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CEJIEKIIUYA MEIJIEHHBIX MOJIEKYJI METOIAMH
KOTEPEHTHbBIX IEPEXOJHBIX ITPOLECCOB
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Hucmumym @u3uxi. noaynpoGogHuKOS,
630090 Hoeocubupck, Poccus

Iloctynuna B pepakumo 2 aerycra 1995 r.

OdpekT MeaNeHHbIX YAaCTHIL BHEPBBIC 3aPEFMCTPHPOBAH B KMHETHKE KOTEPEHT-
HOrO OTKJIMKA MOJIEKYJSIDHOTO Ta3a B TPOJIETHBIX YCJAOBHMSX. YMEHBUIIEHHE CKOPOCTH
s3aTyxauus Npu GOJbIIMX 33JEPKKAX BPEMEHM JIEMOHCTPHPYET BO3MOXHOCTbD MCIIOJIB3O-
BaHMS MEAJECHHbIX YaCTHI| VIS KOr€PEHTHOM HECTALUMOHAPHOM CTIEKTPOCKONMM BHICOKOrQ
paspeuieHus.

MeneHnne YacTHUB NMPEACTABAAIOT OOABIWION MHTEPEC AAA CHEKTPOCKOMHH ra3o-
BHX Cpen. OTO OOUBACHSETCS, C OQHOM CTOPOHH, TEM, YTO HWMEHHO MOCTYNATEJIbHOE
IOBYOKEHHE YACTHIL[ ONpeAc/adeT WHUpUHY M (OPMY CHEKTPAJIbHOM JIMHMH pa3peXeH-
HHX ra3oB. C Apyro# CTOPOHH, MENJIEHHHE YACTULB NOJDKHH TPOSBJIATD UHCTO
KBAHTOBHE CBOMCTBA B CWIy OOJMBIIMX IJIMH BOJMH A€ Dpoitid, ¥ M3yueHHe Takux
OObEKTOB MEPCIEKTHBHO /1 MOJIyYEHHS HOBHX CBEAEHMH O MNPHPOAE B3auMoaeii-
crBusg vactvu (1] u Ans pasBuUTHS HOBOrO HampaBieHus — uHTepdepoMeTpuu
HEWTpaNbHBIX yacTHL [2-4].

CHuXeHHe MHTEHCUBHOCTH TEILIOBOTO ABHXCHHS Tpedyer, KaK NMPABWIO, UCIIOJIb-
30BAHMS CJIOXKHONW TEXHMKM MOHOKMHETHUECKHX MYyUKOB ATOMOB HJIM MOJIEKYJ JmbO
3aXBaTa OXJIAXACHHHX YaCTHI[ B JIOBYIIKAX. TEXHWKA IYYKOB YACTHI[ JOCTATOYHO
MIMPOKO HCMOJMB3YETCS B CIEKTPOCKOIMM BHICOKOrO Pa3pemIeHHsi aTOMOB M MOJIEKYIL.
Yro xacaercd JOBYmMIEK XOJOAHHX YACTHI, BHAAIOIIHECS DPE3YyJLTATH H3BECTHH
mamp A atoMoB [5,60]. OddexTuBHbIX cnocoGoB 0X1aXACHAS MOJEKYJ B HACTO-
qmiee BpeMs HE CYHmIECTBYeT. B TO Xe BpEeMSt MMEHHO MOJICKYJISPHHE TNEPEeXONBl
JEMOHCTPHMPYIOT MAjble pPagUaLMOHHBIE IIMPHUHBI JIMHUHA, TPEACTABJSIOMHE HHTEPEC
VTS CHEKTPOCKOMKHU BBICOKOTO pa3pelIeHus.

B Hacrosme#t pabore OKCIEPHMEHTANLHO pPEANN30BAHA CENEKUMS MENJICHHBIX
YACTHI[ O TNONEPEUYHBIM (OTHOCHTEJBHO HANpABJCHHS PacHpocTpaHEHWs Bo3Oyxpa-
IOMEro M3JyYCHUs) CKOPOCTSIM NOCTYHATEJbHOTO ABMXEHHS C IIOMODIBIO KOTEpEHT-
HHX DEPEXOAHBIX NPOUELCCOB — (POTOHHOro 9xa M ero moandmkauwmit, Mpes Ttakoit
CEJICKIMH YaCTHL 1O PajMaJbHHM CKOpocTaM [7] 3aKIoyaeTcd B CJIEAYIOUIEM.
MNepeuit mMmyabC BO30YXAAIOIMETO M3MYYEHHS ¢ MOMEPEYHHM NpodHIEM HHTCHCHMB-
HOCTH, GIM3KUM K TayCCOBCKOMY, BO30yXaaer B CpeAe MNOMEPEYHOE PaclpeaccHHE
NONSPN3ALMH KOTEPEHTHHX M3JyuaTesnel, Takxe O/M3KOEe K raycCOBCKOMY BHAY.
B rteuenme BpeMmenum samepxky T A0 NOCTYIVICHHS CJAEAYOIMEro BO30YXAAOMIETO
WMITybCA TIPOMCXOOUT ”pACIIEIBAHME” 3TOr0 pacnpeaeieHus 3a CYeT TEIUIOBOFO
aemxenud uyactuy [8]. Tlocnemyomuit BO30YXAAMOUMIA MMOYABC, € MONEPEUYHBIM
npoduaeM HMHTEHCMBHOCTH, AHAJIOTMUHBIM MEPBOMY, BO3NEHCTBYET JIMIIb HA TE ua-
CTHLB, KOTOpHIC HEe TIOKMHYJM o0jactu Jjasepuoro nyuka. UYem OBoabme Bpems
3aJCPKKM MEXZAy WMIyJbcamn Bo3OyxmeHus, TeM 0ojee MeQ/ieHHHE B paguaib-
HOM HAMpaBJACHHM YACTHMIH TOABEPraloTCs BO3NCHCTBHI0 MOCHAEAYIOIIETO MMIYJIbCA
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H, COOTBETCTBEHHO, YYaCTBYIOT B TI€HEpAaLUMHM KOFEDEHTHOTO OTKJIMKA. B pesysb-
TATE KOTEPEHTHHH OTKJHK, TEHEPHPYEMBH Yepe3 3HAUMTEIBHOE BPEMS 3aIEPXKH
2T, dopmmpyerca aHcamMbraeM uYacTHl C PagUanbHEIMH CKopocTsMu v, < a/T, rAe
a - TONEpeuHHiT pasMep nons Bo3Oyxamalomero manyuenus. OOegHenwe aHcam-
6i1s momepeyHOro pacnpesesacHHs ”OHCTPHMH” YACTHLAME MOXHO OLEHHMTH IIyTEM
pacueTa CpenHEH pAAMANbHOM CKOPOCTH ABHXEHWS YACTHE, u, MO OCTaBOIEMYCS
” o0pe3aHHOMY” DACHPENENCHHIO DPANMAJbHHX CKOPOCTEH MOCTYNATEABHOIO IBHXe-

2y v?
s f(v,) = 2 exp(-23):
a/T
Ur =/ dvrvrf(”r)y (1)
0
UTO IIPHBOXHT K BHPAXCHHIO
VT, a a a?
Ur “[T‘I’(ﬂ —ﬂexp(_ig_uz')]v (2

rne $(z) - warerpan ommbok. Takas 3aBHCHMOCTb J3€T OUEHb PE3KOE YMCHBIICHHE
CpenHEH pAanMabHOM CKOPDOCTH M, COOTBETCTBCHHO, CPEOHEH KMHETHMYECKOM SHEPruu
BHOpDaHHOTO aHCAMOJI uACTHL 1O MEDPE YBEJMUEHHMS BPEMEHH 3a[IEPXKH MEXAY
BO30yXIAIOmMMUMH HMIYJbCAMM. B yC/AOBHSX Hamero 3kCmepuMeHTa 3dxpexTuBHAS
TEMOEPaTypa aHcamOJs MOXET OOCTHraTh HOJEH TIpamycos.

OxcnepuMeHTH BunoiHeHn B rase SFe ma mepexoge P(33) Al xoseGarenvHol
Moa 0 — 1 p3 MeromoM CTHMyJIMpOBaHHOTO (hoTOHHOrO 3xa. Wsnayuenme Hempe-
puBHOTO CO3-s1asepa Ha jmuuu 10P(18) ¢ uacroroil, crabWIM3HPOBAaHHOMK B LEHTpE
HCCJIEAYEMOro NEPEXOAa, HCHOMB30BaNOCH ANg (POPMHMPOBAHMS BEKTPOONTHUESCKHM
3aTBOPOM TpeQyeMOll TNOCAEAOBATENBHOCTH BO30YyXIAOMUX HMMIY/IbCOB. JOnosiHu-
TeAbHHA COj-s1a3€p € KOHTDOMPYEMOM OTCTPOMKOM YacTOTH OT LEHTpPA IEpexona
SFe¢ CAyXWn AN TETEPOAMHMPOBAHMS KOTEPEHTHOrQ OTKAMKA, YTO YBEIUUMBAJO
YyBCTBHUTEABHOCTh perucrpaupu. [eoMerpuueckas Kondurypaums Bo36yXaaomero
IMYUKa M3JTyYeHHs M HM3KHE HABJICHHMS MCCIAEAYEMOro rasa obecneumBa/m NPOJICTHHE
YCJIOBHSl, OHODOAHHE mno AnnHe paloueil sueiikm ¢ rasoMm. [lonepeunnie pa3sMepu
JIA3EPHOTO ITyyKa KOHTPOIMPOBAJIMCh HAa BXOAE M BHXOAE SYEUKH I[yTEM M3Mepe-
HHUS PafiMayIbHOTO PacnpenesneHus MOMHOCTA BO30YXRaOMmUX MMIIY/ILCOB C TIOMOIIBIO
mmacparMel Majoro pasmepa. [aenenwe rasza SFg maMmeHsyioce B guamasome (.2
— 0.5MTopp. Ilpm 3rOM CKOpPOCTD CTONKHOBMTENBHON penakcaumu I.o; COCTaBIsA-
aa (6 -15) . 10%°c™!, yro 3HAUMTEADHO MEHBINE 3aTYXAHMS 33 CYET NPOJIETHOIO
apdexTa, KOTOPoE HA HAYAIPHOM YUYACTKE KHMHETHUECKOH KPHBOM MOXHO OUEHHTD
Kak Iy =u/a, rme u=./2kpT°/m — CpeAHSa CKOPOCTh YACTHL, MPH TEMIIEpaType
T°, kp — XOHCTaHTA BOMbLIMAHA, m — MACCa YACTMI ra3a. B HAMMX IKCIEPHMEH-
TAJMBHHX YCJAOBHSAX NPH KOMHATHOM TeMmepartype rasa Iy, =~ 0.7-10°c¢~!. Takmm
00pa3oM, i HAYANbHOrO YYacTKAa KHHETHUYECKOM KDPHMBOM BHITOJHSUIOCH YCJOBHE
Teot < Ty M B 3aTYXaHMHM KOPEPEHTHOTO OTKJMKA npeobnapman nposetHuit 3gdexr.

BuGop Meroza CTMMyJHpOBAaHHOro (GOTOHHOTO 3Xa (SPE) obycioBleH TEM, 4TO
3TOT KOTEPEHTHHIH NEPEXONHBII NPOLUECC NPH HCHOJB30BAHAM MAJIHIX 3afepPXKeK
Ti2 MEXAYy NEepBHM M BTOPHM BO30YyXAAIOMMMH HMIYJBCAMHM OKA3HBAETCH MEHEE
YyBCTBHTEJbHHIM K CTOJIKHOBEHMSIM C HM3MEHEHMEM IMPOZOJBHOM cKopocTH v, [9].
B T0 Xe BpeMs Takue CTOJIKHOBEHMS MOTyT WIPaTh 3aMETHYIO POJb B 3aTyXaHMM
¢OTOHHOTO 3Xa B razax HH3KOTO AABJCHUA TIPH HCIOIb30BAHMM OOJMBIIMX 3ahePXeK
Mexny BosOyxpamomumu uMmyascamu [10,11].

KuHeTHKa 33TYXaHMS KOTCPCHTHHBIX OTK/IMKOB CTUMYJHPOBAHHOroO (HOTOHHOrO 9xa
M3yyaJach B IManasoHe 3anaepXek Th3, TPEBHIIAIOMKX MPOJAETHOES BPEMS NpHU
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- KHHETHKA 3aTyXaHus CTHUMYJIMPOBAHHOrO
13 _y X ¢oToHHOrO 9Xa B 3aBMCHMOCTH OT BpeMe-
§70 Y HY 3anepxkH Ths MEXTYy BTOPbIM M Tpe-
3 1 TeMM BO36yKpaOmMMKM MMIysbcamu. Tou-
s NN KM — OKCIEDHMEHT; CIUIOIHAas KpuBas —
DN ouenka mo dopmymam (3), (4); wTpH-
7 ™N s XOBasl JMHUS -— KACATENbHAs B TOUKE

0w 20 30 40 50 &0 Tz = 10mxc

Bpema sadepmxu Tyy, MKC.

KOMHATHOH TeMmIepaType rasa. Kak cojiegyer u3 DHUCYHKA, KHHETHKA 3aTyXaHUS
HEIKCIIOHEHIMAIBHA, CO CKOPOCTHIO, YMEHBIUAKWIEHCH OpH OONBIIMX 3aXePXKAX,
NPEBHIIAIAX TPOJETHOE BpPEMs NPH KOMHATHOM Temmepatype. CKOpocTh pesak-
CAIMM HAYAJBHOTO YYACTKA KDUBOH HA PHCYHKE OMpPENENsIeTcs CTOJKHOBEHHIMH,
MOCKOJIBKY NpPH ManbliX 3aaepxkkax Th3 nponeTHee 3pdekTH emie He nposABASIOTCH.
IlItpuxoBass /MHNS TOKAa3bIBAET CKOPOCTh peaaxcauu BOamsm Tpz =10 mxc. 3ror
YU4CTOK KPHBOH OTPaXaer COBMECTHOE AEHCTBHE CTOJKHOBHUTEJIBHOrO 3aTYyXaHUS H
BPEMEHM MPOJIETa YacTHMI[ KOMHATHOM TeMnepaTypu. Ilpa GoJbIIMX BPEMEHHBIX
3agepxkax Th3 KOPCPEHTHBIC OTKJMKH OOpPA30BAaHB IIABHHM 06pa3oM MeEAICHHBIMHA
YACTMUAMH C pAaaMaJbHBIMH CKOPOCTIMH v, < a/T3. ClUulomHad JMHMAS TIpeacTa-
BJISET TCOPETHYECKYIO OLEHKY, HNOJYYEHHYK) C YUETOM IMOCTYNATEJIbHOIO ABMKCHHS
YACTHML B pagdajbHOM HAMpaBJICHHM, A TAKXKE NPOCTPAHCTBEHHOIO pacIpenc/cHUs
BO30YXNAIOMMX HMITYJILCOB M TETEPOAMHMPYIOMETO W3JYUECHHS, aHAMOTHYHO pabore
[12]. Ilns MOIIHOCTH, PErMCTPUPYEMON NETEKTOPOM (YUMTHIBAS MAJYI0 MOIIHOCTD
KOTEPEHTHOIO OTKAMKA Pspp M TNOCTOSHCTBO MONIIHOCTH reTepommHa P,) mMeeM 3a-
BHCHMOCTb OT BPEMEHM 3alepXKu Tp3 BUAA Py.i(Tes) o 24/ PspgpPh, UTO NpHBOAMT
K ¢opmyne

exp(—2T .o T23) 3)
1+ (T23/mr)?)?

e 1m0 CPaBHEHMIO C [9] NpPOMCXOAMT JMIOB HEKOTOPas KOPPEKUMS IPOJIETHOTO
BPEMEHH Tyy B COOTBETCTBHM C YPABHCHHEM

Pspp

Ter = (a/V2)

TA€ ap NPENCTABNSET COOOM IDMPMHY TNONEPEYHOTO PACMpPEAETECHHMS MO TeTepo-
IMHMPYIOINEro M3jayucHus. [Ipu NOCTPOCHHMHM OLICHOYHOM TEOPETHYECKOH KpHBOM
HCNIO/Ib30BATHCh  3HAYEHHS @, ap, TOAYYEeHHHE NMPU HM3MEPEHMHM DPAXMANbHBIX Dac-
NPEAesICHAA IMy4koB BO30YXNAIOWIEr0 M reTePONMHHPYIOMENO H3TyYCHMIL,
CrlomHas XpuBas Ha PHCYHKE HOCHT XapakTep OIEHKH. s CcomocTasie-
HHSI C OJKCIEPMMEHTANBbHBIMH IJAHHBIMM HeoO0XoauMo 60Jiee TOUHO YUNTHBATH 2¢-
GexT ceMeKIMM MENICHHHX YACTHIL, KOTOPHH BEChMAa UYBCTBHTENEH K KOHKPETHOM
TPOCTPAHCTBEHHOH (hOpME HMMITYybCOB BO3OYXAamoWEero uanydeHus. Kpome To-
I0, HEOOXOAMMO YYHTHBATH CIOXHYIO (PYHKIMOHAZIBHYIO 3aBHCHMOCTb AMILTHTYIAH
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KOF€PEHTHOIO OTK/JMKA OT MPOCTPAHCTBEHHOW W BPEMEHHOM (DOPMH MMITYJIbCOB BO3-
OyxneHwus.

DKCINEepUMEHTAIBHO 33PETHCTPHPOBAHHBIL CNAX CKOPOCTH YMEHBINCHMS UMC/Ia ua-
CTHL, TEHEPHUDPYIOIIMX KOrEPEHTHHI OTKJMK, ODECIEeuMBAET BO3MOXHOCTh TIPHMEHE-
HUSl MEJUICHHHX YacTHL npu Goapmmx 3agepxxax (Gomee S0 Mkc B HameM ciyuae).
310, B CBOW OuEpeAb, TAPAHTUDPYET, YAYUMICHHE Pa3pEUICHUs HECTALMOHAPHOM KO-
repeHTHOM cnexkTpockonuu [13,14] ¢ mcnosp3oBaHMEM MeENIEHHHX YACTHL, KOTOpOE
MOXET JOCTHTaTh B HAIMX DSKCIIEPMMEHTANBHMX YChAoBHsax 3HaueHnsa 1kI'm. Kpome
TOro, TMOSIBJSIETCS PEaNbHAs BO3MOXHOCTb MCCIEAOBATH CTOJKHOBEHHMS MELJICHHHX
YACTHIL B DPAa3PCKCHHOM Taie, Uro NPENCTABJSET UHTEPEC B CBA3H C BO3MOXHOCTBIO
oOHapyXeHMs KBAaHTOBHX 3(PdeKTOB B3auMOLECHCTBHSL.

PaGora BumonHeHa npu noggepxke MexnysHapomHoro Hayuooro donpma (rpasr
U87000). Kpome TOro, aBTOpH BHIPaXXalOT NPU3HATEJbHOCTh COTPYAHMKY Muumran-
ckoro ymmsepcurera (CITA) B.S. OyGeuxomy sa o0CyXncHME NOCTAHOBKM paboTH
U €€ pe3yJabTaToOB.
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