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We investigate the conventional Hamiltonian describing the non-
relativistic quantum electrodynamics and the dynamics of the in-
trinsic states of N two-level atoms (molecules). It is shown that
the Hamiltonian, canonically transformed from the conventional
one and including only field operators at the initial time mo-
ment, does not contain the near fields inversely proportional to
the first and second powers of the distance between any pair of
atoms (molecules) on the quite short time scale and allows certain
collective radiative effects including the radiation trapping, where
atoms or molecules act as a whole.

1. Introduction

Today, in a common scientific practice, the non-
relativistic quantum theory of radiation is a quite de-
veloped and verified experimentally tool of investiga-
tion. Many interesting and new phenomena in the do-
mains of superradiance, photon trapping, coherent spec-
tral line broadening, probe beam gain in a strongly
pumped medium were in order to be explained during
the last several decades. The development of the mod-
ern femtosecond light-pulse experimental techniques re-
quires the appropriate revising of the previously built
theoretical approaches (like in [1]) based on the as-
sumption that the evolutional time scale be much big-
ger than the time of light travel though an atomic sys-
tem.

The way to describe the possible effects is based on the
second quantization of the electromagnetic field coupled
with N quite slowly moving identical atoms or molecules.
The methods and the results presented here differ consid-
erably from those of the earlier investigations. In partic-
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ular, instead of the construction of evolution equations
for a combination of the particle creation and annihi-
lation operators in the Heisenberg representation, we
analyze the conventional Hamiltonian (the analysis of
the quantization for an electromagnetic field and the
applicable restrictions can be found in [2]) for the sys-
tem and, after its canonical transformation eliminating
the time dependence of the field creation and annihi-
lation operators, find the certain limits of the trans-
formed Hamiltonian. In this paper, we generalize the
formalism of works [1], [3], and [4] to a spatially de-
generated case of non-zero atomic (or molecular) and
off-diagonal dipole matrix elements. We consider the
non-zero atomic or molecular dipoles in the ground and
excited states, all binary combinations of atomic creation
and annihilation operators (including such as o;" 0} and
005, with ¢ # j — the notations are provided at the
beginning of the next section), and short time inter-
vals of the evolution of the atomic (molecular) operators.
These intervals are comparable by the order of magni-
tude with the period of a resonant electromagnetic wave
(in the optical region it can reach a few femtoseconds for
atomic or molecular transitions to an electronic excited
state).

As compared with works [1] and [3], where well-
localized atoms were investigated, we explicitly consider
the interaction of atoms or molecules with a quantum
radiation bath and show that the obtained Hamiltonian
including only field operators at the initial time moment
does not contain the near fields inversely proportional
to the first and second powers of the distance between
any pair of atoms (molecules). This Hamiltonian in-
volves also certain radiative effects, including the radia-
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tion trapping, where the atoms or molecules act collec-
tively.

2. Theory

We discuss here the gas system of IV atoms or molecules
interacting with a quantized multimode electromagnetic
field. We consider only the atomic (molecular) transi-
tions between two levels b (corresponding to the ground
state) and a (corresponding to the excited state) and
neglect the influence of the translational motion of par-
ticles on the absorption (emission) of electromagnetic
field quanta during some characteristic time. In this
problem, it is the period of electromagnetic waves cor-
responding to the resonant atomic transition. Then, in
the dipole approximation, we describe the dynamics of
the N-atomic intrinsic states along with the state of the
electromagnetic field with the help of the following con-
ventional Hamiltonian (the analysis of the dipole approx-
imation can be found, e.g., in [5] and [6]) with the use
of the second quantization for an electromagnetic field:

N N
I:I:hwaZO'jO'i—FhwaO’iO'j-i—
i=1 i=1

+%/dr(eo|8(r)|2+uo|%(r) *) -

N
= (9507 + 94a0i + PhyoioT + phaoi0i) € (i), (1)

i=1
where o = |a)(b|; and o; = |b)(a|; are the creation
and annihilation operators of the excited state for the
i-th particle, ¢ = 1..N; N is number of particles; a
and b denote the excited and ground states of an atom
(molecule), respectively; r; is the position of the i-th
atom or molecule (below, we consider just atoms for
brevity). The diagonal and off-diagonal dipole matrix
elements are defined by terms (pfm)* = p', = (ali]a);
and (p},)" = 9}, = (blalt); and (p%,)" = ph, = (Blala)s,
i = 1..N, respectively, where fi is the dipole operator for
a particle.

In the terms of monochromatic transverse plane waves
in the Heisenberg representation, the electric and mag-
netic field operators € (t,r) and # (¢,r) can be written
down as

E(t,r) =) é,8,™a, () + Hae; (2)
q

ISSN 2071-0186. Ukr. J. Phys. 2012. Vol. 57, No. 6

1 1 .
H(t,r) = ” > — [k x 8] E,e™Ta, (t) + He;  (3)
q

q

where é, is the unit polarization vector perpendicular to
the direction of a wave vector k, for the g-th mode;

_{ hw, 1/2
é=(5es) @

where V is a volume allowed to be “filled-in” by the elec-
tromagnetic field. Introducing the notation a, (t) = aq4
and a} (t) = a] in the Heisenberg representation, where
aq and aj are the annihilation and creation operators,
respectively, for the g-th mode. The creation aj and
annihilation a, operators for the g-th mode of the elec-
tromagnetic field satisfy the Bose commutation relations
[ag (£) 0 ()] = by

Taking expressions (2) and (3) into account, we have
the following Hamiltonian in the Heisenberg representa-
tion neglecting the “zero-point” energy:

N N
H = hw, Z U;rai + hwy Z aiazr + thqa;‘aq—
i=1 i=1 q

N
— Z Z Eq (sf +87) eq (e Tiag + e *ial), (5)
i=1 ¢

where

S{ = Pp0i0; + Paa0; O (6)
and

o__ 1 + 7
S; = £ab0; + 0pe0i- (7)

Using the evolution equations for the field operators
aq and @ (in the Heisenberg representation)

d i

B . 1 . ikors
7% h[H’ aq]l = —u;.;qa,ﬁ-f—_L Zé'q (s;-i + s;’) éq€ thari
J

(8)

we derive the equation that has the sense of a canonical
transformation as the consequence of the above canoni-
cal equation of motion:

» i e
aq (t) =a,(0)e ’“’qt-i—ﬁzj:é'qe $KaTi gy x
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¢

X / dt'(s? (t') + s9(t")) e walt—t), 9)
0
Substituting (9) in Hamiltonian (5), we finally obtain

N N
H=hw, Z Uj'ai—l—hwb Z 0'1'0'2_4-712 wqa;raq—
i=1 =1 q

N

=30 &g [si+s?] x
i=1

q

% (efi(wqtfqui)aq (0) _'_ei(wqtfqu,-)a

<+
~—~
(=}
=
N—
|

t
_e—ikq(rifrj)é‘q/ dt [s;?(t)+s§(t )] eiwq(t*t)}. (10)
0

Next, we search for the limit of continuous modes as V' —
oo in the Hamiltonian above. In this limit, we present
the sum over the electromagnetic modes ¢ through the
integration as

% zq:{éq [s?(t) + S;’(t)] } {éq [S?(t’) + S?(t’)] } -

- % >[50 + 2 (s5(t) + s5(¢))—
k

1\* X
—  lim (2—> /wzdw/dkx
wp — 00 mCe
0
X Z {|péa’ p?aﬂ’ [(@ga’@gﬁ’)_

aVQIYIBVﬁ’
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— (Bhak) (6] 5 K) [lodal:0)18)(B ;) } (11)
where a, o/, 3, and B8’ denote a (excited) or b (ground);
the unit vector k = k = k,/k, is parallel to the “direc-
tion of propagation” of the g-th mode, and dk denotes
the infinitesimal space angle. Each ¢-th mode includes
two orthogonal polarization planes described by two unit
vectors €; L éy L k. The maximum frequency wy is
quite large (physically), but supposed to be in the re-
gion of the dipole approximation for the electromagnetic
field-atom interaction. Therefore, expression (11) in the
described limit becomes

N N
H=hw, Z U;"ai—l—hwb Z Umj'%—h Z wqa;raq—
i=1 i=1 q

N

- Z Z Eq éq [s84s87] x

i=1 ¢q

x (efi(wqtfqui)aq (0) +ei(wqt7kql‘,’)a; (0)) _

i (1 V& |
_—— - i ' 3 k
() Xt [ [ [
=1 j=1 0 0
x{e“‘“‘”‘”) > kol lobs| |(fhabhs) -

a,a’,B,8'
— (Bt k) (81 ok)] o)l (0)18)(Bl; (#)}

Xe—iwq(t—t') _ e ika(riory) o

X Z {|me' O g

aYQIYIBVﬁ’

[(6hahs) -

(k) (65 5K)] L)@ ls (1) 18)(8' )5 (#) et )}_
(12)
As the next step, we calculate the integral over the space

angle. For this, it is enough to find the following integral
for a item under the sum over the indices , o', 3, and /'.
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To simplify the calculation, the coordinate system for the
integration is defined by three orthonormal vectors: €, is
parallel to the vector r;; = r; —r; (OZ axis) connecting
the j-th atom with the i-th one, é,, and é,; dipole matrix
element’s unit vectors are presented as §°, ,, = (@(’1 a,) I +

(94r) » where the (g, a,)” component is parallel to
the vector ry; (or the axis 0Z), and (g%, ,,)  lies in the
plane created by two unit vectors é, and é, (both are
perpendicular to r;;). Without any loss of generality, we
may assume that (@(’1 Ot’)L -éy = 0 (only z component
is saved for ¢, ., that is not true for (% ;) and k=
cos psin§é, + sin g sinfé, + cos #é,. We now have

(@3 o 1;) (@2 g:l;) = [(@fg ﬂ,ém) cos? p+
+ (@fa ﬂ’éy) sin ¢ cos so] (6%, o €2) sin? 0+
+ ({32 a’éz‘) ({32 ﬂ,éz) cos p sin 6 cos 6+

+ (P4 ar€z) (@gﬁ,éz) cos® 0 + (ph o 8:) ¥

X [(@fg ﬁ'ém) cosp + (@2 ﬂ,éy) sin go} cos @ sin 6. (13)

Therefore,

[ e [(th)  (94) ()] -
= [ d0sin0{2 (6o 61) - (Bhar) (9hp) +
SCORCTHIE

2 (ha) (b ) ] cos?Ofettersseor? =

i [(Pharth) - (o) (520, | e

| (hrithn) =3 0o, (), |
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(cos (kq7ij)
X

_ sin (kq rij)> }
(kqrij)? (kqrij)®

Substituting the integral found above in expression (12)
with k; = ¢, we want to find the integral over the fre-
quency. For this, we use the following expressions (cal-
culated in Appendix):

W

Iy (%,t—t') = / dw sin (%w) e—iw(t=t')

(=}

(15)

(2574
Tig o a1\ _ Tij —iw(t—t")
Il(c,t t) /dwwcos(cw)e —0, (16)
0
and, finally,

W
I (m,t—t') = / dww? sin (rﬁw) e—iw(t=t")
c c
0

ir [ 62 T 0? T4
(s (22) - - (72) )
2 {8t2 c ot'? * c
(17)
Therefore, by integrating the reviewed item in
(12)over the time and taking into account that

IO (O,t—t’) = Il (O,t—t’) = .[2 (O,t—t’) = 0 for Tij =
0, we obtain the Hamiltonian

x (e_i(wqt—kqmi)aq (0) + ei(w‘lt_kq'“)a;_ (0)) +
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1 WY 1
4dmeg i,%;éj r; (¢) —rj ( — T) E

X Z |pla a!

a,a’,8,B'

=3 (Bhar)y (O)- (@gﬂ’)u (¢~ %)] "

xla)(a]; (t) 1BY(B']; (t - %) '

Let us substitute (9) in (18). We obtain the Hamiltonian
in terms of the operators of creation and annihilation
at the time tg = 0. This yields the following changes:
instead of A wya; (t) aq (t), we have

| (s )-8 (1= 2)) -

j
£sp

(18)

Ry weay (0)aq (0); (19)
q
and
N
i Z Z al (0) we&q e~ ilarig
i=1 gq
t
y /dt’ [s¢ () + 82 ()] e + H.c.
0
N
=33 e [0 + 57 (B)] {ag (0) eem)x
i=1 ¢q
x [e7™at —1] + af (0) e~ i(kare) [evat — 1] } (20)

where ¢ € [0, t] is an averaged time corresponding to
the integration of a function changing quite slowly with

the time, as compared with a periodic function. The
Hamiltonian includes also the term
t t
1 1 1 \3 XN
— dt" / dt'
25 (are) X2 [ e [ e
i=1 j=1 0 0
wWnr a
x lim /w3dw — eii‘”(t”*t’) / d k efa(ri—rs)
wWpr — 00 at’
0
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X Z |pzlx o

a,a’,8,B'

<[(6haite) - (62u8) (0] |

By introducing the notation

0 | lad (e |s (21) 18)(B'|; (¢") x

(21)

N,N

1
L m@O 5@

i, J; i#]

F (tl, t”) —

X Z |pla ol

a,a’,8,B'

Pho| | (Bhor )60 () -
3 (Phar) ) (93s1), (t")] el () 18)(B'l; (¢"),
(22)

we can present it, after the integrations over the space
angle and the frequency, for sufficiently short intervals
[0,t] as

t t

1 II/ I_ Il_m _
L [adglate-(r-2)
0 0
}F(t’,t”):

N =

(- ()

10 Tij 1 1 |1 T4
—~—F (t” ﬂ,t”) =-= ~-F (t—ﬂ,t)
20t" + c 24mey | 2 c +

11

(e, 0)] .

F(t—ﬂ,t).
C

Here, we took into account that the derivatives of the
delta-functions will give non-zero integrals only in the
integration region [0, ¢; 0, t]. Hence, the “outside” terms
—F (—™%,0) and —F (¢t + ", t) are zeroed. Moreover,
the symmetry of the quadratic form (22) of the function

23
2471'60 ( )
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F (", t") was used to obtain the total derivative under
the sign of double integral. For the subsequent integra-
tion over the plane [0, ¢; 0, t], we can apply the relation

o .\ 10
(ayF(y’t )>y ~200"

¢!

(t”, t”) .

(24)

Thus, substituting (23 and (19) into Hamiltonian (18)
and taking into account that term (20) cancels the sim-
ilar term in the Hamiltonian for sufficiently short time
intervals [0, t], we obtain the following limit of Hamilto-
nian (11):

N N
Hehwe Y of ()0 (t) + hwy Y 03 (t) o (8) +
i=1 i=1

2 4rweq P i (t) — x5 (¢) |3

< X lohalfoha| [ (e 0955 ) -

a,a’,B8,B'

j
‘pﬂﬂ’

=3 (Bha)y () (81 s), O]l)@'ls ®)18)(B']; (1) (25)

Here, we assumed that the introduced operator F' (¢', t'')
is not changed significantly on the intervals t', t"” €
[to, t = to + At] such that At > r;;/c for any pair of
atoms (molecules) 7 and j:

iF (', t"YAt< F(t', t").

ot' (26)

As a result, while summing over the atomic indices 7 and
j in Hamiltonian (25), we have to consider only such
pairs of atoms, whose coordinates satisfy the condition
At > ri;/c. Other pairs with r;; > cAt will not con-
tribute in accordance with the obtained expression (15)
for the integral Ip (Z2,¢ —¢') (15).

c
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3. Conclusion

In this paper, we have obtained the model Hamiltonian
for the N-atomic (molecular) system in a continuum
of quantized electromagnetic modes with regard for the
possibility of a two-photon excitation or decay (jumps)
involving a pair of atoms interacting with a dipole-dipole
coupling. For comparison, the earlier theoretical work [3]
described the evolution of two dipole-dipole interacting
atoms in a vacuum with only one atom being initially ex-
cited; work [7] considered two two-level atoms indepen-
dently interacting with local thermal or squeezed reser-
voirs, taking the possibility of their initial simultaneous
excitation into account, but neglecting the dipole-dipole
interaction; works [8] and [9] follow the approximations
of [1] and [4], just adding an additional state correspond-
ing to two simultaneously excited atoms to the model
that differs basically from our description.

The obtained Hamiltonian allows to model the dipole-
dipole interaction between atoms or molecules, includ-
ing the atomic (molecular) interaction with the radia-
tion bath, and to build the microscopic kinetic equations
for density matrix elements of the system in a straight-
forward manner. The more cumbersome approach in-
volving the Green function method (as in [10] - [14])
does not allow one to formulate the kinetic equations in
terms of the density matrix describing the probability
distribution of states of a system.

The Hamiltonian derived in the present paper con-
tains only field operators at the initial time moment and
the atomic (molecular) operators in the Heisenberg rep-
resentation and does not possess the near fields inversely
proportional to the first and second powers of the dis-
tance between any pair of particles. The described “short
time scale” limit of the Hamiltonian has a dependence
inversely proportional to the cube of the distance be-
tween atomic pairs and clarifies the collective character
of certain radiative effects, including the radiation trap-

ping.

APPENDIX

Here, we show how the introduced integrals (15), (16), and (17)
were calculated.

wnr
Iy (r,t—t) = / dw sin (Tw) e iw(t=t) =
0

_iWSin [LUM (T - (t — t’))} ; sin [wM (7- + (t _ tl))]

1
_5{ w(r—(t—1)) Tra—t)
1—cosfwy (7 —(t—t')] 1—cos[war (T4 (t—¢"))] |
* T—(t—t) * T+ (t—1t) } @1
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and
I (r,t—t) = dwwcos (tw) e~ () =
/
_ E{WM sin [wnr (7 — (6 — )] | sinfwar (1 — (¢ 1))]
2 m(r—(t—1t)) (r—(t—1t))>2
Crwnr 1 —cos[wn (T — (t—1t"))] war cos [wpyr (T — (¢ —t))] n
nwy (T — (t—1))2 i(r—(t—1t))

trwag sin [wag (1 4+ (¢t —t))] isin [wm (T+(E-t))]
™ (T4 (t—t)) (r+(t—1t))?

s 1 —cosfwnp (T+ (¢ —t))] Wi
mwpr (7 + (¢ — t'))2

)

cos [was (T + (t—t’))]}
i(r+ (t—t)
(28)

and the integral

I (r,t—t) = dww? sin (Tw) e—iw(t=t) =

c\gs

2\M | Sty | it a—t)
e—iwnt(r+(t=1"))

C(i(r+ (tt')))z}

e—iwnt (rH(t—t'))

(i (r+(t—t'>))3] -

; { ) {eww—(t—t'» e—in(r+<t—t'>>]_

giont(r=(1-1"))
G0N

giont(r—(e-¢))
[(i (r——t))°

—2(4)M |:

(29)

1 1
-2 T |t
(@ (r—(t—=1))*  ((r+(t—t))° }
The last expression can be rewritten in terms corresponding to the
delta-functional sequences, by using the formula

sinfwpr (T ()] 1 d? (sinfwy (T — (t —t"))]
(r—(t—t))° 2{dt’2< T—(t—1) >+

o sinfwpr (7 — (¢ —t))] cos [war (T — (t—=1t"))] )
+Twiy wlr=(t=1)) + 2wy ('r—(t—t’))2 }: (30)
so that,

L (r,t—t) = dww? sin (Tw) e iw(t=t) =
/

_ 1 o’ sin [war (7 — (£ —t))] o osinfwy (T — (8 —¢))]
- Zi{ UMy M T e
| d? (sinfwp (1 — (t —t))] o sinfwas (7 — (t —¢'))]

{ de’? ( w(r—(t 1) )+ M-y

5 coswpr (7 — (t—t'))]

cos [war (1 — (¢ —t'))] .
M e ) } B )
cos [war (7= (¢ —t"))]
+2wM (T*(tft’))z -
. 1 1 —coswn (T — (t—1t"))]
—2imwn [T—(t—t’) nwy (7 — (t—t'))? ] B
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sin [was (7 + (£ —t'))]
(rt (=)
o sinfwpr (74 (¢ —1¢1))]

W2 sin [was (7 + (£ —t'))]
Mk G P)

+ 2iwps

d? (sinfwy (7 + (t—1"))]
+ ”dt'2< T (r+(t— 1)) )* CMTT G (E— 1)
2w cos [was (T + (t —t'))] il cos [war (T + (¢ —t'))]

M ) M 1)
oy, SOl (T (= )]

(r+ (1))

. 1 1 —coswnr (T + (¢ —t"))]

—2iTwps |:T+(t7t’) rwar (T+(t—t’))2 :|} (31)

As is now obvious, the terms non-integrable over the time,
cos[wM(‘ri(t—t’))}

(=) , cancel one another.

. gl
functional sequences w, each having its corre-

sponding pair with opposite sign, cancel each other.

We now are ready to complete the calculation of the integral
over the time in Hamiltonian (12). We present the delta-functional
sequences under the time integral in the “large” (physically) fre-
quency limit (formally wp; — o0) through the corresponding delta-
functions:
sin [war (7 £ (¢ —t))]

In addition, two delta-

m(r+(t—t)) oo ), (32)
1 — cos [war (T £ (t — t'))] '

PR T -8 —(t£n), (33)
and
d? sin[wM (Tﬂ:(t—t’))} d? '
e B T - mJ(t —(t£7)). (34)

In addition, we take into account that the integration of the prod-
uct of an odd function and an even function in the sense of princi-
pal value gives zero in our case. As one can see, the sign-changing
functions are odd relative to the point # = ¢ — 7 in the above
expressions for integrals (27), (28), and (31) with ¢ > 7, where
rij is the time for light to pass the distance between the two
atoms 7 and j. Furthermore, if a singular point is outside the re-
gion of integration, the integral value can be disregarded due to the
“very fast” oscillating integrand and the above-limited norm for the
time-dependent atomic operators |a)(c|; (t) and |8)(8'|; (') with
a quite slowly changing functions f(¢') = f (8% o (&), rij (1))
during the time interval t. We suppose that the atomic positions
change negligibly for the time interval equal to the minimum pe-
riod —2"—. Such situations arise, for example, for the integrals like

w

the folrlre);’;ing ones:

T =

F 1= cos[war (7 £ (E— t'))]

Do o “ mwp (£ (t—t))? 2 =0 (%)
. [ oo (T (E—t))] .,
Jm P [di ot (r £ (7)) @ (t') =0, (36)
and
. [ sinfo (rE(E— )],
wl\bugw’P dt L) @ (t') =0, (37)

where P stands for the principal value of the integral, and the
symbol & (t') is instead of f (t') |a)(a'[; (¢) |B)(B']; (¢').
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As a result, we can use the following formulas:

-
Io (ﬁ,t—t’) -
C

CEE- )R
n(Me-v) o, (39)
and, finally,

I (%,t—t’) -

o () T ()
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OTPUMAHHSA MOJEJIBHOI'O TAMIJIBTOHIAHA
T'PAHUIII “KOPOTKUX YACOBUX IHTEPBAJIIB”

A.C. Ciocyx, C.M. €sncos
Pezwome

JocutiizkeHO raMiibTOHIaH, KU ONKUCY€E HEPEJIATUBICTCHKY CHCTE-
My N 4acTHHOK (2TOMIB YK MOJIEKYI), IO B3AE€MOZAIIOTH i3 KBAHTO-
BaHUM €JIEKTPOMArHiTHUM MoJieM. [IoKa3aHo, 110 KaHOHIYHE Iepe-
TBOPEHHSI TAKOrO IaMijIbTOHIaHA, SKe 3aJIUIIAE y IIOYATKOBUN MO-
MEHT YacCy JIHIIEe OIIEPATOPH IOJIs, AJIs AOCTATHHO KOPOTKHUX IIPO-
MiXKiB 4aCy He reHepy€ moJisi, 0 06ePHEHO MPOIOPILifiHe MepuIo-
MYy i ADYroMy CTYIIEHIO BiZICTaHeH MiXK YaCTHHKAMH, a TAKOXK pO3-
KPHBA€ IEBHI KOJIEKTHBHI e(eKTH, BKIIIOYAIYN 3aXOILICHHS €Jie-
KTpOMaFHiTHOFO I10JIA CUCTEMOIK YaCTHHOK.
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