A.l. NaernH n ap. O And@y31oHHON ANCCOLMaLK aTOMHBIX 1 CyOaTOMHBIX CHICTEM

B

YIK 538.3:51

0 OM®dY3NOHHON AUCCOLMALIMUA
ATOMHBIX U CYBATOMHbIX CUCTEM
HEJIMHEMHO CBA3AHHbLIX YACTUL

A.l'. NaBkuH, M.B. MbiceHko, U.H. AHTOHOB*

CapaToBCKmit rocyapCTBEHHbIN YHUBEPCUTET
E-mail: tmf@sgu.ru
* CapaToBCKMiA FOCYAAPCTBEHHBIN TEXHUYECKUI YHUBEPCUTET

B maHHoi paboTe YMcneHHo nokasaHo, YTo ckopocTb Anddy3MOHHON
AMCCOLMALIAM CUCTEMBI HENMMHEIHO CBA3aHHBIX YacTuy, (Tuna mone-
kynel HCI) B none nasepHoro uanyyexusi UMeeT NOpOroByH0 3aBUCH-
MOCTb OT MHTEHCUBHOCTW W3My4eHUs, HavanbHOM 3Heprun koneba-
HWIA 1 BPaLLEHMS! MONEKYNbl M YMEHbLUAETCS MO Mepe nepexofa ot
NIMHENHON NONSAPU3ALINM U3NYYEHUS K LIMPKYNSPHON.

KnioueBble cnosa: auddysnoHHas guccoumaums, cuctema Hemu-
HEHO CBSI3aHHbIX YacTWL, WHTEHCUBHOCTb Na3epHOr0 W3ny4eHus,
3Heprus konebaHuit 1 BpaLLeHWsl, Nepexod OT NINHEHON nonspuaa-
LMW M3NYYEHUS K LMPKYNSIPHON.

On Diffusive Dissociation of the Non-linear Coupled Particles
of Atomic and Subatomic Systems

A.G. Lavkin, M.B. Mysenko, I.N. Antonov

In the given work it is numerically shown, that the nonlinear coupled
particle systems (type of the HCI molecule) diffusive dissociation rate
has the threshold dependence on the laser radiation intensity, the
vibrate and rotate particles system energy and decreases in process
of transition from linear polarization of radiation to the circular.

Key words: diffusive dissociation, nonlinear coupled particle system,
laser radiation intensity, vibrate and rotate energy, transition from
linear polarization of radiation to the circular.

Haubonee obctostensHo anddy3rnoHHAs
MOJIeTh BO30YXK/IEHUS W pa3Baja CUCTEM HEIH-
HEHHO CBS3aHHBIX YACTHI[ BO BHEIIHEM TIIOJE
U3ydeHa TEOPETHUYECKH U IKCIEPUMEHTAILHO B
CJTy4ae BBICOKOBO30YXJICHHOTO aToMa BOZOPOa
B cmusHOM CBY m0i1e, McCIeIOBalNCh TaKXKeE
TSKETbIe aTOMBI BO BHEIIHUX momsix [1]. «IIpu-
TOTOBJICHHBII» B BBICOKOBO30YXICHHOM CO-
crostHuM (n > 30) atom Bomopoaa MOIUUMHSAETCS
3aKOHAM KJIaCCHYECKOM MeXaHUKH. B jocrarou-
HO CHJILHOM 3JIEKTPOMArHUTHOM ITOJIE (C 4acTo-
TOW ®©) HETTMHEWHbIe KOIeOaHusI AIIEKTPOHA CTa-
HOBSITCS XaOTHYECKWMH, YTO MPUBOIUT K JHU(]-
(y3uoHHOI MOHM3anuMu aToma Bojopoza. [Ipu
3TOM DJICKTPOH HAOHMpaeT PHEPIHI0 IMOCTEIICH-
HO — Yepe3 OOJBIIOe YHCIO aKTOB TOTIIOMIEHS
U HU3ITy4YCHUA (I)OTOHOB, u BpEMA HOHHU3AIWU
aromMa CYIIECTBEHHO (Ha JBa—TpU TIOPSIKA)
MPEBBIIIAET TIEPHO OOpAaIIeHUsI AIIEKTPOHA 10
HEBO3MYIIEHHOH opbute. BepostaocTs nuddy-
3MOHHON HMOHM3AIMU PE3KO BO3pacTaeT, €CIu
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MOJIE JIOCTUIaeT KPUTUYECKOW BEJIWYUHBI E,. =
=Q,/ (con4), e Q, = n° — vacrtora oOparieHus
anekTpoHa. [lpu panpHelmeM yBEIWYEHUHU WH-
TEHCHBHOCTH TIOJISI AKCIIEPUMEHTAIBHO HAOIIO-
JaeTcsl cTabMiau3anys U JaXe NOoJaBiICHHUE Be-
posTHOCTH MOHW3anWu. P Mmoneneit atoro s¢-
(hekta oOcyxaercs B padborax [2, 3]. Benuuuna
E. 3aBUCHUT OT 4acCTOTBI, MOJSAPU3ALMU IIEKTPO-
MarHUTHOTO I10JIs1, @ TAK)KE OT BHEIIHETO KBa3H-
CTaTU4YECKOr0 MArHUTHOTO IIOJIS, TEIUIOBBIX
Gbaykryanuii [4]. E, MEUHUMAaTBHO TIpH © = Q,, .
I/IMCIOHII/ICCSI AHAJIUTUYCECKHUE U HallMW YUCICH-
HBIC OIICHKHU YKa3bIBAIOT Ha OTCYTCTBUC BJIWS-
HUSl DJIEKTPUYECKOIO II0JII Ha BEPOSTHOCTH
muhdy3uoHHOW WOHM3aIMU (CM., HANPHUMED,
[5]) m crabmim3aiuio MarHUTHBIM IIOJIEM CHC-
TEMbI CBS3aHHBIX 4acTHUI OT pa3Bana. llpuunHa
YKa3aHHOM CTaOWIN3allMi COCTOUT B «3aKpy4H-
BaHUN» CHUJIbHBIM MArHuTHBIM IIOJIEM TPACKTO-
PHUM 3apsOHKCHHOW YacTHIIBI, & 9TO YBEJIUYMBAET
BpeMsl «OTHOaHWS» WIH «TYHHEIUPOBAHUSI»
YyacTUIel MOTeHIMAILHOTO Oapbepa COOTBETCT-
BCHHO B KJIACCHUYECKOM HJIM KBAHTOBOM IIOJXO-
nax [6].

HpH o << Q,, Xa0THYECKasA UOHU3AIUI UC-
Ye3alle Maia U NpeodiaiaeT TyHHENIbHAs HO-
Huzanus. XaoTH4ecKas HOHM3alMs HCYe3aeT U
npu © >> Q,, B 3TOM Ipeese yayqlIaloTcs yc-
JIOBUSL IPUMEHMMOCTH TEOPHHM BO3MYIIECHHUH,
T.€. YCJOBHUSI MCIOJIB30BaHUS MHOTO()OTOHHOTO
npeznena. TyHHenapHas 1 MHOTO(OTOHHAsI MOHU-
3alWd, B OTINYNE OT AU PY3HOHHOH, TPOUCKO-
JIAT TIPUOIM3UTENHFHO 332 BPEMsI OJJHOTO 00opoTa
3JIEKTPOHA IO HEBO3MYLIEHHOW opOuTe.

AHanornyHble SIBICHUS BO3MOXHBI M B
ciayyae MoJIeKyl B nosie uHTteHcuBHoro UK na-
3epHOro uainydeHus. OnHaKo MpsIMbIe SKCIEPU-
MEHTAJIbHbIE JAHHBIE IJISl 3TOrO Cly4das OTCYT-
cTBYIOT [7]. UTO KacaeTcss MOJIEKYJ, HaxoJs-
IIMXCS B BBICOKOBO30Y)KICHHOM 3JIEKTPOHHOM
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COCTOSIHHH, TO HE BbI3bIBAET COMHEHHI, YTO K HUM
B IOJIHOH Mepe OTHOCHUTCSI CKa3aHHOE BBILIE OT-
HOCHUTENILHO BBICOKOBO30YKA€HHBIX aTOMOB.

B cimyuae monekyii, BO30Y)XICHHBIX B BbI-
cokue KoJjiebaTenbHble COCTOsIHM [8], Hanboee
JNOCTYIIHA JJIsl TEOPETHYECKOTO HCCIIEIOBAHUS
JByXaTOMHas Mosekyia B noje MK uznyuenus.
IIpy nupKyJISIpHON MOJIpU3ALMM W3IYy4YEHUS B
JIBYXaTOMHOM MOJIEKYJIE PEATU3YETCAd PEKUM
M30JIMPOBAHHOTO HEJIMHEHHOro pe3oHaHca, U
OUHAMHUKA MOJIEKYJIbl HMEET peryJspHBIA Xa-
pakrtep [9]. [IpyHIHMIIHANBHO HHOUM CTaHOBHTCS
JUHAMUKA MOJIEKYJIbI [pU JIMHEHHOU NOJIsApu3a-
MM U3nydeHus. B 3ToMm cinydae B cucteme pea-
JU3yeTcs PEKUM B3aUMOJICHCTBYIOIIUX HENH-
HEHHBIX PE30HAHCOB, U UMEET MECTO KBa3HCITy-
yaliHOE W3MEHEHUE moJjigpru3aluu MOJICKYJIbI BO
BPEMEHH, YTO NMPUBOANUT K KBA3UHETIPEPHIBHOMY
CIIEKTPY COOCTBEHHOTO U3ITy4EHHUS.

Juddy3noHHBI MeXaHW3M AMCCOIHAINN
MHOT'OATOMHBIX MOJICKYJI BO3BMOXKCH IIPH IMOPOTo-
Boit nutencusHocTH MK m3nyuenns > 10° Br/em’.
Jis nByXaTOMHBIX MOJEKYyd TpeOyeTcst Oolee
WHTEHCUBHOE uMmyinbcHOoe WK  wu3nyuenue
> 10" Br/em® mmTensHocThio = 1 IIC, 4TO B
MPUHLMIIE JOCTHKUMO NPH (HOKYCHUPOBKE U3ILY-
YEeHUS UMITYJIbCHBIX JIA3€POB.

OTMeTnM, 9TO C pa3BUTHEM TEXHHMKH IaM-
Ma-JIa3epoB, MO-BUINMOMY, PEaJIbHBI IKCIEpH-
MEHTHI 10 00pa30BaHHUIO W3 BaKyyma Map Jer-
YaWIIMX YacTULl — BJIEKTPOHOB U MO3UTPOHOB
(3mech WHTEpeCHa aHAIOTHA ¢ POTOOOpA3OBAHU-
€M Iap «3JIEKTPOH—ABIPKa» B IOJYNPOBOIHU-
Kax) [6], karanm3y SOEpHBIX pEakIii, B TOM
grcne U A Qy3noHHON «IHCCOIMAAN» SIIEP
[10]. CooTBeTcTBYIOIMINE OIIEHKU TAKXKeE Clena-
HBI B JaHHO# padote (A ~ 0,1 um, T ~ 80 11c).

PonctBenHoCTE  mudpy3nmOHHOTO Mexa-
HHU3Ma AMCCOLMAINY MOJIEKYJ B IOJIE Ja3epHOr0
H3JIYUCHHA C ABJICHUCM «TCpMaIU3alln» HEJIN-
HEHHOM CTPYHBI M IPYTUMH XaOTHYECKHUMHU -
(hexTaMH HEOAHOKPATHO MOAYEPKUBANACH B JIU-
Teparype (cM., Hanpumep, [8]). B manHoit pabo-
T€ clleJIaHa OLIEHKA II0POr0BO HHTEHCUBHOCTH [
JIA3€pHOTO M3JIyYEHHUs], BEAYLIEH K MEXMOJOBOM
(mnddy3noHHOI) TIepeaaye SHEPTUH U B KOHEY-
HOM cueTe K nupQy3uoHHOHN TUCCOLUAIUN MO-
JIEKYJIBL:

Momnekyna | COS CCly 0s0y4 SFs BCl;
I, Br/em® 10" 10" 10° 3008 10®

14

OTH OLEHKH COTJACyIOTCS C DKCIIEPUMEHTOM:
npu I < 10° Br/cm® Habmionanach AMCCOMMAIIS
monekyn OsO,4, SFq, BCl; Torma kak mpyrue
YKa3aHHbIE BBILIE MOJIEKYJIBI HE IUCCOLMMPOBA-
. PaccmaTprBaeMblii MEXaHU3M JIHCCOIMALIUN
ABIIIETCS «KJIACCHYECKH PA3PEIICHHBIM», HO U3-
32 KBaHTOBBIX («TYHHEJIBHBIX») 3(PPEKTOB IO-
poroBoe 3HaueHue I Moxker ObiTh Hmke. Ha-
npuMep, A Moyiekynbl SFg sKkcrepuMeHTalb-
Has BenuuumHa [ Ha HOPSOOK MeHblne. boiee
TOYHBIE OLEHKU IIOPOrOBOMl MHTEHCUBHOCTH [
BBINIOJIHUTh HE YJAeTcs, TaK KaK OTCYTCTBYET
HEOOXOUMast IS 3TOr0 TMOJAPOOHAs CIEKTPO-
MeTpudeckas nHpopmarms. B pabote [8] Taxke
NpPUBEICHO KadeCTBEHHOE OOBSICHEHHE Mexa-
HU3Ma HEOTPaHWYEHHOro HaOopa 3HEPruu MO-
nekynod. BospeilicTBue Ha NaHHYI0 MOAY CO
CTOPOHBI JAPYTHX MO COMBAET HEPETYyJSPHO €e
(hazy. DTO PKBHBaJEHTHO BO3JEHCTBHIO Ha He-
JIMHEWHYIO CUCTEMY CITy4YailHOW BHEIIHEMN CUJIbI,
a 3/1eCh HaKa4yKa SHEPIUu B MOy OUCBH/IHA.

B pabote [9] uncIeHHO-aHATUTUYCCKU HC-
CJIEZIOBAJIACh TMHAMUKA JBYXaTOMHOH MOJIEKY-
ael TMna GeO B UUPKYJISAPHO U JIMHEHHO-
nosisipu3oBaHHoM MK m3imydeHHH BBICOKOM HH-
tencusroctH 10'°+10"" Br/cM® ¢ yuerom Bpa-
IIEHNUs MOJIEKYJbl. B ciyyae mupKysasipHO HOJs-
PU30BAaHHOIO  HW3JIy4EHHUs IPOAHAIM3UPOBAH
CIEKTp KBa3M3HEPruu MOJEeKynbl. bbuio moxa-
3aHO, YTO IPU JIMHEHHO-TIOIAPU30BAHHOM H3ILY-
YEHWU MMEET MECTO XaoC B ITMHAMUKE MOJIEKY-
nbl. B gacTHOCTH, M3MEHEHHe MOoJApU3alMd MO-
JIEKyJbl CO BPEMEHEM HOCUT KBa3UCIy4alHbIN
XapakTep, YTO MPUBOAUT K KBa3UHETPEPHIBHOMY
CIEKTPY COOCTBEHHOT'O M3y4YEHHUS MOJIEKYJIBL.

OrpaHMueHHOCTBIO M3BECTHBIX paboT SB-
JSIETCSL TO, YTO B HUX PAacCMaTPHUBAIOTCS JIMIIb
MaJible, IO CPaBHEHUIO C MEKaTOMHBIM B3aUMO-
JIEHCTBUEM, JHEPTruu KojeOaHWil W BpalieHus
MOJIEKYJIbI (Mayible KBAaHTOBBIC uWcia). B nmaH-
HOH paboTe uccienyercss Ha IpUMEpe IBYX-
aTOMHOM MOJIEKYJIBI (THUIA XJIOPUCTOTO BOJIOPO-
na HCI) 3aBucumocTts ckopoct audpy3noHHOH
JUCCOLMAIUY MOJIEKYJIBI OT HHTEHCUBHOCTH (/)
U smuntuyHoctu nosspuzaruu (P) UK uzmy-
YeHUs, OT HAYaJbHON OSHEPruu BO30YXKAECHUS
koneGarensHoit (E°,) u BpamatensHoit (E’)
crenieHerr cBo6oabl. [Ipu 3ToM paccMoTpeHue He
OTPaHMYEHO MaJIBIMHM KOJEOAHUSIMH HIIM KeCT-
KOCTBIO POTaTopa.

Hayyrbiri oTgen
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VYpaBHEHUSI [BIKEHHSI ABYXaTOMHOU MO-
JEeKynbl B (X, ))-IUIOCKOCTH, HOPMaJbHON BOJI-

HOBOMY BekTopy noiyia MK u3nydeHus, UMEOT
Bux [11]:

Ui = ué*r —C;—U +q(E, cos @cos(wt) + E, sin @sin(wt)),
r

Ui = 10%r —CZ—I}{ +q(E, cos@cos(wt) + E sinFsin(wr)), (1)

ur = =2 i - q(E, sinf@cos(wt) = E cos@sin(wt)),

I7ie TOYKa 03HavaeT MPOU3BOJIHYIO 110 BPEMEHH,
U=1631"r,g=0810"" CGSE - sdpdpex-
THUBHBIN 3apsijl ¢ YYETOM YaCTUYHO MOHHOU CBS-
3u monekynbl HCl, r — paccTossHuE MexIy aTo-
MaMH MOJIEKYJNHI (B paBHOBecuu 7, = 1.29 anrc-
TpeM), w, E — 4acToTa W HaIllPSHKEHHOCTH JJIeK-
TPUYECKOTO IOJII MHPPAKPACHOI'O H3ITyUEHHS
(P=E,/ E,), 8- da3a Bpamenus Bextopa r, U —
noteHman Mop3e ¢ mapamerpamu D = 4.5 3B,
a=3.66A"

VYpaBuenus aBmwxeHus (1) pemanucey duc-
nenHo. IIpu sToM wacToTa w BBIOMpanach pas-
HOM XapakTEepHOW YacTOTe KOJIeOaHW IBYyX-
ATOMHOI MOJIEKYJIBI Wy =0.369B(5.45:10"°T'wy),
JUIS OLIEHOK Ha SAEPHBIX MacIiTabax cOOTBETCT-
BEHHO [l12] nOpHHUMAaIUCh BEIUYMHBI W,, =
=2.2-10"° TT', r, = 1,210 nm, D = 2.0 MaB.
Cxopocts audpy3noHHON AMCCOIMAINNA JIBYX-
ATOMHOH MOJIEKYJIbI OLIEHHBAIACh IO BPEMEHH T
YBEJIMUEHUS MEXAaTOMHOI'O paccTosHus (B MO-
MEHT pacrnajia MOJIEKYJIbl) 0 YIBOCHHOTO paB-
HOBECHOT'O 3HAYCHHS.

PacueTsl mokaszanu, uro (r, dr/dt) — nna-
rpamMa mporecca AudQy3HOHHONW AHUCCOIHa-
U MOJICKYJIbI B IIOJIC HHHGﬁHO-HOHﬂpH?:OBaH-
HOTO MH(PAKPACHOTO HM3JIyYCHUs, HE OIHCHIBA-
ercsl peryispHoi kpuBoi. IlpenensHoe MHOXeE-
CTBO CCUYCHUA HyaHKape ABJICTCA ITOAMHOXKE-
CTBOM JTOM HEPEryJIsipHOM JUarpaMMsbl, 4YTO
MO3BOJIIET CHEJIaTh BBIBOJ O XAOTUYHOCTH [H-
HaMHUKHM MOJIeKysbl. OO0 3TOM ’K€ CBHUIETENIBCT-
BYCT U 4BHO IIOJIOXKUTCIBHOC 3HAYCHUC MAKCH-
MaJIBHOT'O JISTYHOBCKOT'O TTOKa3aTeIsl.

Pacuernas 3aBucumocTs BpeMeHH AUPPyY-
3MOHHOM Jucconyany T OT HHTEHCUBHOCTH JIU-
HelHo-nonsipu3oBaHHoro UK usnydyeHus nmeer,
KaK 3TO BHJIHO U3 pHC. |, TOPOTOBBIN XapakTep.

IloporoBoe  3Ha4YeHHWE  HMHTEHCHBHOCTU
~ 10" Br/em” mudppy3HOHHOM AMCCOMMAIINN MO-
JIeKyJbl M YUCJIO Yy4YacTBylommx B Auddysun
pe3oHaHCOB (1 = 4) corjacyercs C aHaJUTHYe-
CKHUMHU OLICHKaMMH.
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Puc. 1. 3aBucumocTts BpemeHu qudy3noHHOHN Tucconranm
JIByXaTOMHOHN MOJIeKyIbl OT umHTeHcuBHOCTH UK m3nmydenus

(E°,=3.559B, E’.=E107)

3aBHCUMOCTh BpeMEHU JIUPPY3UOHHOU
JUCCOLMALMM ABYXaTOMHON MOJIEKYJIBI B IIOJIE
nuHenHo-nonsipu3oBanHoro MK wm3nydeHus ot
HayaJbHOW PHEPruu ee KonebaHuil npescrasiie-
Ha Ha puc. 2. BuaHo, 4To CKOpPOCTh AMCCOLMA-
IIMM YBEIMYMBAETCS ¢ pocToM £,
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Puc. 2. 3aBucumocts Bpemenu auddy3noHHON IHCCOLMaluT

JIByXaTOMHOM MOJICKYJIbI OT Ha4aJbHOW 3HEPTHH ee Koyeha-
o 15 2 ) ) —
muit (I = 1.4-10"" Br/em?, E°. = E%1079)
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Ha puc. 3 nokazaHo BiIHsSHHE HaYaJbHON
OHEPruu BpallCHUA [[ByX&TOMHOI‘/'I MOJICKYJIBI Ha
CKOpOCTh €€ nIucconuanuu. MMeer mecto cra-
Omnm3aIus TMHAMHAKHA MOJIEKYIBI C YBEITHYEHH-
em E°, (mopor = 107 3B). D10 00BsICHIETCS TIPSI-
MOM 3aBHCHMOCTBIO NMOoTECHIHAJIa paJuaibHBIX
KoJeOaHUI MOJIEKYJbI OT SHEPTUW BpAIICHUS U
coryiacyercs ¢ pe3yibratamu padboTs [11].
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Puc. 3. 3aBucumMocTs BpemeHHn 1 Qy3nOHHON TUCCOLMALINT
JBYXaTOMHOH MOJIEKYJIbI OT HauaJbHOU SHEPTHH €€ BPAILCHHS
(I=1.410"" Br/em®, E%,=3.553B, P=0)

Haxonen, Ha puc. 4 npejcTaBieHa 3aBHCH-
MOCTh T OT 3JUIMNTUYHOCTH Toispuzannn MK
W3JIy4EHHUS.
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Puc. 4. 3aBucumocTs BpeMeHH quddy3MOHHON TUCCONUAIN
JIBYXaTOMHOW MOJIEKYJIBI OT DJUIMIITHYHOCTH nossipu3ann MK
n3nydenns (I = 1.4-10® Br/em®, E%, =3.559B, E, = EO\,'IO_S)
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HabmonmaeTcst cunbpHOEe monaBieHne audg-
(hy3MOHHOW NIHCCONMAITMU BYXaTOMHON MoOJe-
KYJIbl IO MEPE NEPEX0JIa OT JIUHEHHOHN MOISAPU-
3aiuu UK uznydeHus K HMPKYISIPHOM, YTO CO-
rJ1acyeTcs ¢ pe3yjabTataMu padoTsl [9].

Takum oOpa3oM, B JaHHOH paboTe umc-
JIEHHO TIOKa3aHo, 9TO CKOPOCTh audy3norHOM
JIUCCOLMALMN TE€TEPONOISIPHON MOJNEKYJbl (TH-
na HCI) B none nazepuoro UK nznyuenus ume-
€T IIOPOTOBYIO 3aBUCUMOCTb OT WHTEHCHUBHOCTHU
W3Iy4YeHHs, HadaJlbHOW JHEPTUH KoleOaHui M
BpalieHuss MOJICKYJIbI U YMCHBUIACTCA IO MEPC
nepexona ot JuHeitHo nossipuzaunu UK uzmy-
YeHHs K [MUPKYIApHON. B pabore Takxke crema-
HbI COOTBETCTBYIOIIHUEC OUCHKU NJIA CUCTEM CBA-
3aHHBIX YacTUI] HA SIEPHBIX MaciuTadax.
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