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1. BBEAEHUE

N3ydenne 603e-KOHIEHCATOB B IOCTEIHEE BPEMSI
SIBJISIETCSI OYEHb TMEPCIEKTUBHON JIMHUEH W3ydeHus
CBOMCTB yJIBTPAXOJIOIHBIX MOJIEKYJISIPHBIX Ta30B. B 1mo-
CJIeJTHTE TO/Ibl BaYKHBIM HAIIPABJIEHUEM SIBJISETCS TTOJTY-
YEHUE CJIOXKHBIX, MHOTOATOMHBIX MOJIEKYJI TIPU CBEPX-
HU3KHX TeMueparypax [1-12]. B pa6ore [13] 6bu10 onn-
CAHO CYIIECTBOBAHUE TPEXATOMHBIX €PUMOBCKHUX PE30-
HAHCHBIX MOJIEKYJI, KOTOPbIE BIIEpBbIE€ HAOJIIOIAJINCEH B
YABTPaxoaoaubIX ra3ax B 2006 r. Tpumepnsle Mosie-
KYJIbl HAOJIIOJIAJINCH IKCIIEPUMEHTAIBHO B TPEXKOMIIO-
HeHnTHBIX bepmu-razax °Li [14,15] u B 603e-Taze aToMOB
39K [16]. Dror dbakT OTKpBIBaET HOBBIE IIyTH HCCJIE-
JIOBAHUSI MHOTOYACTUIHBIX KBAHTOBBIX CHCTEM. Takke
HEJIABHO OBLIH MOJIy9YeHbI TeTpaMepbl B yJIbTPAXOJIO/I-
HOM Ta3€ Ie3UEBbIX aTOMOB. B pUbIMKeHIN CPETHErO
oJist OBLIN OIMUCAHBI CBONCTBA TOMOSIJIEPHBIX W IeTe-
posiziepHBIX TeTpaMepos [17,18]. B pabore [19] Teope-
TUYECKH U3y9IeHO 0Opa3oBaHue CTabUIbHBIX TOMO- U I'é-
TEPOsIJIEPHBIX IIEHTAMEDPOB U3 YJIBTPAXOJIOIHBIX ATOMOB
B IIpoIiecce 00OOIIEHHOTO CTUMYINPOBAHHOIO PAMaHOB-
CKOT0O ainabaTHIeCKOro MPOXOXK I€HUSI.

B pa6ore [20] Ha ocrOBe MOAMMUIUPOBAHHON CHC-
TeMbl ypaBaenwuit I'pocca — [IutaeBckoro nsydena anna-

* . . .
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MHUKa aTOMHOTO U MOJIEKYJISIPHOTO 003e-3HHIITTeiHOB-
CKHX KOHJIEHCATOB &' Rb B cepiuecKy-CHMMeTPIIHOI
JIOBYIIIKE B IIPOIECCE CTUMYJIMPOBAHHON PAMAaHOBCKOMN
doroaccormaruu. [lokazano, 9T0 AUHAMUKA CUCTEMBI
CYIIIECTBEHHO OIIPEJIEIISIETCS HE TOJIBKO MEXKATOMHBIMU
B3aMMOJIEHCTBUSIMU, HO TAKXKE aTOMHO-MOJIEKYJISPHBI-
MH ¥ MEXMOJIEKYISAPHBIME B3anmojeiicteusamu. [Ipo-
CTPAHCTBEHHO-BPDEMEHHAs BOJIIONNAS aTOMOB U MOJIE-
KYJI CBOJUTCSI K MOHOTOHHOMY PaJInabHOMY yMEHbIIIe-
HUO IJIOTHOCTH YACTUI] B JIOBYIITKE ¥ OCIIAJLIATIMOHHBIM
KoJIeDaHUAM IIJIOTHOCTEH BO BPEMEHH.

B paGore [21] coobimanocs o reHepanuyu KBaHTOBOI
BBIPOXK IEHHOM (hepMu—(pepMu-CMecH IByX aTOMOB pa3-
mmanbix copros Li% m K40 oxyaskneHHbIM GO30HHBIM
raszom Rb®7. Bria omucana KOMOGHHAIIHST METOIOB IS
YCIIENITHOTO OXJIaKJIeHUsI cMecu. B gacTHOCTH, ITOKa3a-
HO, uTO 3 HEKTUBHOCTD OXJIazKaeHus raza Li® u Rb87
HOBBIIAETCH 3a cuer npucyTcrsus aromos K40 uepes
KaTaJuTudIecKoe oxjaxkaenne. 3-3a pazauanbix du-
3UYECKUX CBOHCTB 9THX JABYX KOMIIOHEHTOB KBAHTOBA
BRIpOKIeHHasg depmu—pepmu-cMech Li6-K40 gpaser-
CsI OTJINYHBIM BAPUAHTOM IS CTAOUJIBHON reTeposiaep-
HOH CHCTEMBI, II03BOJIAIONIEC M3ydaThb HEKOTOPBbIE 10
CHX TIOP HE JI0 KOHIIA UCCJIeI0BAHHBIE TUIIBI KBAHTOBOM
MaTepuu.

T‘ITO KacaeTCd IPaKTUICCKOI'O IIPUMEHECHUA KOHJICH-
caToB, TO B paboTe [22] NOKa3aHO, KAK CUILHO B3aUMO-
JefiCTBYIOIINE YIbTPAXOJIOIHbIe OO30HHDbIE Ta3bl B IIe-
PUOJUYICCKUX ITOTEHIMAJIAX MOXKHO HCIIOJIb30BAaTh B Ka-
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YeCcTBE MPOBOJIHUKOB B IEMU U JJIs MOCTPOCHUST ATOM-
HBIX QHAJIOTOB JINOJIOB U TPAH3UCTOPOB C OUITOJISIPHBIM
nepexosioM. TakuM 0OPa30M MOSIBJISIETCS BO3MOYXKHOCTH
peain3aIuu aTOMHOTO YCHJIUTEJIsT — YCTPOCTBA, KOTO-
poe TO3BOJISET YIPABJIATH OOJIBITAM ATOMHBIM TOKOM.
TpaH3uCTOD, TpeJICTABIEHHBIN B [22], HEMOCPEACTBEH-
HO CJIy?KHUT ITOM IEJIH, TOCKOJIbKY HEOOJIbIITNE U3MEHe-
HUsT TOKA 0a3bI IPUBOJIST K OOJIBITUM U3MEHEHUSIM TOKA
koJjtekTopa. OTCIa OTKPBIBAETCS IEPCIIEKTUBA TP/
cTaBjeHust 00Jee CIOKHBIX OMCTAOUIBHBIX YCTPONCTB.

2. IOCTAHOBKA 3AJAYIN

Ilens mamboit paboTbl — U3YYUTH JTUHAMUKY ATOM-
HO-MOJIEKYJIAPHON KOHBEPCUU B YJIbTPAXOJIOIHBIX Ia-
3ax. PaccMoTpum cmcTeMy KOHIEHCHDOBAHHBIX YaC-
THI], COCTOAILYIO, HAIIPUMED, U3 U30TOIOB JUTUSA U UX
mostekys. ObGpa3oBaHHe MOMO- U Te€TE€POIMMEPOB U30-
TOIIOB JINTUsI MOYXKHO WPEICTABUTH B BUIE PEAKIUU
Li 4 ®Li'Li ¢ "Li 4 ®Liy. B [23] nmokasamno, aro u3o-
TOITHO-OOMEHHBIE PEAKIIUU MEXKJy OCHOBHBIMHU COCTOSI-
HUSIMA TIEJIOYHO-TAJIOUTHBIX T€TEPOsIIEPHBIX TUMEPOB,
COCTOSITIUX U3 JBYX M30TOIIOB OJTHOTO U TOTO K€ ATOMA,
SABJISIOTCS 9K30TEPMUYECKAMU C U3MEHEHHEM SHEPIHHU
B obiactu 1-8000 MI'n. ITosTomy rereposizepubie -
MepBbI SBJISIIOTCST XUMAYECKU HECTAOMIbHBIMY IIPU YJlb-
TpaHu3Kux Temueparypax. Hanpumep, nase rerepomo-
nexynnl SLi'Li pacmamarorcs Ha aBa juMepa OLip u
"Liy ¢ BLIeJsIeHreM sueprun mopaaka S000 MI', IIyctn
atom °Li u mosexyma SLi’Li npeo6pasytorcst B MoJte-
Kyiny SLis m arom "Li mom geficTBueM IBYX HMITyiIb-
COB PE30HAHCHOI'O JIA3€PHOTO W3JIyUEHUsI C SHEPIUSMU
hcky, u hicks. PaccmaTpuBaembiil Iporiece siBJIseTCsi OIl-
TUYECKOU paMaHOBCKON HyTalleldl B yCJIOBUAX aTOMHO-
MOJIEKYJISTPHON KOHBEDPCHUU TI0J], JE€HCTBUEM JBYX KOTe-
PEHTHBIX PAMAHOBCKHAX HMITYJIbCOB PE30HAHCHOTO Jia-
3€PHOr0 M3JIyYeHUs C IePUOIMIECKUM yCHJIEHUEM O/I-
HOTO U3 UMIMY/ILCOB U ocabieruem apyroro. Torma ra-
MIWIBTOHUAH B3aUMOJEUCTBUS B 9TOM CJIydae MOXKHO
[IPEJICTABUTH B BUIE

(1)

TIe a1, a2, by 1 b — GO30HHDBIE ONEPATOPHI YHUUTOKE-
HUSI QTOMOB H30TOIO0B juTus °Li, "Li u auMepos mu3o-
ronos Jimrust 9Li’Li u %Lisy ¢ coberBenmbiME gacTOTA-

Hin: = —hg (alblclagbgcg + a{b{c{agbgcﬁ ,

MU W1, wa, 21 1 o COOTBETCTBEHHO, C{ U Cy — OIle-
paTopbl yHHYTOXKeHNd (POTOHOB, § — KOHCTAHTA B3au-
Mmogteiicrust. VI3 rammibronuana (1) mosmydeHa cucre-
Ma Teif3eHOePrOBCKUX YPABHEHUI IS OIEPATOPOB Jac-
THI[ PeaKINU, yCpPeIHsAsd KOTODPYIO W WCIOJIb3yd IpH-
Gizkenne cpejHero noss (mean field approximation)
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[17,18], MOXKHO TIOJIy9UTH CUCTEMY HEJIMHEHHBIX ypaB-
HeHuii s aMiuTy) (IapaMeTpoB IMOPSJKa) MaTepu-
AJIBHOT'O U 3JIEKTPOMArHUTHOTI'O ITOJIed:

wiay — gbiciagbgcz,

iay =

iby = Qb1 — galclagbacs,

i¢y = ckicp — ga{b{agbgc% )
10y = Waag — ga1blclb£c£, @)
iby = Qaby — garbiciabel,

iCy = ckacy — galblclagb;

Beomum majee B pacCMOTPEHHE IJIOTHOCTH YACTHII
_f _ 1 _ gt _ gt _ .t

= aTlal, ng = ayaz, N1 = bjb1, No = byba, f1 = cjcy,
= 0202 1 JIB€ KOMIIOHEHTBI «HOJIEIpI/ISaHI/II/I»

ni

fa
Q= i(alblclagbgcg — aib{ciagbgq),

R = alblclagbgcg + aJ{bIcJ{angCQ.

Torna ymaercst MoIyuuTb 3aMKHYTYIO cucTeMy Judde-
PEHIIMAJIbHBIX YPaBHEHUI JIjId IIJIOTHOCTE YacTHIL:

ny = —gQ,
na = g@,
Nl = —9Q,
Nz =9Q,
fi =—90Q, (3)
f2=90Q,
Q = AR —2g(N1f1 +n1fi + Nini)Nona fo —
— (N2 fa +nafa + Nang) Niny fi,
R=-AQ,
rie

A:UJ1+Ql+CI€1—(w2+QQ+Ck2)

— paccTpoiika pe3oHaHca. J{0IoJHUB cucTEMy HadasIb-
HBIMU yCJIOBUSIMHU

n1,2‘t: = 110,20, Nl’QL:o = Nio,20,
f1,2’t: = f10,20,
Q‘t:o = Qo = 2y/n10n20N10N2g f10.f20 sin b,
R’t:o = Ry = 2+/n10m20N10N20 f10 f20 cos 0o,

rie 0p — HavanbHas pasHocThb a3, u3 (3) ymaercs mo-
JIyYUTHh UHTEIPAJIBLI JIBUKEHIUS
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Puc. 1. Mpacbuku noTeHumansHoii sHeprin W (N1) HenuHeliHoro ocumnnstopa npu g = 7/2 U PasNUYHbIX COOTHOLIEHUSX

Mexxay napametpamu: a) fao > n2o > Nao, fio > nio > Nio; 6) fao > n20 > Nao, fio > Nio, Nio > ni1o; 6) fao > n20 > Nao,

Nio > fio > nio; 2) fio = nio > Nio, fao = n2o > Nao; d) npubnmxenne nig, n2o, fio, f20 > Nao; €) npubnuxenune
110, f10, f20 3> n20 = Nao; o1¢) fao = n20 = Nao, Nio = fio = nao; 3) npubnuxenne fio, fao > nio = Nio,n20 = Nao
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Ny = Nig + Nog — Ny,
No = N10+n20 _Nla

J2 = Nio + fa0 — N1,
n1 = nip — Nio + NV,
J1 = fio — Nio + N,
R=Ag ' (Ny — Nyo) + (4)

+ 2y/n10m20 N10Nao f10 f20 cos o,

4N1(n1o — Nio + N1)(fio — Nio + N1) x
(N1o + Nog — N1)(Nio + nao — Ni) x
(N1g + fa0 — N1) — (Ag™ (N1 — Nig) +
+ 24/n10n20N10Nao f10 f20 cos 6p)*

7 CBECTH 3aJ[ady K OJHOMY HeJuHeiHOMY nuddepeH-

Q2

X

X

MUAJILHOMY YPaBHEHHIO, OIHCHIBAIONIEMY BpPEMEHHYIO
sposmonuio N (t) IMIIOTHOCTH JUMEPOB M30TOIIOB JIUTHUST
6Li"Li. B ycioBusax Towmoro pesomamca, mpa A = 0,
ypaBHeHUe JTUHAMUKH aTOMHO-MOJIEKY/ISPHOH KOHBEp-
CHM MOYKHO TIPE/ICTaBUTh B BUJE

NZ 4+ W (N,) = Ey,

rie N2, W (N;) u Eg urpaior pojib COOTBETCTBEHHO Kii-
HETUYECKON, IMIOTCHIINAILHON U MOJIHOM dHepruil HeJjm-
HEHHOro OCIUJLIATOPA, KOJIeOaHusT KOTOPOTO IMTPOUCXO-
Iar B Toit obnactu 3uadernit N1, B koropoit W (Ny) <
< FEy. 3mech

W(N1) = —4N1(n1o — N1io + N1) X
% (fio — Nio + N1)(N1g + Nog — Np) x (5)
X (N1o +n20 — N1)(Nio + fao — N1),
Eo = —4n19n20N10Nao f10.f20 cos® .

PaccMaTpuBast 3aBUCHMOCTD MOTEHIMAIBHOMN dHED-
rud HeJMHeRHoro ocruisitopa W (N7), MOXKHO cyauTh
0 KadecTBeHHOM xapakTepe quHamuku N1 (t). Ha puc. 1
MOKA3aHO, YTO 3BOJIONUSA CHCTEMBI IIPU OTJIUIHBIX OT
HyJIsl HAYaJIbHBIX ILIOTHOCTSIX BCEX YACTHIL SIBJISIET-
Cs1 TIEPUOJIMIECKON ¥ COCTOUT B IUKJINIECKOM U3MEHE-
HUW TJIOTHOCTH JIAMEPOB, CBS3BIBAIOIIAXCSA U3 H30TOIOB
aromoB. Jlarke mpu NMONapHOM pPaBEHCTBE IIOTHOCTEMH
n1o = f10 ¥ n2g = fo0 JAUHAMEUKA OCTAETCsI [IEPUOJIAYIE-
ckoit (puc. 12). OnHAKO 0COOEHHOCTH IBOJIIOIMN CUCTE~
MBI OIIPEJIEISAIOTCS HE TOJMBKO 3HAUYCHUSIMYA HAYAJIBHBIX
IJIOTHOCTEH YACTHII, HO TAKKe M COOTHOIEHUSIMU MEXK-
jy HuMu. Hanpusmep, pu paBeHCTBe HAYaJIbHBIX TII0T-
HOCTENA YaCTHI] N10 = N1 = fl() n N20 = Ngop = fQO
MEPUOJIMIECKUN PEXKUM SBOJIIOIUN TIEPEXOJUT B alle-
puoauueckuii (puc. lowc). AHamurudeckue perieHus B
00IIEM CJIydae TOyIUTh HE IPEICTABIAETCS BO3ZMOMXK-
HBIM B M3BECTHBIX airebpamdecKux (PyHKIUSX, TO3TO-
My MBI MCIOJIb3YeM NPUOJIMYKEHUsT 33/ IAHHBIX HAYA b~
HBIX IIOTHOCTEH YaCTHIl, yIaCTBYIOIINX B peakiun. B
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3TOM CJlydae BO3MOXKHBI KaK MEPUOIUTECKUE MPeBpa-
MIEHUsT ATOMOB B MOJIEKYJIbI, TAK U HEOOPATUMBIE ITPO-
[IECCHI Pacla/ia U CBA3bIBaHUsS MOJIeKy:I (puc. le,3).

3. OCHOBHBIE PE3VYJIBTATBI

Buauase paccMoTpum ciydail 3alaHHBIX HAYAIb-
HBIX ILUIOTHOCTEH (DOTOHOB W aTOMOB N1g, M20, f10,
fa0 > Nyp B yCIOBHAX TOYHOIO PE30OHAHCA IIPU Ha-
YAJILHON IJIOTHOCTU JIMMEPOB U30TOIOB JINTHST PABHOI
uymo, N1g = 0, u HauaabHOil pasznocru a3 Oy = 7/2.
Jauublit ciry4dail mpeicTaBIsgeT UHTEPEC JJIsT PaCCMOT-
pPEeHHUsI, TaK KaK JIBYXaTOMHBIE JIAMEPhI PA3ITMIHBIX N30~
TOIIOB JINTHsI B HAYAJIHHBIA MOMEHT BPEMEHHU OTCYT-
crByIoT. Permenne st mutoraocrn actuil Ny (t) B 9T0M
cIydae mMeeT BU/I

N1 = Nag sin? (9 n10M20 f10.f20 f) . (6)

CrenoBaresibHO, MJIOTHOCTH MOJIEKYJI TEPUOINIECKH
U3MEHSIETCS CO BPEMEeHeM, IIPUYeM aMIUINTYIa Kojeba-
HUil paBHa HAYa/JIbHOH IVIOTHOCTU I'OMOZAIEPHBIX JIAMe-
poB A = Ny, a nepuos, KojaebaHuil BhIpaxKaeTcst Kak

™

T=-ne——.
gv/n1om20 f10f20

(7)

[Tepuon konebanmit ompeneastercss TPOU3BEACHIEM
9eThIpEX HAUOOJIBIINX ILIOTHOCTEH, MPUYeM ¢ POCTOM
KaXKJIOW M3 HUX OH MOHOTOHHO yObIBaeT. AMIIUTY/Ia
KoJIeba Mt OTpeeseTCsT BeIMINHON HanMeHbIeil Ha-
qaJbHON TIOTHOCTH MOJeKysT Nog. Ha pme. 2 mpen-
cTaBJIeHbI TPa(@UKN BPEMEHHON ISBOJIIOIUN HOPMHPO-
BAHHOMN TUIOTHOCTH JIBYXaTOMHBIX MOJIeKys1 Ni(t) mpu
Pa3IMYHBIX 3HAYEHUIX IIOTHOCTH Nog. Ecam magain-
Hasd NJOTHOCTH JBYXATOMHBIX I'OMOSJIEPHBIX MOJIEKYJI
Ny paBHA HYJIIO, TO IBOJIIOINS B CUCTEME OTCYTCTBYET,
XOTS Ha4daJIbHBIE IJIOTHOCTU BCEX OCTAJIbHBIX YaCTHII,
YYaCTBYIONIAX B PEAKINH, OTJINYIHBI OT Hyad. [Ipm or-
JINYHO# OT HyJIA NJIOTHOCTH Nog IIPOUCKOIUT IIEPUO/IN-
9ecKOoe BO BPEMEHHU M3MEHEHHE IIJIOTHOCTH JIBYXaTOM-
HBIX T'eTePOSIEPHBIX MOJIEKYJI OT HYJIA JI0 3aJaHHOIO
ee 3Ha4YeHU.

B ToM ke mpubIMKEeHUH, HO TPU OTJIMIHOR OT HyJIs
paccrpoiike pesonanca, A # 0, Tak¥XKe yjgaeTcs MOJIy-
YUTH AHAJATUICCKOE DEHICHUE JIsd ILIOTHOCTH JIBYX-
ATOMHBIX TeTepPOsIePHBLIX MoKyl N1 (t):
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Puc. 2. BpemetHas 3Bontouusi HOpPMUPOBAHHOI MIOTHOCTY re-

TEPOSIAEPHbIX AVMEPOB B C/y4ae 3aAaHHbIX HaYasIbHbIX NAOT-

HocTeli PhOTOHOB M aTOMOB N10, N20, fi0, f20 > Noo npu

Nig =0, n2o/n10 = 2, fio/ni0 =3, fa0/n10 =4, o =7/2;
Nao/m10 =1 (1), 2 (2)

N-
Nl = 222 X
1 -
4g2n19n20 f10 f20
. 9 9 A?
X sin g*n1on20 f10f20 + e t, (8)
™
T = =
g\/92n1on20f10f20 + T

B sToMm ciyvae munamuka mpeBpalieHns aTOMOB B MO-
JIEKYJIbl OCTAeTCH IIePUOAUYIECKON C aMILJIUTYI0N

Nag
A2

4g2n19n20 f10 f20

A

Buano, uro paccrpoiika pe3oHaHCa BIUSIET HA aMILIU-
Tyy W IEepuoj, KojebaHuil, yMeHbIas uxX M0 CpaBHe-
HUIO C MIPEIBIIYIIIM CIydaeM. B 1mesom ke obmmit Bu
JMHAMUAKNA U3MEHEHUs IIJIOTHOCTH JIBYXaTOMHBIX TeTe-
POSIZIEPHBIX MOJIEKYJT n30TOnOB Ni(t) He U3MEHSIeTCS.

Jlajtee pacCMOTPUM JIMHAMUKY CHCTEMBI B TOM Ke
npubJIMKEeHuu MNig, N20, f10, f20 > Nio, Nop, HO 1pH
[IPOM3BOJILHBIX 3HAYEHUSX HAYaJbHON pasnocTu a3
0o. BymeM Takke CYMTATH, YTO B HAYAJBHBLIA MOMEHT
BPEMEHH IJIOTHOCTH TE€TEPOSIEPHBIX MOJIEKYJ Nig OT-
JIU9IHA OT HyJs. B 3TOM NpubamKeHnn ymaercs MmoJry-
YUTH AHAJUTHYIECKOE PEIIEHUE, KOTOPOE CYIIECTBEHHO
3aBUCHAT OT HAYAJbHBIX IIJIOTHOCTEH JACTHIL M PASHOCTH
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da3. Ecin HavaabHbIe IJIOTHOCTHA TOMO- B TeTepPOsIIep-
HBIX MOJIEKYJI Pa3JINYHBI, TO PEIIeHNe UMeEeT BU/I

Ny = 0.5(N1o + Nag) +
+ v/ N1gNag| sin 0| sin (29 n10M20 f10.f20 L‘) +

+ 05(N1() — NQO) COS (29 n10n20f10f20 t) . (9)

IIpn paBencTBe HaYAJIBHBIX IUIOTHOCTEN MOJIEKYJ WA
OTCYTCTBUU OJTHOI M3 HUX B HAaYaJ/IbHBIII MOMEHT Bpe-
MEHH pellleHue yIPOIIaeTCd U IPUHUMAET BU/I,

Nl = No(l + |sin 6‘0| sin (29 nlongoflofgo t) 5 (10)

ecJiu N10 = NQO = No;

Ny = Nag sin? (g n10M20 f10.f20 t) ; (11)

eciu Nig = 0;

Ny = Nyg cos® (9 n10m20.f10f20 t) ; (12)
eciu Nog = 0. Ilpu oHOBpEMEHHOM PABEHCTBE HYJIIO
HaYaIBHBIX IJIOTHOCTEH MosekyT Nig = Nag = 0 Bpe-
MEHHasI IBOJIIOIUST OTCYTCTBYET. DTO CBS3aHO C OTCYT-
CTBHEM CTUMYJIMPOBaHUSA Mporecca. Ha puc. 3 mpes-
CTaBJIEHA BPEMEHHAs SBOJIIOIUS HOPMUPOBAHHOM ILJIOT-
HOCTH T'€TEPOsiIEPHBIX MOJIEKYJT JIUMEPOB U30TOIOB JIU-
tust Np(t). BuaHo, 9T0 npu OTIMYHBIX OT HyJIsS Ha-
YaJIbHBIX IIJIOTHOCTSAX MOJIEKYJI KOJIEDAHUS ITPOUCKOISAT
B 0obJyiacTy 3HAYEHWI, HE JOCTHUras HyJs U He IPEBbI-
mas CyMMbl HAYAJbHBIX KOHIEHTPAIWIl, TPUIEM aM-
ITUTYAa KoJiebauuit TeM 60JIbIle, IeM OOJIbIe HaTa b
Hoe 3HaueHne Nog (pue. 3a,6). Ilpu paBeHCTBE HyIIO
OJTHOI M3 HAYAJBHBIX [JIOTHOCTEH MOJIEKYJI KOJIeOaHUsT
IIPOUCXOJAT B 00JIACTH OT HyJs 70 3HAYEHHUS COOTBET-
CTBYIOIIEl HEHYJIEBOW MCXOAHOI IJIOTHOCTU MOJIEKYJI.
IIpu srom pemenne co 3uakoM «+» npu Nijg = 0 cHa-
qajia BO3PACTAET U 3aTE€M M3MEHSIeTCsl [TEPUOIMIECKH,
a mpu Nog = 0 — cuHagasia yobiBaeT g0 myss. To ecThb
C YBEJMYEHWEM BPEMEHU ITPOUCXOJUT ITE€PUOIAIECKOE
cBa3piBanre aroMoB °Li u Li B AuMepHI ¢ pacmazoM
JIBYXaTOMHBIX TOMOSIIEPHBIX MOJIEKYJT O Lis.

Ha puc. 4 upencraBieHa BpeMeHHas 3SBOJIIOIUS
WIOTHOCTH MOJIeKyJl Ni(t) B 3aBHCHMOCTH OT HAYaJIb-
Hoit pazuoctu das3. BugHo, 9TO B HAYMAJIBLHBIN MOMEHT
BPEMEHH IIJIOTHOCTH MOJIEKYJI HE U3MEHSETCS U OCTa-
eTcs TOCTOSTHHOM, paBHOU HadaJbHO#. [laee, ¢ Tede-
HUEM BPEMEHU BOJIIONUS CUCTEMbBI SIBJISI€TCSI TEPUO/IU-
JecKoil. AMIUIUTYIa KOoJIebaHuil CyIeCTBEHHO OIIpe/ie-
JisieTcsi HadaJIbHOM pasHocThio das. [lpu §p = 0,7, . ..
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t/t,

0 1 2 3 4
t/t
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\ // \ //
|\\ /7 1 1 \\ )/
0 2 3 4
t/t,

Puc. 3. BpemeHHasi sBontoLnsi HOPMNPOBAHHOI NJIOTHOCTY FETEPOSIAEPHbIX AVMEPOB B C/lyHae 3aAaHHbIX Ha4asbHbIX MJIOTHOCTEN

pOTOHOB 1 aTOMOB M10,120, f10,f20>>N2o npu n2o/ni0 = 2, fio/n10 = 3, fao/n10 = 4, 0o

7/3; N2o/N1o = 1 (a), 2 (6);

Nio =0 (8), Nag = 0 (2); cnnowHble IMHUM — peLleHne CO 3HAKOM «—», LITPUXOBbIE — PELLEHNE CO 3HAKOM «—+>»

Ny/myg

3

0.2

f
1, ’

0

Puc. 4. BpemetHas 3Bontouusi HOPMVUPOBAHHOI MIOTHOCTY re-
TEpPOSIAEPHbIX AVMEPOB B C/y4ae 3aAaHHbIX HaYasibHbIX NAOT-
HocTeli (POTOHOB 1 aTOMOB 110,120, f10,f20>>N2g npu pasnuy-
HbIX 3HAYEHUSIX HaYasIbHOI pa3sHocTu a3 Oy npu n2o /N0 =
=2, flo/nl() =3, fzo/nlo =4, Nz()/Nl() =25 0<6) <21

312

AMILIUTY/1a KOJIeOaHWil SIBJISIETCS HAMMEHBINEH, a mpu
O = 7/2,37/2,... ammnTyna KonebaHuil gocTUraer
CBOEro HambOJIbITEro 3HadeHus. MOXKHO c7eraTh BbI-
BOJI, 9TO HaYaJbHASI PA3HOCTD (DA3 CYIIECTBEHHO OIIpe-
JieJisieT IMHAMUKY TIPEBPAIEHU aTOMOB B MOJIEKYJIBI
u ux pacmaj. Takum oOpasoM, COXpaHss HadaIbHBIE
IUTOTHOCTU YaCTHUI[ TOCTOSTHHBIMA U WM3MEHsIsT TOJIBKO
HAYAJIBHYIO PA3HOCTDH a3, MOYKHO YIPABJISITH JHHAMUA-
KOl Iporecca aTOMHO-MOJICKYIAPHONH KOHBEPCUU.

Paccvorpum Teneps mpubimikenne 3aIaHHBIX Ha-
9aJbHBIX IJIOTHOCTEH (POTOHOB M ATOMOB H30TOIIOB
mutusa SLi mpm paBeHCTBe HAYAILHLIX KOHIEHTpA-
muit aTOMOB M30TONOB JmTHs 'Li m mumepos 6Li,
(n10, f10, f20 > n20 = Nao). Tak xe, Kax u B IEpBOM
PACCMOTPEHHOM CJIy4ae, OyJeM HCCIIeI0BAThH JTUHAMU-
Ky B YCJIOBHSIX TOYHOTO DPE30HAHCA W IIPU HAYAJIBHOM
passoctu a3z by m/2. B arom npubimkeHnn, Kak
BUJHO U3 rpaduKa HOTEHIMAIbHON sueprun (puc. le),
IJIOTHOCTH MOJIEKYJT N1 OyIeT U3MEHSIThCs ¢ TedeHUEeM

BpeMeHU arepuonndecku. Hamu mosrydeno anaaurude-
CKOe pellleHne, KOTOpoe NMeeT BHUJL
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Henuxeiinas ANHaMUKa aTOMHO—MOJ'IEKyJ'IﬂpHOVI KOHBEPCUIN N30TONOB. ..

Ny/ny
3 -

/1,

Puc. 5. BpemeHHasi 3Bositounsi HOPMMPOBAHHOW MJIOTHOCTM

reTeposiiepHbix AUMEpOB B npubavkeHun nio, fio, foo >

> ngo = Nag npu fio/nio = 3, fao/niw0 = 4, 6 = 7/2;

CMNOLWHAs NIMHUS — PELLEHNE CO 3HAKOM «+», LUTPUXOBas —
CO 3HAKOM «—>»

Nio

Nl = (Nlo —|—n20) m +

2
+ th (g\/(Nw + n20)n10f10f20 t) X

Nig
X |[1x4)/—=———X
Nio + n2o
2
x th (9\/(N10 + n20)n10.f10f20 t) . (13)

Kak mpejicraBieHo Ha puc. 5, perreHne co 3HAKOM
«+» MOHOTOHHO BO3pacCTaeT C TeUYeHWeM BPEMEHU U
ILUIOTHOCTB OOPa3yIOMUXCH JIBYXaTOMHBIX TeTepOsiIep-
HBIX MOJIEKYJI PAcTeT, JOCTHUrasl HaCBIIIEHUsI IPU Bpe-
MeHU { — OO:

Nimaz = Nig + n2o. (14)

Pemrenue co 3nakom «—» cHava1a MOHOTOHHO YObIBAET
U IJIOTHOCTb 0OPa3yIOMMUXC MOJIEKYJI JIOCTUTAET HyJIe-
BOI'O 3HAYEHUSI B MOMEHT BPEMeHNU

Nio

arth —_
t — Nio + n2o (15)

g~/ (N1o + n20)n10 f10.f20 ’

N/
3 -
2 -
1
\
\
\
\
AN
~N
\\s_L 1
0 1 2

t/t,

Puc. 6. BpemetHas 3gontouusi HOpPMVUPOBAHHOI NAOTHOCTY re-

TEPOSIAEPHBIX AUMEPOB B npubnavxenun fio, foo > nio =

= Nio, n20 = Nao npu ngo/ni0 = 2; CnaowHas NMHUS —
pELLUEHMNE CO 3HAKOM «—+», LUTPUXOBAsi — CO 3HAKOM «—>»

3aTeM HaYMHAeT MOHOTOHHO BO3PACTATh, JIOCTUTAsI IIPe-
JesibHoro 3Hadenus (14). Takum o6pazom, Ha GOJIBITIX
BpPEMEHAX PA3JINYINe B PEIICHUSX C MTPOTUBOIOJIOKHBI-
MU 3HAKAMHI HCUe3aeT. B 3ToM ciydae Bce aToMbl OLi
u "Li cBassIBaroTcs B reTeposaepubre qumMepsl CLiTLi ¢
pacIIagoM IBYXaTOMHBLIX FOMOSIEPHBIX MOIEKYT °Lis,
9eM IBOJIIOIUS U 3aBEPIIAETCH.

Paccvorpum erme oHo mipubJinzKeHME 33 TaHHBIX
HAYAJIBHBIX ILJIOTHOCTEH YACTHUI[, MPU KOTOPOM yia-
ercsl IOJIyYUTh aHAJMTUYECKOe perneHne. [Ipesrosio-
JKHM, 9TO HAYaJIbHbIE IJIOTHOCTH (POTOHOB MHOI'O DOJIb-
1I1e TJI0OTHOCTEH OCTAIbHBIX YACTHII, INIOTHOCTH ATOMOB
H30TOIOB JnTHsI °Li B HAYAJBHBI MOMEHT BpEMEHH
paBHA IUIOTHOCTH TeTeposepHbx auMmepos °Li’Li u
[UIOTHOCTb ATOMOB H30TOIOB JUTHS 'Li B HAYAIBHBIN
MOMEHT BPEMEHHU pPaBHA ILIOTHOCTH IOMOSIEPHBLIX MO-
nexynt SLis (f10, f20 > n1o = Nig,n20 = Nag). B aToM
caydae JUHAMUKA KOHBEPCUU, KaK BUJIHO W3 puc. 13,
TaKzKe SBJIeTCs alneproaudeckoi. s sroro npubiu-
JKEHUsI PellleHne JJIsl JIOTHOCTHU I'eTEPOsIIEPHBIX JTUMe-
POB IIPUHUMAET BU]I

N; =

_ n1o(nio+nso) exp (£2g(n10+n20)v/fiof20 t) (16)
ngo + nig exp (£2g(n1o + n20)vV frof20t)
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Ha pwmc. 6 mpencraBieHa BpeMeHHAs SBOJIIOIMS
IUTOTHOCTH TeTEPOsIEPHBIX MOJIeKysn. Pernenne st
IUIOTHOCTH reTeposinepHbIx nuMepos SLi"Li co 3HakoM
«+» TOJIbKO MOHOTOHHO BO3PaCTAaET, JOCTHUrast npu t —
— 00 3HAYEHUSA Nig + Nog, T.e. Bce aroMbl °Li n "Li
CBSI3BIBAIOTCS B I'eTEPOsiJIEPHBbIE JTUMEPHI C PACIaIOM
JIBYXaTOMHBIX TOMOSIIEPHBIX MoJeKysn °Lis, uem 3Bo-
JIOTIAST ¥ 3aBEPIIAETCS, 9TO KAYECTBEHHO COBIAAET C
MPEJBIIYIAM PACCMOTPEHHBIM CIydaeM. dTo XKe Ka-
CaeTcsl pelleHusl CO 3HaAKOM «—», OHO COOTBETCTBYET
MOHOTOHHOMY YMEHBITICHUIO 70 HYJIs IJOTHOCTH reTe-

n10 + N2o

VI1om20(n10 + n2o)?gt — nag + nio

posinepubix mumepos °LiTLi ¢ yBeiamuenmem Bpemenu,
9T0 TOBOPUT 06 WX pacmaze Ha aroMmsl °Li u "Li, sTuMm
9BOJIIOINS B CHCTEME IIPEKPAIAeTCs U IIPOIECC SBJIdA-
eTcst HeOOPATUMBIM.

Tenepb paccMOTPUM IBOJIIOIIIO KOHBEPCUH ATOMOB
U MOJIEKYJI B CJTy9ae PABEHCTBA HAYAJIBHBIX [IJIOTHOCTEH
B IIEPBOM M BTOPOM KanaJjiax peaknuu Nig = n1g = fio
u Nog = ngg = fog. 37€Ch HAMU TAKIKE MOy I€HBI TOU-
HblE AHAJIMTHYECKIE peleHus s mwiorHocta Ny (t) re-
TepostiepHbIX JuMepoB SLi7Li:

Ny 1+

(17)

2

B sTOM ciiyuae KadeCTBEHHO JAMHAMHKA COBIAJAET C
[OKA3aHHO Ha pHC. 6, T.e. SBOJIONUS SIBJISETCS alle-
PHOJINIECKOl M C TEYEHHEM BPEMEHU BCE YACTHILBI JIU-
60 CBS3BIBAIOTCS B MOJIEKY/IbI (PEIIEHHE CO 3HAKOM
«+»), b0 pacnajaoTcs Ha aTOMbI (peleHre co 3Ha-
KOM «—»).

4. SAKJIFOYEHUE

Takum 06pa3oM, MOXKHO CIEJIATh BBIBOJ, O TOM, UTO
JUHAMAKA aTOMHO-MOJIEKYJISSPHON KOHBEPCUU WM30TO-
[I0B, HAIIPUMED JINTHUSI, X UX MOJIEKYJI B OOITIEM CJIydae,
0e3 NprUMeHeHUs PUOJIMXKEHUN 33 [aHHBIX HaYaJbHBIX
ILIOTHOCTEI YaCTHII, SIBJISETCS TEPUOINIECKON 1 cOCTO-
AT B IUKJIMIECKOM PAacIaje M CBSI3LIBAHUN ATOMOB B
JUMepbl. B obI1ieM ciiydae 3TOT BbIBOJL BO3MOXKEH TOJIb-
KO Ha OCHOBE HCCJIe/IOBaHUSI IIOBEEHMS IIOTEHITHAIbHOMN
sHeprun. YTo Kacaercs anepruoanIecKOil TUHAMUKI, TO
OHA BO3MOXKHA TOJIbKO B CJIyYasX PABHBIX HaYaJbHBIX
[JIOTHOCTEN YaCTUIL ¥ IIPU KCIIOJIb30BAHIEI PA3JIMIHBIX
npubnnKennii. VI3 mpeicTaB/IeHHBIX BBIIIE PE3YJIbTa-
TOB TaK>Ke CJIEJIyeT, YTO BPEMEHHAasl IBOJIIOINsI ATOMOB
U MOJIEKYJI B IIPOIECCE CTUMYJIMPOBAHHON KOHBEPCUU
CYIIECTBEHHO OIIPEJIEJISIeTCs] HAYAJIBHBIMU ILJIOTHOCTSI-
MH YaCTHUIl U HAYAJbHONI Pa3sHOCTHIO a3, UTO MO3BO-
JisieT 3(pPEKTUBHO YIPABJIATH IMHAMUKONR KOHBEPCUU.

JINTEPATYPA
. A. C. Burchianti et al., Phys. Rev. 98, 063616 (2018).
. K. Wang, Phys. Rev. 100, 063429 (2019).
. K. Voges, Phys. Rev. 101, 042704 (2020).

. J. D. Hood, Phys. Rev. Res. 2, 023108 (2020).

2
\/4n10n2o + (v/n1omz0(n1o + n2o)2gt — n2o + n1o)

314

P. Gregory, Phys. Rev. Lett. 124, 163402 (2020).
X. Wang, Phys. Rev. 101, 041601 (2020).
F. Wang, Phys. Rev. 100, 042706 (2019).

L. Liu, Phys. Rev. Lett. 122, 253201 (2019).

© ® N o

G. Guijarro, Phys. Rev. 101, 041602 (2020).

10. A. Dey, Phys. Rev. 101, 053627 (2020).

11. S.-Y. Meng, X.-H. Chen, S.-N. Ning et al., J. Phys.

B 47, 185303 (2014).

12. F.-Q. Dou, S.-C. Li, H. Cao et al., Phys. Rev. 85,

023629 (2012).

13. T. Kraemer, M. Mark, P. Waldburger et al., Nature

440, 315 (2006).

14. T. B. Ottenstein, T. Lompe, M. Kohnen et al., Phys.

Rev. Lett. 101, 203202 (2008).

15. J. H. Hucknaus, J. R. Williams, E. L. Hazlett et al.,

Phys. Rev. Lett. 102, 165302 (2009).

16. M. Zaccanti, B. Deissler, C. D’Errico et al., Nature

Phys. 5, 586 (2009).

17. H. Jing and Y. Jiang, Phys. Rev. 77, 065601 (2008).

18. G. Q. Li and P. Peng, Phys. Rev. 83, 043605 (2011).

19. F.-Q. Dou, S.-C. Li, H. Cao et al., Phys. Rev. 85,

023629 (2012).

20. M. Gupta and K. R. Dastidar, J. Phys. B 41, 195302

(2008).
21. M. Taglieber, Phys. Rev. Lett. 100, 010401 (2008).
22. B. T. Seaman, Phys. Rev. 75, 023615 (2007).

23. M. Tomza, arXiv:1505.03443.



