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CONSISTENT QUANTUM APPROACH TO NEW LASER-ELECTRON-
NUCLEAR PHOTO PHENOMENA IN MOLECULES: XY,

Consistent, quantum approach to calculation of the electron-nuclear y transition spec-
tra (set of vibration-rotational satellites in molecule) of nucleus in multiatomic molecules
is used for estimates of the vibration-rotation-nuclear transmon probabilities in a case of

the emission and absorption spectrum of nucleus '9'/r(E©

system IrO,.

Our paper is devoted to studying co-opera-
tive dynamical phenomena due to interaction be-
tween photons, nuclei and electron shells in the
atomic and molecular systems (c. f. [1—15]). In
this direction the following problems would be
considered [1, 2, 8, 9]: i). Studying the mixed
optical quantum photo transitions and laser-elec-
tron-nuclear photo phenomena in molecular sys-
tems; ii). A spectroscopy of resonance’s and cre-
ation of additional satellites and narrow
resonarnce’s inside the Doppler contour of radia-
tion line; iii). a governing by the intensity of the
complicated transitions due to change of the
atomic and molecular excited states population
in a laser field. We will consider a consistent
approach to description of a new class dynami-
cal laser-electron-nuclear effects in molecular
systems, in particular, the nuclear emission or
absorption spectrum of the diatomic molecule.
This spectrum contains a set of electron-vibra-
tion-rotation satellites, which are due to an al-
teration of the state of system under interaction
with photon. [2, 12]. A mechanism of forming
satellites in the molecule is connected with a
shaking of the electron shell resulting from the
interaction between the nucleus and y quantum.
The well known example is the Szilard-Chalmers
effect (molecular dissociation because of the re-
coil during radiating gamma quantum with large
energy) [1]. It is well known that in a case of an
atom the corresponding satellite spectrum is
much enriched and transitions between the fine
structure components, 0-0 transitions and tran-
sitions, which do not involve a change in the
electron configuration, can be considered. In the
molecules, especially multi-atomic ones, a spec-
trum is naturally more complicated in compari-
son with an atom. Under nuclear y-quantum
emission or absorption there is a change of the
electron (vibration-rotation) states. In ref. [8—16]
we have developed new consistent, quantum-
mechanical and quantum-electrodynamical ap-
proaches to calculation of the electron-nuclear y
transition spectra (set purely electron satellites
in atoms, ions and of vibration-rotational-elec-
tron satellites in diatomic molecules) of nucleus
in atoms, ions and diatomics. In ref. [8, 16] we
developed a consistent, quantum approach to
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= 82 keV) linked with molecular

calculation of the electron-nuclear y transition
spectra (set of vibration-rotational satellites in
molecule) of nucleus in multiatomic molecules.
This approach generelizes the well known
Letokhov-Minogin model [2]. In ref. [16] the es-
timates were made for vibration-rotation-nuclear
transition probabilities in a case of the emlssmn
and absorption spectrum of nucleus '®#0s (E©,
= 155 keV) linked with molecule OsO,. Here we
consider vibration-rotation-nuclear transition
probabilities in a case of the emission and ab-
sorption spectrum of nucleus "!'r (E©,
82 keV) linked with molecule IrO,.

Let us present the key moments of theory [8,
16]. The main purpose is calculation of a struc-
ture of the gamma transitions (probability of
transition) or spectrum of the gamma satellites
because of the changing the electron-vibration-
rotational states of multiatomic molecules under
the gamma quantum radiation (absorption). Fur-
ther we are limited by a case of the five-atomic
molecules (of the XY, type; T,). Hamiltonian of
interaction of the gamma radiation with system
of nucleons for the flirst nucleus can be ex-
pressed through the co-ordinates of nucleons rn’
in a system of the mass centre of the one nucle-
us [1, 5, 6]:

H(r,) =

n

H(r))exp(—ik,u), (1)
where k, is a wave vector of the gamma quan-
tum, u- is the shift vector from equality state
(coinciding with molecule mass centre) in sys-
tem of co-ordinates inthe space. The matrix ele-
ment for transition from initial state "a" to final
state "b" is presented as usually:

(2)

where a and b is a set of quantum numbers,
defining vibrational and rotational states before
and after interaction (with gamma- quantum).
The first multiplier in (1) is defined by the gam-
ma transition of nucleus and is not dependent
upon an internal structure of molecule in a good
approximation. The second multiplier is a matrix
element of transition of the molecule from initial
state "a" to final state "b"

Mba =< \P;(re) | \Pa(re) >

<Y, | H|Y, > <V, |e™|¥, >,
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<YW (RLR) | e | W, (RLR,) > (3)

The expression (3) gives a general formula
for calculation of the probability of changing
internal state of molecule under absorption or
emitting gamma quantum by nucleus of the
molecule and defines an amplitude of the corre-
sponding gamma satellites. Their positions are
fully determined by the energy and pulse con-
serving laws as follows [2]:

E = E' +R+hku*(E, ~E,). (4)

Here R,, is an energy of recoil: R, =
=[(E,7] 2/9Mc2, M is the molecule mass, v is a
velocity of molecule before interaction of nucle-
us with y quantum, E, and E, are the energies
of molecule before and after interaction, E, is an
energy of nuclear transition. An averaged ener-
gies for excitations of roations and vibrations
under absorption or emitting gamma quantum
by nucleus of the molecule can be easily evalu-
ated as follows [2]. One can suppose that only
single non-generated normal vabration (vibra-
tion quantum #%w) is excited and initially a mo-
leculae is on the vibrational level v,=0. If we
denote a probability of the corresponding excita-
tion as P(v,, v,) and use expression for shift u of
the y-active nucleus through the normal co-ordi-
nates, then an averaged energy for excitation of
single normal vibration is as follows:

E,, = 100+ 1) P(0,0)— fieo /2 =

v=0

= ihm(v+ %) P(v,0)-ho/2 =

2, ho 1 M-m
:;hm(v+%)ae —2—2R( . } (5)
where z = (R/hw)[M—m/m]cos’®, m — is nass
of y-active nucleus, 9§ is an angle between nu-
cleus shift vector and wave vector of y-quantum

and line in E,, means averaging on orientations

of molecule (or on angles ¥).

To estimate an averaged energy for excita-
tion of the molecule rotation one must not miss
the molecule vibrations as they provide non-ze-
roth transfered to molecule momentum of -

quantum L=#kusin®. In supposion that a nu-
cleus takes participance only in single
non-generated normal vibration and vibrational
state of molecule is not changed v,=v,=0, one
could evaluate an averaged energy for excitation
of the molecule rotation as [2]:

E, = <ﬁ> = Bk (1*)sin® 0 =

= % R(B/ ho)[(M —m)/ m]. (6)

So, it is ture a relation E_, /E,, ~B/hw, i. e.
under absorption or emitting gamma quantum
by nucleus of the molecule a relationship be-
tween averaged energies for excitation of the
molecule rotations and vibrations coincides on
order of value with relationship between ener-
gies of rotational and vibrational quantums. As
for multiatomic molecules it is typical B/hm
~10%4—10"2, so one could miss the molecule ro-
tations and consider y-spectrum of nucleus in
molecule nass centre as spectrum of vibration-
nuclear transitions.

Further a shift u of the g-active nucleus can
be expressed through the normal co-ordinates
@, of a molecule:

1
Y
u=r= Z Qo (7)

where m is a mass of the y- active nucleus;
components of vector b, of the nucleus shift
due to the ®-component of "s" normal vibration
of a molecule are the elements of matrice & [2];
it realizes the orthogonal transformation of the
normal co-ordinates matrice ¢ to a matrice of
masses of the weighted decart components of
the molecule nuclei shifts g. According to eq.(1)
the matrix element can be writted as multiply-
ing the matrix elements on molecule normal
vibration, which takes contribution to a shift of
the y- active nucleus:

>- (8)

It is obvious that missing molecular rota-
tions means missing rotations, connected with
degenerated vibrations. Usually wave functions
of molecule can be written for non-degenerated
vibration as:

M(b,a) = ]‘[<v: | ] exp(~ik,b,.Q, / m)o,*

N

[v,) = @,(Q), 9)

for double degenerated vibration in the form:

Y @, Q,)0, @)

USG},USCy ,US03

l0,) = (o, +1)" (10)

02

(where v, +v, =v,) and for triple degenerated

o) _((vs +1)(o, +2)T

X 2 q)um (Qscsl )q)

USG)|,USCy ,USC3

Qo)®, (@) (11)

Ysoy

(where v, +v, +v, =0v,). In the simple ap-

proximation function @, (Q,) can be choosen

in a form of linear harmonic oscillator one. More
exact calculating requires numerical determin-
tion of these functions. Giving directly wave
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functions v§> and vj’>, calculating of matrix

element (8) is reduced to definition of the matrix
elements on each component ® of normal vi-
bration.

Below we present the results of calculation
for the vibration-nuclear transition probabilities
in a case of the emission and absorption spec-
trum of nucleus "*'/r (E®, =82 keV) linked with
molecular system [rO,. Note that the main diffi-
culty under calculating (8) is connected with
definition of values b, of the normalized shifts
of the y-active decay. It is known B that if a
molecule has the only normal vibration of the
given symmetry type, then the corresponding
values of b, can be found from the well known
Eccart conditions, normalization one and data
about molecule symmetry. For several normal
vibrations of the one symmetry type, a definition
of b,, requires solution of the secular equation
for molecule |GF —AE|=0 [2]. We have used
the results of theoretical calculating electron
structure of studied system within relativistic
scheme of the X,- scattered waves method (see
details in ref.[17]). In table 1 we present the
results of calculating probabilitites of the first
several vibrational-nuclear transitions for mole-
cule /rO,. Obviously a direct experimental obser-
vation of the considered gamma-electron-nuclear
phenomena ts is of a great interest.

Table 1
Probabilitites of vibrational-nuclear transitions
for molecule IrO,

Vibration transition F(USa 0 — vy, 0))
a a b b
Us JUs T Us, Uy present paper
0,0 — 0,0 0.863
1,0 — 0,0 0.025
0,1 — 0,0 0.097
1,0 — 1,0 0.812
0,1 — 0,1 0.731
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MOCJIEJOBATEJIbHbI KBAHTOBbBIM MOJAXOJ, K OMUCAHUIO HOBbIX JIABEPHBIX 3JIEKTPOH-SAEPHBIX
®OTOSBJEHHNU B MOJIEKYJIAX: XY,

ITocnenoBaTeIbHBIH KBAHTOBBLIH MOAXOA K OIHCAHHUIO CIIeKTpa Ja3epHbIX 3JIEKTPOH-ANEPHBIX Y MEepexoaoB (CI/ICTGMa

KoJle6aTebHO-BPallaTe/IbHO-SIIEPHbIX CATENJIHTOB) B MHOr0O-aTOMHBIX MOJIEKYJaxX HCIOJNb30BaH B pacyeTe BEPOSITHOCTEH
KoJeGaTe/bHO-AIePHEIX TIePeX0loB B CIeKTpe H3/yyeHHs u morjomenus anpa ''/r (E® = 82 keV) B cucreme /rO,.
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NOCJi1IOBHUA KBAHTOBUM MiIXid 10 OMUCY HOBHUX JIABEPHUX EJIEKTPOH-IAEPHUX ®OTOSBHLI
YMOJIEKYJIAX: XY,

[TocsinoBHMH KBAaHTOBHH MiAXiX L0 OMHCY CHEKTPY Ja3epHHX €JEKTPOH-NEPHHX Y MEePexomiB (CHCTeMa KOJHUBHO-
06epTaNbHO-ANEPHUX CATEMITIB) y GaraToaTOMHHX MOJIEKYJAX BHKOPHUCTAHO Y PO3PAXyHKY IMOBIPHOCTEH KOJMBHO-SIIEPHBIX
mepexoniB y CMeKTpi BUNpOMiHIOBaHHS Ta normuHenHs sapa '"/r (E©, = 82keV) y cucremi /rO,.

97



