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A new method is proposed which involves a canonical transformation leading to the nonsecular
part of time-independent perturbation calculus. The method is used to derive expressions for effec-
tive Shen-Walls Hamiltonians which, taken in the two-level approximation and on the inclusion of
non-Hamiltonian terms into the dynamics of the system, lead to generalized Maxwell-Bloch equa-
tions. The rotating-wave approximation is written anew within the framework of our formalism.

I. INTRODUCTION

There are several ways in which an effective Hamiltoni-
an can be defined. Accordingly, at the outset we must
clearly state what meaning we shall be ascribing to the
word. Here are some examples of its various connota-
tions.

Consider a Hamiltonian in the form

H=HO+Hint ’

where (1)

n
Ho=3Y, wala; ,
i=1
,

k k
Hyp=Aa; ' -a,"a, N a,"+H.c.

It is applied in quantum optics in the description of the n
modes of a field interacting under conditions of general-
ized resonance:

kioy+ -+ +hmOm =Km 1 10m 41+ +hpo, . (2)

Note that this Hamiltonian is characterized by the fact
that the interaction H;, leads to transition within the en-
ergy shells of the free Hamiltonian H,. This is ensured by
the condition (2).

Another case is that of generalization of the well-known
Dicke Hamiltonian in the rotating-wave approximation to
k-photon resonance:

H=HO+Hint ’
where (3)
Ho=eS;+wa'a, Hyp=A*a™S~+Aa*S+, e=kow .

Here also, interaction leads to transitions within the ener-
gy shells of the free (noninteractive) part only.

Hamiltonians of the forms (1) and (3) are attributed to
Shen and Walls' and are referred to as effective Hamil-
tonians. Notwithstanding that the authors who took
recourse to these Hamiltonians are truly innumerable, ow-
ing to the great advantages they present in practice, the
procedure of their derivation has hardly been given the at-
tention which it merits.

Formally similar “resonance” Hamiltonians have been
applied by Senitzky,? albeit in the context of the interac-
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tion of a system of harmonic oscillators and the radiation
field. The relationship between his resonance and our “ef-
fective” Hamiltonians will be the subject of a separate pa-
per.

Consider a Hamiltonian, given as the sum of a free
(noninteractive) part & and the interactive part %,

H=Ho+H int - (4)

In this paper we shall be using the words “effective Ham-
iltonian” to denote the Hamiltonian arising from # on
application of the canonical transformation, diagonalizing
2 with respect to the energy shells of the free (nonin-
teractive) part . We show that Hamiltonians of the
types (1) and (3) are encompassed by the above definition
and can be derived from standard forms of Hamiltonians
describing mutually interacting matter and radiation by
applying a time-independent canonical transformation. In
the course of our proof we shall derive a form of perturba-
tion calculus particularly well adapted to problems in
which the spectrum of the initial operator presents a high
degree of degeneracy.

The structure of our paper is as follows. In Sec. IT we
derive the necessary canonical transformation, equivalent
to diagonalization of the initial Hamiltonian with respect
to the energy shells of the free part, i.e.,, the canonical
transformation equivalent to the nonsecular part of per-
turbation calculus. In Sec. III we make more concrete the
physical assumptions regarding the systems under con-
sideration. The next step in the derivation, in Sec. IV,
consists in finding effective Hamiltonians for the material
system interacting with the radiation field. Finally, in
Sec. V, these Hamiltonians are given in the two-level ap-
proximation of the material system; in particular, for
cases of multiphoton resonances. They are then applied to
a discussion of the generalized Dicke super-radiant state.
Section VI gives generalized Maxwell-Bloch equations as
well as a discussion of the realization of the rotating-wave
approximation within the framework of the formalism ap-
plied by us.

The method we propose for deriving the effective Ham-
iltonians has some rather loose connections with the work
of other authors. The idea itself is similar to that of
Heitler,> who uses the interaction picture, in his form of
perturbation calculus. There are, as well, certain connec-
tions with the ideas put forward by Michels and Suttorp*
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in a number of papers concerning degenerate perturbation
calculus, where stress is laid on the use of field-theory
methods; since they deal with time-dependent perturbation
calculus, they too apply the interaction picture.

By using effective Hamiltonians in the two-level ap-
proximation it is relatively easy to derive Maxwell-Bloch
equations, generalized for nonlinear processes. In the case
of the classical field, one can go over to Bloch equations
for multiphoton processes along the path opened by the
work of Grischkowsky, Loy, and Liao,’ and expanded by
Nayfeh and Nayfeh® and by Friedmann and Wilson-
Gordon.’

We should also mention the approach of Rosenberg,®
which is an extension of scattering theory and which takes
recourse to the resolvent operator.

II. CANONICAL-TRANSFORMATION
FORMALISM

We consider a Hermitian operator of the form

H€)=H o+ 1+€H )+ = 3 " Hp, ()
m =0
where € is the perturbation parameter (€ <<1). Assume
X, to have a discrete (and, in general, degenerate) spec-
trum and the solution of its eigenvalue problem

(YO_EOI') |i,a)=0 (6)

to be known. The coefficient a labels states belonging to
the subspace L;, corresponding to the eigenvalue Ey; (if
# denotes a Hamiltonian, L; is an energy shell). The
states |i,a) form an orthonormal basis in the Hilbert
space in which the operators #°,, act:

(i,a lj’B)zSUSaﬂ’ 2 Il,a)(l,a| =I . (7)

In other words, we have assumed the following spectral
distribution of the operator #:

H o= zEOiPi , (8)

where the projector operators P; are expressed by the for-
mulas

Pi=3 |ia)ia| . 9

Henceforth (unless specified otherwise) the term
(non)diagonality will be used in the meaning of
(non)diagonality with respect to the subspaces L;. We
shall be applying the following superscripts to denote the
operation of taking the diagonal and nondiagonal parts:

o4 =73 pop, o™= PoP;, (10)
i ij

respectively, where O is an arbitrary operator. The prime
on the summation symbol in the preceding formula stands
for summation over i4j. Also, we shall often be applying
an energy-weighted operation (of taking the nondiagonal
part) defined as follows:

oEl= 2'(E0,—on)""P,~OPj

l’]

(11)
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(which is the same as the “dash operation” denoted by a
long overbar in previous work). Moreover, some readily
proved relations will be helpful later on. For arbitrary
operators X and Y the following formulas hold:

X =(xirylr)ld 4 yldyld)

(xY)r =(xnlylnlinl | ylnlyldl 4 yldlyln}
(x[mENd} — (xld])(mE) 0

—(xmEYT
(xmE}ylinl)(nE} | (yxln]y(mE})(nE]

(XT)[n,E]=
=(X{nEly(mE})ln} (12)

(xYld))inE) _ x(nE}yld}

(x4 y)nE) _ x(d)y(nE}

(xnEly)ld) 4 (xy(®Elyldl —q |

[#o0 X119 =0, [HFoX]mE)=x!n),

The canonical transformation, diagonalizing the operator
#€), is quite easy to perform, i.e., a unitary operator
% (€) can be defined such that the operator

F(e)y=2e)x e () (13)

shall be diagonal (only with respect to linear subspaces
L,')Z

Fe)=x")e) . (14)

The meaning of this procedure is obvious. We have here a
perturbation-calculus procedure conceived in the spirit of
the canonical transformation method proposed by Heitler®
(cf. also Ref. 9). To achieve this aim, it suffices to choose
% (¢€) in the following form:

(€)= lim Z™(e) , (15)
n— oo
where
-1
A e)me e T Hnm1 L (g (16)
The operators X,X5, . . . , X, - . . are anti-Hermitian:
X=—x, . 17

Since we are interested in diagonalizing 5#°(€) with respect
to the linear subspaces L; only, these operators can be as-

sumed to be nondiagonal without loss of generality:
d
x9=o. (18)

Obviously, the condition of unitarity of the operator
% (€),

2e)z e =2 e)w(e)=1,

is satisfied automatically. Moreover, ¥ (€), and likewise
#(€), can be expressed in the form of a series:

xe=3S e, .

n=0

(19)

(20



28 EFFECTIVE HAMILTONIANS, TWO-LEVEL SYSTEMS, AND . ..

We now proceed to determine the explicit form of the
operators % ,,. To this aim, it is useful to transform (13)
to the equivalent form:

K(e)U (€)= (e)¥(e) . (21

On equating the term at identical powers of the perturba-
tion parameter € we obtain the formula

m
2(.2/,,,_1@,—-@12/,,,_1)=0, m=0,1,2,... (22)
1=0

where the operators %, are defined as the expansion coef-
ficients of % (€) in powers of ¢,

Ue)= 3 " Up (23)
m=0
and are given by the expressions
%=1,
XU XM xprx
%= o , I>1.
my,m,, ..., m; >0 mt my_! m,! m,!
1
2 km; =
k=1
(24)

The summation is taken over all sets of / non-negative in-
tegers my,m,,ms, . . ., my, fulfilling the condition

I
> kmp=m+2my+3ms+ - +Im;=I . (25)
k=1

The successive operators %, can be obtained by apply-
ing a simple recurrence relation. Let & denote the opera-
tion of ordering the products of operators X,, by writing
them from left to right in the order of decreasing indices

m: -1

UZi=Xi+ > m/DD Xy i_m) .
m=1
A proof of this equality and of the formulas for %, at
I <5 is given in the Appendix.
Let us now return to Eq. (22). For m=0, it simply
gives ¥ o=2,. Hence, for m > 1 we have

(26)

m—1
'Z/‘m'*‘[%o»@m]: 2 (@I%m—l—ym—l%l)+%m .
=1
27

The procedure applied by us is visualized graphically in
Fig. 1. Let us assume ¥, %, ...,% m_; and
X, ..., Um—1 as known. By assumption, %, is
diagonal. On taking the diagonal parts of both terms of
Eq. (27) and applying the relations (12), we determine the
operator % ,, from the following formula:

m—1
Hm= 3 W 2MH, DD+ 278,
=1

—xld u Nyl (28)

Next, taking the energy-weighted nondiagonal part of the
right- and left-hand sides of Eq. (27), we calculate the
nondiagonal part of % ,:
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FIG. 1. Iterational scheme for the calculation of operators
H pp and U,,.

m—1
w0 =3 WU Hp_p"E 4 |4 0 E)
I=1
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We still have to determine the diagonal part of the opera-
tor %,. To this aim, it suffices to invert the relations
(26), ie, to write the X,’s as functions of
U\ %%, ..., %, and to apply the operation of tak-
inF the diagonal part, keeping in mind the assumption
Xm‘” =0 [Eq. (18)]. We thus obtain expressions for the di-
agonal part of the operators %, in the following form:

2\ =0,

2 =1@h,

2\ =(2,2 )\ - Lz

2 =232 ) 4 L @D _ 3 (g, 2))
— (i) ¢ L) (30)

and so forth. For higher and higher orders of the expan-
sions of %" (€) and % (€), we have

.Z’]=Z”{‘” ’
(31a)
@l=@{n}=zp{n,lz‘} ,
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‘%-zz(%{ln,E]%l)[dl_’_ﬁp&d] R

2P =(F\ME g, (nE) _ AD) (p\mEN)(nE) | gpinE)

@gdl = %(yi",Ely{n,El NG
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(31b)

.z/3=[(ynglzﬁl)ln,E}yl][dl + %(;fg"v‘fl%g"ﬁl )ldlygdl + %%241(%?,51%?,51 )}

+(E ) 4 (A Elar ) oY
.W4= {[(%IIH,E}%I)In,E]%l]{n,Elgpl}idl

(31c)

+[(%£n,E]Zpl)[n,E]Zpsn,E]][d]ygd] —%gdl[%gn’El(y‘pl%g"'El ){n,E]]{d}
_ %(%gn,E}%[ln,E}ngn,El)[d]%{ld] + %%gd](z/gn,E]Zp[In,Elysn,E} )(d]

+ LHHAE L)) ) (g E) gL d) L (g E) g E ) (g, g E ) 1)

+ DBV BN EN ) AL [ e EL g 1) [ B ey Ve 1)
+[(%%n,E]%1)[n,E}%2][d}+%ﬁplzd](ygn,E]%{ln,E])[d]+%(”£n,E}%£n,El)[d]%£d}
+(IARE AR EN A gAAd) | g D (AR E AR EN ) (M ) ) (B o)1)

,E \E}\(d d
+(Z’£" l;fg" i ]+Zx)‘{‘l,

(31d)

where Egs. (31a), (31b), (31c), and (31d) refer to orders 1, 2, 3, and 4, respectively. Obviously, our chief aim is to 'obtain
expressions for the % ,,’s. The %,,’s are but supplementary. However, for the sake of clarity we preferred to give the

expressions for the % ,,’s as well, for m <2.

From the practical viewpoint, the most common case is when #7(¢) is a linear function of e:

€)=Ky +eV , (32)
ie., ¥\=2", %= =+ =0. The following formulas now hold:

=14 (33a)

X,=(rmEly)ldl (33b)

.z/3=[(7-ln,E]y)[n,E]y]{d]+%(y{n,E]V[n,E])[d]y[d]+%yid](y["vE]V{"vE])[d} , (33c¢)

Hy={[(F BBV )inEl g (nEl gy (4] o (- (nE) ) inE) pinE)Yid) pold) _ pld)] (B (g (nE))(nE] 1)
+%V{dl(y/'{n,E}y/'{n,E}y/lmEl)(dl_%(y[n'Elyf{n,Ely/lmE!)idlyldl+%(V{n»EIV)(dl(y/{",Ely/lmE})[dl
_%(y{n,E]V[n,E])[d](Vy{n,E])[d]+y{d][y[n,E}(V[n,E}){n,E]][d]V[d} , (33d)

etc. This case, with the additional assumption of
77141 =0, has been described by Heitler® with accuracy up
to terms of order 4 and applying the interaction picture.

Having derived the formula of the canonical transfor-
mation we no longer need to write € explicitly. We just
assume €™ as included into the 5, % ,,, and %,,,
respectively. This is equivalent to the current procedure
of inserting a perturbation parameter equal to unity.

The advantage of the method proposed above resides in
its far-reaching algebraic manipulation and simplification
compared to standard perturbation calculus and, more-
over, in its applicability in cases of high degeneracy of the
spectrum of the initial unperturbed operator #%. Its
range of applicability is, in fact, much wider than it might
appear at first sight. Its extension to the case of a con-
tinuous spectrum of 5 reduces to modifying the defini-
tion of the operations of taking the diagonal part and of
taking the energy-weighted nondiagonal part. In brief, di-
agonalization will take place with accuracy up to some in-
terval and, instead of sums, integrals or their principal
values will appear. The use of the Heisenberg picture is

r

by no means required; just as well, recourse can be taken
to, e.g., the interaction picture. Again, the form of Eq.
(31) remains unchanged; only the definition of the opera-
tion of taking the energy-weighted nondiagonal part un-
dergoes a modification (an integral over time will appear
therein).

In the absence of degeneracy, Eq. (31) leads directly to
the usual formulas of nondegenerate perturbation calculus
for the successive corrections to the energy eigenvalues.
We have

Ei= 3 E", EM=(i|H,|i)=(F )i - (34)
n=0
In particular, by (31) we immediately get
E®=E , (35a)
EN=(#; » (35b)
(1)i()i
Ei(2)= 2’ "'Li'*‘(%z)ﬁ ’ (35¢)

7  Eou—Ey
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() j(yl)k(%l)kl

E(3) 2 2

(Eoi —Eoj)(Egi—Eok)
#1)i(1)ji )i 1)
_(%l)ﬁz' ( 1)_,( 1); 2,( 2)1( 1)1
;7 (Eoi—Ey)) 7 Eou—Ey
, (Z’Q,’j(ﬁfz)ﬁ
% Fo—Eo +(HFDi (35d)

etc. The primes denote omission of the index i in the
sums.

Finally, as an example, we shall consider nondegenerate
perturbation calculus as applied to a Hamiltonian of the
form

H=Ho+7, ¥o=€S3, V'=MST+S7), (36)

where S;,5* are spin operators, fulfilling the usual com-
mutation rules

[S*,51=2S;, [S3,5%]=%S*. (37)
By applying the unitary operator defined as
% =exp[sp(ST—S7)], (38)

where the parameter @ is expressed in conformity with the
relations

€ . 2A

sing ENDTOYZ

— o, sinp= (39)
(E+407)'7 (

cosp=
we diagonalize & [(Ref. 36)] with respect to the energy
shells of the operator ¥, strictly:

X =Y =(E+41)72S; . (40)

We now proceed to apply the canonical transformation
proposed by us. Taking recourse to

(sS4 =5, (SH)™S)", (41)
1 my @ —yn
—(S$*)™S )
[(s+ym(s—yinE) = | (m —ne
for ms£n (42)
0 for m=n
we obtain
K\ =K 3=F =+ =0,
1TSS , \ (43)
K o=€S3, -7/2=2k_53, -2'/4——2:3_33 )
etc., i.e.,
2 4
€ 53

This result is in complete agreement with the strict result
(40) since the expression in parentheses is a series expan-
sion of (e2+4A2)!”2. In the following sections we show
how the results obtained above can be used to derive the
so-called effective Hamiltonians, which are widely applied
in quantum optics.
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III. MODEL

Basically, we shall be dealing with a system of electrons
at interaction with a radiation field described in terms of a
vector potential A. The Hamiltonian of the system can be
assumed in the form

H = zfq-f-%cou]-{-fmd. (45)
q
Its components have the following meaning:
1. 2o -
%q=;n—[pq—eA( X)) +ep(X,) (46)

is the nonrelativistic Hamiltonian of the gth electron mov-
ing in an external radiation field and a scalar potential @.
Hcou Tefers to the electrostatic interaction of electrons
and takes the form
Heow=1 > e4meg|Xq —
q9,:.9;

%, )7, 47)

where the prime means that summation is carried over all
41,92, With g;5¢,. From the point of view of our present
aims, # oy is a redundant complication and we shall be
omitting it throughout. In fact, in many cases of practical
significance the assumption that the electrons interact by
way of the radiation field and the omission of direct
Coulomb interaction is fully justified. It should be stated
that this simplification involves no restriction on the gen-
erality of the method but is aimed at enhancing the clarity
of our presentation. Finally, #,4 is the Hamiltonian of
the source-free field of radiation;

Hua=1 [,dx(ED+BH), (48)
where the fields E and B are given in terms of potential as
follows:

B=VxA, BE=_94A (49)
at
whence
)2
A = >
Ha=1 [, d% €| =5 | +u '<va>2| (50)

We now write & in a form more adequate to our fur-
ther considerations:

K=K g+, +3 , (51)

where the “unperturbed part” #° has form of the sum

1 ., -
——pg—{-e(p(xq)

#o= 2m

%el+%radr %el= 2
q

(52)

The terms #°, and #°, are expressions, respectively, of the
first and second order in the electron charge e:

%:_ZLE[—I;,,K(xq)JrK(iq)ﬁq], (53)
m g

82 e
Hy=—— Xx,) .
2= zq AxZ,) (54)
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The above model is of rather high generality. By an ap-
propriate choice of the potential ¢ it can be fitted to the
description of various real physical systems, such as the
solid (when @ is the spatially periodic crystal lattice poten-
tial; the lattice vibrations can be included into the descrip-
tion quite easily). The Hamiltonian of the electrons of an
atom, written in a coordinate system attached to the nu-
cleus, is of the same form. Sometimes, one considers
quantum structures moving—without colliding—as a
whole according to the rules of classical mechanics. Then
one only needs to add to X, a given vector function of the
time 9 Gq(t) The Doppler effect, which has various
&ssentlal implications, i.a., for mhomogeneous line
broadenmg, may be included by putting 6 d()=Tg+V,t,
with T, the positions and V, the velocmes at the 1mt1al
moment of time t=0. The atoms are also assumed to
move uniformly, rectilinearly and without colliding. Set-
ting V, =0, one hence obtains a Hamiltonian for the case
of stationary atoms well adapted to the description of ad-
mixtures in solids.

Our further considerations will be based on the second
quantization formalism. The vector potential of the fields
is given as follows:

A= 3 2eqw,) WX )a+T*(Xa)] . (55)
K

The aI,aK are the usual boson operators of creation and

annihilation of a mode, denoted by «, comprising the com-

plete set of mode indices:

(20,85 1=8, [awac]=[al,al]=0. (56)

As usual, the functions U,(X) form an orthonormal set of
mode functions chosen in accordance with the volume ¥V
in which the field is to be quantized:

de3x

Since we apply the Coulomb gauge, it is obvious that
divu,(X)=0. The Hamiltonian of the free radiation field
now becomes

U p(X)UL(X) =8y - (57)

H rad= zwnazax (58)
K

(the field energy is counted starting from the vacuum

value). For the sake of convenience, we shall sometimes
be using an index a equal to “ + ” or “—” and the nota-
tion
« aI, a=+
a, =
*= o, am— (59a)
2%
o U, (X), a=+
i4X)={ " (59b)

With this notation, e.g., the vector potential (55) assumes
the form

—

ARR) =3 2ew,) U HX)ag (60)
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Let |u) be the uth eigenstate of the one-electron Ham-
iltonian:

Li>’2+e<p(i) |u)=E, |pn) (61)

2m

with p denoting collectively the set of quantum numbers
characterizing the electron. When dealing with a system
of atoms u will always be meant to include the number g,
labeling the atom (each atom is understood to have but
one electron). In some cases we shall separate g from u,
thus leaving p to describe the remaining quantum num-
bers only; then, we shall write g in place of the single u.

Let b;,b,‘ denote creation and annihilation operators of
an electron in its uth state. They fulfill the usual an-
ticommutation rules

[Bb i ]y =84 [bubyli=[b5.b]1,=0.

The Hamiltonian of mutually noninteracting electrons
now takes the form

(62)

Hog= zprLby (63)
p

Hence,

o= oalac+ SEblb, (64)
x 7

As for the terms 57 and 5, of the Hamiltonian, they be-
come

=33 v " la%lb, , (65)
a,K p,v
QK K, "1 a,
=3 33 v ay, bi b (66)

g,k ay, Kk, 1, v

The constants occurring in the preceding formulas have
the explicit form

ak 172 =
v ——_(26()60K)_ (u|B-ug|v), (67)
Q1K 10K, e a _,
v | e o) R T2 )
(68)

When writing their products we shall be omitting the ma-
trix brackets and separating the indices by commas.

The eigenstates of the operator 77, are tensor products
of eigenstates of the operators 5,4 and 7, and are writ-
ten as follows:

S T- Y BUR S (69)

where n, is the number of photons of the mode x and m,,
the number of electrons in the uth state. The eigenvalue
corresponding to this function is equal to

S onc+ X Em, . (70)
K A

For a system of N one-electron atoms the eigenstates are
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of the form to the situation as generalized resonance of rth order. We
identify the order of the resonance with the number of
[ ool )@ [1)g 1@ (1) g=2® -~ @ [p)gon photon frequencies occurring in A(2). In this meaning,
(71)  e.g., the Raman effect, for which a relation of the form
x, — 0y, +©,,=0 is fulfilled, is a generalized resonance of
where order 2.
[m)g=1...omyu=1,...). (72) The operator &/ given by formula (76) is diagonal if
o ) and only if A(«/)=0. Hence, the result of the operation
The respective eigenvalue is of extracting the diagonal part takes the simple form
S ot 3 Eugmyg - 3 i1 {d if A()=0
X "9 A= (79)

Hence, one notes that the spectrum of the “free” Hamil-
tonian & is, in general, highly degenerate. Thus, e.g., if,
for two electron states p and v, the condition of photon
resonance

E,—E,=po, (74)

is fulfilled, the states of the system as a whole with quan-
tum numbers n, +p,m, =0, m,=1 and nem,=1,m,=0
correspond to the same eigenvalue (70). Similarly, for a
system of atoms, if the condition

Epg—E=po, (75)

is fulfilled, the states n, +p,mue=0, m,=1 and
ReMyue=1, m,,=0 correspond to the same energy (73).
Considering that the equality (75) can hold for a very
great number of atoms and even (as it is in the case of
homogeneous line broadening) for all the atoms, one readi-
ly imagines the order of degeneracy involved. Hence, in-
stead of standard perturbation calculus, it is better to have
recourse to the canonical-transformation method proposed
in Sec. IL

As a result of the explicit form of #°, and #°, we shall
deal only with operators of the form

A=agal - alblb,blb, - blb, . (76)

For each operator of the preceding form, we define a
number

)‘('M)Ealwxl+a2a)x2+ Tt +a’w“’r

touy oy, + e +wy,y, (77)

which defines the balance of frequencies, related with the

operators occurring in /. We have made use of the nota-
tion

ouw=E,—E, . (78)

If the equality A(.2/)=0 is fulfilled we shall be referring

|

Q1K1,A2KyA3K3
aw; | agras, |19
1 3 H1V1,U2V,
v V-
Hivy K22 10+ 0y,

0 otherwise

0 if A(a/)5£0.

The other (energy-weighted) operation is also easy to per-
form. One notes that

0 if A(«)=0

ANt if Aa)£0. (80)

Zmol — l

Thus, e.g.,
0 if oy —wy,+,,=0
t t
t t , aca,b,b,
(analzb#bv)lnaﬂ= —
wx,‘—wx2+wuv
if Wy, — O, + @0, 70 .

If a given operator is a linear combination of operators
i, i €1, each of which is of the form (76), we have

[Za.-d;]“"=2a:d!‘”=2a§‘”d; ) (81)

i i i

[Bati)"=Saa "= Sarlats, @2
i i i

where the new coefficients of the linear combinations are
defined by the equalities

a; if Maf;)=0

7= 10 if Awt,)£0 (83)
and
0 if Alar;)=0
o= [A—‘w,- i if AMal)0 . ®4)

This is a very simple and, at the same time, very impor-
tant result. Application of the operations represented by
superscripts {d} and {n,»} to operators of the form (76)
reduces to transformations of the coefficients at these
operators. For simplicity, we use the same symbols to
denote both transformations. For example, we have

NV a0 7o if awg+w,,+#0 and Q1@+ Q0+ 0y Vi + @y v, =0
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and

0 if aw,+wu,=0

(n0} 1{ne)
K _ ak
i pv .
3 otherwise .
(o +ap,)

As we shall often require Wick’s theorem in the course
of the later sections of this paper, we introduce the set of
double dots “: :” to denote the operation of normal order-
ing as well as pairs of superscript dots, double dots, etc.,

(a::)'(a::)'= ‘8"1"2 if ay=— and a,=+

0 otherwise (85)
) if aj=— and a,=+

(b)) b2y = { 2 = i (86)
0 otherwise ,

to denote contractions. If there is but one electron in the
system,

Sblb.=1, (87
"
Wick’s theorem leads immediately to the equality
t t coopt
bl“lbvlbI‘vaZ b“mbvm
=8"1I»‘28"zl~‘3 o 8Vm—1ﬂmbL1me (88)

Hence, in the case of many (one-electron) atoms we have,
for arbitrary g, the following relation:

t i oot
bl-‘lqb"lqbl‘qu"zq bﬂmqb"mq
t
=8vuBupss " By, buigbyng - )
]
d
. K, {d}
Kx,,pv uv ’
no d
aey K, { la2K2 {d}
lexz,pv_ 2 Iy v s
{no {n® {d}
Ka'a2a3 _ a ki " ]asz " ]a3x3
K KR35 Y % uA Ap pv
K, {n,0} Ky {n,0} |{d} a5 {d}
T2 [wa Ap pv| ¥
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In this way, we have prepared the terrain for deriving the
effective Hamiltonians. This will be the subject of Sec.
Iv.

IV. EFFECTIVE HAMILTONIANS

Here, we shall derive effective Hamiltonians for a
variety of situations—including one and many
electrons—omitting as well as taking into account the
term in A? in the interaction Hamiltonian. The results
are applicable, e.g., to the description of the one-electron
atom, a system of stationary atoms, and electrons in a
solid. In accordance with a statement in Sec. III, the ex-
tension to atoms in motion is straightforward. We start
from the simplest case.

One electron; A 2_type interaction omitted. Since there is
but one electron, the equality (88) holds. We perform the
canonical transformation. Omitting the A ?-type interac-
tion, we are justified in applying formulas (33). We obtain

K= Hom> (90)
m=0
where

K o= oalac+ 3 E,blb, 1)

3 ®
aa,"" " am

Hm= 3 Skim,
a,a,, ..., a,, 1,V
Kl,Kz ..... Km

al llz a
Xaglal - a"blb,, m>1.

92)
With regard to formulas (33) we have

(93a)

(93b)
| e {d} K, (n,0} sk {n,0} (dl] 30
2 | pA Ap pv ’ ©
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a1a2a3a4
K KyK3Ky, 1V
, , , , ) ) d
ak, ["wlasz {'Hﬂla3K3 {n m}a4K4 {d} K, l"mlazK’z (no} ks (mo} |{d} ks {d}
= l%ﬂ HA Ap pT v + uA Ap pT TV
a, {d} gk, (ne} asks [aks (no}{ne} {d] | e {d} ok, (mo} s {n,a} {n,0} ({d}
uA Ap pm | mv T3 | pA Ap p TV
1| feer (o} gk, L s (o} {d} ks {d} 1| fewer [’Mﬂlasz {d} e (n.0} ks {ne} {d]
R Ap pm mv | T2 |pA Ao pm m™v
1| e {no} g, (no} |{d} ass [k, (no} |(d}
EERETS Ap pm | v
aK, {d) ok, (n,a} s (no} ]{no)(d] ks {d} ©3d)
* | pa Ap pT v ’

and so forth. These formulas make apparent the advan-
tages to be drawn from the method proposed in this work.

] ) i a5 - a
The expressions for the numerical coefficients K, ... " .,

result, as it were, automatically from the general formulas

a _ '
(33). Moreover, K K:' .. K:, w0 only if the generalized
resonance condition

alwx3+ e +amwxm +CD’W=0 (94)

is fulfilled. Hence, on transformation, the Hamiltonian
contains only such terms as to fulfill the energy conserva-
tion principle (meaning that they admit only of transitions
between states belonging to the same energy shell). In a
way, the result resembles that obtained when applying the
rotating-wave approximation, albeit with the significant
advantage of being strict. Approximations appear only
when some of the terms of the series (90) are omitted.

We wish to draw attention to the following fact. Each
Z m contains one term, describing transitions through vir-
tual electronic levels,
|

“ e {[(V)[n,w}y]{n,w]y}[n,m] . V)[n,w] | {d} ,

in which m 7~ operators appear in order of decreasing
level of nesting within braces, brackets, etc., and terms
describing compositions of generalized resonances, i.e.,
transitions through at least one real level. They are terms
having the form of a product of two or more diagonal

) o a ]
operators. The coefficients K xll. . K:»#V contain, summed

together, the contributions from the two types of transi-
tions.

The form (90) of the transformed Hamiltonian is still
not satisfactory. Identical effects are described by dif-
ferent terms; besides, the physical interpretation of the
latter is insufficiently clear. It is desirable to have a selec-
tion of the terms of % in conformity with the effects for
which they account. The difficulties vanish on perform-
ing normal ordering of the field operators (the electron
operators are already normally ordered). Through Wick’s
theorem we have

LI D D a Ve @By g%y g
a,, a," =a, a,:+ Z.a,l (a,) (a,(j) a":
iJj
i<j
LI . AU I U RO L, m.
+ X lay - (ay) (@) (ay,) (a,,) ae:
ikl
i<j<k<l
P! U T oy A LT P 3 LR . RO T
+iay () (a,j) (ay,) (ay,) a:
a Q.. a; ... Ueve By T 95)
+a,, (@) elag)t o (ag) (ay) a.n:]+ (
Moreover, the following formulas hold:
a ‘‘‘‘a a a m 1 .
D S P T S al gl
kv o= Ko covata - a
R ap " : " LITREE Ky, =0 nl(m —n)! Pz(Kpg.,Km) i K,,,ylMﬂK] K" Xn 41 Km (96)
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The symbol P,(k;, . .
TRy e vvs AnKny Any1Rnttr-- o> CAmKpy
+Kpy ooy +Kp, —Kp41y ooy~ Km
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., K,y ) stands for summation over all permutations of pairs of indices @,,k, of the form

Similar expressions are obtained for field-operator products involving 1, 2, 3, and more contractions. Products of the m
field operators appear in the expressions of order m +2k on performing k-fold contraction. We redefine the coupling
constants so that they shall comprise the higher-order contributions.

We introduce the following notation:

8E, = § K+ % (K ok Kokt +Kiadu) + 7 s 97)

where the ellipsis stands for terms of order 6 and higher, and

_r
nl(m —n)!

& -
1
X 3 Ky ... >
Pyxy, ... Ky,) A i,j
I<i<jsm+2

n p—
X2 =

where the last set of ellipsis stands for terms of order
m + 4 and higher, permitting the expression of the effec-
tive Hamiltonians in the general form:

=3 X, (99)
m=0
where
FHo=Soalac+ 3 (E,+8E,)blb, , (100)
x 1
m
.z/',;:E 2 ZX:|"'KM,I-‘V
n=0kK,...,K, Bv
Xall ... a:ua“n+| - axmb:;bv ,
m>1. (101)

Obviously, the coefficients X:‘...KW“V are symmetric in

the first n and remaining m-n photon indices. The prop-
erty

(X:l...,m,,w)‘ =X'T,,.—-""K1,w (102)
ensures Hermiticity of the #°5’s. In contradistinction to
the % ,,’s, the ¥ 5’s are not terms of the mth order in the
perturbation but contain corrections of higher orders. The
transition from the % ,,’s to the ¥ ’s corresponds to a
partial resummation of the series composing the Hamil-
tonian %" Clearly, the coupling constant Xy .... uv is

nonzero only if

W+ (103)

1 +(0Kn—(0,(" -

“ —w,‘m+w,w=0 .

Diagram representation. The results derived by us
above are well adapted to graphical representation using
graphical symbols of Table I. Moreover, a diagram lack-
ing one of the indices will be assumed to denote the sum
of diagrams over the lacking index. For example,

ﬁ‘_ ,_,a, "5._ +,~‘_ -
k"._:,li‘.~ Ejiziij_],'] i"m,/,w+ ’ (98)
-
AN J %
B 1N ¢ N v
< - -
8 d
x|
E% ph A @y a,byuby -

The terms % ,, of the Hamiltonian ¥ now take the
following form:

s e (104a)

E:*‘é}“ * @* (104b)
:

(104¢)

%

CreC Y+, (104d)

where the ellipsis stands for the remaining (2°—13=21
diagrams,
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TABLE 1. Graphical symbols.

Mathematical quantity

Graphical symbol

Verbal description

. t
creation by, ) .
electron annihilation | OPerators b, Mo, continuous line
Y . away from
directed towards o
. t
creation ax .
photon | . ilation | OPerators o, X, dashed line
x fi
e——_gX__ . away from
directed [ towards } o
electron contraction (b,,)’(b;)‘ R M, continuous line connecting
two dots
photon contraction (a,)* (a:)' —— X, dashed line connecting
two dots
E, M M dot in which two
continuous lines merge
Wy _x X dot in which two dashed
lines merge
ak )
v 1% dot in which two continuous
Al wu .
—— lines and one dashed
line merge
( )} Q thickly drawn cartouche
( )imal @ thinly drawn cartouche
m little circles, in each
cougling constant RN |*m  of which two continuous lines
e S a
x,lx; cee x':,yv .—Js_<_<ls-<- e b2 and one dashed line merge,
connected chainwise by dashed lines
4 u shaded rectangle, into
E,+6E, —+477ZZzzzzZZZx+—  which two (continuous)
electron lines merge
coupling constant . %0 X1 ¥m  shaded rectangle, into
X2 - kv M At 4  which two continuous lines
and m dashed lines merge
AA A A AA A A A A

- OEED

A A
G
A A

3503
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where the ellipsis stands for the remaining (2*—1)8=120
diagrams, and so forth. In the formulas for %'; and %",
we refrained, for the sake of conciseness, from plotting di-
agrams differing from those shown by the direction of at
least one photon line (21 and 120 diagrams, respectively).
Overlooking the internal structure of the diagrams, i.e.,
going over to a description in terms of the coupling con-

al . am .
stants K Ky K WE obtain

L. SCZANIECKI 28

A AR
]f3 DI SV Sl S S (105¢)

where the ellipsis stands for the remaining 7 diagrams,

o

|
x‘= Iy L I\ 4 + .-

, (105d)

where the ellipsis stands for the remaining 15 diagrams,

,r \Jr etc. In general, for arbitrary m > 1, we have
]{1 =<4 <« + b ¢, (1052) m photon lines
r A N\
roA R T 1
752= . : . ‘ Ko=—<d b ¢ . 4 4o, (106)
Y A vy ¥ where the ellipsis stands for the remaining (2™ —1) dia-
+ s 4 + <4 ’ grams. The final step of the preceding part of this section
consisted in the application of normal ordering of the field
(105b|) operators. Taking recourse to expressions of the form
M . H O _ MM * -—d——<—b-——p oh A, H 1/—(\5—}1 + ————-&—<—<{—<—b—<—b———# PP S
. u /”(‘}‘*‘f‘\ M . (1073.)
1% 1 &l o » 1
LWL My . M ORI I SOVl S e My LY.L, (107b)
19 | - | | [ | |
y 1% . i ,12) ) e o 12y %2 s . M
1%1 130 F 7] 12¢) 1 X
. M A SIS DA . e SERY I DS U G SER )
(107¢)
M
. . . . m m-1 1
etc., which graphically represent the relationships between VN L _‘+’.“
the constants E, 48E, and X:l Ky and the coeffi- > _(_%_(_ . _{_m_‘_
cients K :1‘ . :m""”,, we finally arrive at the following di- m _m_ (109)

agrammatic representation of the terms %", [Eqgs. (100)
and (101)]:

1l !
YY ooo Y

— A<  m>1,

Yet another, maybe even more convincing visualization
is worth mentioning. It consists in the assignment to each
Xy, of ¥ of the corresponding scheme of transitions of

+ .o +

]fav- —t—e— -t~ ¢ ——77—— , (108)  the electron spectrum. This is a one-to-one assignment; it
', can be expressed as follows:
Tlnﬂ lln

X % ¥nd Xm s

A1 Koy :

Paeo'l leoe
H = x (110)
L vrrrza—<2 = —']—ICDALL}J EX:I""‘W#V‘II; ---aInaKHl---aKmbva.

-4

The horizontal lines, denoting electronic levels, are con-
nected by arrows which define the electron transition. On
the other hand, the number and lengths of the arrows cor-
respond to the number and frequencies of the photons tak-

ing part in the process. An arrow pointing upwards
denotes absorption whereas one pointing downwards
denotes emission of the corresponding photon. Intermedi-
ate levels have been omitted intentionally. They can be
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Lamb shift

6E,

M

FIG. 2. Effect described by 8E,,.

real or virtual. The existence of transitions by way of real
intermediate states is equivalent to the existence of com-
positions of generalized resonances. The structure of
these compositions, defined by the formulas (33), is com-
plicated and it is by no means easy to point to some sim-
ple procedure leading to it. Within the framework of the
present theory, the question as to whether a given transi-
tion involves a real or a virtual level affects the dynamics
of the system but does so indirectly—by affecting the
values of the coefficients 8E, and X :1 -,y Diagrams

of the above form readily permit the classification of the
processes of quantum optics. Figures 2—5 represent such
a classification of the phenomena under consideration,
described by 8E,, and Xy ..., ., for m <3.

One electron; Xz-type interaction taken into account.
Taking into consideration the interaction term in A 2
causes but one complication: instead of the simpler for-
mulas (33), the more highly complicated ones (31) have to
be used. In all other respects the procedure is the same;
even the final result is of the same form [Egs. (100) and
(101)], albeit the numerical values of the 8E, and
X:r"xm’#v will contain corrections for the Kz-type in-
teractions. Only the numerical values of the coefficients
|

=S walac+ SEblb,,
x u

[m/2]

= 2 X 2
apay, ..., r=0p,py ..y,

ViVy, - -

aa, - a

"VM—Y

m
.. ... a,a
K“l"z K B\VIBQYy ™" By —pVm —p KT K

3505
One - photon One-photon
emission absorption
v ‘F uw
x, %,
—_y uw — v

wx;m »=0 W, + u“w=0

FIG. 3. Effects described by X:,,;,w-

- a
at the K "11' . ,(:,,w’s undergo a change, whereas the subse-

quent procedure of going over from the ¥,,’s to ¥ 3’s
remains the same. Matters are similar regarding the di-
agrammatic representation. Apart from their internal
structure, the diagrams will be the same in either case
[formulas (105) et seq.]. This may suffice, as there is no
need to reproduce essentially identical considerations.

Many electrons; cooperative effects. This case is more
highly complicated. Although the free Hamiltonian 5,
has the same unchanged form (64), the relation (88) is, in
general, no longer valid. The present considerations refer
to, e.g., a system of the electrons of a solid at interaction
with a radiation field, a system of electrons of a many-
electron atom, or a system of many atoms interacting with
a field. On performing the canonical transformation as
for the case of one electron we obtain, instead of (91) and
(92), the following expressions:

(11D

al o armblb, bl bl b

Bm—r " Ym—r

(112)

The occurrence of more than two electron operators in a single term is due to the fact that, here, Eq. (89) no longer

holds.

On omission of the A 2 interaction term, each of the #,,’s will contain only terms with r=0. One notes that the prin-
ciple previously applied to the one-electron case is still successfully operative here. The above form of the Hamiltonian
is unsatisfactory now for the same reasons as it was then: it lacks a sufficiently clear physical interpretation. The diffi-
culty is removed by performing a normal ordering of the operators. We obtain

Hy=Swalac+ 3 (E,+8E,)bjb, ,
x M

m m
t
‘Z/""‘lzz 2 2 2 X:l”-"m’ﬂ'l”."'rvl.nvraxl".

=0k, ...,k r=1p,...,pu,

Vi eees ¥,

+
aK"aK

(113)

,,+1"'ax,,,b;tl"'b;t,bvx'”b"r’ m>1 (114)
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v
%
O
I p

W, +W, +W =0
%y Wt Cuv

Rayleigh
effect
Raman effect %y *4 Raman effect
(Stokes) oy (anti-Stokes)
% | % %2 *
R— w el 4
— v w"1 = w”z —_—
w%1(w,‘2 w%1) m’(2
wx1- wu; m}w =0
Two -photon Two - photon
emission absorption

u
*
x
N

W -, +w,,=0
%y Dy Cuv

FIG. 4. Effects described by X:V‘z’!“"

Hyper-Raman
with
two-Stokes photons

%
p——

w, +w w.
L2 "2( L2}

Frequency
splitting
Hyper-Raman
with
two anti-Stokes
photo?s
%qy 112
v
x‘!‘«
wx1+ “’x = wxs
“’x,’" “’xz) @,

wx“" wxz' “’*3* 9,70

I

n
where the Xy ... - -pv,---v, &€ NONZEro constants
only if

Ot " F O, — Ok, T T O,

+Ey + - +E, —E, — - —E, =0 (15

and their explicit form results from the application of
Wick’s theorem. Compared to the previous case, a novel
nontrivial element emerges here: terms occur, each con-
taining 7 >2 electron creation and annihilation operators.
With regard to the Pauli principle they differ from zero
only provided that no two creation operators or annihila-
tion operators of electrons concern the same state. Thus,
these terms describe cooperative pairwise (r=2), triple
(r=3), etc., interaction of the electrons with the field.
That is to say that the electrons do not interact with the
field independently (individually) but in complexes of two,
three, or more electrons. As an example, we shall consider
the effect of cooperative two-photon absorption, given by
terms of the form

0 Tt
X‘l“zvl‘ll‘z"l“'za"la“zbl‘nbl‘zb"lb"z :

The electrons go over from the states v; and v, to the
states i, and y,, and simultaneously two photons with the
frequencies o,, and oy, are absorbed. At the same time,

the condition

—co,,l-—a),‘z+EM1 +E,, —E, —E, =0

Frequency
mixing
jup-conversion)
Hyper-Raman " I Hyper-Raman
(Stokes) CEES (anti-Stokes)
X,
xzx x w,v %4
1 %4
Xy u X | »
v —_—u
Wy = Wyt Wy

W, )Wy + @
0y (Wt Wy, ) xst Dug

, - (1),(2- a)x;» a)m,:[]

]

Three-photon
emission

v

*x3
X2
%1

122

wx“ wx; wxa’ W= 0

Three -photon
absorption

B
T"z
%,

'wx"wxz'wx;ww’=0

|

FIG. 5. Effects described by X:V‘z“s'l“"
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is fulfilled. The essence of the phenomenon resides in the
circumstance that neither of the two electrons could
separately absorb a radiation field quantum of one of the
above given frequencies since the conditions

wi‘l"l’ml‘n"z’wi‘zvl’wl‘z"z:’éw"l’a)"z

are fulfilled; however, they can do so jointly.

Cooperative processes represent a highly interesting
nonlinear aspect of interaction of radiation and matter.
Although they doubtlessly deserve wider consideration, we
refrain from their further discussion here so as not to
exceed the scope of the present paper excessively.

Many electrons; cooperative effects omitted. We select
this case for closer consideration as that on which we pri-
marily concentrate our attention. As assumed by us, the
atoms are one-electron ones. Hence, in the particular case
of a single atom, we shall be dealing with the previously
discussed one-electron system. Before going any further
in our analysis we exclude the index g, labeling the atoms,
from the set of electron indices p. Neglecting cooperative
interactions of electrons and the radiation field, we readily
obtain from formulas (100) and (101)

K= zw,(a:a,(+ Z(E#q+8E#q)blqb#q ) (116)
K ap

m
_ n
=2 2 ZXex,um
n=0x«,..., Km G1,V
foiig!
><a"'l axnaxn-f-l aKm

Xbgbyy m>1. (117)
For a single atom in the system of reference attached to
its nucleus, the form of the coupling constants in the
above formulas is identical with that previously derived
for the single electron [Egs. (97) and (98)]. In general, the
constants Xy ,+ K, ,uvg Can be represented in the form of a
product of the constant X ,’:1 -+ x,,uv and a term dependent
on q. For example, on the assumption that the atoms are
disposed within a box of volume ¥ and accordingly taking
mode functions in the form

—
* X

ﬁx(i)zy—l/zéoxeikx , |~€K|:1 (118)

the coupling constants take the form

—

X:,---xm,pw=CXP[—iéq'(Exl+ s +Exn—k,( —

n+1

(119)
|

— K )X v

Fo= S 0alac+ 3 (E1g+8E1)blgb1g+(Eyy+8Ey)blbs,],
K q

22(Xg,llqakbLblq+X:lr,124aIqub2q)9 m =1
kK 9
m=1

n=0xy,..., K,

FIm=]3 3 E(X:r"x,,.,ﬂqa:l SR a,t”a,("+1 <. axmb;qblq—}-H.c.)
m d

m—1
“+ 2 2 2(X:1~--xm,Zqu;qqu"FX:,~-~x,,,,11qb¥qblq)ail °
m 9
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The time-dependent vectors éq = éq(t) correspond to po-
sitions of the atoms. If one assumes that the atoms move
uniformly and rectilinearly, the vectors © ¢ are determined
by the positions T, and velocities V, at the initial moment
of the time t=0:

-

eq=?,,+-v*qt. (120)

V. APPROXIMATION OF TWO-LEVEL ATOMS

The approximation of two-level atoms consists in deal-
ing with the atoms as if they possessed but two levels.
The problem of whether a given physical system can be
dealt with in this way is by no means simple and we shall
not discuss it here, but refer to the book by Allen and
Eberly'® and the paper by Takatsuji.'!

Here, we shall carry out the approximation by project-
ing the Hilbert spaces of the electrons of the various
atoms onto spaces spanned on two selected electronic
eigenstates. We label the latter 1 and 2, so as to have
E,(q)>E,(q). At the same time, we subject all operators,
including the Hamiltonian, to the transformation

X—>X=0xQ, (121)
where, for the case of N atoms,
Q=Ia(|1){(1]+]2)(2]);=
([T +[2)(2])y-
® (|11 +(2)(2],_p) - (122)

It should be stressed that the sequence [apply the canoni-
cal transformation (13) and then perform the projection
(121)] cannot be inverted. Even a superficial analysis
shows that this—the sequence applied in our paper—leads
to physically meaningful results: no effects “get lost.”

In this section we consider atoms for solely traditional
reasons. Obviously, nothing stands in the way of applying
the two-level approximation to other systems as well.

Let us consider the transformed Hamiltonian of the
form of Egs. (116) and (117). The two-level approxima-
tion then leads directly to the formulas:

XX =3 7., (123)
m=0
where
(124)
(125)
-~a:ax e, m>2.
n n+1 m
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Consider operators defined as follows:

O3 =5 (blbyy—blgby,)

_ (126)
of=blbg, o7 =blby .
They fulfill the usual spin commutation rules
[of,071=28,,03, ,
@27 1727 127
[o3g,091=18,40; .
The value of the gth spin is
E%(ququ‘f‘blqblq) (128)

This operator commutes with the Hamiltonian (129) and
its eigenvalues are -’2- and 0. Strictly, the time evolution of
|

Fo=ala+ 3 [Q0,+(e,+8¢)03,] ,
K q

2 2 (X2,21qa,(a;' +X:1(,12qa:0'q_ ), m=1

W;; = 2 z 2 (X:l Km’ZIanI T aIna"n+1 T

n= Oxl ..... K

+2: > .

n=1 Kpoo s Ky @

.Km’zzq(O'q -{-0'3q)-i'X:l .

where we have made use of the notation

fq EEZq—Elq! 8€q 58E2q~8E1q ,

a, o +H.c.)

t
xm,llq(aq"'USq)]aKl e
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the operator in question is described by the total Hamil-
tonian [Eqs (116) and (117)]; for a given g, the spin can
appear () and vanish (0) with time. The approximation
applied by us has eliminated the possibility of time varia-
tion of o,. In this way we ignore the possibility of the
atoms performing transitions between 1 or 2 and the other
levels. Maybe the two-level approximation could be
enhanced by postulating a time dependence of the value of
04. We would then be dealing with a system of stochasti-
cally appearing and disappearing spins 5, i.e., with a sort
of “spin glass,” interacting nonlinearly with the radiation
field. Here, however, we shall restrict ourselves to the
case of frozen spins. The Hamiltonian, described by the
formulas (124) and (125), can be expressed in terms of the
spin operators as follows:

(129)

(130

t
ax Ay, " Ak m>2

mode interaction, then the dependence on g can be
neglected in the coupling constants:

n —yhn
Qg =Ey+8Ey+E | +8E,, . (13D Xy kv =Xy iy vy - (133)
Henceforth g will label only those atoms whose spins are Now, defining operators
equal to & 2 Sy= 2 O3
In many cases it is highly convenient to use total spin q
operators, often referred to as “collective dipole opera- st= b ot (134)
tors.” We proceed to give an example of this. First, we B
assume homogeneous line broadening, i.e., we assume that
Eg, OE»g, E 1y, and 8E, do not depend on g. At the same §5=3o0,,
time we introduce the notation a
e=c. Se=5c.. O=0 (132) having the meaning of total spin operators,
=S¢ =% =35
+ Q-1 b P +
If the dimensions of the atomic system are small com- [ST,571=2S;, [55,57]=25", (135)
pared to the lengths of the waves participating in the  we obtain the following expressions:
|
Fo=3 wala,+0S +(e+86)Ss , (136)
K

S (XR2aSt +X:1<,12‘1):S_), m =1

LY

! t t
H = > 3 (Xﬁl...xm,zla,‘l Tragax ---aKmS"‘+H.c) (137)

=0K,,.. 2 Ky

+ 2 2‘, [)(21

k2208 +83) X

1

xp11(S —S3)al - -

+

Ay, x,, " Ai,s m>2.
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The total spin S has to satisfy the relation S < N/2.

If the dimensions of the system are large it is, in general, no longer sufficient to introduce a single operator of total
spin. A set of such operators has to be introduced (see, e.g., Ref. 12). Thus, e.g., for a system of atoms in a box of
volume ¥V we define (see Ref. 13)

i8,-k

o7, S=30,. (138)
q9

S3(kK)= zeie"’ka%, St(k)= Eei
q q
Moreover, we shall also apply the notation

S3=5;(0) . (139)
The above operators fulfill the following commutation rules:
[S+(k),S~(k")]=2S3(k—k"), [S;(k),S*(k")]=+S*(k+k"). (140)

Since the coupling constants are given by the formulas (119) we obtain

K o= oala,+QS +(e+8€)S; ,
K

3 X2 212, S HK)+X) pals (K01, m=1
K

m—1

al a,

n T
I:X"l“""m’na"'l n Xn+

Here, we have come to the crucial point of our con-
siderations. The Hamiltonian %~ consists, in general, of
an infinite number of terms. It is well known, however,
that in the description of a given physical system not all
of them are equally essential. Some are zero, whereas oth-
ers may well be neglected. Regrettably, there are as yet no
general criteria for a good approximation, i.e., for decid-
ing as to which effects can be dealt with independently
and which have to be considered jointly. Hence, essential-
ly, each physical system has to be analyzed individually
and the decision lies with experiment. In quantum optics
it is most usual to apply a Hamiltonian of the form of
Eqgs. (136) and (137) in which all coupling constants, with
the exception of several, are omitted. Two types of Ham-
iltonians are thus obtained. The one describes processes in
which the state of the atom changes. A typical example is
the Hamiltonian

X =3 oala,+0S +(e+5€)S;

+

+(}\‘GI] [ a“na"n+1 e GKMS++H.C.) ,
(143)
where (for atoms in a box)
SE=S*(Ke+ 0 +Ke— Ko, — 0 —Ke ),
A‘E(n!)(m!))(:l...,cm,n . (144)

In the other type of process the atoms are passive; here, a
typical example of the Hamiltonian is as follows:

1"'ame+(Ex,+'”+Exn_kx ..

X2, (S +83)4X0 o (S —Sp)al -

(141)

—

—k, )+H.c.] (142)

n+1

t
ax"ax

- a > m>2.

|
X = vala+0S +(e+8€)S;

+{[As(S +83)+A,(S —S3)]
t

+
Xag g ae Ak, +H.c.}, m>2

(145)
where

kﬂz(n!)(m!))(:l...,‘ww, u=12. (146)
In this case, averaging can be performed over the spin
states and constants neglected as irrelevant to the dynam-
ics of the system. This leads to the Hamiltonian

X = szaIaK+(MIl < aIna,"l+1 +-a, +H.c.).

. (147)
Obviously, here the summation is carried only over those
Ky, . - . , K, Which are distinct from one another.

We proceed to applications. First, we shall derive effec-
tive Hamiltonians in the two-level approximation for the
case of many-photon resonance.

Many-photon resonance. We start by considering a sys-
tem of one atom and one mode of the radiation field.
When possible, we shall omit the index g labeling the atom
and « labeling the field mode. Let the (usual) p-photon
resonance condition be fulfilled for two states of the atom:

(148)

Through (124) and (125) we easily obtain the following ex-
pression:

¥ =wa'a + gz(aTa)bzbz + Efl(aTa)bJ{b,
+[kp(aTa)apb§b1 +H.c.],

leEEZ_El =pw .

(149)
where
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&ua'a)=E, +8E,+ 3 Xiema'atala—1)--- (@la—r+1), p=1,2
r=1 (lSO)

)»,,(a*a): > X('p+,)K,21aTa(aTa —1)---(@a—r+1)

r=0
and use was made of the identity
(@tya’=a'ata'a—1)-- - @la—r+1), (151)

and (2r)k and (p +r)x are shorthand of 2r and p +r identical subscripts k. Above, an essential difference by comparison
with the usually applied Hamiltonians resides in the fact that, beside the usual shift of the levels, there appears a shift
dependent on the number of photons n =a'a and, moreover, the coupling constants are also functions of n. On per-
forming an approximation consisting in the omission of all terms but those of lowest order in the expansions (150), i.e.,
in the assumption of

épp(aTa)z uw+OE,, Ap(a*a)zX?p)meA, , (152)
we obtain the Hamiltonian
K =wa'a+(E;+8E;)blby+(E,+8E)blby +A,a?b1b, + 15 ¥blb, . (153)

If the transition of the electron occurs by way of virtual levels only, i.e., if no intermediate resonance level is present, the
explicit form of the constants A, can be given easily (on neglecting the A Z_type interaction):

x {(n,0} —x (n,0} (n,0} {d}
}“’zﬂpp?;,”’_l l [ 1| p Hp—adtp_1]  Hp_il
4i |y | Imed e " e (@]
B Lp#z.g,#p—] ( ‘ | [ Kt ”“P—"ul’“ Hp—22 ] ' sy
On rewriting these formulas in the equivalent form
el @ (d} ()
A, s | |pwa| T Mp—atpo1|  |Bp_il
Bkt ety (@3, — @) @3, —20) - - - [Q)pr_l_(P_l)w]
I {d} +x (d} +x {d} i d) 1*
_ s oy (e p—ttpo1|  |Hp—12 ’ 155

by by (w;,,l+w)(w1,,2+2w). .. [“’114,_1+(1’ o]

one immediately sees that they are in agreement with ones derived earlier.!*
The preceding formulas dealt with the case of a single atom. For a system of many atoms, albeit neglecting coopera-
tive interactions, we obtain, similarly,

H =wa'a+ 3 [Erata)bl boy+ & 1gaTa)bl b1+ [Ap(atala?b) by, +Hoe ], (156)
q
where

qu(aTa)=EM+5EM+ > X('z,),‘,,mqafa(aTa —D--(@ala—p+1), p=1,2
r=0

© (157)
qu(aTa)= 2 X(’I,+,)x'21qafa(afa —1)--(ata—r +1).
r=0
On making the approximation
Bug(a'Q)=Eu+8E,,, Ayg(a'a)=Xn=A,, (158)

we obtain the Hamiltonian

H =0a'a+ 3 [(Byy+8Ep)bloboy +(E1g+8E )b lobig ]+ AnaPbl by + Ak (a ¥l by, . (159)
q
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The coupling constants A, calculated on the same assumptions as those made for the single atom, are of the form

o {no} {no}
N ‘
P4 2
P By H1q K29
. {mo} I {no}
- > g | pipag

In the above system we can go over to a description in
terms of spin operators. We obtain

X =wala+3 [Qg0, +(€,+8€5)03,
q

+7\.pqa”a;+k;q(a*)"a;] . (161)
For a system of atoms with a homogeneously broadened

line, the preceding Hamiltonian can be reduced to the
form

¥ '=wa'a +QS +(€+6¢€)S,

+A,aPSt 425t Ps (162)
which is a particular case of formula (143). In this Ham-
iltonian, particularly if p=1, we recognize the well-known
Hamiltonian of Dicke.

Hamiltonians of the form (143) and (144) are well
adapted to the visualization of the highly interesting
difference between “active” and “passive” processes with
regard to an atomic system. We shall discuss the matter
further on.

Supereffects (in the meaning of Dicke). Consider a sys-
tem of many atoms (N >>1) at interaction with a radia-
tion field. We now assume the following m-photon pro-
cesses: (A) absorption of m-I photons (indices
Ki+15K142 - - -, k) and emission of ! photons (indices
K1,K2 . . ., k) with simultaneous transition of the atomic
system from the upper to the lower state; (B) the inverse
process, i.e., absorption of / photons (indices k,x, . . . , k)
and emission of m-I photons (indices K; ;1,612 - - - , Kp)
with simultaneous transition of the atomic system from
the lower to the upper level; (C) absorption of m-I photons
(indices «; 1,k 45, - - - , K, ) and emission of ! photons (in-
dices «y,k,, . .., k) with no change in the energy of the
atomic system.

Applying Fermi’s golden rule, we calculate the proba-
bilities per unit time of the occurrence of the above pro-
cesses as follows:

Py p=2m|{f|#|i)|%p(| ), (163)

where |i) and |f) denote the initial and final states of
the system as a whole, respectively. The Hamiltonian #°

can be expressed by the formula
F=w'xru, (164)

where % is the diagonal operator (13). We derive the fol-
lowing exact result:

3511
PR L (d)
CBp_dp_d|  Bpoilg
{n,0} {d} *
Lot e ] . (160)
Bp—2ip 19 Hp—129
[
Po_ip=2m|{f| 2" xu|i)|?(|f))
=27 |{f |2 Q¥ Qi) |%(|f)) (165)

=27 |(f |2 Q¥ Q% |i)|%(|f) .

Considering the probabilities per unit time, it is thus not
necessary to take into account the whole Hamiltonian
K —it can be replaced by %". In particular, the processes
(A), (B), and (C) are described by terms of the operator %

as follows:

(A) )»a:la,tz ce a}:la,‘“rl rag ST, (166)
(B) A*af al  ---al ay--acSt, (167)
(C) [AAS +83)+A,(S —S3)]

><a,tla,t2 <. a}:la,,“r1 ra (168)

respectively.
Let us assume the system to have been, at the initial
moment of time, in a state | i) such that

Q% |i)=|...,n,...)®|s,53) . (169)

Here, we describe the atomic system in terms of the total
spin and its third component:

S?|s5,53)=s(s+1)|s,53) ,
S3|s,53)=s3]|553), (170
S*|s,53)=[(sFs3)s+s34+1)]"?|s,53+1) .

The physical meaning of these has been discussed in Ref.
15. We only note that

|s3| <s<N/2. (171)

Applying the formula (171) we consider the probabili-
ties per unit time P,,Pg,Pc for the occurrence of the pro-
cesses (A), (B), and (C), respectively. (i) Incoherently
pumped atomic system: s ~s3;~N /2. We now have

Pamn(ng+1) - (ng+Dny = - ng N,
Pp=0, (172)
Pcz§1(n,q+1)' .- ("K1+l)n",+1 “me N

Hence, Pp,Pc < N and Pg~0. (ii) Thermal equlibrium of
the atomic system: s~ —s;~N /2. Here,
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Pp=0,
Pg=m(ng +1) - (ng +Dng - n N, (173)
Pembyng +1)- - (ng+ng  ~--ne N.

Accordingly, P, ~0 and Pg,PcxN. (iii) Generalized

super-radiant state: s~N /2, s;~0. Now,
N
PAz‘r](nK1+l)' .. (nK1+1)""1+1 TR 2 12 +1
Pp=nng, +1)---(ng  +ng - n"l% L2V_+1 ’ ’
Pcz%(§1+§2)(n,(l+1)' .- ("Kl+1)""1+1 g N
(174)

Since N >>1, we now have P,,Pg « N? and P < N.

In the literature it has hitherto been usual to speak of
super-radiance and superfluorescence, the prefix “super”
meamng that the probability per unit time was dependent
on N? rather than on N. In this sense—which is that of
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Dicke'>—all effects of the types (A) and (B) can be “su-
pereffects,” provided that the initial state |i) has been
prepared adequately [see case (iii) above]. The conclusion
to be drawn is that all effects in which the atomic system
plays an active role can be supereffects in the meaning of
Dicke. It suffices that the atomic system be prepared in a
state |i) such that

Q% |i)=]... e s,s3), (175)

LPREE
s=N/2, S3 ~0.

Hence the definition of this state as a generalized super-
radiant state. When expanding the operator U in a series
and cutting off at the first term, i.e., replacing U by the
unit operator I, we derive the “usual” super-radiant state.
On the other hand, effects in which the atoms are passive
in the sense that they do not participate in the effect but
are its catalysts—their presence being necessary for its
occurrence—cannot be super-radiant. For example, Ra-
man supereffects as well as one- and many-photon absorp-
tion or emission supereffects can exist, whereas speaking
of a Rayleigh or frequency mixing (up-conversion) su-
pereffect would make no sense.

VI. GENERALIZED MAXWELL-BLOCH EQUATIONS

We have only one step to make in order to arrive at the generalized Maxwell-Bloch equations. It suffices to write the
Heisenberg equations, derived by using the Hamiltonian in Egs. (129) and (130) or one of the Hamiltonians originating
therein and to adjoin terms describing the influence of the surroundings (damping of the field, relaxation of the atomic
system, Langevin forces, etc.). The problem of this ad_]ustment to physical reality has been considered in various ap-

proaches, e.g., by Haken,'® Senitzky,!”!® Louisell,!® and Lax.2® We derive
. . LSt n J t t _
ae=—(Tetioda—i 3 3 3 3 [X&...x,247 75 " dxdx,,, " 9, 0f
m=1n=0x,,..., Km 4 aax
_ d
+XRTR, ’lzanIaI“ ek e agoy |[+FL (1), (176a)
_ . w m-—2 t t
Og =— |Vig+i €q+86q+ E 2 2 (X:l---:cm,ZZq_X:l--~Km,llq)a:r1 T axnaxn_H Tt A, oq
m=2n=1k,,..., Ky
23F 3 Xa o 21g0h Ak A ag 03+ F (D), (176b)
m=1n=0x,,..., K 9q

T3g=—"7|ig(03g—Ng)—i 2 2 2 (x:l‘..,,m’ma,ﬁl . "I,."xm a0 +He)+F, (1) (176¢)

m=1n=0«x,. Ky

', describes the field damping; v, ¥|lq> and 7, denote
the transversal and longitudinal constants and the popula-
tion inversion parameter of the gth two-level atom.
Fo (1), F _(t) and %, o3 (t) are the respective Langevin

forces for the quantities a,, o, 05, and 03,.

From the most general form of the Maxwell-Bloch
equations as proposed above, special cases can be derived.
Suppose, for example, that we deal with the case of a sys-
tem of atoms at p-photon resonance with the radiation
field. We will neglect cooperative effects. Then, by ap-

plying the same approximations as when deriving the
Hamiltonian (159), we obtain the following generalized
Maxwell-Bloch equations (we drop the redundant mode
index «):

d=—(T+io)a —ip@"P~' 3 Myo7 +F,(),  (1772)
q

0 =—[vi+i(e+8€)]og +2iAygaPos+F _(1),
9

(177b)
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T3¢ =—71q(T3g =)

1A% (a1 P— +
+i[Apg(a Yoy —Ayzafoy ]+.?,3q(t) . (177¢)
In deriving the generalized Maxwell-Bloch equations
(176), we assumed yet another approximation. In fact, the
Hamiltonian part of the Heisenberg equation for an arbi-
trary operator X (in two-level approximation) has the form

X=i[#,X] . (178)
However, we used the formula

X=i[¥X] (179)
thus performing the replacement

=2 rxuy-x. (180)

Replacing (U wu ) by " in the equation of motion is,
in fact, the mathematical expression of the rotating-wave
approximation (RWA). For this interpretation we refer to
the Dicke Hamiltonian of the form

H=Hy,+H,,,

H0=eS3+waTa, €~ (181)

Hy=Ma'+a)(St+5) .

The commonly used rotating-wave approximation gives

H — eSy+a'a+Aa'S—+asSt) . (182)
RWA

The application of the procedures described in the previ-
ous sections neglecting the terms with powers of the cou-
pling constant A higher than 1 leads to the same result.

The preceding generalized Maxwell-Bloch equations
(176) stand in direct connection with practice. These
equations, when specified for a concrete physical system,
can be used to calculate many effects of quantum optics.
At this point we conclude the considerations of the
present paper.

1 dl—l—m
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VII. FINAL REMARK

An advantage of our method of obtaining effective
Hamiltonians resides in the fact that it requires no equa-
tion of motion. Certain steps of the method still need to
be refined; e.g., the use of the two-level approximation.
Nonetheless, the effective Hamiltonians are derived on a
strict mathematical basis and can serve for further analy-
ses and evaluations. The new Hamiltonians derived strict-
ly in this paper, e.g., those given by Egs. (113), (149), and
(156), are more general than those used until now and
reduce to the latter if rougher approximations are applied.
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APPENDIX: PROOF OF FORMULA (26)
We have

1 dl—l ©
-Lllg Z (m +1)eX,, ,@(e)”
I l ‘dEI * €=0

1

dl—l 1—1
2 3 (m+ DK 12 ()

=X+ 2 _@{X @I m}
=1

(I —1—n) ge—1-m

n del—1 o
By equality
1dr Tt
et 2 ( ’ r—t)' ae— 55T
we obtain
1 1—1
 (€) =7=@ S m4+DXp 1 Zi—m 41
m=0

€=0

Applying this theorem, we easily derive formulas for the successive operators %:
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6&0=I ’
@1=X1 ’

1
@2=X2+5X% ,

U3=X, +X2X1+LX? )

3
By=Xo+ XX, + x4+ Ly, x2 4 Ly
4=—A4 311 2! 2 1'2! 241 4! 1>
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etc. Obviously, these formulas are explicit expressions of the relations (24).
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