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GH3UMKA ATOMHOTIO SAPA H CIIEKTPOCKOITHS
ATOMOB U MOJIEKYJ

VIK 535.37
M. I1. Aysuupm

BJIMSAHHE ONTHYECKOF HAKAYKH MOJIEKYJT HA
MONSAPH3ALIHMIO JTASEPHO UHAYLMPOBAHHOHM
®JIYOPECHEHIIMHM

Jlaraniickuit yHnEepcHTeT

B mHacrosiitefi crarbe OyAeT aHaJH3NPOBaH CAefymOllHit mpoiecc,
JlaaepHoe HanyyeHne ¢ noaspusaunteii E, norgouiaetcs moJiekysnaMi B oc-
HOBHOM COCTOSIHHH, KOTOPOE XapaKTepPH3YeTCH KBAHTOBBIM UYHCIOM YrJjo-
Boro mMomenta J;. Byfem mpesanojaraTh, KaK 3TO HACTO HMEeT MECTO B MO-
aekyaax [1], uro Ji>>1. TormoweHdne csera Bbi3bIBaeT AHNOJBHbIN nepe-
X0/ # co CKopocThio [, mepeBoAuT MoJeKyl1y B Bo30y:KIE€HHOE COCTOSIHHE
Je (cM. puc. 1). ITocae storo co ckopoctoio [' Mosekysa B pesyjpraTte pa-
AMALHEOHHOTO Mepexofa 0Ka3blBaeTcs B COCTOSIHHH J;, KOTOpOE He coBnajaer
¢ HCXOAHBIM coCTOsIHHEM J;, NPH 3TOM BO3HHKAeT JlazepHO HHAYUHPOBAHHAA
payopecueruus. B skcmepuMeHTax B BHIOPAHHOM HanpasJ/ieHHH PerHCTpH-
PYeTcs coCTaBisiouiasn 37Ol (uyopecueHUHH — H3JIydyeHHe C nospH3auuedi
Eq. [TpeanonoxiM, uto I'>>Tp, T. e. B030yxk1aiouikit cBeT He Bbi3piBaeT BhI-
HY3KIEHHbIX MepexooB. B OCHOBHOM COCTOAHHH MOJEKYJst C NONJIOILEeHHEM
cBEeTa KOHKYPHPYIOT pesiakCallHOHHBIE MpoHecchl, KOTOpble XapakTepHsy-
I0TCA CyMMapHoil ckopocThio y. Bostee nofApobHO 3TH penakcauHoHibie me-
ZAHH3MEL paccmoTpenst. B [1].

Tak kak AMNONLHBI MOMEHT ONTHYECKOro nepexofa HMeeT CTPoro ofi-
PefeNeHHYI0, 3aBHCAULYIO OT THIIA MOJeKyasipHoro nepexofa P(A=J.—Ji=
=—1), Q(A=J,—1;=0) unu R(A=J.—Ji=1) opHeHTaUHIO MO OTHOLICHHIO
K yraosomy moMeuty modekyast J (|J|=/J;) [2], To npH T'p >y B ocHOB-
HOM COCTOSIHHH BO3HHKAeT AaHH30TPOMHOEe N0 HanpaBJeHHAM pacrpesese-
HHE YrJIOBBIX MOMeHTOB J aHcaMOusi NOrioWAanmuX Motekya. BosHHKHOBe-
HHe TaKofl aHH3OTPOMUM pactpefiefeHHsi YIJIOBbIX MOMEHTOB OCHOBHOrO €O-
CTOSIHIIST HA3bIBAETCS ONTHYECKOM Hakaukoil mosexyn [3]. INocnepansst npu-
BOAUT K H3MEHEHHIO HHTEHCHBHOCTH H MOJSPH3ALUMI JTa3epHO HHAYHUHPOBAH-
HOit (ayopecueHiny, Brepeble BAMAHHE ONTHHECKOfi HAKAYKH HA MOJIEKY-
ASPHY0 (GuayopeciueHuso Gbl10 Mpefckasano aBropaMmi paborbt [3] u Bro-
CAEACTBHH HMH 3Ke 3KCMepHMeHTajinHo sapernctpuposato B [4]. Kak mo-
Ka3asin fanbHeiiline Hecjaegoauus [4—7], H3MepeHHs cTeNeHH MOJSPH3A-

Puc. 1. Cxema ypoBHeli H Tepexofos npH Ji
ONTHYECKON HaKauKe MOJIEKY.T
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1iiH HAYOPeCUeslli NO3BONAIOT ONPeAeanTh GeapasMepuuili napamerp y=
=Tpfy. HNanee, npamenss pasiHuible CHoco6H ofipepedens I'y, aBTOpPh
UHTHPOBAHHLX PaboT NMepeXofnii K 3HAYeHHIO y H TaKiM 0B6pasoM ycce-
ROBa/}i PENAKCAUHONHbIE NPOUECCH B OCHOBHOM COCTOSHHN TAKHX MOJIEKYJ,
Kax Nag, Ko 1 Ia ~

Ofwen npobnemoil Bcex 9THX paboT ABASETCH HaX0:KAeHHE CBA3H
ME#KAY CTENEHbIO NOJAAPHIAUMN (DIYOPECUEHUHH H NapaMeTpoM ¥, KOTOphIi
YacTO HA3bLIBAlOT [apaMeTpoM HealHefHocTH. B cayuae Beex BO3MOKHEIX
nepexofoB 37a npobiema pewanacs B paborax [8, 9]. Tak xak crenens
NONAPH3ANHI (QAYOPECUEHUNN KPOME THNA MOJNEKYJAPHHX HEPEXOA0B 34-
BHCHT TaKKe OT 3HAUEHH§ KBAHTUBOIO YNC/A4 YrAOBOTO MOMEHTa J/;, B pa-
Gorax [8, 9] npoGiaema pewanach Ans npouasoabHoro J; Hapsay ¢ oue-
BHAHEIMY NPEHMYLLECTBAMI TAKOM NOAXOA HMEEeT ¥ CBOA HeAOCTaTOK. Beuay
TOTO 4TO NOJYYEHHBIT pe3y/bTaT BLIPAAKAETCH B BHAE OTHOLWIEHHH CYyMM NO
MarHHTHOMY KBaHTOBOMY uncay M, KOTOpPHii ¢ WaroM 0AHH H3MEHSETCa OT
—~Ji no Ji, B cayuae J;>>1 pacueThl CTaHOBATCSH TpoMO3AkHMH. B To xe
BpeMd, HCNOAL3YA ACHMNTOTHYECKHI] NOAXOA, Koraa J—-oco [10], MomkHO
ANf 3TOTO Cayvas NOAYYHTh TPOCTYIO CBA3b CTeNeHH NOAAPH3auu# (hayo-
PecUeHHH ¢ napaMeTpoM ¥. IT0 i OyAeT ABAATHCH LeNbl0 AaJbHeilllero
H3JI0KeHH . ‘

B pamxax anaansupyemofi MoAenH pacnpefe/eHHe YIJIOBHX MOMEHTOB
MOJIEKYNIEl B OCHOBHOM COCTOSHHN BhipakaeTcs B Bije [3]

1 1
P8 ) = TG &

rae dynxuna G(O,4p) — BepOATHOCTL TOFO, YTO MOJEKYJa C YFJOBHM MO-
MEHTOM BJIOJb HANPaBAEHHA, XAPAKTEPH3YEMOro CHEPHYECKHMH yraamH 6,
§, NOTAIOTHT CBET 3a7aHHOA NOJAPH3ALUNH. DTy BEPOATHOCTb MOMKHO PACCYH-
TaTh Kax [10]

1

0(6.9)= | X BDea (9. 0,0) [, @)
Q=1

rae E9 — uuKIMYeCKHe KOMNOHEHTH EAHHHYHOTO BEKTOPa BAOAL BeKTOpa
noaspHaauny_Bosbyxaaiomero csera, a DgaV(p, 8, 0) — D-dynxuns
Burnepa [11]. Ecau Bo3Gyxjenne BeleTcsi JIHHERHO NOJSPH30BAHHBIM CBe-
TOM, TO, BHIOPAB 2-0Chb BAOJbL BEKTOpa TNOJAPH3AUHH cBeTa Aas Q-THna no-
FJIOUIEHNS, NoJy4aeM

1 1
W= I+ycos?® ’ (3)
a nna P u R tuna
1 i .
P,RPi= pp . (4)

l+%xsin28

B cayuae unpKyaspHo NoJspH3OBAHHOTO BO3GYH#AeHHS, Koraa yao6Ho z-0Ch
HanpaBuTh BAOJbL BO3GYKAAIOLIEro Ny4a, NoJyyaem

.1 1
Wp'i= ' (5)

y :
i l+31—-xsin98
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BHE 3aBHCHMOCTH OT TOrO, SIBJASICTCA JIH CBET MPEABO- HJH JIEBOTIOJNI A PH30-
BaHHBIM H

1 1
4n

(6)

4
P,RP i=

1+%(1$cos 8)?

rie 3HaK MHHYC COOTBETCTBYeT P NOIJIOLIEHHIO JeBOMNo/stpH3oBaHHoro (/)
cBeT2 H R — moraoufeHHIo NpaBoMOJSPH30BAHHOLO (r) cBeTa, a 3HAaK
mioc — (R, I} n (P, r) cayyawo. BBuAy oTCyTCTBHS eLHHOrO MOAXOLA K
onpejeNeHHio HaNpaB/eHus UHPKYJAPHOCTH CBeTa CJEAYET OrOBOPHTH, UTO
B HacToOsilleil CTaTbe NPaBONOJSAPHIOBAHHLIM Ha3BaH cBeT, E-BekTop KOTO-
poro BpauiaeTcst NO 4acOBOH CTPEsKe, €CAH CMOTPETh HaBCTPeuy Mydky, a
MeBONOSPH3OBAHHBIM — BPalLAOUHICA NPOTHB YacoBoil crpenkd. [lajin-
Heifuiife pacyeTsl 3aMETHO YMPOCTATCH, €CJAH BMECTO CaMHX OYHKUH{
pi(8, p) HCMOAL30BaTL KOSDOHUHEHTH @o* HX Pa3JoNKeHHs Mo cdepHyec-
KHM OYHKUUAM Yu (8, @) [I1]. Takoe paasnomxenue yao6so nposectn B
suge [10]

4n '
%= e () ’ Yu » i 3
ww'= 1 oI 0108, ) Y8, )sin 6dedy 7

a caMu KOo3QOHUHEHTH @o* MPHHSATO ‘HA3bIBATE NMOJAPH3ALHONHBLIMH MOMEH-
ramu [10, 12]. HspecTHo, uTO Ha CHrHAJ Ja3epHO HHAYUHPOBAHHON (Jyo-
PECUEHLHH HEeNMOCPeACTBEHHOE BJHAHHE OKAa3bIBAIOT JIIIb MOMEHTHl (g*
paira x<<4 [10, 13]. TToayuennsle B pesyiabraTe pasnoxenus (7) 3Haue-
HHS @o* nas dyskuuit (3)—(6) npusegenst B Tabiu. 1

Pacnpeseneniie yrioBbix MOMEHTOB MOJIEKYJ B OCHOBHOM COCTOSHUM
OKa3hlBaeT HefocpefCTBeHHoe BAHSHHE HAa TO, KaKUM OyleT pacnpefiejeHue
B BO3GYKICHHOM COCTOSIHHH (8, @)

(8,9) =12 0:(6,9) G (8, 7). ®)

Ecan p.(8, p) xapakTepH30BaTh C MOMOLLLIO [O/IPH3AMHOHHLIX MOMEHTOB
fo¥, KOTOpEle MOAY4AlOTCA AHANOrHYHO Q%, TO CBA3b foK C qo* maer dop-
myna [13]

I
fok =12 N & FxeCELa* (Bay g, (9)
P4 1
rae
2X+41) (2x+1 *
K1’X“=(—1)AV ( ;-K-)i-(lx—}-) Ciai-aClxoxo, (10)
y i
0¥ (Ba) = D, (~ 1) 959 (E9) *Clpha (1)
V2X+1 Gmnt
a Cahep — koaduuuent KueSwa—Topaana, Uepes MoMenTst foK Hero-

CPEJCTBEHHO BEIPAXKAETCS HHTEHCHBHOCTh (PJIYODECLEHUHH C MOJispu3alineft
Eq [10, 13]

I=(-1)¥ Z, V2K + 1, S afok @ok (Eq), (12)
):4
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Tadanga )

[10.1ApugaUONHbIE  MOMEHTbL punet %<4, BOHUKAIOWUE HO HUKHEM YPOBHE NpH 1020-
wenun ceera. Flpw 102a0uenuy WUPKYAAPHO MOASPH303aHHG20 ceera Ha P,R-nepexodax
sepxuue snaku orsewwior (Pyl) w (R, r) a wmoknue (P, 1) u (R, 1) noezrougenuto

JaneRK0 noJApH3GBaHHOe
BOIDY HACHNE

Unpryrapro nonapasopanHoe
HO3Oy KaeHie

1 i
o® 4 farctg g2 27l Arcthra, a?=1 42y~
l{)ol 0 0
- 1 1
° @t n 13— (3 - d)arcigy? —#7'[3—{3a—a=")Arcth a}
g o’ 0 0
g
g fpa‘ S __l_ X—I [ ._.ili). _70x-"+ —x*"' [—- .E5_ _‘35_‘1 -
g 16 3 144
& I, 35 0 3
+(70y 2460y *+ - (—4—0"’— -4— a+—a-t ) X
1 ]
+6;-(:2)arctgf"] KAreth a ]
_ : ) !
o’ 2z~ 'a-V Arctha, @*=142¢" g arcig¢?
) 1
o' 0 £y 2 arclg @ F ¢~ In(14%)
3 s
" Po? —5%~'[3— (3a—a~') Arcth a} 6! (% '*'-6xv—;)arctgx;—
= -3yt In(1+4%)
g S S
2 o 0 F20% (g 2—30y ?)arctg yis:
E— £ (10x-2 =67~ ") In(1+%)
, » [ 55, %, 10024331 s 70
Qo A a2 Ty, -———.3A+(x—
3 , s
- ( Ta“— -——a+—;— a")X =102~ Nin(14+%) + (70 24—
3 ) i
YArctha —90y ;+x‘;) arctg x;

rae MoX Ha 3TOT pa3 xapaKTepH3yeT NosApH3auHio nabionaeMoro cpera, a .
N=J—~I; ‘

B cayuyae anHeiHO NOASPHIOBAHHOIO BO3OYKAeHHS HabmonaeMBlM CHI-
HaloM TPajHUHOHHO fABJAAETCH Anbo CTeNeHb NONAPH3ANHA &, Mubo CcTe-
neHn aHu3oTponuy K gayopecuenuny, HadiloAaeM0l 0PTOroHalkHO BO36Y K-
[eHiio. ITH BeJaHuHHb onpepeasioTces Kak (cm. puc. 2,a),

IU—IJ_

#= h+1y

. (13)



HuTeHcUBHOCTb, CTENEHb NOARPUSAUU

W U CcTenens QHU3OTPOnUU (hAayopecyenyuu npu AuHESHO NOARPUSOBAHHOM

Tadbauy-=»

8036yscdenuu

iTepexox ~=.._. # R
ot T I _t ! 3 1 1
Q1Ql :_lida.ﬁl AMIxL.+x ? arctgy? v 3 2(3x~'+1)arctg x>—-9x~! =31+ (3 2+x Harctgy?
' 1 ¢ 1} L
3 1 1 -3 3 - -
.y 1T 2 - == - 3y r(y-t-tyarctgx?—-3x~'+4 22y 2arctg x?
~._.)\ﬂ ry ﬂ.wﬂ.qxlp —(x 2y Parctg? w

(P.R(P, R

(PR}

(P, R)1Q¥

N__IH - [5—3a%+ (3a—* —6a+3a®)Arctha |
r ' |

1
I zw. < [14+304+3(0-1~ at)Arcth ]

a?=142y~!

! L 1

Jn - Pa—p— -
L~ [6x—'+4—6(x >4y ?)arctgx’]

3 1 i

K - - -
[~ 34430 2y ?arctg y?]

:klw. [—2+3a2+3(a —a%) Arctha]
v 1
L ~t [5—3a243 (' —2a+a®) Arcth a]

§—9a2+ (9a%—12a+3a~") Arcth a

11—3a2+ (30— 12a+9a—')Arcth a

1 1 1
9-— Gxu .m+wx.mv arctg x.».

1 1 1
34+8y—~ wa;.».+ oxnlv arctg xul

~9+902—3(a~'—4a+3a%)Arcth a

1+3a2+3(a—!—a®)Arctha

3—-3a24(a—'—4a+3a%)Arctha

4+44(a—-t—a)Arctha

t 1 1
3— Amxl m.+ xwlv arctg xm

1 1

»xl»xw arctg 3

—3+3a%— (a—'~4a+3a%)Arcth a

24-2(a-'—a)Arcth a
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Tabanga 3

Tlepexon 5,0 c
T .< m 2 -] 3 > E
Q1Q} ;.olﬂ Mln + (a~!'—2a+4-a?) Arctha U
a?=142y-!
v llw f— I- 1
PPy rt.am:ngﬁiwx * aretg %) x Zarctg x*—x~! In(1+%)
¥ -z X - wlmx-ra-“.uwx.ws%um.f;-_ In(14+%)
R1R} Tore e 1=371=3(y *—x. %) arctgxt+x~! In(1+%)] 3
PR Lo~ [1—3y-1-3 = :.w..nim mix-_ In{1+%)] -2 o
srp BT T D arek xtin(l4+y)—y arctgy?
RYPy v -2 b 2 L. '
t :zﬂcs&-:&x 2 arctg ¥?) m.nmxa_lx 22y Yarctg x*+x~! In(14%)
Y
1,0 ~— {143a%+3(a——a%)Arcth a]
e R T 0
a?=1+2y-t
s 1
P, R)1Q} Tro e (1466 arctg 0

-t in(14p)]
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Puc. 2. TeoMerpus sKcmepHMeHTa npH Ha- ¢ ?
GMiofeHlid JasepHO HHAYHHPOBAHHO (yo- : [
pecleHilii: @ — JIiHeHH0 noJspH3IOBatiHOe [ o
Bo36yxAeHHe, 6 — HHPKYAAPHO MNOJAPH3O- 13 " Is
palHoe BO36yxnexHe I,
Y / g y
/ %
X X/ (33
a )
-1,
R =t 14
Tvrol, (14)

B cayuae uHpKyAsPHO MOJISPH3OBAHHOrO BO3GYK/IEHHS PErHCTPHPYETCS LHUP-
KynsipHas noaspHaauus ¢payopecueHUHH COryacHO cxeMe pHc, 2,6

I,—1I, e
C=—r—-rrr, 15
Is+1o ( )

rae Iy — xoMmoHeHTa diyopecueHIHH TOH Ke WHPKYJSAPHOCTH, YTO H BO3-
Gyxnaroumuii cser, a I, — npotHBonOAMEKHO{ HHPKyAspHocTH, Clexys npu-
BeleHHOfI cXeMme, Mepexofsi oT ¢¢* K& H'K, nojydeHHLIe pe3yiabTaThl HJist
JuKefiHo MoJAPH30BAHHOTO BO3OYKAEHHS W BCEX BO3MOMKHEIX KOMGHHAIHE
THIIOB MepexofloB B norjottienus (1) u nanydeduu (}) MOXKHO cBECTH B
tabn. 2. Gopmyast Lis P ot ¥ & pripr) ObUIH JPYTHM METOLOM MOJY-
yeHb! panee, mepsast — B pa6ote [3], a Btopas — B [14]. Anansoruusse
pe3ysbTaThi AJAst LHPKYJNSPHO MOJNAPUIOBAHHOIO BO3OYMKAEHHS MPHBENEHE!
B tabua. 3. : \

[Hoayuennste dopMyJibl BMecTe ¢ pesyastatamu pabor [8, 9] maror moa-
HOe NpeACTaBJIeHHe 0 3aBHCHMOCTH MOJSPH3AUHOHHBIX XapPaKTePHCTHK MO-
JlekysapHolt dayopecueHuHy or napamerpa HeauHefiHoctd . Cueflyer HMeTh
B BHAY, UTO MOJYUEeHHBIe (OPMYJIB IPABHBHO OMHCHBAIOT 3TY 3aBHCHMOCTD
O TAaKHX 3HayeHHit y, MOKa MOMKHO CYHTATh BHIMONHSIOMHMHCH HPEANOJIO-
KeHH 006 OTCYTCTBHH BBIHYKAEHHbIX mepexosoB. Hakowew, Bompoc o ToM,
HAYMHAS C KaKHX 3HayeHuit J; MOXKHO CUNTAaTh NMPHMEHHMBIM npegen Ji>>1,
CHJIBHO 3aBHCHT OT THMHOB mepexoaoB. Tak, COBMecTHbI# aHaJH3 pe3ynbTa-
ToB pabor [8, 9] u Hacrosueii pabotsl flokassiBaer, yro HauGosee Guaaro-
MPUSATHASE CHTYALUst HMeeT MecTo A Q1 Q) Tuma repexoloB, KOrfa acHMII-
TOTHYECKHX Mpefes ¢ TOYHOCTbIO H3MepeHHs P HR, JOCTYNHOH B 3KCHepH-
meHte, focruraerca yxe npu J;~10. Haumenee GuaronpusatHas cHTyauus
-umeer mecro aas (PAP}) u (RYR}) tunos mepexofos, rie Takoii nmpepen
hocturaercs auuip npy J; ~ 100,

Bersoael. Ha mnepselii B3rasn MOXKET 1OKa3aThCs, YTO BJAHSHHE
ONTHYECKON HAKAaYKH MOJEKYJM Ha HHTEHCHBHOCTh H IMOJIAPH3ALHIO Jia3epHO
HHIYUHPOBaHHOHK QayopecueHunn ecTh Hekas 3K3oTHka, Ha camom xe
lese, ecay HCHOMb30BATHL Ja3epHble HCTOYHHKM BO3DY:KAEHHS, HeJIuHeliHble
3pdeKTHl, TO B YaCIHOCTH ONTHYECKAsl HAKAa4YKa MOJIEKYJ — SIBJIEHIIe OT-
HIOJb He PeIKOe, H YMeHHe ero OUEHHBATh H YYHTHIBATh MQIKET QKa3aThCd
HEOGXOAUMBIM KaXKAOMY CHEKTPOCKOMUCTY.
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THE INFLUENCE OF OPTICAL PUMPING OF MOLECULES ON THE
POLARISATION OF LASER INDUCED FLUORESCENCE

M. Auzin'sh

Summary

The influence of nonlinear light absorbtion on the degree of pola-

risation and circularity of laser induced fluorescence has been analysed
for various polarisations of incident light. The analytical expressions for
dependence of intensity, degree of linear polarisation, anisotropy of pola-
risation and degree of circular polarisation upon the parameter of non-
iineafiity in the limit of high angular momentum values have been ob-
ained.
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