

then it is a coherent state:

(P11¥2) = (cr0l 1+ c11ldd1) (c2ol 2 + c2111)2) =
=c1oC20I 1112+ croc21ID 112+ cricool D112 + cricaildil 2.

If the wave function ¥ cannot be presented in such a form (the product of wave
functions), then it is an entangled state.

Let us take as an example the most famous entangled state called the EPR-state (named
by Einstein, Podolsky and Rosen):

25 10112 = 911121 = = 10Dz = 111101 @31)
In principle, this state cannot be decomposed into the product of two states. The state
corresponds to the maximum entanglement (the total spin is 0, the spin productis —1). If we
measure one atom and find it in the state ||), then the other one is definitely in the state |1),
even if it is far away. This is the additional information that applies to our quantum system,
the so-called quantum information resource (or hidden quantum information).
In general, we consider the state

IWEPR) =

W (x1,%2) = ) ComWm (X)W n(x2),
mn

where m and n are some quantum numbers of subsystems. Since in general ¢;;,, # ¢, Cm, this
state cannot be presented as a product. However, one can write
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W (x1,x2) = )_Wn(x2) up(x1), (2.32)
n

where

Un(x1) = Zm CnmW¥m(X1).

If the measurement of the second subsystem gives the value of the physical quantity f;,,
which corresponds to the eigenstate 1/, (x,), then the first subsystem is definitely in the state
u,(x1) (by measurement we have fixed the state of the first subsystem). If we have measured
another value f,/, which corresponds to the eigenstate v, (x»), then the first subsystem will
necessarily be in the state u,(x;). In general, this state is different from the previous one,
although there is no interaction between the subsystems. Such a result seems controversial.
However, for quantum systems, this can be true. The states with such properties are known
as the entangled states.

One can measure the entanglement of the subsystems’ states by calculating the entropy.
The quantum entropy is

e=-Sp(plnp). (2.33)

In the case of a pure state, one diagonal element of p is equal to one, while others are
zeros. Therefore, in the pure state, € = 0. The measure of entanglement is the entropy of the
subsystems:

€1 =-Sp;(p1lnp1),

(2.34)
€2 = —Sp,(p21n p3).
Consider the entangled state |Vgpr). The density matrix reads
X 1
0 = |Wepr? (WEpR| = E[l Dl Da=1 D1l D] [1¢ ¢ T=1¢) 1240 1],
Pnm = {m|plny,
Im) =10),11),12),13),
0O 0 0 O
o 1 1o
ﬁ = 21 12 (235)
0 -3 53 0
0 O 0 O

This is the density matrix of a pure EPR-state. Diagonalization yields

0000 0 0 0 0

. 1lo1 00| 1]o 0o -1 0

p=>3 +=

2001 0|72]0 -1 0 o
0000 0 0 0 O
0000 00 0 0 (0000
_ljoroo|_1fo1 0 o[_[0o000
2001 0|72]0 0 -1 07|00 10
00O0O0 00 0 O 0000

Thus, in a diagonal form, just one element of p is different from zero. As expected, it is a
pure state.
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However, in the |Wgpgr)-state, each spin is individually in a mixed state, although both
spins are in a pure state. Let us show it. It follows that

P1 = SpypEpr = 2(T1pEpPrI )2 + 2(l|0EPRI|)2.

Recall that .
PEPR = §[|T>1|1>2 —1aID2] T2 = 1 (T

We take into account that

where i,i’'=1,2.

i{HDi=06i,
i{1i=0,

One gets
1
p1=2(TplD2+2{lpll)2 = > A+ 110D .

110
Pr=510 1

is the maximally entangled state in which the spin is with equal probability in the state ||)
and |1). Here

Thus,

1 1 1 1
€1=-Sp(p1lnp;) = —ESp(lnpl) = —ESp(lnE +Inl) = —lnE =In2

is the maximum possible entropy of the two-level system. Analogously,

110
P2=510 1

and one obtains again the maximum entropy €, = In2. Therefore, the entire system has zero
entropy, whilst both subsystems have the maximum entropy.
There are different entangled states. For example, the general equation of EPR-state is

ly) =cospltill)z +e?singll)111),.

As an example of multi-spin systems, one can take a state
1
|Weat) = —11000..0) +|111..1) |.
Vel

When N is a macroscopically large number, this state is called the Schrédinger’s cat state.
All the phases here are well-defined. Over time, the interaction with the surroundings creates
fluctuations that damage each spin’s phase. Therefore, the cat state is getting destroyed the
faster the larger the cat is (the more subsystems it has). The larger the "cat", the "shorter" is
its lifespan. In fact, the lifespan decreases exponentially with the increase in the number of
subsystems.

The degree of entanglement in large compound systems cannot grow because of inter-
action. One of the most important applications of entangled states is quantum computing.



2.7. BEAM SPLITTER AND PHOTONS 39

Reflected
{ 52] A

Incident
light (£,)

’ - A
Transmitted

(£3)

Figure 2.5: Beam splitter. The initial beam falls to the semi-transparent plate at an angle of 45°,
with probability 1/2 it is reflected at an angle of 90° and with probability 1/2 passes through (le1|* =
lea|?/2 = |e3l?/2, €, is the electric field strength).

2.7 Beam splitter and photons

Interesting entangled photon states can be obtained using a beam splitter (BS) - a plate
which with probability 1/2 transmits the light and with probability 1/2 reflects it at an an-
gle of 90° (see Figure 2.5).

We are interested in the photon wave function in this process. It must be taken into
account that, in reflection, the photon phase changes by 7/2. To make sure, we change the
direction of the arrows in Figure 2.5 to the opposite and consider the intensity of light
e’ 1|2, when |¢/;| = |¢/3| = €. We denote a phase change with ¢. We also assume that the
plate is thin, thus the phase shift of the transmitted light can be ignored. In this case, we get
the field strength

e = (52ei¢+53)/\/§ =¢ (ei"’+ 1)/\/5,

which gives
|£’1 |2 —%0+ cos ).

If ¢ = /2, one gets the required value |¢/,|* = £”%.
In the quantum theory, such field transformations correspond to the following transfor-
mation of the photon creation operators:

(2.36)

Here, i (the imaginary unit) accounts for the phase change at the reflection, the lower
index 0 corresponds to the photons that fall from the bottom, the index 1 to the photons that
fall from the left, 2 to the photons propagating to the right, and 3 to the photons propagating
downwards.

Consequently, the states are transformed as follows

1 .+ .. 1 )
000111 = —= (af +ial) 10921093 = 75 12105 + 1022113,

1.4 . .
11)010)1 — 7z (ld; + a;) 10)210)3 = NG (i11)210)3 +10)2[1)3) .

(2.37)
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This means that one photon is always below or to the right, and never below and to the

right at the same time after it leaves the plate.

Figure 2.6: Four possibilities for the photons to behave; two middle processes cancel each other.

Z
N

Let us now look at two identical photons falling on the plate at the same time: one from
the top and the other from the bottom. The corresponding initial state |1)(|1), is transformed
as follows: )

IDolDy = 3 ((af + ia]) (ia] + af ) ) 103210 =
_ I AT2 | At2 _ i (2.38)
=3 (af?+ &%) 103210y = 5 (20210)3-+10%212)3).

Therefore, both the photons get to one side. Note that the term 51; dg is cancelled out.
The described process is called Hong-Ou-Mandel interference; it is schematically depicted
in Figure 2.6.

The state obtained in Equation 2.38 is the Schrddinger’s cat state (or simply the cat state).
If, however, the initial photons were not identical (for example, they would have a different
polarization), they would have been found on the right and below at the same time.


https://en.wikipedia.org/wiki/Hong-Ou-Mandel_effect
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3.1 Interactions of photons with two-level atoms and
Einstein coefficients

The model of two-level atoms interacting with light is widely used in quantum theory. First
time it was used by Einstein in 1915. Already in this early work he obtained very impor-
tant results (stimulated radiation), that is before the quantum theory was completely for-
mulated. Einstein applied this model to consideration of interaction of atoms with thermal
(black body) radiation.

In 1900, Max Planck completed the formula for the spectrum of an absolutely black body.
He assumed that electromagnetic radiation can be emitted or absorbed only in discrete
packets, the energy quanta E;, = nhv , for which the Planck constant h was introduced for
the first time. This assumption ensured the correct shape of the spectral distribution func-
tion.

Let us consider the modes of the radiation field in the state of thermal equilibrium. The
probability to find the mode on the level n at temperature T is given by

e—ﬁnh(u

Pn = R
n

= ¢ Pl {1 - e‘ﬁh‘”}, 3.1)
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where f=1/kpT, and kg is the Boltzmann constant.
The average number of photons excited at temperature T is

1
n= an T 3.2)

Given the density of modes p,, = w?/n?c® (see Equation 1.7) in the frequency range (v, w+
dw), and the mean energy of a single mode 72/iw, we obtain the Planck formula for the aver-
age density of thermal radiation

hw® 1
2203 ghwllgT) _ 1

Wr(w) = nhwp,, = (3.3)

Planck considered the electromagnetic field in a cavity. Einstein (1916) studied the state
of equilibrium in more detail. According to him, in this cavity, photons are constantly ab-
sorbed and emitted, furthermore, the photon absorption rate equals the emission rate. Ein-
stein considered that absorption and emission of a photon with frequency w = (E> — Ey)/h
take place as a result of transition between the levels with energies E; and E;.

- - E2, N2, g2
hw
Froo B he |V
ANN > ATATA AN | ANAN >
BiaWr(w) Agy By Wr(w)
-1 — — Ei, N1, g1
Absorption Spontaneous Stimulated
emission emission

Figure 3.1: The processes occurring in the formation of atomic spectra.

The field state is a stationary: the radiation process takes place all the time, so that the
emission of photons is dynamically balanced with the absorption. The spontaneous emis-
sion Ay is accompanied by the stimulated emission Wr(w) By, thatis Wo; = A1+ Wr(w)Ba;.
Here the coefficients Ay, Bo1, B2 are the Einstein coefficients (see [10]).

In the state of equilibrium, three processes should be introduced:
* spontaneous emission (A1);
e photon absorption, which is proportional to the radiation power (B;2 x Wr(w));

¢ stimulated emission (By; x Wr(w)).

Without stimulated emission, equilibrium cannot be achieved. The equilibrium equa-
tion requires that (N7, N; - the occupancy of states 1 and 2)

le dN,
i = N>(A1 + By W) - N1312W——7 3.4)

In thermal equilibrium, dN,/dt = dN,/dt = 0, which only happens when W = Wr. From

N> (A1 + Bo1 Wr) — N1B1oWr =0,
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it follows that
M _ ehw/(kﬂ)&
N g’
where g;, g, are the statistical weights, which are equal to the degeneracy of states 1 and 2.
We get
A

Wr = . (3.5)
= Ghol(kpT) & B1,— By
This equation coincides with the Planck formula, if (g1/g2) B12 = Bo1:
1Bio=gB,1 (1% condition) (3.6)
g &:
When the stimulated emission occurs,
_ Ax/Bxn
Wr(w) = SholkT _ 1’ (3.7)
and hence it follows that (As;/By1) = hw?®/ (7% c3):
2.3
meC
By1 = = Ag 2" condition) (3.8)

From Equation 3.6 and Equation 3.8, one gets

3
As = Bt %
g2 mecC

Consequently, only one of Einstein’s coefficients is independent: there is only one pa-
rameter that determines the transition rates between two levels. Thus, before the creation of
quantum mechanics, Einstein introduced a process that was not known - stimulated emis-
sion - which is crucial for lasers.

We emphasize again that without the introduction of stimulated emission, it is impossi-
ble to explain the thermal radiation or get the Planck formula.

3.2 Second quantization of atomic Hamiltonian

In this section, we consider the interaction of atom with photons. We start with the Schrédinger
equation of the system,

oY .
ih— = HVY. 3.9)
ot
If there are stationary states (Flwi = E;w;), then dy;/dt =—(i/h)E;y; and
wi(t) = e FEity,, (3.10)

Next, we use a Dirac notation for the stationary Schrodinger equation:
Hli) = E;li), 3.11)

where E; = hw;. The closure relation! Yl il =1yields Y ; w;(x)w;(x') = 6(x — x'), and the
orthonormality condition yields }_; (i|i) = 1.

Let us continue in the Hilbert space. An arbitrary state WV is a Hilbert space vector. The
scalar product (k'|k) = § - is orthonormal (here k = 1,2,...N). In 2-dimensional space, the
state is a unit vector? (|c;|? + |co|? = 1).

IThe resolution of identity.
2In general, basis states are not necessarily real.
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An arbitrary quantum mechanical state is a unit vector in the Hilbert space.

The Hamiltonian can be presented in the basis of discrete states:
H=) Y 1DIH|j)i| =) Hijld (- (3.12)
i ij

One can introduce the creation and annihilation operators IB;’, b j»such as
YA At
|l><]|—bl-bj = ZHijbibf'
ij

Applying these operators to the state |/) yields
(i) =811,

i.e. we lost the state |/) and created the state |i). This representation is called the second
quantization.

In the representation, where the states are vector in Hilbert space, one can use a matrix
notation for vectors:

1
. C2 . 2
|]>: : , <l|:(C1 Cy - Cn) ZlCi| =1. (313)
: i
Cn

Hereafter, the Heisenberg representation will be used, in which the state ¥ = ) . ci |k) is
presented as a series of eigenstates of some operator.

3.2.1 Interaction of a two-level atom with radiation

The corresponding Hamiltonian consists of atomic (Atomic), electromagnetic (Radiation)
and interaction (interaction) parts (see [30]):

H = Hy + Hg + Hipt. (3.14)

We denote the states of the atom (g = ground, e = excited) as follows:

mawasm~®

Ee:h(x)o
0 E;=0
|2)E|g>5...5|1)—»(1) g

In arepresentation in which the states are two-component vectors, the Hamiltonians are
2 x 2 matrices:

(3.15)

thO
0 0

2
Hy =) hw;li) i, HF(

i=1

(o ol =o (5 o) =rnlo)

We can express a 2 x 2 matrix as the sum of the unit matrix and the Pauli matrix:

o o=zl 3)*3l %)

Indeed,
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Recall the definition of Pauli matrices:
(01 oo = 0 —i o= 1 0
9%=\1 0 %7\i of 7% 7lo -1
Let us bring here the quasi-spin matrices
1 .
Si= 500 [Si,S;] =ieijkSk

where e; i is the Levi-Civita symbol. In dipole approximation, the interaction Hamiltonian
equals Hip¢ = E-d. Thus,

h(x)o h(x)o hwo

Hy = 5 I+ 5 O;= 5 I+thSZ,

Hgp =) hwi(afax+1/2), (3.16)
k

Hy=E-d (d=eyT).

Here the matrix d is a 2 x 2 matrix:

L _(dn di2

where
diy = (elegrle) :eofd3rw;(r)rwe(r) :eofd3r|we(r)|2r:o,

since d;; is the integral of odd function; similarly, d2o = 0. Only off-diagonal elements are

different from zero: .
di2 = (eld|g)=d#0,

d21 :<g|dA|€>Ed*

Since d is a physical quantity, the corresponding matrix is Hermitian. In our case

N (I
d={d}—d(1 0). (3.17)

Taking into account that £ = ¥ Ey, where

we obtain

. hop\t?
Hint:ldzk‘,(_zvk) (ak_aba'x:
3.18
- T (3.18)
:?ZCIk(ak—ak)(S++S—),
k

where g = Qwi/(fiV))Y'? is the interaction parameter (with the dimension of frequency),

and
0 1 0 0
S*‘(o o)’ S‘_(l 0)'
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What is the purpose of the operators S; and S_? If we act on the ground state with the

operator S, then
0 1
(1) =(o)

i.e. the operator S is the creation operator of electronic excitation. Analogously,

(o)=L

thus, the operator S_ is the annihilation operator of electronic excitation. These operators
are related to Pauli matrices:
Si+8-=28¢=0%.

The operators S, and S_ act as ladder operators, since they increase (raise) or decrease
(lower) a quantum number associated with the state of a system.

3.2.2 Rotating Wave Approximation (RWA)

We continue with a two-level atoms in a resonant electromagnetic quantum field (see Equa-
tions 3.16 - 3.18):
H = Hj+ Hp + Hipt.

We restrict ourselves to one electromagnetic mode. It seems like a nonsense, but not
quite. This is possible, e.g. in the case of a strongly excited mode in a resonator. We take in
account that there are modes in a resonator, and if the resonator is small, then the frequency
difference is large. For example, if the resonator length is 1 mm, then Aw ~ 10'3sec™!. Con-
sider the case when the length is large enough. Let us have one 2-level atom, and the transi-
tion frequency is approximately in resonance with the electromagnetic mode.

—— [b)
w
ANND | Wha
—_— |a}

Figure 3.2: The interaction of a single two-level atom with a single mode of the EM-field (here 7 =1).

Since y ~ 108s7! is a natural line width (y < Aw), we can restrict ourselves to only one
mode (in a resonance). Other modes are far from the resonance.
The parts of Hamiltonian are

Hg =ho (@ a+1/2),

hw
Hy = TOI+ fiwo S,

ih
Hine = > Y qrlag—al) (S.+S-) =
3

h
= % Z qi (akS+ +apS_ — a;;S.,. - a;S_).
k
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In the latter expression, important terms are the first (the photon disappears, the elec-
tronic excitation is created) and the fourth (the photon is created, the electronic excitation is
annihilated), because in them the number of excitations is conserved. The second and third
terms are non-resonant, thus decreasing and increasing energy by w + wy.

Considering only resonant terms, we get the interaction Hamiltonian in the rotating
wave approximation (RWA):

int

ih
HRWA: ?Zk"qk (akS+—aZS_). (3.19)

The whole Hamiltonian in this approximation yields

Hyrwa = Ha+ Hg + HOWA (3.20)

int

3.3 Dressed states

We proceed with a two-level atom, which is located in the field of a single strongly excited
mode, whose frequency is close to the energy of electronic excitation (w = wg). All other
modes are unexcited.

When can we use this model?

1. Ifthere is a small resonator (cavity) (w = 7/ a, where a is the size of resonator).

2. If there is a photon with the laser-excited level (N ~ 102 = 105), that is, one mode is
highly excited, while others are not excited at the same time.

3.3.1 Non-interacting states

If there is no interaction between the electromagnetic field and the atom,

h(x)o h(x)o +
HO:HA+HR:TI+TUZ+hw(a a+1/2). (3.21)

We are trying to solve the stationary Schrodinger equation HY = EV in the basis of Hj
eigenstates. These are of 2 types, and we introduce quantum numbers N = number-of-photons
and the number of atomic excitations:

Yin= [g)INY,
VYon=ile)IN-1),

where i is connected to the phase and added in order to avoid the complex numbers further
in text. Corresponding energy levels are

Einy=hw (N+1/2),
Exny=hw(N-1)+hw!/2+ hwg = hwg + ho (N —1/2),
:>E1N:E2N—hw+hw0 EEZN-I-hA.

where A=zw-wy < w.

The states |e), |g) are the eigenstates of o;, where N =0, 1,2,.... There is an infinite num-
ber of states, thereby 2 times more than for the harmonic oscillator, because there are two
atomic states.
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N lg) [N +1)
7 ha “H;\T:’

fw

—t——

— )N -1)
¥y N —— |ﬂ}|~’\'—— 1)
¥ o) ————— |e})|N - 2)

19)10)

Figure 3.3: Dressed states.

The state of the lowest energy is |g)|0). The corresponding line is single (not double). All
other levels form the two-step ladder of states with the gap 7 A between the two neighboring
levels (if there is no interaction). The interaction part of the Hamiltonian overlaps the i A-
separated states. In the case of exact resonance (w = wy), the states 1 and 2 would coincide.

If Hin¢ = 0, we get an infinite diagonal matrix of the Hamiltonian H:

Einy O 0 0
~ 0 En 0 0
H=Hy= 0 0 Einy 0 (3.22)
0 0 0 Eon_
3.3.2 Interaction Hamiltonian
We add an interaction between the laser mode and the atom:
h
(™) w2 = B2 N =11 el (a8 = ') [g) [N') =
3.23)

I I
:Eq(N—1|a|N’>:§q\/N6NNr

Analogously
h
RWA
(Hine )y w1 = 5 4V NONn:
Hence,

h
(W1 8] Hint [Wan) = (Pan| Hine [ P1n) = 7"\@,

where N is the number of photons. All other terms are equal to zero, i.e.

(V1N Hint[¥Y1n-1) =0
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Now the Hamiltonian in RWA approximation and matrix representation equals

Hyiy: O 0 .
H=]. 0 Hy 0 - (3.24)
0 0 Hyn

itis a quasi-diagonal matrix whose elements are 2 x 2 matrices:

A Ty

Hy=h (N+1/2)i+§
N =N 2ty -

): ho (N+1/2)1+H'y, (3.25)

where I'y = gv/N - the interaction with the laser mode leads to the splitting of energy levels,
and 0 is a 2 x 2 zero matrix.
To diagonalize Hy, we need to find the states ¢;y:

pin= )Y Yinci.
i'=1,2

Let us find the matrices ¢ = {c; ¢} that satisfy the equation

h({A FN) (0-1) (C'l
H'n-c=- =K l’).
N"t=% (FN =M \ciz) ~ ez
In Hilbert space, our states are rotated by ¢, so this is a 1-parameter task:

=W¥;nycosp+¥,ysin —si
oiv=Y1Nn .(,0 2N SIngQ and o (Cf)sgo sm(p). (3.26)
oy =—VYinsing +¥oncosg sing  Cosg

The states |¢;n) are orthogonal, i.e. {(¢p1n| p2n) = 0. If ¢ = (1/2) arctan(T y/A), then rows
of the matrix c are the eigenstates of H'y, i.e. the following equations are satisfied:

h(A Ty)(cose _ . [cos¢
2Ty —AJ\sing) ™ "'lsing)’

h(A Ty\(-sing Bl sing
2\'y —A)\ cose “\ cose )’
where the eigenvalues are

h h
Ei,= £23 /A2 +T2 = iEQN’ Qn =1/A?+T%, is the Rabi frequency. (3.28)

Indeed, the first line of the first matrix in Equation 3.27 gives Acos¢g + I'ysing = Qcos .
Here and below Q = Q. Multiplying by cos¢ and using trigonometric identities (Double
angle identities: cos2¢ = 2cos? ¢ — 1, sin2¢ = 2sin@cos @), we get A + Acos2¢ + ' ysin2¢ =
Q+Qcos2¢. We take into account that tan2¢ = I'y/A and, correspondingly, sin2¢ = I'y/Q
and cos2¢ = A/Q. This gives A+A?/Q+T5,/Q = Q+A, and hence A*+T y* = Q% Analogously,
one can obtain other matrix relations in Equation 3.27.

We also note that in the expression

(3.27)

o A Tw). _ I'nysin2¢ +Acos2¢ T'ycos2¢—Asin2¢
'y -A I'ycos2¢ —Asin2¢ —T'ysin2¢ —Acos2¢
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the non-diagonal elements get to zero, while diagonal elements equal +Q:

A T 1 0
T N\
(v (FN _A)C—Q(O _1).

From Acos¢ +I'ysing = Qycos, it follows that sing = v/(Qn — A)/(2Qy). The new states

Qn+A
v, N ey IN-1) + |>|N>
2Qn
(3.29)
W= [ N1+ 2 gy v
2 20N ZQN §

are mixed states (a superposition of states), these are the so-called dressed states in which the
atom is "dressed" in photons. (If N is large, then the dependence on N is small, and one can
ignore the index.)

We now have the following picture (see Figure 3.4).

hQN

EL;;D

hA

VAN 7]
I\ !l\

o k. S

Figure 3.4: Interaction Hamiltonian.

We can see that the interaction leads to splitting. The situation can change if there is the
third energy level.

If there is an exact resonance (A = 0), then sing = 27Y2 and, in this case, Equation 3.26
changes to the form:

1
= (¥ y+ VY
hin \/i( v+ W¥an)

1
=—(¥Yiy—¥opn).
Pon 7z 1iv—Yon

Are the dressed states observable in the experiment?

Yes, these states are experimentally observable. If a strong laser mode is in a resonance with
atomic transition frequency, then the dynamical Stark effect (see [2]) takes place.

In a strong laser field, the spectral lines split into 3 components when the laser field is in
a resonance with the transition frequency of spectral line of atom (see Figure 3.5). In other
words, in the absence of an interaction, there is only one line at the frequency wy, and after
the interaction, there are two additional peaks at the frequency wg + Q. The dynamical Stark
effect is also known in spectroscopy as the Autler-Townes effect).
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Wn — Q wo ;'.:J”—Q

Figure 3.5: Strong laser fields.

3.4 Oscillations of atomic inversion
The matrix o, = 2S; is also called the operator of atomic inversion. Let us see how this op-

erator’s mean value changes over time, i.e. investigate the evolution of atomic inversion.
Suppose that the atom is in the field of the monochromatic laser. We use quasi-spin matri-

ces:
1 1(0 1 1 10 —i 1 11 0
The Hamiltonian is

ih
Hpwa = ho(a'a+1/2) + hwoS; + % (aS+ — aTS_).

[ J

-

Hin¢
We introduce the particle number operator N = a'a + S, then the Hamiltonian yields

h(w+
Hywa = w +ho(a'a+S,) +hAS, + Hyy,

where A = wy — w. We select the energy of the ground state i (w + wg) /2. Then

Hywa = hoN + hAS,, + ith (s, - a's).
We get '
Se=11H,S =1 (18,80 a-15-. 8.1 a).
We also take into account that
S:,5,0=S,, (S8 1=-S_, §.= g (Sca+s_a),

here g =~ y is a natural line width. We also find

S'Z:%[H,S'Z] :iq?A [S2,(Sva+s-al] —6’;( S.a',s_a|-|sa',$.al)
=iq7A(s+a—s_aT)—%2 S+a,s_a*]=%Him—%2 S+a,8-a|.
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The commutator yields

S+a,S_aT]:((1) g)(aTa+l)—(g ?)a*a

1
= ZSZaTcH- S,+ >

ZZSZ )

(a*a+ Sz) +%

S+a,S_aT] =28, (N+1/2).

Expressing the Hj, through the Hrwp, we obtain the derivative of the inversion operator

. A e o
Szzﬁ(HRWA—th—hASZ)—q SZ(N+ 1/2)

A 9 9
:ﬁ(HRWA—th)—Sz(A +q° (N +1/2)).

We find the averages (S, ) and (S,()). We consider that (V') is constant over time. Therefore,
(N)=(N),=n+m+1/2,

where n is the number of photons at the initial moment, m is the initial inversion (m = —1/2
corresponds to the ground state of atom, while m = +1/2 corresponds to the excited state).
We get

(S2)=-Q%(S)+ % (Hpwa — hoN),
where
Q? =0}, = A+ A (N +1/2),
here Q is the Rabi frequency. The equation has a solution
A? A2
Sz(1) = 5,(0) [(1 - @) cosQrf + @] _

Consequently, in a strong field (large N) atom oscillates rapidly (with the Rabi frequency)
between the ground and excited electronic states. Oscillations reach the maximum in the
case of resonance (A = 0). Out of the resonance (A > gn) the oscillations are weak. If S;(0) =
0, there are no oscillations.

2 2 _ 2
Qo= 12=9%

i.e. the transitions accelerate due to spontaneous emission: g = Az; =Y.

3.5 Optical Bloch equation and 7—pulses

Let us consider the interaction of a two-level atom with a light pulse (not one mode, but a
wave packet).

In the case of 1mJ-pulse, there are 10'® photons)
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We consider the field classically and do not take into account the quantum effects. More
precisely, we introduce an averaging over the electromagnetic quantum field:

(Em) -  EQ
—— —~
approx. coherent state usual classical field

and suppose that this field is in the almost classical coherent state. In this approximation,
the Hamiltonian yields

1 - 1
H= Ehwoaz +dE(t) = Eﬁ(uoaz +doE(1), (3.30)

where
E(t) =e(t)e' + cc = 2¢(t) cos(wi)

and d is a dipole matrix element.

For a monochromatic excitation, the field strength is €(#) = €9 = const. In the case of
quasi-monochromatic excitation, the factor £(¢) depends slowly on time, in comparison with
the factor cos(wt). This is a normal case - even femto-pulses are quasi-monochromatic. Here
it is considered that

5 01
d—d(l 0)—dax.

We can estimate the field strength, which corresponds to the intensity of the light :

Eog=V I()Z(). (3.31)

Here Z, = 376.7 Q is the impedance of vacuum. To obtain the field £y ~ 10° V/cm (about
a hundred times weaker than the natural atomic field), the light pulse of the intensity 10'°
W/cm? is needed.

Next, we introduce a new interaction constant x = 2d/h. In this case the Hamiltonian
gets the following form:

1
H= zh(onz +x0E). (3.32)

Let us investigate how atomic states change over time (this is determined by Pauli matri-
ces)

Ga=3Hoal,  |000p]=2i0reasy, a=xyz,
or ]
Ox = —Wo0y,
0y=wo0x—KEO,, (3.33)
0;=xEoy.

We are interested in states and not in operators. Let us introduce S, (t) = (04(t)), where
(---) denotes the averaging of the atomic state. We want to find how the state changes over
time, seeking the equations that describe the quasi-spin S = [H,S]. This is determined by
the Bloch equations:

SZZKESy
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or, in a compact vector form,

i§(t) =Qx S(p), (3.34)
dr

where
Qy=xE, Qy=0, Q;=wy, Qe KE,0,0p),

(AxB)y=A,B,— A;By.

Historically, this model was primarily considered by Bloch and Rabi. From these equa-
tions it follows that in the absence of an external field, the vector S revolves around a z-axis
at a high angular velocity wg. When the external field is turned on, the rotation axis oscillates
in zx-plane with the amplitude xe.

We continue with the RWA-approximation. The field E(¢) = 2e(f) coswt is considered to
be quasi-monochromatic: £(¢f) # const is a slowly dependent function of time. The vector
Q oscillates at the frequency wy in xz-plane (although &(¢) violates it). Let’s assume that
the field is weak: |KE| < wy. If KE ~ wy, then the field strength would be 102 V/cm, which
corresponds to to the radiation intensity I > 10'°W/cm?. Thus, we consider the case when
|E| < 108V/cm. Then the spin axis oscillates at a low amplitude in zx-plane near the z-axis.
This oscillation can be presented as the sum of two oscillations around z-axis. Mathemati-
cally this means that

QA=0+Q,+Q_, (3.35)

where the rotation is in x y-plane (around the z-axis), and x =« /2 :

Qo = (0,0,wo),
ﬁ+ = (kecoswt,kesinwt,0), (3.36)

-

Q_ =(kecoswt,—kesinwt,0).
We can ignore the following terms

sin2wt -0
cos2wt -0

sin(w+wgy)t —0

since they give almost zero contribution after averaging over the period, and only consider
the (w — wyp)-type terms.
In rotating wave approximation, Qrwa = Qo + €2 and the equations are

Sy =-woSy+KeS sinwt
Sy =woSx—keScoswt (3.37)

S, = Ke(Sycoswt— Sysinwr)

We go ahead and introduce a new (basis) vector g in a system that revolves around a
z-axis at the frequency of w:

p = (u, v, w) = (rotation matrix) x S,

u coswt sinwt 0\ (S
v|=|-sinwt coswt 0 Sy . (3.38)
w 0 0 1)\S;
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We find the time dependence of the components u, v and w:

u=cos(wt)Sy +sin(wr)Sy,
v =—sin(wt)Sy + cos(wt)Sy,
w=S,.

The time derivative (see Equation 3.38) yields

u= —a)sin(a)t)Sx+wcos(a)t)5y+cos(wt)5x +sin(wt)3y =

—wsin(wt)Sy + wcos(wt)Sy — wo cos(wt)Sy + wosSin(w) Sy =
=—-Av,

where A = wp — w. We get

u =-Av
vV =Au—«Kew (3.39)
Ww =KEev

The rapid time dependencies (double-degenerate terms) are gone. These are Bloch equa-
tions in a rotating reference frame. In a compact form,

p=0"xp, (3.40)

where Q' € (xe,0,A). The coefficients here are smaller. We did not account the fast oscillat-
ing terms, since they disappear on the averaging. This system of equations leads to some
interesting conclusions.

1. A case of resonance (A = 0).

Then
u=0 u(t) =const—0
V=—kew — < v(t)=vgcosO(t) —wysinb(t) (3.41)
w=Kev w(t) = vosinO(t) + wocosO(t)

where

t
0(1r) =« [ e(t)dt'
—00
is the accumulated interaction strength (action) of the light pulse with the two-level system.
The solutions are periodic, with the period of 27. The vector g is rotated by the angle 6.

What does the pulse do to the atomic system? What happens when ¢ — oo (after the
pulse)? The corresponding integral is

o0

0() =« f e(t)ar,

—00

and x x (integrated amplitude) is a constant.

Here the concept of 7-pulse should be introduced.

If 0 = 27 n, then nothing happens (final state = initial state). n = 1: the front of the pulse
excites the system, the back part returns to its original state; n > 1: everyting repeats n times.
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If 0 = n + 27 n, then the inversion of the system takes place (for this the duration of the
n-pulse must be much shorter than the time of relaxation): if t =0and u=v =0, w =1/2,
then for f —ooonegetsu=v=0,w=-1/2.

The angle of 0 = +7/2 + 2nn generates a coherent state - both the levels are occupied
with a specific phase difference, the initial and final energy levels are equally occupied and
the phase is fixed. The equality of occupancies in the ground and excited states makes the
medium transparent, and it is used in laser mode-locking. The experiments confirm the
theory.

2. Non-resonant case (A # 0).

Rabi considered a non-resonant case, by taking a monochromatic wave (¢ = const):

>

u 0 -A O0\(u
p=|7v

=lA 0 -kel|v], (3.42)
w 0 x¢ O w
where ﬁ = Szl x p and (32 = (kg,0,A). Then we get a solution in the limit case of dressed states.
Let us introduce a new vector g’ = Sg, which is rotated by the angle of y around y-axis:
cosy 0 siny
S= 0 1 0 (3.43)

—-siny 0 cosy

where tan y = A/xe. The solution is the same as before, with a minor change:

u(e) const—0
V(1) Vo' cosQt — wy'sinQt (3.44)

w'(t) =uvysinQt+ wy cosQr

where Q = /A2 + (ke)?. Since in the case of the large number of photons ¢ VN, then
x = T'v/N and we get the Rabi frequency, i.e. the atomic state oscillates again. (This solution
was first obtained by Rabi.)

We can estimate the Rabi frequency. Assuming that d ~ ery, where ry ~ 10~ 8cm is a char-
acteristic size of atoms, and taking £y ~ 10°V/cm (corresponds to the intensity of the pulse
10'°W/cm?), we get Q ~ 10~ 2eV.

3.6 Self-induced transparency

By irradiating the substance containing two-level atoms with a laser pulse being in reso-
nance with the atoms, it is possible that the substance does not absorb it at all, but the pulse
passes through the substance, while keeping its original form. This is when we have a 27-
pulse. The shape of the pulse is important, in the region of resonance there may be solitons®,
i.e the waves that propagate without changing their shape.

3Note that light pulses described by solitons exist also in highly transparent optical fibers (waveguides) in
near infrared region. They are used to reduce the losses of the light pulse energy. The light solitons in fibers can
propagate thousands of kilometers, thus being very important in modern communications.
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Soliton as a phenomenon was discovered in England. It was on August 12, 1834, when
engineer Scott Russell, riding along a narrow channel, watched the barge carried by two
horses. The barge stopped suddenly, but the water continued its course along the chan-
nel, preserving its original shape 9m long and 40 cm in height at a speed of 14km/h for
2-3 kilometers. Russell named this phenomenon as the "wave of translation".

Consider a set of two-state atoms (e.g., glass) and the light pulses propagating in this
complex, and take into account non-linearity, which compensates the dispersion-caused ex-
pansion. Let us have a first 1-dimensional z-directional plane wave, described by the equa-
tion:

2 10 _An 0°
(————)E(t,z) = ?ﬁp(t,z) (3.45)

Field amplitude
E(t,2) = €(t,2) "% 4 cc
N~ T
changes rapidly
slowly oscillates

describes the pulse, not the monochromatic field. A slow change in time and space allows us
to limit ourselves to only first order derivatives. The same for P(t, z) = p(t, z)e’**¥% Thus,

—2i(3+1i)8(t )= 3T (3.46)
9z cor)S P T T PBE '

We use a solution for 2-level atom, p = Nd (Sy) (in the case of 1 atom, ed (Sy)). Further,
we define for simplicity Sy = (Sy) = ucoswt —ivsinwt. We assume that the matter before
the excitation was in the ground state, then u = 0, Sy = —vsinwt. Hence, it follows that
p=—-Ndvsinwt.

The wave equation in a resonant medium yields

(i+1£)8(t )~2n—dev(t) (3.47)
oz cor) YT ' '

The solution for v(1) is v(t) = —sin®(¢), where O(1) = Kf_tooe(t')dt’, x = ed/h is the con-
stant of interaction, which contains a dipole moment. Taking into account that 00(#)/0t =
Kxe(t), we get

9 1039 ® =~ fsin® 3.48
(6z+00t) 3 (t,2) = BsinB(t, z) (3.48)
where the constant § = 2rwc ' Ndx ~ d?>0. Here 8 > 0 is because we choose the ground
state as the initial state, but if we were to take the excited state as the initial state, then < 0.

We have got the sine-Gordon equation, one solution of which is a soliton. So, we assume
that a soliton-type solution exists. In that case 0(t) is independent of ¢ and z, but depends
on the linear combination of these variables { = ¢t — z/v (the solution moves in time with a
constant velocity).

=

62+102_ 10% 10° l(c )62
0z0t cOtr>  vol®: cdl® ¢
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If there is a soliton-type solution, then it is described by the equation

62
~——0=-0"%sin6 (3.49)
a2

where Q'* = Be(c/v—1)"1. We get the equation of the physical pendulum.

In the case of high initial speed, the pendulum rotates, while in the case of low initial
speed, it only oscillates. If ® = 2arcsin(th(Q'()), then

KoC 2d [i_qaon Q) d ch@{)

— it is typical for the soliton.
So far, the speed v was undetermined. It can be connected with the properties of the
solution, e.g. the maximum pulse amplitude

10 2hQ) 1 1 hQ 1

hQY c
8(0):Emaxz7 and U:—4ﬁc.
1+ 5
K2 €5 ax

A few remarks:

* the speed depends on the maximum pulse amplitude;

* the higher the pulse, the higher the speed.

This is a 2-pulse: the front of the pulse is absorbed, the rear (part) is restored. This phe-
nomenon is called the self-induced transparency. The theory of self-induced transparency
was presented in the 1960s by S.L. McCall and E.L. Hahn (see Phys.Rev. 183, 457-485, 1969).

McCall-Hahn theorem

If the pulse area © is within range (2rn—m, 2w n+m), then each pulse transforms into a soliton.
If ® < 7, the soliton disappears (gets absorbed).

In the range of (2nn —m,2nn + n), the pulse transforms into a 2z n-pulse, and the last
transforms into a n x 2x-pulse. This is what happens. If there are several solitons with the
area 27 n, then the sub-solitons usually have different velocities (depending on €ax), S0 they
run away from each other. The sharper the soliton, the faster it propagates. The asymptotic
solution: the solitons run through each other without interaction (soliton shape does not
change). Such solitons have been experimentally observed.

If the atoms are initially in the ground state, then the soliton velocity c is always lower
than the speed of light. But if the atoms are initially in the excited state, then v > ¢ (f <0). It
has been observed experimentally (in the 1960s, Prohhorov et al., v ~ 3¢). Is it a violation of
the principle of causality? In fact, not. The pulse front is amplified by stimulated emission,
the rear is absorbed, and the pulse reshaping takes place. (If the atoms are initially in the
0-state, then the pulse front will disappear and the back will reappear.)

All of this applies if the theory is valid. The theory does not take into account the spon-
taneous emission, the interaction between the atoms, or the atomic collisions. If the ini-
tial pulses are very short, then the relaxation of the two-state atoms does not happen (then
spontaneous emission is not important). The spontaneous emission time is ~ 10785, so the
duration of the pulse in this region must be < 107 %s.
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3.7 Dicke superradiance

Consider the system of IV identical two-state atoms on a distance < A from each other, which
is excited with a short pulse. Suppose that after the excitation the system is inverted and
there is no light coming out. If one atom is in an excited state, it will radiate. In the case of N
atoms,

1 5
H= Ehw0202i+dEZSx,-+HR. (3.50)
i i

In 1954, Dicke showed that such a system can spontaneously migrate to the ground
state in a time of 7, ~ 1/N, which is proportional to the inverse number of atoms. The
atoms radiate coherently and the radiation intensity is I ~ Nhwy/7, ~ N?. Dicke colllec-
tive spontaneous emission is different from an ordinary spontaneous emission, when the
atoms independently relax to the ground state with the spontaneous decay time T3, and
I ~ Nhwo!/T; ~ N. The collective spontaneous emission of Dicke was called the superradi-
ance. The effect is due to a correlation between sources of radiation that interact with each
other via an electromagnetic field.

Here we use the Fermi’s golden rule to find the probability of radiative transitions of the
superradiance.

At the beginning, we start with a case when N = 1. By y we denote the radiation decay
constant of single atom (y ~ 10851, y < wy):

4 m’wod? 4 w3e*d?

T3 PTG

where p(wg) ~ w%/ (hc®) is the density of states of photons.

(3.51)

3.7.1 Bright and dark states

If there are 2 identical atoms (NN = 2),

10y = |g1)|g2)
1) =1e1) |g2)
12) = |g1)le2)
13) = le1) |e2)

As aresult of any interaction, we obtain two coherent states (not fixed where excitation takes

place):
1

I = 1 +12)),

|>\/§(I>+I>)
1

1N =—(1)-12)).

|>\/§(|>|>)

We compare the transition |1) — |0), in which the second atom does not participate in
the process (here it is considered that (g| d2 |g2) = 0):

y1~ |(e1g] ed|g1gz>|2 = |(e1g2| e(dy + da) |g1gz)|2 = (g2lg2) (e1ledy |g1>|2 =7y,

with optical transition from the coherent state |I) — |0)
4wy . 1 S
yi=5750 din|’ = S Al g1l (82| di + d2 [ler) |g2) +[g1) le2)] I’

——
A

1
- §A|<gl| dyler) +{(g| dzle2)|” = 2y.
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We see that the coherent state |I) radiates twice as fast as |1). It is called the bright state.
The state |I]) is metastable (does not radiate). It is called the dark state.

If there is a phase relaxation, then the phases of the atomic states become random. This
can be considered by replacing [2) = e'? |2y, where @ is a (random) phase difference. Averag-
ing over this phase difference cancels all the terms that contain the product (g;|d;|e;){g21d2|e2).
We get the same result as if each atom radiates separately. But if the number N of simultane-
ously excited atoms is large, then y; = Ny, and the radiation is so fast that the phase cannot
get damaged.

3.7.2 The spin Hamiltonian of Dicke superradance

Dicke noticed that in the Hamiltonian Equation 3.50, the square of total spin is a conserved
quantity. The transitions do not happen between all the levels, but only between those where
the total spin is conserved.

§? :Zsf. :Zs§i+s§i +82..
1 1
Spin components satisfy the following relations:
[Sx,Sy] =152 [Sa, S?] = 0.

The operator $? commutes with Hamiltonian, [ H, S?] = 0 (there are non-collapsing states).
Let us take a closer look. For a single two-state system,

3(1 3
=30 Y)=i=comt  =iGen

This relationship also applies when there is more than one two-state system at a time.
The quantum number of the total spin j is conserved also in this case, but the quantum
number m=—j... j, corresponding to S, changes with the emission of photons..

3.7.3 The pulse of Dicke superradiance

If we have N excited atoms, then j = m = N/2,i.e. ithas the maximum possible value. To find
the probability that the system emits photons, one need to find the probability of (radiative)
transition |j, m) — |j, m—1):
. N 2
Yim=A|(j,m=1|d|j,m)|".
Let us bring the operators
Sy =8x+1iSy (rises)
S_=8x—1iSy (lowers)

It follows that
Km—1|S_|m)|>=(m|Sy Im—1)(m—1|S_|m).

We consider that (m| S |[m — 1) and (m — 1| S_ |m) are the only non-zero matrix elements
of the operators S, and S_. Therefore,

(m| Sy Im—1)(m—1]S_|my = (m| S, ) |m") (m'| S_1m)

= (m|S4S-Im) =(m|S* - S2+S.Im),
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and
2 d2
Yim= Ij(j+1)—m2+m:Z(j+m)(j—m+1).
Here we take into account that
S48 = (Sx+18y)(Sx—iSy) = Sy + 8}~ i[Sy, Sy| = S5+ 5} +8, =5~ S2 + 5.

If all N atoms are excited (j = N/2), then

(N) N N
Y CEYN2m=Y E+m 5—m+1 (3.52)

S —

d
1]

m=N/2

N atoms

—L m=—N/2

Figure 3.6: Superradiance.

We can find the analytical shape of the pulse. To do this, we look at the kinetics process.
The probability that a photon is emitted in a transition |[m) — |m — 1) is

m=yKmldim-1DP=y(+m)(j-m+1), (3.53)

where y =4/ 3wgd2/ (Ac3). Consider the case when all the atoms are excited (j = N/2):

am

am _ __(Nm

dt Y ’

dm _ (N+m)(N m+1)
ar 7|2 2 '

where y is the decay rate of one atom; f, =y~ ~ 10785 is the spontaneous emission rate of
an atom. This is a standard differential equation for m:

dm
(N/I2+m)(N/2—-m+1)

=-ydt.

Using

1 ( 1 )
(a+x)(b-x) a+bla+x b-x)

we obtain

1 1
dm( - ):—y(N+1)dt,
N/2+m N/2+1+m

which gives a linear equation for m

m-N/2-1 '

( m+N/2
n —_—
m-N/2-1

):—y(N+ Di+c —
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We get

N+1 t— L
m(t) = th( oN

IN = T
5 ), where{ N7 YN+ (3.54)

oy =tnyInN

We are interested in the factor
y(N +1)2

t—ton)’
4ch? ( ON)
2N
describing the intensity of emission. Consequently, there is a very short and fast pulse.

m(t) = (3.55)

Which N values are actually possible?

There is an important limitation: identical atoms should be closely spaced, i.e. the scope
of the object must be less than A. In the case of nuclear magnetic resonance, this is not a
problem because it is radio waves. In optics, the situation is different. The effective number
of atoms is Ngf = uN , where u < 1.

Let us have a cylindrical object of length L and cross-section area S. An important pa-
rameter is the Fresnel number Ng = S/(LA) .

e If there is a short wide cylinder, i.e. Np > 1, then u = (3/ 8)1 1 (12/8S), the only a part of
cylinder with cross-section ~ A? radiates coherently;

e If there is a long narrow fiber, i.e. Nr < 1 and u = (3/8)n~!(A/L), then coherently
radiates as many atoms as fits in A. In this case radiation is directed strictly along the
fiber.

In fact, there are lasers that work on this principle - these are the mirrorless lasers.
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4.1 Hawking radiation of black holes

Hawking radiation (also known as Hawking-Gribov radiation) is blackbody radiation, which
was predicted to emerge from black holes, due to quantum effects near the event horizon.

Stephen Hawking justified theoretically the possibility of black hole radiation in 1974,
after visiting Moscow in 1973, where Jakov Zeldovich had shown that a rotating black hole
could generate and radiate particles. Hawking, however, found that the non-rotating black
hole also could emit particles. The idea that a black hole should radiate particles was al-
ready developed by the Russian theorist Vladimir Gribov. In 1976, William George Unruh
presented a mathematically more simple explanation.

This is again an effect of the zero-point energy, which could also be called a dynamic
Casimir effect. A black hole emits thermal radiation, with a temperature T depending on the
mass.

In 1972, Jacob Bekenstein reached the conclusion that the black hole has temperature.

According to classical physics, the black hole does not radiate because the light can not
pass through the Schwarzschild radius. Gravity changes the frequency (of photon) to zero:
in the gravitational field, the wavelength of the photon increases until the energy finally ap-
proaches zero. Each object with a mass has a Schwarzschild radius r = 2MGc¢™2. If the radius
of a star is R < r, then, according to classical theory, the light never escapes the star. Con-
sidering the quantum effects, the situation changes - the thermal radiation of the black hole
appears.

Indeed, in quantum theory, the time dependence of the operators must be considered;
in the case of annihilation operators, the time-dependent frequency is positive, while in the
case of creation operators, it is negative. Gravity changes the time dependence of field oper-
ators. Namely, reducing the value of the gravitational field reduces the photons’ frequency;
this holds true until at the Schwarzschild radius the frequency changes to zero and then goes
to negative. This means that, according to quantum theory, an annihilation operator turns
into a creation operator. The creation operator, acting on the vacuum state, gives a non-zero
state, unlike the annihilation operator. This means that the black hole emits photons.

63
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In particular, due to the gravity of Schwarzschild’s radius leads to the Bogolyubov trans-
formation of operators (Equation 2.15)

where |u|* = vI2 = 1ja v # 0. Now the particle number in the initial vacuum

n=(014' &0y = [v?
is greater than zero: black hole emits photons. The given by |v|? intensity of emission de-
pends on frequency; this dependence corresponds to the thermal radiation (see Unruh radi-
ation below).

4.2 Thermal emission of black holes

The conclusion that the black hole radiates can be obtained also differently. The black hole
entropy increases as the object falls into the black hole. The corresponding formula (Beken-
stein, 1972) is
i = % M?
kBT B hc '
From thermodynamics, we know that kg T = k- (0U/0S), where U = Mc?~VS—kgT =
hed1(8nGM). Also, T ~ dU/dS ~ S™V2 ~ M~!, the smaller the black hole, the hotter it
is. If there is temperature, then radiation must be there as well! According to the Stefan-
Boltzmann law, dM/dt ~-T*r* ~M™*M* = M2

4.1)

1 |

— M = MyJf—1 | \— dM/dt = Mo/ (3(to — 1)/%) |
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Figure 4.1: Hawking radiation.

At the moment ¢, the black hole evaporates; in the final phase there is explosive radia-
tion. The small black holes that formed in the Big Bang have all been evaporated nowadays.
Hawking radiation has not been detected by now!

Primordial black hole - a hypothetical type of black hole formed during the high-density,
inhomogeneous phase of the Big Bang due to the gravitational collapse of important
density fluctuations. The concept was first proposed in 1971 by Stephen Hawking, who
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introduced the idea that black holes may exist that are smaller than stellar mass, and are
thus not formed by stellar gravitational collapse.

Let us note that the Planck particle radius is smaller than its Schwarzschild radius r =
2MGc™2. Thus, the Planck particle forms a black hole, and therefore, according to Hawking,
evaporates. Its evaporation time is tppy = 51207 fp = 8.67 x 10740, or 16085 times longer
than Planck time.

4.3 Unruh radiation in accelerated reference frame

Hawking radiation is related to the Unruh effect. Unruh considered an accelerated reference
frame where a photodetector is located. It turns out that an accelerated photodetector reg-
isters photons that correspond to the blackbody radiation.

Unruh effect: an accelerating observer sees blackbody radiation while the inertial viewer
does not.

Unruh came to the conclusion that the spectrum recorded by an accelerating photode-
tector corresponds to the thermal radiation at a temperature T = a/(2rkp) (here a is accel-
eration). Let us show it. We compare the vacuum in an inertial reference frame (Minkowski
space) to the vacuum in an accelerated reference frame (Rindler space).

Interval in the 2-dimensional Minkowski space is

ds*=dt*—dx*=dudp,

where
u=r1t—-x, v="1+x.

Let us introduce now the Rindler space with coordinates n and ¢ satisfying the relations

(see [3])

1 —au

e

a—leav

t=a 'e®™sh(an) u=n-¢ i=-a

xX= a_le“‘fch(an) v=n+¢ 1]

We find the interval in the new coordinates
didv = e’ dudv = ™ dudv = e*® (dn? — d&?)

Thus,
ds® = *% (dn* - dé?),

Consequently 7 is a timelike and ¢ is a spacelike variable (coordinate).

Consider the point ¢ = const in Rindler coordinates. We find x? — t? = a~2¢?%¢ = const.
This is a hyperbole. Therefore, if ¢ = const, then the point moves along the hyperbolic path.

The motion is accelerated. Indeed, if we take x = x, + y, where xo = a~'e® corresponds
to x at the initial moment ¢ = 0, and we look at small y, then we get (xo + y)° — £% = x2. This
follows from the case of small y: y ~ at?/2, where a = Xy I = @e~® = const. This is a proper
acceleration, since

ds® = ™ dn* = goodn’,

where gy is a metric tensor. Therefore, in the case of { = const one gets the motion with
constant acceleration, and the proper time is 7 = e"%¢. In this case, the point in the Figure

4.2 will never get to the left side of the coordinate system. The classical system moves only
in the right-hand wedge. The dashed lines corresponds to the Rindler event horizon.
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Figure 4.2: Rindler space coordinates. The hyperbolic curves correspond to a potential Rindler ob-
server, written in Cartesian coordinates. Rindler space coordinates are only defined on the right side
of the x-axis. The boundary line corresponds to the Rindler events horizon in classical physics.

For classical objects in Rindler space, only the half-space is available. Information from
the other side is missing. The quantum particle can pass to the other half, changing the
time sign.

In L-space ('L for Left) one gets

t= —a_le‘x{sh(an),

x=-a 'e®™ch(an).

Unruh idea

We quantize the electromagnetic field in both spaces. Modes in the normal Minkowski space
satisfy the wave equation

0 0
(573 )o=0 @2
or
0°®
3095 - 0. (4.3)
Using coordinates,

u=n-=¢& . i=—q leau . aﬁ_b_t:e—au%
v=n+¢ v=ale”® L=l

the wave equation in Rindler space yields

o208 6_2_6_2 =0 — 6—2—6—2 ©=0 (4.4)
o2 o0&2) o '
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These equations also apply to the field operators. Therefore, the field operators satisfy
the wave equation in the left and right Rindler wedges. However, the equations are satisfied
everywhere in the Minkowski space, and thus the solutions are continuously changing ev-
erywhere. This means that operators (solutions of wave equations) in Rindler space have to
swap on L— R border, in order to be valid in the Minkowski space, and this operation should
give continuous operators.

The condition of continuity can be fullfilled if properly add the creation/destruction op-
erator of R-space to the destruction/creation operator of L-space. As a result, we get
a continuous (Minkowski) creation operator as a proper linear combination of a cre-
ation operator in L-space and a destruction operator in R-space. The mentioned linear
combination gives the Bogolubov transformation for Minkowski/Rindler space opera-
tors. This allowed Unruh to find the number of particles in R/L-space for the Minkowsi
vacuum state.

T,

. Future

left I

L Past

Figure 4.3: Minkowski space.

Let us consider the quantum states (quantum modes). The field operators in the Minkowski
space yield

A © A
=) o
k=—oc0
In the positive direction of propagation (k >0, k = w/c, taking c =1, k = w),
(i)k — e—iw(t—x)ak — e—iwﬁ&k'
In the negative direction (k < 0),

b= e—uu(t+x) a—k — e_lwﬂ(fl_k.

Similarly, we can define an adjoint operators

A+ _ iwi 4t B+ _ iwb At
<I)k_e a, <I>_k—e a_,.
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In the vacuum of Minkowski space,

agl0)=0
a-i10y=0

Let us now consider those operators in Rindler space. Similarly to the Minkowski space,
in the R-space vacuum ("R" for Right) the field operators are

(i)R — e—lwubR, (i)R+: ezwubR+,
k k k k

2R —iwv iR 2 R+ iwv 7R+ (4.5)

oT, =e bZ,, O =e""b7,

and in L-space vacuum:

(Di — elwvbé’ CD?— — e—lwvb£+’ 6
(i)L _ iwul;L qA)L+ _ —iqu;L+ (4.6)

k=€ P_p k=€ —k

Note that the operators in R- and L-spaces have the opposite signs of w in the exponent.
The corresponding annihilation operators (for two vacuums) are

7R _
{%/—k'm =0
bi)_10)=0

Consequently, we have three vacuums: a Minkowski vacuum and two Rindler vacuums.
Thereat the Minkowski space vacuum includes two Rindler space vacuums (R and L).

We need to find a connection between the annihilation operators in different vacuums.

Let us see how the operators u and v change in R < L transition. From it = —a e %%,
we get u = @~ '(Ina +In(-)), where In(- ) is not uniquely defined, since In(~1) = +in. We
are interested in the lower complex half-plane i, and take In(-1) = —in.

We consider,

* in R-space,

t= a_leafsh(an) = L (ea(§+n) _ e“('f_")),
2a
1
X = a—lea’fch(an) - (ea’(f-H]) _ ea(f—n))’
2a
which gives
i=—a le—au,
b= a—leav

* in L-space,

which corresponds to

Hence,

) u=—-a '(na+Ini+in)
in R-space: ) _
v=—a (Ina+Inp)

u=—-a '(na+Ini)

in L-space: ) o
v=—a ‘(Ina+Inv+in)
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Variables u and v change their phase by 7 in the transition R — L, i.e. a phase jump
takes place. One should compensate this phase jump, in order to get a continuous wave. We
should add a proper factor ¢ to operators, when making a transition from R to L. Namely,
the following wave combinations behave continuously

R: WR =g iwu
PR e if k=6

L: ¥i=0

L: Wi =ceov
gk grolegl if ke

R: Y2, =0

where ¢ = (4mw) V2, Consequently, it can be used to describe waves in the Minkowski space,
and the annihilation operator can be presented as

o= s [22))

1) ( rtw/2a\yR —nw/2a\y*L
d, (e Yite vy

) (4.7)
+d](62) (enw/Za\Piﬁ +e—nw/2a\{,i)

where d, d?) are the Minkowski space operators that correspond to waves that are analyt-
ical everywhere.
We may establish a connection with by:

AldVe™'+ d®t |\ wE=biwE,  where A=e?*(2sh(nw/a)”?,

blk? — (zsh(ﬂw/a))—I/Z enw/Zad](cl) + e—ﬂw/Zad£211+ )

This relation is analogous to Bogolyubov transformation , where
v=(2sh(no/a) e ™2,
Number of particles in Minkowski space:

Ni= (0| bRb®, 10y =
= (sh(mw/a) ™' [e"* 01 dM*d™ 0) + ™' 0| d®*d® |0)] =

= v]® = (sh(nw/a)) ‘e ™'*,

Thus,
1

enw/a _ 1'

Ny = (4.8)

Unruh-Hawking effect: acceleration produces radiation with the spectrum analogous to
Planck’s thermal radiation, having

1

Ny = —ehw/(kTo) ~ 1. (4.9)

The temperature that the photodetector measures is Ty = a/(2m k). Acceleration plays the
same role as the temperature: the larger the acceleration a = ae~%, the greater the number
of particles. In the accelerated reference frame, the temperature measured by the accelerated
observer is given by the Tolman’s formula

T = (goo) 2Ty = e Ty = ae”*/(2nks) = hal 2wkp). (4.10)
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We conclude that the vacuum in the accelerated reference frame is no longer vacuum;
there are already particles - real photons.

Considering the quantum vacuum in a purely dynamical way, we did not introduce sta-
tistical arguments, but we received radiation that corresponds to the thermal radiation. Why
is this so? In an accelerated reference frame, on R-side, we do not have any information
about L-side; it remains behind the events horizon. We lose information about half-space.
However, by losing information from the L-side, we do not know exactly what the wave is on
the R-side. In this case, the quantum state of an electromagnetic field can not be described
by wave functions; it is a mixed state. This state can be described with a density matrix: there
is no information about the phases, but there is balance of photons going in and out at event
horizon, resulting in the temperature distribution.

How high is the temperature of Unruh radiation? And how many photons does the
detector read?

We take a = dv/dt ~ 0.1cw, were w = 10°s71, i.e. speed increment of 0.1¢ during 10~ '°s,
that is a huge acceleration! In this case

hw
T~0.1 ~ 100K

2akg

It’s not very high temperature. The corresponding radiation is in infrared spectral region.
This means that under the realistic situation, where acceleration is much smaller, Unruh
radiation is practically missing (the vacuum does not give us anything).

However, in a nonlinear environment, the femto-pulse (A femtosecond is the SI unit of
time equal to 107'° of a second) changes the refractive index by An = 0.1. For waves, this
rapid change in refractive index is equivalent to a highly accelerated reference frame. In this
case, infrared or even visible light is emitted [11], [36].

Hence, it is possible to measure Unruh photons in nonlinear optics, for example, by tak-
ing the oscillating mirrors: n(t) = ng + n'gcos(wt), where cos(wt) = (1/2)(e'®! — e~'**). The
negative energy term changes a positive time dependence of the annihilation operator to the
negative one. It also explains why in the case of time-dependent n(t) the emission appears.
This radiation is called a dynamical Casimir effect [5], [14]. When the optical path length
(eikonal) rapidly changes in time, then the strong and high-frequency emission is generated:

dAl »
—=nylw
dt
JETTLEL . w <0
I" ‘“,
&, -

. w>0 .
’ 1
I .
1) 1
1 —
1 []
1 . L[]
. Schwarzschlld:

' radius .

-
------

Figure 4.4: Black hole.

In concluding remarks on the black hole physics, given the event horizon (in Figure 4.4,
the circle), which is determined by the Schwarzschild radius. When it is crossed by a photon,
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w > 0 becomes w < 0, and the annihilation operator gets replaced by the creation operator.
That means the black hole is radiating.

Hawking showed that this radiation is analogous to the blackbody radiation. The accel-
eration in the Schwarzschild radius determines the radiation temperature. The smaller the
black hole mass, the higher is the radiation temperature

hc3
kT =
8tMG

and the more it radiates. The total radiation (the loss of mass) is ~ M4, that is, the lifetime
is finite.
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5.1 Kramers-Heisenberg equation

Below we consider the optical processes (absorption, radiation, scattering) in ordinary crys-
tals, where optical spectra are significantly broadened due to the interaction between optical
electrons of impurity centers and crystal atoms (ions).

In previous chapters, describing the interaction between radiation and matter, we lim-
ited ourselves to two-level systems. Such a model can be used for strong monochromatic
excitation, resonant with narrow absorption bands. Hereby the spectral width of the absorp-
tion band should be smaller than the Rabi frequency. In condensed matter, this condition is
difficult to fulfill because of broad absorption bands (characteristic width is 0.01 + 1 eV).

To increase the Rabi frequency, it is necessary to use the excitation strength up to (see
Equation 3.31)

Io = |Eol*/ Zy ~ (10° V/em)? /376.7 Q ~ 10 W/cm?,

In ordinary experiments, many times weaker excitations are used. Hence, the usual two-
level model is not suitable for crystals with impurity centres. The model used here must

73
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be more general - the electron and vibrational levels that take part in electronic transitions
should be taken into account, but at the same time, it can be simpler because the interaction
of substance and radiation can be described by perturbation theory. Such a theory can be
based on the Kramers-Heisenberg dispersion formula for the cross section of scattering of a
photon by an atomic electron (the formula for second order quantum processes):

2 / T NE
__ Ao _ & ST ITIO P gy,
dQpd('y) Wk {7 |im Ei—En+hog+i—

The formula determines the probability of emission of photons of energy hw'y in the
solid angle Q- (centered in the k' direction), after the excitation of the system with photons
of energy hwy; |i), | n), | f) denote the initial, intermediate and final states of the system with
energies Ej, Ey, Ef respectively; the 6-function ensures the energy conservation during the
whole process. T is the relevant transition operator; I';, denotes the intrinsic linewidth of the
intermediate state.

It was derived before the advent of quantum mechanics by Hendrik Kramers and Werner
Heisenberg in 1925, based on the correspondence principle applied to the classical disper-
sion formula for light. The quantum mechanical derivation was given by Paul Dirac in 1927.

Let us note that under the sum over |n) there is another member with —Aw;. instead of
hwy. This is so-called nonresonant member that can be ignored in resonant processes.

In the scattering process most of photons are absorbed and emitted without changing
the state of the atom or molecule, this is the elastic Rayleigh scattering with unchanged wave-
length, whereas a small number (one per 10”) of photons scatters inelastic way with changed
frequency. Their part of secondary radiation is called Raman scattering.

In the case of nonresonant excitation when the frequencies of photons do not coincide
with the vibronic frequencies, the secondary radiation consists only of Rayleigh and Raman
scattering. In this case the denominators in the Kramers-Heisenberg formula can be taken
as constants, only the nominators depend on vibronic states. The corresponding theory has
been developed by Placzek (1936).

The situation changes appreciably in the resonant case, when the excitation photons
fall into the domain of vibronic transitions. The corresponding theory, called the theory of
resonant secondary radiation (RSR) has been developed in Tartu, in the Institute of Physics
[15] - [21].

5.2 Vibronic states of impurity centers in crystals

In this chapter we apply the Kramers-Heisenberg formula for the description of the inter-
action of light with impurity centers in crystals (see, e.g. [8]). Optical properties of these
systems can be considered in a rather simple model. Hereby the results of the consideration
have a great amount of generality and may serve as a basis for understanding the interaction
of reasonably weak light with condensed matter.

5.2.1 Adiabatic approximation

The states |i),|f), |n) in the Heisenberg-Kramers formula in our case are the electron-vibrational
states of the optical electrons of the impurity center in the crystal interacting with vibrations
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of atoms (ions) of the crystal. The Hamiltonian of this system can be taken as follows:
1 1« Pha
H=—)Y pi+= = +V(r,R), 5.1
pp. ; Pit5) 5 VIR (5.1)

n,a n

where [ counts electronic degrees of freedom, 7 is the number of the atom (ion) in the crystal,
a = x, ), z denote the Cartesian coordinates of atoms, m and M,, are the masses of the elec-
tron and atoms, p; and Pn,a are the corresponding operators of momenta, r and R denote the
sets of coordinates of the electrons and the nuclei of atoms, V(r, R) is the potential energy
of the interaction of the electrons and the nuclei. Solutions of the stationary Schrodinger
equation

HY(r,R)=EY(r,R) (5.2)

give the energies and the wave functions of the system. Corresponding states are called the
vibronic (electronic-vibrational) states. The basic approximation used for the description of
the vibronic states is the adiabatic approximation (see [8]), which relies on very large differ-
ence of the masses of the electron and nuclei m, < 107> M,,. The vibronic wave function in
this approximation is considered as the product of electronic and vibrational wave functions

Y(r,R) = ¢(r, Ay (R). (5.3)

Here the electronic and vibrational wave functions satisfy the equations

1 A2
Py ; P2+ V(1,R) | dpe(r, B) = Up(R)po (1, R), (5.4)
1 P2,
5 Lot UelB) | Wer(R) = Eoje(R). (5.5)
n,a n

Equation 5.4 describes the electronic state number e with energy U, (R) and corresponds
to the electronic motion for staying (immobile) nuclei in the configuration R. Equation 5.5
describes the quantum motion of nuclei in the electronic state number e. The electronic
energy U.(R) stands for the potential energy of nuclei. One can find corrections to this
approximation by substituting Equation 5.3 into Equation 5.2 and taking into account the
terms stemming from the commutators [P,%, o! Mpn, ¢(r, R)] (so-called non-adiabaticity oper-
ators). These terms are small as compared to the terms stemming from the commutators
[ pf/ m, ¢(r, R)] which govern the quantum motion of the electrons described by Equation
5.4. A simple improvement of the approximation one gets if to use the potential energy op-
erator instead of U,(R)

. 1 1 Ao
Ue(R) = Ue(R) + = ) — | dr¢pe(r, R)P;, ;e (1, R). (5.6)
2 n,a Mn ’

The second term here describes the averaged kinetic energy operator of nuclei in the
electronic state ¢, (r, R). We assume that it is a small correction to the operator U, (R).

The adiabatic approximation Equation 5.3 works well for non-degenerate electronic states.
However, if the electronic state under consideration is degenerate (e.g., due to high symme-
try of the center) then it may not work. In this case one should take into account the mixing
of the degenerate electronic states by vibrations of nuclei which may result in lowering of
symmetry of the center (the Jahn-Teller effect) and in other phenomena (usually called the
dynamical Jahn-Teller effect (see, e.g., Slonczewski J., Theory of the Dynamical Jahn-Teller
Effect, Phys.Rev. 131, 1596, 1963). Here we consider only the case of nondegenerate elec-
tronic state where the adiabatic approximation is well applicable.
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5.2.2 Vibration of crystal

From presented above Equations 5.2 - 5.5 it follows that the solution of the problem of find-
ing of the vibronic states of an impurity center in a crystal in the adiabatic approximation is
reduced to the solution of two simpler problems:

1. to find the solution of the electronic equation 5.4 for the important values of the nu-
clear coordinates;

2. to characterize vibrations of atoms (ions) described by the Equation 5.5 with the known
(found) U, (R).

To solve the first problem one can take into account that an impurity center causes
change only of a small part of the potential energy of the entire crystal, i.e. the changes de-
pend only on few local displacements of the nearest atoms to the impurity atom (molecule).
This allows one to solve this problem in two steps:

1. to find the potential energy of the perfect crystal;

2. to find the local corrections of it caused by the impurity center in different electronic
states of it.

The first problem nowadays is solved by ab-initio calculations of the perfect crystal, e.g.,
by means of the density functional theory (DFT). The periodic structure of the crystal makes
these calculations possible and sometimes even easy. The second problem can be solved
by applying the crystal field theory (also known as ligand field theory (LFT). Alternatively,
the potential energy of the center in the ground electronic states can be also calculated by
applying the supercell size scaling of DFT.

The basic approximation used for the description of vibrations of crystal lattices in the
given electronic state v is the approximation of small amplitudes, allowing one to expand
the potential energy U of vibrations into the series of the displacements u},, of atoms (ions)
in the lattice from their equilibrium position. Here m is the number of the given elementary
cell, x is the number of the atom in the elementary cell, a is the number of the Cartesian
coordinate of the atom. In the basic, so-called harmonic approximation only the second-
order term with respect to u$,, are included into consideration. Then, up to a constant the
Hamiltonian of vibrations of atoms in the crystal lattice gets the form

1 pa2 ;
H=2 Z Z qu)meK/umK (ran’ (5.7)
me“MmK mmKKaa
Here q)““ — is the second derivative of the potential energy of vibrations with respect
to ugy, and us P2 is the operator of the a-component of momentum of atom (m, x).

The Hamﬂtoman (Equation 5.7) can be presented in the diagonal form. To this end we
introduce the reduced displacements 0%, = u%,, v M and momentum operators

_Pa /\/ mx -«

Then the vibrational Hamiltonian in the harmonic approximation gets the form

N 2 /
HZE Z 0‘ Z Z Z KmK’uFﬂKu(ran” (5.8)

mx,a mm’KK’aa’
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where
aa’ / /
DmeK (I)‘;‘nimk,/ MmKMm’K’

is the dynamical matrix of the crystal. The operator potential energy for reduced momenta is
in diagonal unite form. Now to get the entire vibrational Hamiltonian H in the diagonal form
one should diagonalize the dynamical matrix D. This is done by means of the orthogonal
transformation 0%, = j€amx,jXj, Where xj =3, 4 €amx,j u? . is the normal coordinate of
the mode j, the coefficients of the transformation satisfy the equation

2
Z DmK m'x! €mxa,j = wj em'x'a,j (5.9)
mx,a

and the orthogonality conditions
Z Camx,jCamx,j = 5jj’r
mKka
Z Camx,j€a'm'x’,j = O mmOxxOaar-
J

Here w? and eq j are the eigenvalues and the eigenvectors of the dynamical matrix. After
this transformation H gets the form of sum of independent harmonic oscillators (modes)

— 1 22 2 2.2\ _ +
H= EZ(_h 0°10x + w'x; ) = h;wj (ajaj+1/2), (5.10)

J

where w; is the frequency of the normal mode j,

aj = \/1/2h(1)j (ia/axj+wjxj)

is the destruction operator of this mode. The quantum of a normal mode is called phonon.

5.2.3 Phonon spectrum of perfect lattice

Equation 5.9 can be solved for molecular systems with N < 10* = 10° atoms (ions). In case
of crystals, however, one needs to consider much larger number of atoms. Nevertheless, the
problem can be solved due to the fact that a perfect crystal lattice is periodic. Due to this
property the dynamical matrix of a crystal depends only on difference of the numbers of the
elementary cells m and m':
aa’ _aa
DmK m'x’ — D(m mx,0x’ — DKK’ m-m'*

This allows one to take i:tMK_ j as a plane wave ﬁm,(_ j= h’Keik Im/\/3N, where Tm is the
radius vector of the position of the elementary cell m, and k is the reciprocal lattice vector,
N ~ N =6-10%3, where N, is the Avogadro constant. Now U gets the form

1 .
U=22 ) dyotonan va (5.11)

K,k a,a’

where we introduced the dynamical matrix in k-representation d““,(k) Ym ,‘f,?, eiklm,
This is 3v x 3v matrix where v is the number of atoms in the elementary cell. This matrix
is by far smaller than 3Nx3N dynamic matrix D2 with N ~ Na. E.g., in NaCl crystal

mx, m K
there are two atoms in the elementary cell, and dgi,(k) is 6x6 matrix. Diagonalization of
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this matrix can be achieved by means of the unitary transformation x; = > x.a bra (k, 9) Nxa>
giving

w5 x5 . (5.12)
g=1 ka ka

1
U = 5 Z
k
Here wy q is the frequency and b (K, q) is polarization vector of the phonon with the wave
vector k of the branch g satisfying the equation
Y d% (K bow (K, q) = w3 brra (K, ) (5.13)

K,a

There are all-totally 3v branches: three acoustic with i —0, k — 0 and 3v—-3 optical with
w7 > 0; in symmetry directions v branches are longitudinal and 2v branches are transversal.

The dependence of w, on k is called the dispersion law of the phonon branch g. The density
of states (DOS) of phonons

1
p(w):ﬁkz’(?(w—w%q):z Okel00y, |, N — oo, (5.14)
q

aq

ranges from o = 0 untill the maximum phonon frequency w,, < 10'3 sec™!; it may have sev-

~

eral peaks reflecting different branches of the phonons, see Figure 5.1, with the dispersion
laws and DOS for NaCl.

* NaCl
- (a)

'\ [oo1] |foc1] [o11] 1l 5t Na Cl
. J o
4 \ i
- =5? - .
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REDUCED WAVE VECTOR COORDINATE {=aq/21T w (10"° rad sec”)

Figure 5.1: Phonon spectrum in NaCl. Dependence of frequencies of phonon branches on directions
of the wave vector k in reciprocal crystal lattice (left) and DOS (right); thin lines depict contributions
of different branches of phonons [G.Raunio, and S.Rolandson, PRB 2, 2098, 1970; G.G.Zavt, private
communication]

The phonon spectrum of crystals consisting of atoms (ions) with essentially different
masses usually has gaps separating different phonon bands. Van Hove has shown that in
the D-dimensional lattice for w close to a limit frequency wy

D-2 2

Pp(w) x w |w? - w?|.
Besides, the DOS p(w) and its first derivative may have singularities (so-called van Hove
singularity). For the low-frequency part of the spectrum (the part of acoustic phonons)

(ws = 0) it gives pge x WP,
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5.2.4 Vibrations of crystal with point defect and Lifshitz method

A point defect in a crystal radically changes the dynamic problem while it removes the pe-
riodicity of the lattice. An essential feature of the problem in this case is the circumstance
that the perturbation introduced by the defect is not weak which does not allow one to apply
the ordinary perturbation theory. Nevertheless, as it was shown by Lifshitz (see .M. Lifshitz,
JETP 12, 117, 1942) the problem can be solved due to the fact that the perturbation is lo-
calized in a small region Q of the lattice. Indeed, in case of a defect Equation 5.9 gets the
form

wzela = IZ"'BDg(C)K)’l,'B el,ﬁ+lzﬁ' Via,1, .18 - (5.15)

s LA

Here ! numbers both the cells and the atoms in the cells, Dg(zr) I is the dynamical matrix of

ideal lattice, Viq 1,4, is its perturbation by the defect, [; belongs to the perturbed area Q .
Using the Green’s function of the ideal lattice

1 bK/al (7(?, Q) bx’a’(l-é) Cl) ei%(i—ﬁ)

Gig 1 =— , 5.16
la, 1 (W) 3N 2 V2 —o? (5.16)
k.q kq
Equation 5.15 gets the form
€lqg=— Z Z Gla,l/ﬁ(w) Vl’.ﬁ,ll,ﬁ1el1ﬁ1' (5.17)
I, hLpy

Due to localization of the perturbation, the sums in Equation 5.17 are taken over the
atoms in the defect area. Consequently, the Green’s function extends the solution in the
defect area on the entire crystal. Besides, it allows one to find the solution in the defect area;
to this end one should take in Equation 5.17 [ in the defect area 2 which gives a system of
linear equations for ej, in the defect area Q. The condition for the solvability of this system

det 5ll’5aﬁ1 + Z Gla,rp@)Vy g1,.6,1=0, 1, I''l; €Q (5.18)
hp

gives the equation for the frequencies of the perturbed lattice. Consequently, in the Lifshitz
method all necessary information about the perfect lattice is contained in the Green’s func-
tion of the perfect crystal lattice G(w). At present this function has been calculated for many
different crystals.

5.2.5 Local modes

From the definition 5.16 it follows that G(w) is discontinuous in 3N — v points w? = w%

abruptly changing there from oo to —oco. In case of 3D-lattices, at the limits w; of the phonon
bands and in the forbidden gaps G has finite values. From these properties of G it follows that
3N-v frequencies w ; being the solutions of Equation 5.18 lie inside of the phonon spectrum;
they are the new frequencies, although being almost the same frequencies of phonons (the
changes are of the order of 1/N). However, v of the frequencies wj,, . may lie outside of al-
lowed phonon spectrum. The basic property of these solutions of Equation 5.18 is that the
amplitudes ey, j, . essentially differ from zero for [ in the defect area. Such a property of the
solutions is obvious: far from the defect can exist only vibrations with the frequencies of the
phonon spectrum. These solutions describe the local modes.
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Thus, a defect may result in appearance of vibrational excitations, which are totally dif-
ferent from phonons: they are localized in the defect area and they correspond to vibrations
of atoms in the defect area which do not decay in time. In perfect lattice such localization
of vibrational energy on one or few atoms is impossible: stationary vibrations correspond to
phonons which are spread over all crystal. Note that if to take anharmonicity of vibrations
into account then all vibrations, including the local ones will decay due to creation of two or
more different phonons. However, usually this decay is rather slow: its characteristic time is
of the order of hundreds vibrational periods.

For the occurrence of the local modes in 3D-lattices it is necessary to have a finite (usu-
ally quite large) perturbation. This immediately follows from Equation 5.18, if to take into ac-
count that in 3D lattices the Green’s function has finite values for the frequencies forbidden
for phonons. In particular, for the appearance of a local mode above the phonon spectrum
one needs to have rather light impurity or a remarkable enlargement of the elastic constants
by the impurity. If there are gaps in the phonon spectrum then, to get a local mode with the
frequency in the gap, as a rule, the perturbation introduced by the defect may be less.

5.2.6 Pseudo-local modes

There exist cases when the spectrum of vibrations of impurity center has a sharp and narrow
peak. Small spectral width of the corresponding DOS means that this vibration has long
lifetime (as compared to the mean period of vibrations), i.e. for a long time this vibration
is localized. This vibration is called the pseudolocal vibration. To describe such a vibration
we introduce the configurational coordinate xj - a linear combination of few coordinates of
atoms participating in this weakly decaying vibration. The Hamiltonian of vibrations can be
presented in the form [26]

H:hwoagao+th+,u(a:§+ao)j;éj(a}+a]~), (5.19)
where w is the frequency of the pseudolocal vibration, ay = \/h/2woxo—+/wo/2h 0/0x is the
destruction operator of it, Hy, is the Hamiltonian of phonons. The last term in Equation 5.19
stands for the interaction of the pseudo-local vibration with phonons, é; = (h/ 2\/ij) €y,
U is the interaction strengths, which is supposed to be small. The straightforward calcula-
tions give in this model the following equation:

(Ol agal(1)|0) = e" =11, (5.20)

describing the time-evolution of the pseudo-local vibration in the zero-point state |0) of all
vibrations. Here @g = wg + A, A = y?Py. j é? /(wo — w ) describes the phonon-induced renor-
malization of the frequency of the mode, T’ = nu?y. j &28(wo — w j) is decay of the mode in
time. Both, A and I are small: A, I’ < wg. The DOS of this mode has the Lorentzian shape

po(@) =Tt /((w—@g)* +T2). (5.21)

5.3 Basic formulae and classification of resonant secondary
radiation

The radiation emitted by photoexcited sample is called secondary radiation. In the case of
a nonresonant excitation (outside of electronic transition), the secondary radiation is a rela-
tively weak scattered light, however at a resonant excitation, there is several orders of mag-
nitude more intense radiation that consists of
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* the ordinary and hot luminescence,
* the Rayleigh and Raman scattering.

The classification of resonant secondary radiation is an important problem in the physics

of the optical properties of a matter.
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Figure 5.2: Resonance scattering
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In the case of a resonant excitation (wg = Qo1 = (E2 — E1)/h ), the secondary radiation
consists of three components that differ in spectral characteristics and relaxation times. The
luminescence is the most intense of them (red arrows), Rayleigh and Raman scattering al-
ways occur (blue arrows), and it is often possible to distinguish hot luminescence (green
arrows) - luminescence from partly relaxed vibrational states.

The secondary radiation is produced by two-photon processes described by the second-
order perturbation theory of interaction between light and matter.

Let us examine the spectrum of light scattered by an impurity centre in crystal where in
case of excitation with a monochromatic wave of light, the transition [0v) — |[1v") — |0v')
takes place. Here |0) and |1) denote the ground and excited (intermediate) electronic states,
v is the vibrational state of the system crystal+impurity. As usually, we examine the process
in adiabatic approximation. The intensity of scattered light (per unit of the solid angle) is
determined by the formula

w3 .
= Y nanpeyEsiapyswo,Q), (5.22)

W(wo,Q2) =
2nc3 Py

where wo and Q are respectively the frequencies of excitation and scattered radiation, nqg)
is the unit vector of polarization of the scattered radiation, ¢, () denotes the amplitudes of
the electromagnetic field of excitation (primary radiation), and iyg,ys is determined by the
tensor of polarizability P,p in the following way:

iapys (@0, Q) =) W) (V|Pqy |V ) (V] P510)8(Q~wo+wyp). (5.23)

v, v’
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Here v and v’ denote initial and final vibrational states, w,, = (E, — E,»)/h is the fre-
quency of the corresponding transition, w(v) is the Boltzmann factor. In the resonant case,
the second term in the Heisenberg-Kramers formula can be omitted (due to the large de-
nominator it is small compared to the first term). Taking into account only one excited reso-
nant electronic state, the polarizability tensor can be written as

M:; |U”> <v1/| M}/

Qo+ Wy —wy—wo+ Iy

Pyy = (5.24)

Here M, is the matrix element of electronic transition |1) — |2), ¥ denotes the radiative
width of the excited electronic transition, Q,; = (E»—E1)/his the frequency of pure electronic
(zero-phonon) transition (hereafter 2 = 1).

There are computational and conceptual problems when using Equations 5.23-5.24 in
this representation. Sum }_,» over discrete electron-vibrational (vibronic) states is difficult
to calculate when the number of vibrational modes increases. Therefore, it is limited usually
to one or two-three modes. This is not a solution to the problem, especially in the case of
continuous spectra.

As regards conceptual issues, it should be noted that due to frequency representation
the formula 5.23 does not reflect the photon emission and absorption as distinguished in
time processes - it cannot be deduced from here for how long the system was in the virtual
intermediate state. The problem will be solved by converting the formula to temporal repre-
sentation, into a triple integral in time domain.

By using in Equation 5.23 integral representation of §-function

1 o0
6(x)=— [ due™*,
() 271[ He
—00
we get
o0
iapys@0, Q) = — [ d e @M po (1P, ) (5.25)
aB,ys \Wo, o U ay (W Esp X .
—00
where Py (u) is the polarizability tensor in Heisenberg representation:

Poy(p) = e'MiHpy e Ik, (5.26)

The sum
(o=271Y e BIED vy

denotes the quantum mechanical average over initial vibrational states |v),
Z=Y  exp(-E,/kT)

is the statistic sum; here it is taken into account that exp(i tE,) |v) = exp(it H;) |v), where H;
is the vibrational Hamiltonian of the ground electronic state. Further we use the integral
representation for resolvents of polarizability operators in Equation 5.24. Considering again
exp(itE,») |v' ") = exp(itHy) |v’ ') (H> is the vibrational Hamiltonian of the excited electronic
state) and the completeness requirement Y, [v")(v"'| = 1, we get

o0
Pgy = [ dre 0T M} e T TN T HIT) (5.27)
0


https://en.wikipedia.org/wiki/Boltzmann_distribution
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which gives us the Kramers-Heisenberg formula in the integral representation

1 (e.0] [e,0] [e.0]
ia%,jg(wo,m:g f du | dr f dr et HTIWAT =D 4 o1, T, T, (5.28)
—00 0 0

where the three-time dependent correlation function is determined as follows:

: /
Q1 (T'-7)

Aayspi, 7,7 ) =€

. I . w _ . r
% <M;elHZT YT MyelHWMge iHyT )/TM;e iHy (u+t T)>1.

(5.29)

Integration variables y, T and 7’ in Equation 5.29 have physical meaning, related to re-
laxation processes. Variables 7 and 7’ correspond to the time from the absorption of the
exciting/primary photon until the radiation of the secondary photon in two probability am-
plitudes, and p is the difference between times of two amplitudes after emission of the sec-
ondary photon. The average time of two amplitudes

s=@+1)/2 (5.30)
is lifetime of the excited state, the difference
s=1-1 (5.31)

describes the difference of phases of amplitudes, which arose during lifetime of the excited
intermediate state; time p describes the phase difference, which arose during conversion of
the source photon to secondary.

If we consider the process in two steps

1. the preparation of intermediate state,
2. presence of system in the intermediate state,

then time s’ describes the phase difference that arose in the first stage, time u— s’ - the
phase difference arosen in the second stage, time u - the total phase difference that arose
passing both stages. Correlator A(u—s') describes the phase correlation in excitation pro-
cess, dependence on p determines the phase correlation in emission, dependence on s -
extinction of phase correlation between absorption and emission. So A(s’) describes the
phase relaxation of system in the intermediate state phase relaxation, and A(s) - the ener-
getic relaxation in the same state.

The physical meaning of integration variables as relaxation times solves the classifica-
tion problem of the resonant secondary radiation (RSR). The distinction of phase and
energetic relaxation in resonant case permits, in turn, to distinguish in the secondary
radiation 3 components: the ordinary luminescence, the hot luminescence and the res-
onant scattering (see [21], [15], [16], [27]).

1. Ordinary luminescence is the radiation from relaxed vibrational state (in thermal
equilibrium), i.e. after phase and energetic relaxation.

2. Hot luminescence is the radiation from the state, where phase relaxation has al-
ready taken place, however, energetic relaxation has not yet happened.

3. Resonant scattering is the radiation from the state, which has the phase memory
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of the excitation, i.e. the scattering takes place before the phase and energetic
relaxation.

It is obvious that separation of the entire resonance secondary radiation to the compo-
nents mentioned (scattering, hot luminescence, ordinary luminescence ) is possible due to
the essential difference of the characteristic rates of phase relaxation, energy relaxation and
decay rate of the excited electronic state. By definition, this separation can be done only
approximately. However, as a rule this separation is very well achievable.

In crystals and molecules the relaxation rates of phase (I',;) and energy (I'.y,) are very
high compared to speed of radiational transition (y): ', ~ 103sec™!, Iy, ~ 1011 —102sec™!,
y ~10* — 108sec™!. Therefore, usually (e.g., in the case of impurity centres of crystals) the
ordinary luminescence dominates in RSR. The rest RSR - scattering and hot luminescence -
is much less intense, but still observable in experiment: the spectrum is distinct, containing
important information that cannot be obtained from the ordinary luminescence spectrum.
Note that usually the difference of the rates of phase and energy relaxation is not so big;
however, at low temperatures phase relaxation may become very slow - smaller than the rate
of radiative transitions y.

In cases where the duration of phase relaxation is considerably shorter than that of ener-
getic relaxation, the radiation from the excited vibration state before the loss of phase mem-
ory can be well distinguished from the radiation after phase relaxation but before energetic
relaxation. The first stage radiation is similar to the properties of nonresonant scattering.
This part of the radiation is resonant Rayleigh and Raman scattering.

The second stage radiation - after loss of phase memory of excitation - reminds lumi-
nescence, but unlike ordinary luminescence, there are transitions from non-equilibrium vi-
brational states. This is hot luminescence. It follows from the foregoing that the formulas
5.28-5.29 describe resonant scattering in a short period, s ~ \s’ | ~T ;}l , hot luminescence in
a period F;}l « s~T;}!, and ordinary luminescence in longer times T',} < s ~y L.

Note. Equations 5.22-5.28 are derived for non-degenerate electronic states. If in these
formulas operators are treated as matrix operators, they also apply to degenerate (and quasi-
degenerate) states.

5.4 Separation of luminescence

The second-order formulas of perturbation theory are well-known for describing two-photon
processes like scattering. Let us show how these formulas describe the 3-steps process: ab-
sorption, relaxation, luminescence.

For simplicity, we consider the most used model - the basic model - which includes:

adiabatic approximation,
non-degenerate electronic states,
harmonic vibration of nuclei,

the Condon approximation (]\7[ = Const),

g 89N =

linear vibronic (electron-vibrational) interaction.

Linear vibronic interaction causes the variation of equilibrium positions of nuclei in elec-
tronic transition. In this case Hamiltonians are associated by the shift operator V:

Hg = elee_v,
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where
\Y

Vi Vi=x0;(0/0x;) =¢(a; - ap),

J

§j = Xpj/h/2w; - dimensionless parameter of vibronic interaction, j is phonon num-

ber, {; ~ N"Y2, N ~ 10% - number of vibrational freedom degrees of environment (crys-
tal/solution) of impurity.
Now we can provide the correlation function (Equation 5.29) in the form:

A (M, T’T/) — i Q' -1)~y(t'+7) <eveir’H1 o~V pikH1 gV p=iTH) e—Vei(/J+r’—T)H1>
(5.32)

= lQ2 (T -~y (' +1) <eve—V(r’) PV LT e—v(u+r’—r)>.

Further we use the Bloch-deDominicis theorem (see Appendix C) and the approximation
of pair correlators. We get

A (u’ T, ‘L'/) _ eiﬂzl(r’—r)—y(1’+1) eg(p)+g(u+r’—r)+g(r’)+g(—r)—g(u+r’)—g(u—r) (5.33)

where
gy = <V2> - (VV(N)> =
= Zf? [(flj + 1) (eHeiTilul Zqy & ﬁj(e—iuwj—rﬂul -1,
J

(5.34)

_ , -1, . .
nj= (e‘”f [kT _ 1) is the phonon occupancy Bose-Einstein factor.
Function g(t) determines the Fourier transform of one-phonon transition spectrum.

Let us note that there is a continuous phonon spectrum in crystals. Therefore, Equation
5.34 can be represented as an integral

WM
gl = f dw&)e T | (n(w) + 1) e + n(w)e *|, (5.35)
0

where w)y is the phonon maximum frequency. The width of phonon spectrum of ordinary
vibronic systems I is much broader than the radiative width vy, that is I'/y ~ 10° — 108. In this
case g(u) differs significantly from zero only for small |u|, estimated |u| < 1 ~1013 sec.
The most intense part of the resonant secondary radiation is formed at large times 7,7 ~y 1,
while the time difference is small: |s'| = |t —1/| = ! . In the limit case |u| < T7! < y~!
function g(t') + g(-7) — g(u+1') — g(u— 1) approaches zero and remains

iQ @' -1)-y(r'+7)

Ar(p1,7)=e explg(u)+g(u+1'-1)], (5.36)

This allows W (wg, Q) to be presented in the form of product: (luminescence spectrum) x
(absorption probability of initial photon). Let us show it.
The integral intensity of RSR spectrum is determined by

K(wo) = ZfdQW(wo,Q) =
)

B oo oo ' . ,
:Z—fdﬂf d,ufdrfdr’em“_lw"(“” DA, T,7).
o 27 . .

—00

(5.37)
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The integral over Q gives 276 (1), and we get:

o0 00
K((UO) = ZBffdeT/ei(Qm—wo)(T'—T)—Y(T’+T) exp [g(.[/ —‘L’)] —
e)
0000 . (5.38)
:ZB[dse_zysfds’em““”‘))s/ exp [g(s')].
0
0 -

Here -
a)oQ?’
2mc3

The main contribution to integrals occurs at times s = (1 +7')/2 ~y ! and |s'| = |7’ - 7| ~

r-1.

In the case of regular vibronic spectra, the phonon spectral width I' is much larger than
the radiation width vy (the ratio is I'/y = 10* — 10%), then the integration paths +s in the Equa-
tion 5.38 can be replaced by +oo:

B = 20| (B ()

[e.©]

ko) =Y 5= [ dse @ exp g (<) .39
0 27”_00

The integral intensity of RSR spectrum is the absorption probability of initial photon.

Going back to Equation 5.36, we see that it gives us W(wg,(2) (see Equation 5.22 and
Equation 5.28) as the product of the absorption probability and luminescence spectrum:

W (w0, ) =k (wo) I, (D), (5.40)

where the normalized luminescence spectrum is determined by Fourier integral:

mm:% f due' @2 exp g (u)]. (5.41)

The excitation in phonon wing gives an intense luminescence which does not depend on
the excitation frequency. The rapid decay of the phonon correlation function g(#) is caused
by the broad phonon wing of absorption spectrum.

The energetic relaxation always causes also the phase relaxation. The factorized shape of
RSR in Equation 5.40 confirms the absence of phase relaxation between excitation and
luminescence. Let us note here that the same result - the luminescence - we get from the
frequency representation of the Kramers-Heisenberg formula (see Equations 5.23-5.24),
if we take into account only diagonal terms in the sum over intermediate states v’

The rest part of RSR, that cannot be classified as luminescence, is determined by the dif-
ference AA= A(u,7,7")— AL(,7,7). AA as a function of lifetime s = (1 + 1) /2 of the excited
electronic state describes the relaxation of the system in this state, depending at the same
time on the phase relaxation time s’ = 7’ — 7. It is known that duration of phase relaxation
may differ significantly from the duration of energy relaxation, in that case T;}l <T, L If
the phase relaxation is much faster than the energy relaxation it is possible to distinguish the
radiation before the loss of phase memory from the radiation which occurs after phase relax-
ation but during the energy relaxation. The first is analogous to nonresonant scattering, the
second one is similar to the ordinary luminescence which occurs after the phase relaxation,
due to the transitions from non-equilibrium vibrational levels.
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The first part of RSR (radiation in time interval s ~ F;}l) can be classified as Rayleigh and

Raman scattering, the second part (radiation in time interval F;}l < s=T,}) - as hot
luminescence.

5.4.1 Arbitrary Hamiltonians

Separation of luminescence in Equations 5.22 and 5.28 can be easily done also in general
case. Here we can demonstrate that for arbitrary vibrational Hamiltonians in Condon ap-
proximation.

In this approximation, up to a constant multiplier, correlation function A can be pre-
sented as

_ / - o : ! : _q _H Hy Z2
A(,U,T,T/) —e y(r+r)<ezr ng l,quezque iT ngszze szle kTekT> Cy
2 'Zl
where v=p+1 =7, (-+:)y = Tr(---e /KDY 221 7, = Tr (e7 il kD),

Let us consider the limit 7" — oo and finite v. Taking into account relation
<ei‘[’H2Ae—ir’HgB>2: <A>2<B>2, T,—’OO,
we get

/ _ —ipH jipH> ivHy —ivH;
A(,u,r,r)|r,_)oo—<e e e e r

This equation describes the correlation function A after vibrational relaxation in the ex-
cited electronic state. Inserting this equation into Equations 5.22 and 5.28, we get

W (w0, Q) = x(wo) I.(€2),

where

[o.0]
B I B , .
K (wo) :Z_ f dv el @o—Qa1)v Y|V|<elVng lVH1>
62y J 1

describes absorption,

o0
I; (Q) = i f dﬂ ei(Q—Qzl)H—Y|H|<e—iuH1ei,uH2>
27

—00

2

stands for the luminescence [22].

5.5 Total RSR spectrum. Model of damped vibrational
oscillator

Let us look at the RSR spectrum in the model, which allows us to accurately distinguish be-
tween all three RSR components. The model assumes two non-degenerate electronic states
and one exponentially decaying (local or pseudolocal) vibration. At the electron transition,
both the displacement of the equilibrium position and the change in frequency of the vibra-
tion occur.

In addition the condition w; > |w,—w;| > T'is fulfilled. Introducing different frequencies
of the vibration in different electronic states satisfying the given conditionb is important
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because in this case the lines of resonant scattering do not coincide with the lines of hot
and ordinary luminescence. This allows one to easily distinguish the Raman lines from the
lines of hot and ordinary luminescence. Such a model, for example, will be realized for the
impurity molecule NO; in the alkali-halide crystals — an object where hot luminescence was
recorded for the first time ([15], [16]).

Vibrational Hamiltonians in ground and excited electron states are presented as follows:

Hy =) w1jaj ;a1 + Ha, (5.42)
j

il t
Hp = ¢ (Hy + Aw(a! ay +1/2))e™4 W + Qyy, (5.43)

here i denotes normal vibrations (crystal and local modes), a:.r(ai) are the ordinary phonon
creation (annihilation) operators, Hypn, - anharmonicity operator; ¢ 2 _ dimensionless Stokes

losses, ef(‘”_“;) - shift operator of local mode (we will omit the index A later), Aw = w2 — w;
is change in the frequency of the local mode at the electron transition.

In calculating the correlator A(u,7,7’), we again use the approximation of pair correla-
tors. In addition, we assume that the temperature T < w/k and the local mode is exponen-
tially decaying, i.e. (aaT(t)> =exp(iwt —T|t]). According to these approximations

A, 7,7 = 2T Dexp [gw) + £1(7) + &1 (1) 5.44)
S p+1) - G- +g&u+1" -1)] '
where
g = expliopu—T|u)),
§1(@") = & expliw, 7' ~T[7']),
Su+th=gu+t)+ iAwE? exp(iw (u+T1))x
T’
x f dsexp(iAws—T(s+|u+1" - 3s),
0
G3(U+T —T) = g(u+T7 — 1) + A2 BT D
T/
% fdseiAws—F(s+|p+T’—r—s|)
0
(5.45)

T
_fdse—iAws—F(s+|y+T’—r+s|)
0

!

T T
—iA(x)f ds,f dse—iAw(s’—s)—F(s+s’+|u+r'—r—s’+s
0 0
Using Equation 5.45 in the representation

e = (r/m) f dy e |(x* +T?),
-0
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we will integrate the function g, and g3 expressions over s, s and y. We get

—&2 [ — i I_14/ s _
ApT,7) =e ¢ exp{fz[elwlu Tlul (giwzt' =TT _ 1y (pmio2t-TT _ 1y
; /_ ! _ _ . I _ r
+ plw2T I't + o w2t Fr+ezw2(p+r r)(e Tu+t r|+ (5.46)

_ !_ _ I_ _ _ !
+e Tlul+t T_e Tlu+t'| ‘L'_e Tu-tl+7 )]}

Replacing Equation 5.46 in RSR spectrum

o0

B
W (wg, Q) = > fd,ufdrfdr’em” foo+T'=1) gy 7, 7") (5.47)

—00

we divide the integration area into six parts: 3 parts in region p = 0: (7 € (0, ), 7' € (0,00);
T€ (u,00),7" € (0,u—1)jat € (u—1T,00)) and analogous 3 parts in region y < 0. We get

2(m+m'+1+1'+p+k

W(wo,Q)zge_zf2 Y (- Flm+1+k) f*(m' +1'+k) x

/ /
m! LT p, k=0 m'' 1" p' k!

x {—[i(Q—w0+w1 (p+k+1+1)) —1“(;9+k+l+l’)]_1 +

+[i(Q= Qo1 + 01 (p+k+1+1") —wy (m+1+k)) —y =T (p+m+1'+21+2k)] ' -

B Zk: (—l)kl(k) f\’ 1) (kl) iwp(m' +1'=m—1) -2y -T(m+m'+1+1'+2k)
ko) iw,(m/ +1'=-m—1) =2y —-T(m+m'+1+1'+2k- 2k2)
% [1(Q= Qo1 + 01 (prk+ L+ = k) = @3 (me+ L+ k=k) =y =T (p+me+ ' +21+2k) - 2k1] ' + cef,

(5.48)
where

fm+1+k) = [-i( Qo —wo+wo(m+1+k)—y—-T(m+1+k)]"

Equation 5.48 represents the total RSR spectrum!

Let us distinguish the most intense part of the spectrum W, which corresponds to fixed
indexesm=m'=1l=1'=0and k; = k> = k:

00 §2k Tk
2 k=0 K (le—w0+w2k)2+(Fk)2
o0 2p 2 r
. ¢ ( p+zy) N
p=0 P! (Q=Qo1+w1p)*+Tp+y)

(5.49)

This is a spectrum of ordinary luminescence multiplied by the probability of absorption!

Let us look at this part of the spectrum that has an intensity ~ I'/y times weaker than
luminescence. Now we fix index combinations: N=m+Il+k=m'+1'+k, L,=m+1+k—k,,
= p+I1+1'+k—k;. M denotes the number of vibration level, to which the impurity center is
excited, L, is the number of the initial level of radiadion transition (in the excited electronic
state 2), L; - final level of radiation transition. In the case of monochromatic excitation this
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part of spectrum (Rayleigh + Raman scattering (RS) and hot luminescence (HL)) is described
by the formula:

Bxn Lo |Ly)1? 2I'Li61,N
Wrs+HL(@p, Q) = — o= { v 2+

ZYFLZ (Q — Wy +(1)1L1) + (FLI) (5 50)

N 2I'(Ly + L) (1 =6 1,n) }

Q —le +wiL; —w2L2)2 + FZ(Ll + L2)2 ’

where
[{OIN)IPTN

KN = (5.51)

(Q21 — wo + W2 N)* + (TN)?
is the probability of absorption during the transition 0 — N,
% &N

2 _
[KOIN)|” = N

is the Franck-Condon factor of absorption,

L] Ll—nLl—n—l

KLalLpP=eY Y Y (D'«

n=01[=0 ['=0
62(L1+L2—21’l—l—l,) LZ!

NI L= =T =) (La— =) (La— T =)

is the Franck-Condon factor of radiative transition L, — L;. The first term in brackets {...} of
Equation 5.50 gives us the spectral lines of transition N — L, with maximums at frequency
Q = wp —w; L, and halfwidths I'L;. These correspond to scattering transitions: L; = 0 is the
Rayleigh line of shape 6 (Q2 — wp), L =1 is the first order Raman line etc.

The second term in brackets {...} of Equation 5.50 corresponds to the transition from level
L, < N to level L,, it is the hot luminescence. Hot luminescence lines are Lorentzians with
maximums at frequencies Q = Q1 — w1 Ly + w2 Ly and with halfwidths I'(L; + Ly) .

The intensity of resonant scattering and hot luminescence lines is determined by lifetime
of the initial level (I'L,) .

We showed that in this model there are 3 distinct components in the RSR spectrum:

1. ordinary luminescence,
2. hot luminescence,

3. resonant Raman and Rayleigh scattering.

Ordinary luminescence corresponds to the radiation transition from the lowest vi-
bration level L, = 0, hot luminescence is the radiation from intermediate levels L, (N >
L, > 0) and resonant scattering takes place from the same level L, = N, to where the
system was excited.

One relaxation transition (N) — (/N —1) is sufficient to corrupt the phase correlation
between the first and second photons: the subsequent radiation is hot luminescence.

5.6 Rayleigh and Raman scattering. Transform method

As shown in the previous paragraph, the Raman scattering depends on the initial and final
states of the light-transforming system as well as on the electronic-vibrational (vibronic) in-
termediate state. The latter fact allows the use of resonant Raman scattering to study the



5.6. RAYLEIGH AND RAMAN SCATTERING. TRANSFORM METHOD 91

vibrational interaction in an excited electronic states. Unlike absorption, which contains
similar information, in the resonance Raman scattering it is possible to distinguish between
the parameters of the vibrational interaction associated with this Raman-active vibration
mode. Possibility of selective information gives Raman scattering as a method an advantage
over absorption, especially for absorption spectra of continuous or complex structure (see

[4]).

Raman Stokes lines Raman anti-Stokes lines
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Figure 5.3: Rayleigh and Raman scattering.

In the case of Rayleigh scattering (see Figure 5.3), the scattered photon has the same en-
ergy as the initial photon (no energy exchange occurs with the substance); Raman-scattered
atom/molecule can absorb energy (Stokes component) or lose energy (anti-Stokes compo-
nent)

By measuring the scattering cross section at different scattering frequencies Q, fixing
the excitation frequency wg, we obtain the Raman spectrum, which gives us information
about the ground state of the subject being examined. Changing the excitation frequency
wo in the case of a constant difference wo — Q = w j, we obtain the excitation spectrum of the
Raman scattering of the j-mode (REP=Raman excitation profile). The latter provides us with
information on an excited intermediate state.

In Figure 5.4 one can see Raman and absorption spectra, that is o (wr,ws) in the case of
excitation of electron transition ' A; — 175, T = 5K. The excitation profile (REP) of vibra-
tional mode v, is clearly outlined.

Measurements of Raman excitation profiles began in the 70’s of the last century, thanks
to scanning lasers. The class of objects extends from impurity centers in crystals to large
organic molecules. However, the theoretical interpretation of the measured REP turned out
to be non-trivial, since all of these vibrational modes, which contribute to the absorption
band, are involved in the resonance Raman scattering. Thus, the parameters of Raman mode
are dependent on the vibronic interaction as a whole.
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Figure 5.4: REP spectrum of KBr:MnOj, (from Blumberg, 1988).

We have seen that a resonant Raman spectrum can be represented by the same phonon
operator correlators that determine the Fourier transform of optical absorption. Thus, it
turns out that two phenomena - absorption and resonant Raman scattering - can be de-
scribed in terms of a single theory in which they relate to specific transformations. All vi-
bronic transitions that are not Raman-active but participate in a resonant scattering process
can be taken into account by measured absorption spectrum.

5.6.1 Rayleigh scattering. Optical theorem

The connection/correlation between the absorption and scattering is already given by an
optical theorem, according to which the imaginary part of the amplitude of the (Rayleigh)
forward scattering is determined by the absorption coefficient. Let us start with Rayleigh’s
scattering amplitude:

°° 0 0
2o olwoy = 5 Olm) (ml0)

m:0w0—§221—wjm—il"m

. 5.52
© (0lm)|? (wo — Q21 —wjm+ il ) (5.52)

We see that the imaginary part of the Rayleigh scattering amplitude is proportional to the
absorption spectrum

(a)() - Qo —wjm)2 + (Fm)z

S €01m) I°T

K(wo) = )

> . (5.53)
m=0 (0o — Qa1 —wjm)” + ([)?
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So Im ag—o(wp) = xk(wp). This relation is in agreement with the optical theorem, accord-
ing to which the total cross section of the wave (scattering + absorption) in the environment
is related to the imaginary part of amplitude of the elastic (Rayleigh) scattering:

Im ag—o(wo) =k (wo).

This is a general law that does not depend on the vibronic interaction: the imaginary
part of the amplitude of the forward scattering leads to weakening of this scattering. We can
generalize this relation by using the function ®(w) = n(w) + ix(w) - complex refractive index,
the real part of which is determined via the Kramers-Kronig dispersion relation by imaginary

part
Im®(x)

1
Re®(w) = —Pfdx . (5.54)
/4 X—w
We get Rayleigh scattering intensity:
Ip(@o) = 1P (wo)|*. (5.55)

5.6.2 From REP to absorption: Fourier amplitude method

In the case of non-elastic Raman scattering, a Raman active vibration quantum/mode is
created (or destructed) in the substance, the shape of the vibronic interaction becomes im-
portant and therefore, there is no general connection/relationship between absorption and
scattering spectrum. The shape of the transformation relationship depends on the chosen
vibrational interaction model. So, comparing the calculated and measured Raman profiles,
itis possible to check the validity of the model for this system.

We proceed from Raman amplitude in adiabatic approximation (see [17])

(i| My |m) {m| M-
Qi () =CY ! 2|1},

: (5.56)
m Eitwo—Epn—1y

Using the integral representation of resolvent

1

[e.@]
:_ifdtei(Em—wo—Ei)t—}/t
Y 0

and keeping in mind e'*f7 |m) = e'"2|m) and e~*fi|i) = """ |j), and the condition of
completeness }_,, |m) (m| =1, we get

(0,0)
aif(wo)=C f dte™ oY A (1), (5.57)

where . .

Air(0 =10 (e MM e M, | £) (5.58)
is the Fourier transform of the resonance Raman amplitude (hereinafter Raman Fourier am-
plitude) and ©(¢) - the Heaviside function, which takes into account the principle of causal-

ity, i.e. the scattering follows an excitation.
In the harmonic approximation

H, :Zwlj (analj + 1/2),
J

H, = ngk (a;'kazk + 1/2) + Q1.
k
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First-order Raman Fourier amplitude for the Stokes component is determined as follows

A =00 (I Swal, 1) (nj+1)'", (5.59)
where 7; is the number of phonons of the Raman-active mode j, and
S(r) = e” !t pp ettt g, (5.60)

is an operator of Fourier transform F(t) of absorption, i.e. F(#) = (S(t)). The Equation 5.59
also applies in the case of T # 0, in the state of thermal equilibrium, if the quantum mechan-
ical averaging is replaced by quantum statistical averaging

S . _ -1/2 /| —itH it H. T
A0 =i0@(;+1) " (e My e Myl ). (5.61)

Fourier amplitude for anti-Stokes Raman scattering is manifested through the Stokes
component

AE.“) () =exp

1
—Wj (it+—kT)
2

A;S)(t). (5.62)

Using the Raman Fourier amplitude, you can easily find transform relationship between
Raman scattering and absorption. We show it for the basic model of standard assumptions
(nondegenerate electron states, adiabatic and Condon approximation, harmonic vibrations,
and linear vibronic interaction). In this model

Hy=Hi+Vo+)_ &jwjla; +al).
j

Phonon operators of ground and excited a]{ i and ag i differ only in the constant, which is

the dimensionless vibrational interaction parameter ¢ ;, a{ iz a; i~ $jrwj=wij=wy;j.
The first-order RRS is determined by Equations 5.59-5.60:

(stal;)=(st0(a};-¢))
= (Mgl e ) o™i 1 ¢ ("1 -1) (5(0)

=M (sa}, )+ ("™ - 1) Fo),

Here it is considered that

il’HzaT — aT‘eit(w2j+H2).

€ Ty =4y

Solving the simple equation above, we obtain the following relation between the Fourier
transform of absorption F(#) = (S(#)) and the Raman Fourier amplitude:

AP (1) = i0(0) (7 +1)"7%¢; (™ - 1) F. (5.63)
Fourier transform of formula 5.63 gives Raman amplitude in frequency space:
aj(wo) = (71 +1)"%; [@(wo) — D], (5.64)

where Q) = wg — w is the frequency of scattered light,

O(w) =i f dre'™ YE()
0
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is the complex refractive index, determined by the absorption spectrum « (w) as follows:

D) = itk () +Pf ax X

X—w
Thus, for the first order resonance Raman excitation spectrum (Stokes component) we get:
19 (@) o (7 +1) 5| @ (o) — (@ - w))|. (5.65)
The corresponding REP of anti-Stokes Raman scattering appears:
19 (@) o< 71j¢5]®(wo) — B(wo +w )|, (5.66)

Equations 5.65 and 5.66 are the transform relationships, which are valid in the basic
model. Using the measured absorption spectrum, the function ®(w) can be calculated. Sub-
stituting the found ®(w) into the Equation 5.65, we can calculate the excitation profiles for
all Raman-active modes. There is no additional parameter needed to get REP as a function
of frequency. If the theoretical REP coincides with the measured one, it means that the stan-
dard model for this system holds. The Equation 5.65 can be used as a test of the validity of
the model for the given object.

An example of calculated and measured REPs of KBr:MnOj is shown in Figure 5.5.
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Figure 5.5: (left) Calculation of complex function ®(w) and the corresponding REP using the mea-
sured absorption spectrum of KBr:MnOy,, and (right) comparison with experimentally measured REP
(from Blumberg, 1988).

It is clear that the basic model cannot often be used for real objects, if the Herzberg-
Teller interaction (deviation from Condon approximation) or the mixing of modes and the
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change in frequency at the electron transition (which manifests itself in the electron-phonon
interaction through a second-order term) plays an important role.

Below the transform laws for different vibronic interactions are shown, without stopping
at their derivation.

(1) Deviation from Condon approximation (electronic matrix element M, # const), also
called Herzberg-Teller interaction

_ . T
M= m0+Zm](a] +ap)+ ...
j
adds additional members to the basic transform law:

2
19 (wo) ~ () + 1)‘5? [@(wo)—®(wo—w )] +m; [CD(wo)+(D(w0—wj)]' . (5.67)

We see that constructive interference is added to destructive interference, which in the
continuous spectrum can lead to a sharp minimum in the Raman profile. The formula re-
flects the two competing, Franck-Condon and Herzberg-Teller mechanisms in the Raman
process. The first one dominates in the case of excitement in the region of the maximum of
the absorption band, the second interaction/term will work when the excitation is further
away from the absorption region. In the limit case, the well-known Placzek’s theory comes
into force.

(2) The change in the frequency of vibrational modes in the electron transfer and mixing
of normal modes (with close frequencies) appears on the Raman profile through the mode
frequencies in the excited electron state:

2

1P (wo) ~ () +1) . (5.68)

Sj

D(wo) — Y cjxP(wo — war)
k

Scattering resonances (2 = wg — w1 j) will return if Herzberg-Teller interaction works:

I (wo) ~ (71 + 1)
z (5.69)

X

$1j

+mj [®(wo) + P(wo— )]

D(wo) - Y_ cjrP(wo — wak)
k

Historical remark. The main transform law was derived and published in 1967 (see
[21]), but it took more than 10 years before it was used, because REP measurements
began only in the 1970s. The first applications took place in the United States, with the
pB-carotene and cyanocobalamin molecules. It turned out that in the first case, the basic
model worked, while for cyanocobalamin additional minimum in REP indicated that the
model was not valid. The use of the transform method in interpreting measured REPs,
in turn, stimulated further development of the theory - the derivation of transform laws
for more complicated vibrational interaction models.

5.7 Coherent Raman scattering: CARS and CSRS

In 1965, anew phenomenon, later called CARS (Coherent Anti-Stokes Raman Scattering) was
announced by Maker and Terhune. They used a ruby laser pulse to explore the third-order
response of various materials. To do this, the second pulse frequency w — w; was generated
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additionally to the primary pulse of the laser, and then 2 rays were sent simultaneously to the
object. When the two pulses overlapped in time and space, there could be seen the signal
at frequency w + w;. The signal was amplified significantly when the frequency difference
coincided with the Raman frequency of the object.

CARS (Coherent Anti-Stokes Raman Scattering) is a third-order nonlinear optical pro-
cess (see Figure 5.6), which uses three laser beams: a pump-ray wpump, a Stokes ray wsgokes
and a probe beam wy,ope (see [18]). Interaction with the object generates a coherent optical
signal at the anti-Stokes frequency wprobe + Wstokes —Wpump- The latter is amplified resonantly,
when the frequency difference wpump — Wstokes coincides with the Raman-active frequency.

excited state

mmmmpmmqye---
e mmmpm - virtual states
p,
Wprobe
. , WCARS
“pump Wstokes
vibrational state
Wan
- ground state

Figure 5.6: CARS.

Wpump — Wstokes = @ (anti-Stokes Raman) = wcars = 2Wpump — Wstokes (CARS signal)

The coherent signal generated by CARS exceeds the spontaneous Raman radiation in-
tensity several times.
Similarly, CSRS (Coherent Stokes Raman Scattering) can be generated (see Figure 5.7):

CSRS signal:  wcsrs = 2Wstokes — Wpump

excited state

........ . }Vil‘tual states

Wstokes Wstokes
Wpump “WCSRS
. —r vibrational state
W'\-'ibI
- ground state

Figure 5.7: CSRS.
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Intensity

Figure 5.8: The scheme of absorption spectrum and of CARS and CSRS excitation profiles. CARS
signal is registered at frequency Q = w, + w;, CSRS at Q = w), — 2w ;. Excitation profiles are obtained
when pump-frequency and Stokes frequency are scanned with fixed difference w, — w; = w;.

Let us take a look at CARS and CSRS below if there are molecules (impurity centers) in
the system that have vibrational modes in those processes.

CARS as the third-order process is determined by the third-order susceptibility Xcars
(square of module | Xcars|? determines the excitation profile of CARS):

(ilm)y(mli+1;)
X =Av;(j) — X

('1m"y (m'1i" +1j)

Ep-wj—wo—Ey—iy’

(5.70)

x AV () )

m!

where Av;(j) marks the averaging over all of the vibrational modes, except CARS-active j-
mode, which is in a strongly excited coherent state. Here it is considered that the mode j
on collective mode with wave vector g = %0 -y 4, Where Eo is the wave vector of the exciting
(pump) light and k 4 is the wave vector of the scattered light. This vibrational mode interacts
with electrons of the impurity (molecule).

In the Equation 5.70, the amplitudes of coherent scattering are considered to be the re-
sult of a long-time and large-space averaging, therefore, both amplitudes in Equation 5.70
are averaged independently. Let us go to the integral representation we used for the sponta-
neous Raman scattering. For CARS,

o0 o0
XCARS — f dte—i(a)o—Qzﬂ[—YtA(t) f dl_le—i(a)o—f221+a)j)[’_Y[/A(tl), (571)
—0o0 —Oo0

where

A(t) = Av; (j) (il e etz | 4 15). (5.72)

In the case T = 0, the Fourier amplitude is equal to the resonance Raman amplitude,
which is determined by the absorption Fourier transform (case of basic model)

A1) = IO (e”‘”f - l)F(t). (5.73)
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Similarly, the CSRS is defined by the formula

(ilmy(mli+1;)
X =Av;(j) — X
CSRS ilJ ;Em_wO_Ei_lY

(I'1m"y (m'1i" +1j)

x Av; () —,
i ;Emf—wj—wo—Ei/+zy
then it follows that
[e,0] [e,0]
Xcsgrs = f dte @R =Y1 p(p) f dt e 1 @o—Quret'=yt’ gx 4y (5.74)
-0 -0

At zero temperature T = 0 both amplitudes are related to the spontaneous Raman scat-
tering amplitude a(w) as follows:

Xcars = a(wo)a(wo +wj), (5.75)

Xcsrs = a(wp)a” (wo - w)), (5.76)
which gives CARS and CSRS excitation profiles

Icars o 1Acars|? ~ |[®(@0)~B(wo—w )] [@(wo+w ) ~Pwo)] %, (5.77)

Icsks o |Acsrsl? ~ |[@ (o)~ (wo - )] [@(wo—w ;) ~D(wo—2w )] |*. (5.78)

Here it is immediately seen that in our case, in the case of identical molecule ensembles,
the shapes of excitation profiles are exactly identical, the CSRS has only been shifted towards
higher frequencies by the Raman mode (substitute in Equation 5.78 wg = wo + w;).

However, if molecules are in an inhomogeneous environment, such as molecules in so-
lutions or impurity centers in crystals, local fluctuations cause inhomogeneous expansion of
spectral lines. Modeling such a system, it is assumed that inhomogeneities affect, in partic-
ular, the energy of pure electron transfer, leaving vibrational dynamics unchanged. Since
coherent radiation from different scattering centers interferes, the convolution of coher-
ent scattering amplitude Xcars with pure-electronic transition distribution function p (Q2;)
must be calculated, integrating over frequencies of electronic transitions Q;:

2
IICIX]RS (wo) = 'fdQZIXCARS (@0, 21)p (Q21 — Q21)| - (5.79)

Using scattering amplitudes 5.71 and 5.74, and also the Fourier transform of the inho-
mogeneous distribution function p (Q2; — Q21 ), we find the inhomogeneously expanded ex-
citation profiles of CARS and CSRS:

(e olaNe ]
IEIXIRS = f f dtdtlei(wo—ﬂm)(ﬂﬂ)eiwjt’Aj(t)Aj(t/)p(t+ t/) , (5.80)
OO0 —00
0o 00 2
00 —00

From the formulas 5.80 and 5.81, we immediately see that the inhomogeneity causes
a difference in the CARS and CSRS excitation profiles (compare p(t + t') and p(t—t')). A
comparative measurement of the CARS and CSRS excitation profiles opens up the possibility
of determining the inhomogeneous width.






APPENDIX
Abel-Plana formula

The Abel-Plana formula calculates the difference between a discrete sum and the corre-
sponding integral. It is particularly useful in Casimir effect calculations involving differences
between quantized and free modes.

Proof. Let us introduce two contour integrals

F(it
heif 2O g

ezm‘ -1
G

F(—it
12:—1'3( i 4izo

eZnt -1

C

where function F has no singularities, integration contour C; covers lower half-plane and C,
stays for upper half-plane. Integral I; can be presented as

0—ie (o)

Fit i [ & 1 Fit
L=iP f Ldt+iE[ZF(n)+—F(O) +in&dt,
2w [ ;3 2 J e

eZﬂt_l Zm_l
—ioo

where P denotes principal value of the integral without poles. Integral I, can be expressed
in the same way:

O+ie . . oo oo .
IZ:—in P dt—i_m[ZF(n)+%F(0)]—inMdt_
n=1
0

e?mt —1 2n e?mt —1
ico

Taking into account that changing the sign of ¢ in I, also changes the integration contour
from C, to Cy,

and
L+1= —ifF(it)dt:O.
G
The proof is based on the idea that

1 1 B
e2mt _ 1 + e-2mt _1

-1,
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which gives
h+h= [ Fdi- [ZF(nH%F(O)]HfMdt:O.
0

21t
= et —1
n=1 0

It follows that

oo

fele) 1 .
F(n):fF(t)dt—EF(0)+lf
0

0

F(if)— F(—i
(lt)2 F( lt)dt.
et —1

18

n=1



APPENDIX

Value of the repulsion parameter and mass
of Higgs boson

Let us consider the possible value of A in Eq. 1.34. We remind that according to the Stan-
dard Model (see, e.g. [13]) the ¢*-type interaction determines the inherent repulsion of
the scalar field. This field is an SU(2) doublet ¢' = (¢**p°*) with the field components
¢t = (d1+id2)/ V2 and ¢° = (¢ps +ihs)/ V2, where ¢;, i = 1,2,3,4 are the real components
of the scalar field. In the Heaviside units €y = 49 = ¢ = h = 1 the Lagrangian of this field can
be presented in the form

2= (0u9)" (0"9) ~ [0 0) 2 (0" 0)
where

(') =02y 02
i=1

The first term of the Lagrangian is the density in the space of the kinetic energy, while
the remaining two terms stand for the the density in the space of the potential energy. Here
the positive parameter A describes the inherent repulsion, while the negative parameter p
describes the square of the imaginary mass in the symmetrical state. In the used units ¢; has
the dimension of energy, the dimension of £ is the fourth power of energy, the dimension
of u is square energy, A is dimensionless.

The energy of the field ¢ has the minimum value for the state with |</>| =1/2i (,bf, which
corresponds to spontaneous breaking of symmetry. The minimum is located at the point
$10 = P20 = Pap =0, p30 = v, where v = \/—pu/A. The fields can be expanded near this point,
taking ¢; = ¢ + h;. For small h; last two terms in the Lagrangian equal —Av?h3 + Av?/4. As
it follows from this equation, one boson of four, described by the field i3, possesses the mass
my = V21 v/ c?; three other bosons remain massless.

The value of v is known in the standard model: v = 246.2 GeV (see [13]). However, the
value of A was not known before the experiments in CERN by ATLAS and CMS collaborations.
Taking obtained in [1] mass my = 125 GeV/c?, one gets A = 0.129, which is close to 1/8. In
our opinion this is not an occasional coincidence, and we present an argument for that.

Let us consider the relativistic wave packet of the ¢ field (its size satisfies the condition
I < himpgc). Such a wave packet should be fully characterized by its energy E = 1/1. This
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means that ¢; = E. Integrating (¢'¢)” over its volume % = E=3 we get

2
=4E.

(0') = (Z ¥

The first term p (([)Tgb) in the potential energy gives in the relativistic limit only a negligible
contribution of the order of mi{c‘l/ E <« E. Taking into account that the potential energy gives
half of the total energy, we get 4AE = E/2, which gives A = 1/8 and

myg = v/2¢? =~ 123.1 GeV/ .

The obtained value of A has simple meaning: the potential energy E/2 of the wave packet
comes from four components of the field. The contribution of one of them (h3), possessing
the mass after the symmetry breaking, is just 1/8 of the energy of the wave packet.

Presented arguments for the inherent repulsion energy and corresponding equation should
hold also for the hypothetical particles under consideration. The only difference is that these
particles, presumably, are singlets. This means that corresponding value of the repulsion pa-
rameteris A = 1/2.



APPENDIX
Bloch — de Dominicis theorem

Bloch - de Dominicis theorem is widely used for thermodynamical calculations involving
harmonic oscillators. For linear operators in the state of thermal equilibrium the thermal

average is
(A-B-C-D-F..)r,

where A is a linear operator, a;j*(t)=a; telvjt, aj(t) =aje “iojt and
A=Y (eja; () +e) a;(1).
J
What is averaging?
<;u§...>:nzpnj<nj|,a3...|nj>Enzpnjquj\y;j,ag...wnj
i i

is non-zero when the number of operators is even. The task is to find the average of the
minimum number of operators *pair correlators*.

Theorem 1. The average value of the product of the creation and annihilation operators
in the state of thermal equilibrium is equal to the sum of all possible sets of pairing of this
product.

AAAAA

(A-B-C-D-F..)yp=(A-BY{C-D-F..)+(A-CY(B-D-F...)+

Proof. (When the summation includes different operators, the proofis trivial.)

Let us consider just one pair correlator Cy = (a**aky from the normally-ordered product
of the operators (i.e. annihilation operator on the right, creation operator on the left). In
vacuum C=0<« T =0.

(e, 0]
Cr=(a**a"y =Y P,(nla**a*|ny,

n=0

where P, = Z~te~"wn/(kT) i5 3 Boltzmann distribution. Then
Cy = Z Pnqu\y*a+kak\lf

Using the common notation ¥, = |n) and operators

alny=vnln-1),
atiny=vn+1ln+1),
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one gets (assuming that n > k)

a“lny=vnn-1)...n—k+1)|n-k,
*ak iy =vnn-1...n-k+Da*n-k

=vnn-1)...n—k+DvVnn-1...(n-k+1)|n
=nn-1...n—-k+1)|n).

This gives
n!
nla*®*a*1n) =nmn-1 n-k+1)=——,
(nl ) =n(n-1)...( =5
then
i p n!
Cr= .
=" "(n-k)
Introducing new summation index m = n—k,
(m+k)' °° m(m+k 1)' °° k(m+k-1)!
Cy = Z Pprx————= Z Ppix——— Z mek T
m=0
o (m1+k)' (m+k 1)'
= Z Pm1+k+1— +k Z Pm+k—,
m;=0 1! m=0 m!
where m; = m — 1. Taking into account that P, ;41 = ~hol (kT)Pm1+k, one gets
ho
e kT
Ck:—hwkck—l:flkck—l-
l—e &7

The factor 72 = (a* a) gives

Cr = <a+kak> =k{a"a) <a+k_1ak_1> =k{a"a)Cr
and the task has been reduced to the product of pair correlators:

Cr=k(k—1)..1{a"a)* = k{a* a)*.



APPENDIX
Universe expansion in Planck limit

According to the Big Bang theory the observable Universe began approximately 13.8 billion
years ago as a huge explosion of an extremely small spot. At present the Universe is still ex-
panding and the expansion rate is given by the Hubble's frequency H ~ T, =2.4 x 107 '85!
(T{]1 is the age of the Universe). Previously it was assumed that this frequency remains un-
changed at least for the most part of the Universe. However, in the end of the last century it
was found that Hubble’s frequency depends on the distance. Namely, it was established that
the Universe is expanding with an increasing speed.

This phenomenon is usually explained on the basis of the classical general theory of rel-
ativity with the account of the cosmological constant A (Lambda Cold Dark Matter model of
Universe). The quantum-mechanical aspect of the problem is usually not discussed. How-
ever, we propose to pay attention to the relation

H=8.5Q2rkgT)*/hEy

which satisfies the Hubble frequency, temperature of the Universe T = 2.7K and Planck en-
ergy E,; =1.2- 10%8eV and which, if it is not just a coincidence of huge numbers, and which
can only be explained within the framework of quantum theory.

We draw attention to the following possible interpretation of this relationship: the expan-
sion of the Universe is due to quantum processes of Planck scale, which occur everywhere in
the Universe with probability ~ 27 (kp T/Epl)2 ~ 10753 for the Planck period tp1 =2mhl Epy =
5.4 x 107%s.

The acceleration of the expansion in this case is explained by the increase of the prob-
ability of the process with temperature (here it is taken into account that the more distant
parts of the Universe are younger and have higher temperature). A somewhat different nu-
merical multiplier can be attributed, e.g. to a faster expansion of the Universe in the early
stages. In this paper, a quantum-mechanical model is considered that allows us to justify
such an interpretation.

In the quantum theory, vacuum corresponds to the ground state of the fields and has
no particles. Bosons in vacuum are in the zero-point state, characterized by a huge energy
density ~ p,; = 2.9 x 10'3* eV/m? stemming from the zero-point fluctuations of them. In this
theory, the vacuum is equivalent to a cosmological constant A. However, its value, stemming
from the given energy density is 10'?° times larger than its measured value [28]. This huge
discrepancy may raise the question of whether the quantum theory can at all explain the
expansion of the Universe.
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The problem here is related to the energy conservation law: if we accept that universal
constants are really constants, then we must conclude that the expansion of the Universe
causes a huge increase in the zero-point energy of bosons. Consequently, if there would not
be other contributions to the energy of vacuum, then the energy conservation law would be
seriously violated.

A huge discrepancy of the A values has been actively discussed for a long time (see,
e.g. [28]). As a possible solution, Coleman [7] suggested that the effects of quantum gravity
should lead to the cancellation of the enormously large value of A. A complete cancellation
(perhaps a tiny discrepancy, leading, for example, to a negative pressure in vacuum) then
can be the result of the zero energy of the initial fluctuation, which, according to [33], gave
rise to the Universe. Here we proceed from this statement. We take into account that gravita-
tional forces increase with the decrease of distance. This suggests that the cancellation can
occur due to the negative gravitational energy of the vacuum superstructure at the Planck
limit.

This assumption is confirmed by the presented above consideration of the effect of the
gravitational self-action energy Eg = —GE?/Ic* on the total energy E of the wave packet of a
quantum particle of a small size [ (G is the gravitational constant, c is speed of light). Tak-
ing into account the relation E = Eg + Exin, where Eyi, = 3hc/21 is the kinetic energy of the
localization of the wave packet, one finds two solutions for the energy:

E=Ep (J_r, [+ 112L,)%) - llsz,))

The solution with the plus sign corresponds to a wave packet with positive energy. It can
be seen that this energy cannot exceed the value ~ E,; , corresponding to the Planck particle.

More important in this context is the solution with the minus sign. As it was shown above
(see Section 1.3.3), this solution describes particles of size ~ L,; with negative energy
~ —Ep,; repulsing in the Planck scale.

One can place into the volume [° > L?]; ; altogether ~ (1/L, 1)3 > 1 non-overlapping wave
packets. Therefore, the energy density of vacuum indeed should include a huge negative
contribution of the order of —p,; coming from the particles with the negative energy E ~
—E,; and the size [ ~ L.

If such a vacuum structure is correct, then the expansion of the Universe can occur as
quantum processes with the creation of particles with negative energy of the Planck scale.
The created particles push apart the existing particles, which leads to increase in the size of
the Universe and, thereby, to increase in the energy of zero-point fluctuations of bosons by
the same but positive value. The processes proceed spontaneously everywhere with a small
probability, which increases with temperature. These processes have a close analogy with
zero-phonon transitions in solids [12].

Using this analogy, one can show (see Appendix E) that the rate of transition with creating
a negative energy particle and subsequent change of Bose subsystem equals

w~ H.

Thus, we have proposed a Planck-scale mechanism of the expansion of the Universe,
which consists in the creation and destruction of pairs of particles (bosons) with positive
and negative energy with the prevailing processes of their creation. The model is applicable
to an empty, uncurved space. The effects of the space curvature (caused by matter) and the
cosmological constant on the accelerated expansion of the Universe can be described in the
framework of the classical general theory of relativity.



APPENDIX

Quantum mechanism of the expansion of
Universe

Abstract

We discuss the hypothesis that quantum processes of the Planck-scale with the Hubble fre-
quency H ~ 10" '8sec™! are responsible for the expansion of the Universe. A model of these
processes is proposed, according to which these processes correspond to zero boson transi-
tions. Using the Lax theory, we show that these transitions lead to fast (~ kg T/h ~ 101sec™!)
and small (~ Lp ~ 10733cm) stochastic fluctuations in the volume with a very small (~ H)
predominance of processes with increasing volume and with the generation of cosmic back-
ground radiation with the correct value of its temperature 7.

E.1 Introduction

According to Hubble’s law, our Universe expands with a rate per unit length (frequency) H =
2.2-10" 8 sec™! (here H! is the age of the Universe). Hubble’s expansion is usually explained
on the basis of the classical general theory of relativity (see, for example, [23], [35], [34], [28],
[9]). However, it is generally accepted that empty space corresponds to the ground (zero-
point) state of quantum fields. Thus, the expansion of the Universe means an increase in the
volume of space occupied by this zero-point field. This provides the basis for the hypothesis
that quantum processes should be behind this expansion. In this work, we propose a model
of such processes.

In quantum theory, zero-point fluctuations of bosons make a huge contribution to the
energy density of the Universe ~ pp = Ep/L3, = 2.9 x 1013% eV/m?, where Ep = 1.2 x 10?% eV
and Lp = 1.6 x 1073° m are Planck energy and length, respectively. This means (provided that
the fundamental physical constants do not change with time) that the expansion of the Uni-
verse causes a huge increase in the zero-point energy of the bosons. This is possible without
violation of the energy conservation law, if there is another contribution to the energy of the
vacuum, which compensates for this increase. It is usually assumed (see, for example, [7],
[6], [25]) that the effects of gravity should lead to such compensation: gravitational forces
are attractive and they increase with the decreasing distance. This suggests that compensa-
tion can occur due to the negative gravitational energy of the vacuum superstructure at the
Planck limit [25]. A complete cancellation, possibly with a slight discrepancy, may be the
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result of zero energy of the initial quantum fluctuation, which, according to [33], spawned
the Universe.

This article takes the basis of the above assumption that this cancellation is provided by
particles with negative gravitational energy of the Planck scale. This point of view is sup-
ported by the following consideration of the effect of the gravitational self-action of a wave
packet of a particle of small size [, comparable with Lp, on its total energy E [20]. Assuming
that gravitational interaction can be considered classically, this energy is determined by the
sum of kinetic energy of localization ~ #ic/I and the energy Eg ~ —GE?/Ic* of gravitational
self-action, where G is the gravitational constant (consideration is carried out in order of
magnitude). This gives the following equation for the total energy E = fic/l — GE?/1c* of the
wave packet. This equation has two solutions: E = Ep(++/1+ (I/2Lp)?—1/2Lp).

The solution with the plus sign corresponds to a wave packet with the positive energy.
This energy cannot exceed Ep (a hypothetical particle with E = Ep is called a Planck particle,
Or maxon).

More important in the context is the solution with a minus sign, which, we assume, de-
scribes particles with negative energy. For these particles it is energetically beneficial to
stay apart: indeed, in volume I° > L3, N ~ (I/L}) > 1 non-overlapping wave packets have
~ (I/Lp)? > 1 times larger total negative energy than the single wave packet of the same
size. Therefore, it is energetically beneficial to place the aforementioned particles in a space
separately from each other.

In other words, the considered particles of negative energy are repelled at the Planck
limit.

The distance between particles L and the size of them Ly can be determined if to take
into account the standard repulsive interaction A(¢*¢)? (here A > 0, ¢ is the wave function
of the quantum field); this interaction works against gravitational collapse of particles, giving
L= 2Lp and LO = Lp [20].

If such a vacuum structure is true, then the expansion of the Universe can occur as quan-
tum processes with the creation of two excitations (particles): one with positive energy close
to Ep and another with almost the same but negative energy. The created particles push
apart existing particles, which leads to an increase in the size of the Universe.

E.2 The model

To determine the rate of such a process, it is considered here that both, positive and negative
energy excitations correspond to bosons with energy + Ey = + Ep of the zero-point levels. The
energy level diagram is shown in Fig. E.1.

The Hamiltonian of the system under consideration has the form

H=Hy(I+6,)/12+ H(I-6,)/2+ Hyy, (E.1)
where Hy = Hy. + Hy—, Hys = Yk hwk(a; N A+ + 1/2) are the Hamiltonians of bosons with

positive and negative zero-point energy, 4, and dy. are creation and destruction operators
of bosons, wi = ck is the frequency of boson with the wave number k,

H =hA+e¥ Hye™V (E.2)
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Figure E.1: Energies of the particle (bosons) be-
fore and after the transition: the green horizon-
tal lines correspond to the energies of the initial
and final states of boson with positive energy, the
blue horizontal lines correspond to the initial and
final states of boson with negative energy, green
and blue parabolas - to the initial and final poten-
tial energies of bosons. The thick arrows (up and
down) - zero-boson transitions with the energies
+Ey = +Ep; x corresponds to generalized coordi-
nate of bosons.

fields Ay is finite if xor x k72.
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is the Hamiltonian of bosons after the
transition, hA = E; — E; is the small en-
ergy change due to transition between zero-
point states (this change is compensated by
the energy of the created bosons), V=V, +
V_ is the shift operator of bosons, Hiye =
V&« is the interaction of bosons causing the
transitions, J, and &, are the Pauli matri-
ces, I is the 2 x 2 unit matrix.

Only spherical modes k are considered.
In this case, the shift operator V is the sum
Vi = Y1 Vs of the shift operators Vii =
Xo0/0xr+ of these modes, where xp; is
the shift of the equilibrium position of the
mode with the generalized coordinate xj.. =
V2w (s + a,). The density of these
modes is p(k) = 3k?*(c/wp)3, where wp =
Ep /R is the Planck frequency. The spherical
displacement x,. at the distance r can be
represented as the sum of spherical modes
xy. as follows:

Xrs =V14nVr'Im)y_, kK*e'™ xps. (E3)

Here, it is assumed that the quantum
transition leads to a finite change in the
volume (Ay) of the fields of the zero point
state. This change can be presented as
Ay = 4nR?AR, where Ap is the change of
the radius R of the space as the result of the
transition. Taking into account Equation
E.3, one finds Ag x R™'Im [ dk k*xore’*R.
The change of the volume of the zero-point

The derived dependence xo; oc k™2 is analogous to the dependence of the change of a
density mode on the wave number of the mode during a zero-phonon transition in super-

fluid helium [19] .

E.3 The rate of transitions

According to the theory of Lax [22], the rate of a quantum transition with creation of a pair
of particles with total energy E = 0 can be presented in the form

W, = |V|2fdte‘WF2(t), (E.4)

where

F(p) = (e¥ze V=) (E.5)
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is the Fourier transform of the spectrum of bosonic transitions followed by the shift of the
equilibrium positions of bosons,

Vi() = Zk m(akie—iwkt + d;;ieiwkt)

are the shift operators at time moment ¢ (integrals are taken from —oo to co). Applying Wick’s
theorem, one obtains [22] F(t) = e8?, where

g(t)=(Vi (Vs —=V.(D)) =

= (1/20) Y. 023 (g + D@ = 1) + 1y 74 1)), (E.6)
k

ne = (exp(hiw/kgT) — 1)1 is the Planck population factor, T is the temperature of cosmic

background radiation. Replacing the sum over k by the integral over the wavenumbers ac-

cording to Y., — [dk p(k), and using the relation n_, + 1 = —n,,, we obtain the following

simple equation:

g(t) :fdww‘l(ei‘“f—l) (1 + 1), (E.7)

where the integral is taken from —wp to wp. A significant contribution to the integral E.4 is
made by low frequencies |w| < kg T/h, which correspond to zero-boson transitions (ZBT)
from a neighbourhood of the initial zero-point states to a neighbourhood of the final zero-
point states of bosons. These transitions are analogous to the zero-phonon transitions in
optical centers in crystals [31], [12]. The contribution of ZBTs is given by large values of
|| > h/kpT. To find this contribution, it is necessary to single out in the integral E.7 the term
kg T/hw? that is divergent for w — 0. Then, taking into account the relation (et —1)/w? =
| t|(—=6(w) +it7 16" (w)), |t| — oo one gets for large |]

g(1) = —ylt|+iat/|t|-S.

Here y = wkgT is the broadening of ZBT, a = y/2kp T is the asymmetry factor, stemming
from the difference of probabilities of Stokes and anti-Stokes transitions [21],

s—jpdw(zn +1 2kBT)=1n( Er ) (E.8)
_0 w @ ho | \2kgT '

is the Huang-Rhys factor determining the probability of ZBT.
Simple calculation gives W, = |V|?2w, where

2kpT\2 y+aA
w=("2) (E.9)
Ep Y2+A2/4

is the normalized probability of the transition.

If AA < kg T, then W, = 77112V /wp|? (kg T + hA/2). The factor V, by its physical meaning
is the frequency of the attempts to make a transition. Its value is not known. However, one
can expect that it has the order wp - the only known frequency unit Planck scale. If this is so,
then the rates of transitions leading to expansion of Universe are given by the equation

Wy ~kpT/h+Al2. (E.10)

Note that the boson excitation spectra upon transition (given by the Fourier transform of
F(1)) for small w < kg T/h are given by a similar to Equation E.9 formula

2kgT
I(w) = M.
Ep()fz +a)2)
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The intensity of these spectra at zero frequency 1(0) ~ w;l is a determining factor in the
considered expansion mechanism of the Universe. Indeed, one can estimate the probability
as W, ~ kg Tw%,[ (0)2/h ~ kgT/hin agreement with Equation E.10. Here it is taken into ac-
count that w is determined by the overlapping integral of /(w) and I(A — w). For small A the
overlapping takes place for |w| < kpT.

E.4 Account for reverse transitions

In addition to the transitions leading to the expansion of the Universe it is need to take into
account also reverse transitions, which lead to the compression of the Universe. The rates
of these transitions are given by analogous to Equation E.10 formula but with —A instead of
A. Universe will, then, expand if the rate of the inverse transitions is smaller. This occurs
if A > 0. In this case the resulting rate of transitions leading to expansion of the Universe is
given by the equation

W=H=W,-W_~A. (E.11)

Thus, in the proposed theory, the Hubble frequency of expansion of the Universe equals
to the rate W, and this rate equals to A, which determines the gain of the energy of vacuum
as a result of the single Planck-scale process causing the expansion of the Universe.

E.5 Discussion

It was shown above that the quantum processes considered here in the Universe lead to local
volume fluctuations with the amplitude ~ Lp ~ 10733cm and the frequency w r~kpTIh~
10! sec™! and with a small ~ H ~ 107!8 sec™! predominance of processes with a local in-
crease in volume.

The small (~ H ~ 10718) predominance of processes with a local increase of the volume
is due to the fact that the energy of the zero-point state of the Universe decreases with ex-
pansion (in one process this energy decreases by 2 H). This decrease provides kinetic energy
for expansion. The total energy is conserved in the processes under consideration.

According to proposed model, there exists a quantum tremor at the Planck level in the
Universe with the frequency of relic radiation, and the expansion of the Universe is one of
consequences of this tremor. This mechanism of the expansion makes it possible to obtain
the following relation for the energy density of the created bosons in the time H™! of the
existence of the Universe:

pp~ pp(ksT!Ep)*. (E.12)

This gives pj, ~ 0.1p., where p. ~3H?/8nG ~ 10%eV/m? is the critical value of the energy
density required for the Universe to just to halt its expansion. Here it is taken into account
that each transition brings an average energy ~ |A| ~ AH of bosons with an average wave-
length Lp(Ep/kpT), and that the frequency of transitions is ~ W, ~ kgT/h. The obtained
value of pj, is in good agreement with the known energy density of the cosmic background
radiation.

Thus, the mechanism of quantum expansion of the Universe considered here allows one
to explain the temperature of cosmic background radiation

T ~(0.1pc/pp)Y4 Tp ~ 27K, (E.13)
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where Tp = Ep/ kp is the Planck temperature.

This result testifies in favour of the validity of the proposed quantum model of the ex-
pansion of the Universe. In the model presented here, only massless bosons (photons) were
taken into account. The case of bosons with a nonzero rest mass should be considered sep-
arately. However, one can assume that for a modern (cold) Universe with a temperature of
T =2.7K, one can neglect the processes with the creation and destruction of such bosons.

Only the case of flat space-time was considered here. Nevertheless, our model also allows
us to take into account the effects of the general theory of relativity by choosing the correct
local time; e.g. the actual space-time geometry can be taken into account by choosing (in
appropriate units) H = 1/2¢ in the case of radiation-dominated expansion or H = 2/3¢ in the
case of matter dominated expansion.
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