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TeopeTnyeckn nccnepoBaHa BO3MOXXHOCTb MOSYHEHUS| WHBEPCUN HACENEeHHOCTEl Ha KonebaTenbHbIX Mepexo-
[AX MOJIEKY/1 33 CHET HesMHeliHbIX 3¢pHeKTOB NPU MOrNOWEHNN N3NYHEHNS HAKAYKU B KPbINbAX CEKTPasbHbIX
nunuii. MNMokasaHo, 4TO B MOneKynax BO3MOXKHO (hOPMUPOBAHNE NHBEPCU HACENEHHOCTEN Ha KosebaTenbHbIX
nepexofax npu MOFMOLWEHNI UHTEHCUBHOIO U3MYHEHNS HAaKayKM B «CUMHEM>» Kpbine R-BeTBu konebaTenbHo-
BPaLLaTE/bHOr0 CNEKTPa MOMEKYsbl. DTOT 3heKT CBA3aH C HEPABEHCTBOM BEPOSITHOCTEN MOr/OWEHUs 1 Bbi-
HY>XXAEHHOrO MCNYCKaHUsSi N3/yHeHnsi 1 0DYCNOBNEH CTONKHOBUTENbHBIMI MEPEXOLAMUN MEXAY BPALLATENbHbBIMN
yposHamu. BbisicHeHo, 4To adbdpekTnBHAs 4acTOTa CTONKHOBEHWIA, NPUBOAALLMX K (DOPMUPOBAHMIO NHBEPCUN
HaCeNeHHOCTEN, TeM Bbllue, 4em Bonblue BpalaTesbHas MOCTOSIHHAS MONEKY/bl N Hem Bonblue MHTEHCNBHOCTb
usny4denus Hakadku. Ha npnmepe monekynbl monookcuga yrnepoga CO nokasaHo, 4TO nMpu NOrNOWEHNN NHTEH-
cusHoro (~ 10'° BT/CM2) M3/yHeHMs HAaKaYyKn B «CUHEM» Kpbine R-BeTBn mMoxeT hopMupoBaThCs 3aMeTHas
WHBEPCUs HaCENeHHOCTel 1 KOIPULNEHT ycunenns B LueHTpe R- n P-BeTBeli CnekTpa MONeKyabl MOXET [O-

© 2010

cturate 3uadennii 0.011 cm™ v 0.25 cm™! npu Temnepatypax coorsercraerHo T = 300 K u T = 100 K.

1. BBEJAEHUE

B skcmepumentax [1-4] ¢ aToMamMu HATPUS 3apert-
CTPUPOBAH WHTEPECHBIH 3(hPEKT — BOSHUKHOBEHUE JTa-
3epHOI TeHeparuu Ha Pe30HaAHCHOM mepexone 3P-3S
(D-nvHWN) B pesKNUMe CBEPXCBETHMOCTH (32 OIWH MPO-
XOJI AKTUBHOM CPEJIbI) TP TOTJIONIEHUY U3JTy YeHUS Ha-
KAYKW B «CHHEM» KPBLTE CHEKTPAJbHON nuHun. [enHe-
panust HAOMOATACH B IMUPOKOM JIUANTA30HE MTOMOZKH-
TeJLHBIX OTCTPOEK H3ayuenns Hakauku (10 400 cm~!
or nenrpa Do-nuruu [4]) u Tonbko B npucyrcrsuu Gy-
depHOTrO raza npm AOCTATOYHO BLICOKOM €r0 JABIEHAN
(6omee 200 Topp).

Dror 3¢ dexT, Kak BhIsicHeHO B padorax [1, 3|, aB-
JISTeTCS CIeACTBIEeM (POPMUPOBAHUS MHBEPCHN HACEIEH-
HOCTe B JBYXYPOBHEBO# CHCTeMe NPHU MOTJIOUIEHUN
HEMPEPHIBHOTO JIA36PHOTO M3TYUEHUs] B «CUHEM» KPhI-
JIe CMeKTPAIbHON JIMHUU TPU OOIBINUX TABJIEHUSIX OY-
depuoro raza. B paborax [1, 3] a0 Teopernyecku mno-

*E-mail: par@iae.nsk.su
“*E-mail: shalagin@iae.nsk.su

KA3aHO HA OCHOBE DACCMOTPEHMS] KOMIIAYHI-CHCTEMBI
«aroM + cuibHoe nose» («oxersiit» arom). CTonkHOBE-
HUsT IPUBOJAAT K YCTAHOBJIEHWIO DABHOBECHOTO (BOIBII-
MaHOBCKOT0) DACTIPEIETIEHNUST TI0 YPOBHSIM SHEPTHH KOM-
Ay H/I-CHCTEMBI, KOTOPOE COOTBETCTBYET TOMY, YTO JI/Is
JIBYXYDOBHEBBIX ATOMOB (C OCHOBHBIM yPOBHEM N U BO3-
Oy KIEHHBIM M) HACENEHHOCTH p,, W Py, HUKHETO W
BEPXHEro yPOBHEIl CBA3AHBI COOTHOIICHHEM (B CHIBHOM
nose)

pn = pm exp(—hQ/kpT), (1)

rae ) = w — Wy — OTCTPONKA TACTOTHI M3ITYUEHUS
W TIO OTHOTIIEHHIO K YACTOTE Wy, TTepexoaa m—n, kp —
nocrosgarasg bonpnmana, T — temmeparypa. B coorser-
creun ¢ Bopmyioil (1) npu nomoKuTeNbHON OTCTPOIi-
Ke 9acToThl m3jtydenust nakadku (2 > 0) macemen-
HOCTb BEPXHEr0 YPOBHS OKA3BIBAETCS BBIIIE HACEEH-
HOCTHU HUZKHErO YPOBH:, T.€. BOBHUKAET WHBEPCHUS HAa-
CeJICHHOCTEIA.

DddekT popMupoBaHUs UHBEPCHE HACETEHHOCTEH
PY HEPE3OHAHCHOM MOIJIONIEHUN W3JIy9eHus, B CBOIO
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OYepehb, SIBIISIETCS CTIEJICTBHEM HAPYIICHWS PABEHCTBA
CTIEKTPAJILHBIX IJIOTHOCTEH BEPOSITHOCTE!N TIOTJIONIEHU ST
U BBIHYZKJICHHOTO UCITYCKAHWS W3JIyIeHusl (CIeKTPalb-
HBIE IJIOTHOCTU BTOPBIX KO3 DUIMEHTOB DHIITEHHA)
TP HEPE30HAHCHOM OMTUYECKOM BO30YIKICHUN W TIPHU
B3aMMOJIEHCTBIH JacTuIl ¢ TepMoctarom [1-7]. B pabo-
tax [1-7] Teoperuuecku mOKa3aHO, YTO €CJIU MOHOXDO-
MATHYECKOEe H3JIy4YeHre B3auMOIEHCTBYeT ¢ aroOMaMu
ra3a B Cyryb0 HEPE3OHAHCHBIX YCIOBUSAX W OHU WCITHI-
TBIBAIOT YACTbIE CTOJIKHOBEHUS (HAIIPUMED, HAXOIATCS
B armocdepe OydepHoro raza), To CeKTPaIbHbIE ILI0T-
HOCTH KOI(D(PUIIMEHTOB DUHINITEHHA /I TTOTJIOMICHIST
(b () u BBIHYKAEHHOTO UCTTYCKAHUS (Dpyp () CBsI-
BaHBI MEXKIY CODOM COOTHOIIEHUEM

b () = b (Q) exp(—hQ/k5T). 2)

B cayuae, korga h|Q| < kT, u3 dbopmyansr (2) crenyer
KAHOHMYECKOE PABEHCTBO sl BEPOATHOCTEH MOTIONIe-
HUST ¥ BBIHYZKJIEHHOTO UCITYyCKAHUS.

3 0ObIYHBIX ypaBHeHWii Gajtanca s HaCeIeHHOC
Tefl ypoBHEl ¢ y4eToM COOTHOMIeHHUs (2) MpH J10CTa-
TOYHO OGONMBIIOA MHTEHCHBHOCTH W3TyYEHHS HAKAIKA
(Ibpm () > Ty, Toe [ — UHTEHCHBHOCTH U3JTyde-
uust, [, — BEPOSTHOCTH CHOHTAHHOTO PACHaa ypPOB-
g m) caepyer (popmysa (1) mig HaceseHHOCTEH yPOB-
Heii [4,5], B coorBeTCTBUM ¢ KOTOPO# BO3MOXKHO yCTa-
HOBJICHUE WHBEPCUM HACEJEHHOCTEH U, KaK CJIeICTBUE,
reHepanys N3Iy9eHnst Ha PE3OHAHCHON 9aCToTe.

Hua aromos kak dopwmyna (1) s HacenreHHOC-
Tefi ypoBHEi, Tak W cooTHOIIeHWEe (2) MEXKIy CIeK-
TPATBHBIMY TJIOTHOCTAMY KOI(MDMUIMEHTOB DHHITITEI-
HA HAXOMAT MPOCTBIE W SICHBbIE (PU3MYIECKHE TONKOBa-
must [1-3,5]. OHKM OCHOBAHBI HA TOM, UTO MOBEIEHIE
repMoB Uy, (1) u Uy (1) KBA3UMOIEKYIbI, KOTOPYIO 00pa-
3YIOT aTOMBI B XOJIe¢ CTOMKHOBEHUsI, CyIMEeCTBEHHO Pa3-
g0 (Up, (1) # Uy (r), MHAEKCHI M U 1 COOTBETCTBYIOT
BO30YYKJEHHOMY U OCHOBHOMY COCTOSIHUSIM TIOTJIONIAIO-
IIero aTOMa, I' — PACCTOSTHUE MEZK/Ly CTATKHBAIOITMH-
CS1 JACTUIAMH).

g MOJIeKysl mpu KOJIeOATeIbHBIX MePeXoax Ch-
Tyanusa cocem unas. KojebareabHble COCTOSHUS BO3-
MYIIAIOTCA CTOTKHOBEHUSIMA TTPAKTUIECKH OJIUHAKOBO
(Un(r) = Uy(r), 370 06CTOATENHCTBO, B YaCTHOCTH,
obycioBmuBaer dpdert [AnKKe CyKeHUs CHEeKTPAIh-
HbIX uHAil [8, 9] masa Hekoropbix Momekys [10-12]).
[TosTomy ampwopu He sICHO, BO3MOYKHO /i (POPMHUPO-
BaHUe UHBEPCUU HACEJCHHOCTEH Ha KOIebaTebHbIX Me-
pexomax B MOJIEKYJIaX TPH MOTIONIEHAH WHTEHCHBHOTO
W3JTy9eHUST HAKAYKHA B «CHHEM» KPBLTE JIMHUH MOTTOMIe-
HUSL MOJIEKYJIBI, KAK 9TO UMEET MECTO JIJIsT ATOMOB.

ITenpro HACTOSIIEH PAOOTHI ABIISIETCST UCCTEI0BAHNE
BO3MOKHOCTH TIOJTy9€HUs] MHBEPCUU HACETEHHOCTEH Ha
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KOMebATENbHBIX TEPeX0IaX MOMEKY T 33 CUeT HeTnHel-
HBIX 9 HEKTOB TPU MOTJIOMIEHUN W3JTyYEHUST HAKAIKI
B KPBIIbAX CIEKTPAJIBHBIX JIUHUI, a Takxke (ecau 3¢-
dexT cymecTByer) mccmeaOBaHNEe BO3SMOKHOCTH JIAa3ep-
HO reHepanny 3a cuer TaHHoro dhdexTa.

2. UHBEPCUY HACEJIEHHOCTEN HA
KOJIEBATEJIBHBIX ITEPEXOJ/IAX
MOJIEKVY/JI

Pacemorpum 3aady O BAUSHUM CTOJTKHOBEHHUH HAa
dopmmpoBanme mHacesenHocTel KosebaTETHLHO-BpAIa-
TETbHBIX YPOBHEH MOJIEKYJT MPU HEPE30HAHCHOM OIITH-
qecKkoM BO30yxKmeHnn. IlycTh nMeercs ra3 B3amMomeii-
CTBYIOIINX C M3IyYEHWEM MOJIEKYJ, HAXOISIIUACI B
cmecr ¢ OydepHBIM ra3oM BBICOKOTO mapimenus. [Tomo-
JKUM, 9TO 9aCTOTa W M3y9YeHUs] HAKAYKW MOMATAET B
«CcWHee» KPbIIo R-BeTBM KojaebaTerhbHO-BpAIlaTeIhHO-
T0 CIEKTPa MOJIEKYJIbl. Tpebyercs BBISCHUTD, BO3MOK-
HO JIA B 9TUX YCJIOBUAX (POPMUPOBAHUE WHBEPCHU HACE-
JIEHHOCTeH Ha KOJebaTeTbHBIX MePeXOIax.

Jlmsa  amanm3a mpoOTaeMbl  OyaeM HCIOTb30BATD
MPOCTEHNIYI0  YeTBIPEXYPOBHEBYIO MOJETb  KOmeha-
TeILHO-BPANATELHBIX YPOBHEH MOsekyabl (puc. 1),
mosarast, 9TO B OCHOBHOM W B BO3OYKIEHHOM KO-
1e6ATENIBHBIX COCTOSHUAX HMEIOTCsl TONBKO IO JBA
BpAaIllATeILHBIX YPOBHs. BymeMm mojararh, YTO MEKIy
BpAIATEILHBIMI YPOBHSAME B MPEILIaX KazKI0r0 KOJIe-
6aTeTLHOTO COCTOSTHUST IIPOUCXOJISAT CTOTKHOBUTETHHBIE

4)
) N i A
j 7\ 12)
E
E
\
13)
3 3“’3lv

1)

Puc. 1.
MU cTpenkamu 0b6o3HaueHbl nepexoabl Nog AelicTeuem

Cxema 3HepreTndeckux yposHeii. CniowHbi-

N31y4eHns, N30rHyTbiMn — CTONKHOBUTE/IbHbIE Nepe-

xonbl. YposHu |1) u |3) cooTseTcTBYIOT BpalwaTenb-

HbIM YPOBHSIM OCHOBHOrO KonebaTenbHOro COCTOsHUS

MONeKybl, ypoBHu |2) n |4) — BpawaTensHbIM ypoB-

HAM BO30Y>KAEHHOrO KONebaTeNbHOrO COCTOSAHUS, W3l
N w4p — 4aCTOTbI nepexonos |3)—|1) n |4)—|2)
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MEPExXOIbl, HO MEXKIY KOIeOATeTbHBIMEA COCTOSHUSIMA
CTOJIKHOBUTETHLHBIX TTEPEXOIOB HET. AHaIn3 mposemsem
HAa OCHOBE TPEJCTABIEHNWH O KOMIAYHJI-CHCTEMaX
«qacTHia + cuibHOe Tone» [13] (dacruna, «omerasi»
MOJIeM) KaK CAMOCTOSTETHHOTO (DU3NIECKOTO OOHEKTA,
XapaKTePU3YIOIIErocsi CBOUMHU YPOBHSMHU SHEPTUN W C
KOTOPBIM MOYKHO OOPAIIATHCSA TIPUMEPHO TAK K€, KAK 1
¢ obbrunoil yacruneil (cm., manpumep, [14]). B gacrho-
CTH, JJIST «OJIETHIX» YACTHUI] CIIPABEJTUB OGN BHIBOI
TEPMOJAMHAMUKH O TOM, UTO BCJIEJACTBAE CTOJTKHOBEHWI
JIOJIZKHO YCTAHOBUTHCS PABHOBECHOE (BOIBIMAHOBCKOE)
pacrpejieienne Mo ypoBHsM sHepruu. B patorax [1, 3]
9TOT TMOJXOJ OBLT WCTOMB30BAH JIJIsT WHTEPTPETAIINN
apderTa BO3ZHUKHOBEHHsS WHBEPCUH HACETEHHOCTEH
B JIBYXYPDOBHEBBIX CHCTEMaX TpPU HEPE3OHAHCHOM
TTOTJIONIEHNH HETPEPHIBHOTO M3JTYYeHNUST.

JImst paccMaTpuBaeMoOi 3a0a9N TOMHBIA TaMUIBTO-
mar H COCTABHOI CHCTEMDI «II0Te + CTATKHBAIONIHECH
JACTHUIBI» 3AIUIIEM B BHUJIE

H=Hy+hU(t), Ho=Hu+He+hV. (3)

3xecn H AU H ¢ — TaMWJILTOHUAHBLI CBOOOIHON TMO-
TJIOMIATONIEH YACTHUIIBI U MOHOXPOMATHIECKOTO U3y de-
HUS; Vou ﬁ(t) — OMepaTopbl B3aMMOJIEHCTBUSA MOTIO-
MIAOIINX YACTHUIL C TIOJIEM U ¢ Oy(DEPHBIMU TACTUIIAMHI
(cronkuoBenust). OTHOCUTENBLHOE ABUZKEHHUE CTAJIKHBA-
IOIUXCST 9ACTUI] CAUTACM KJIACCHIECKUM, TO3TOMY OITe-
patop U (t) aBHO 3aBuCHT OT BpeMenn. [aMuIbTOHAAHBT
H A, ﬁg U OrepaTop v OTIPEIETAIOTCS BBIPAZKEHUSAMU

1
5 )
=~ 2w A N A At
V= /7= (il del) |i)(j] (a + a*),
hV v
rue |i) — cramuoHapHOe COCTOsSIHME CBOOOIHOM MOrJIO-

marommeit yacTHIn ¢ sneprueit B; (i = 1,2,3,4), at u
( — OTMepaTopbl POKIACHUSA U YHUUITOKEHHUsT (DOTOHOB,

Hy=Y" Eili)il, He=hw (a+a+
(4)

d— OTIePATOP JAUIONIBHOIO MOMEHTA, € — €JINHUIHBIN
BEKTOp Nojsipu3anuu, V — 06beM, 3aHUMAEeMbIi TIOJIEM.
Bomuosyio dbyukiuo ¥(t), OTBEYAIONIYIO TOTHOMY
TAMHUTBTOHUAHY i , PA37TOKUM IO COOCTBEHHBIM (PYHK-
IUAM {/716 (t) ramuiabroHuaHaA ffo KOMIIAYHI-CACTEMBI
«TTOTJIOIIAIONIAST TACTUIA + CUILHOE TTOJIE» :

U(t) ST @),

k=1,2,3,4

= (5)
rae ag(t) — momexamue BuYUCTCHUIO KOI(DDUIIeH-
to1. CobeTBenHbIe BOMHOBbIE (DYHKIUA g (t) raMUIBLTO-
uuana Hy Haxoagarcs oObIYHBIM 00pa3oM (CM., HANpH-
mep, [1,13]), mpencraBum ux B Buze

(6)

Ui (t) = Pr exp(—idt).
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Cocrosuus ¢ (t) ABAOTCS CTATMOHADHBIMI COCTOSHH-
SIMH KOMTIAYH/I-CHCTEMBI C COOCTBEHHBIMU 3HAUCHUSMU
(ypoBusivu) sueprum hdy. Bonmnosbie dyHKIMN @f B
coorHoteHnn (6) CBA3AHBI ¢ BOMTHOBBIMU (DYHKIMUAME

o2 = |2)n - 1),
1 = [4)n - 1)

p1 = (1)),

o5 = [3)|n), ™

CTAMOHAPHBIX COCTOSHUNE CBOOOIHOI MOLTOIIAOIIEH
YACTHIIBI W TOJIS, TIe |n) — cobcTBeHHast DYHKIWMs T10-
JIsL, OTBEYAIONIAS ONPEIETICHHOMY YTy (POTOHOB (B Ha-
uiem ciaydae n 3> 1), CoorBercrByiomias CBiI3b JaeTcs
crenyomumMu (hopMmyTamMu:

352 = b;% — biya,
Pa = byp3 — bzpu,

@1 = brpr + bapo,
@3 = bz + baps,

(8)

rae
1 Ql G1 1 Ql
b= —1/1— =1, by=— —/1+—1
T2 Qg |G V2 g
1 QQ G2 1 Q2
by = —4/1— —=, == \/1+4—=, (9
AV o T sV T e @
4|G1|2+Q%, QQRZ 4|G2|2+Q§,
o (2| de|1)E (4] de[3)E
L= 7o - 2n

M =w—wy, =w-—uws,

Q1 r, Qa2r — 0bOOIIEHHBIE YacTOTHT Pabu, F — ammin-
TYZa IEKTPUIECKOTO MOJIST M3ITY ICHUsT HAKAUTKI, W;j —
yacrora nepexoa i) — |j).

Benuuunbr @ B Bbipaxkenuu (6), ompeiensioniue
YPOBHW 3HEprun ficvy, KOMITAYHI-CUCTEMBI <«TTOTIIOMIA0-

Mas YaCTUIA + CHIIBHOE TOJe», MAI0TCsa (POPMyTaMu

- E Mr+Q _ -
a1=#+nw—%7 @z =ar + g,

(10)
-~ E Qr+Qs
ag = f-l'nw-l'wa’l—T, ay = az+Qp.

Cornacuo Beipazkenusm (10) u  (6) cocrostaus @, P4
KOMHayHﬂ—CHCTeMBI PaCIOJIOKEHBI  BBITIIE COCTOSTHMIT
P1,¢3
(puc. 2).
O6parumcs k popmysam (8), CBAZBIBAIOIINM COCTO-

Ha BeJIUYUHLL ODODOIIEHHBIX dYacToT Pabu

SHUS Q; U ;. IIpU He CAUIIKOM BBICOKOM MHTEHCHBHO-
CTH U3JIy4eHUsd HaKadKU, TAKOH 4TO

4GP < 92, i=1,2, (11)

U B CIydae MOJOKHUTETbHBIX OTCTPOEK YACTOTHI U3y~
gerns (£2; > 0) u3 (8) ¢ yuerom (7) nmeem
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G*

- Gao
* A pa = |G ||3>|n>
| N W3l
- G7
! i B2~ (G
Qar
MR
Y ~
~ —|4 -1
| R W42
Y Y P~

7y 7y P4~ —4)|n — 1)
: N w42
Y 7\ Do &~ —|2)|n — 1)
Qar
QR
Y G5~ [3)n)
| N W3l
1 & [1)[n)

Puc.2. Cxema ypoBHeli KOMNayHA-CUCTEMbI «MOFIOWAOWAA 4aCcTNLA + CUNbHOE nosiey. [pn NoNoXKUTENbHBIX OTCTPORKaxX

yacTtoTbl u3nydeHns Hakadkm (1,02 > 0) HUKHME YPOBHM KOMMAYHA-CUCTEMbl OTBEYAIOT BEPXHUM YPOBHAM MOJEKY-

nbt (@), npn oTpuuaTensHbix otcTpoiikax (21,22 < 0) HUKHME YPOBHU KOMMAYHA-CUCTEMbI OTBEYAIOT HUXKHUM YPOBHSIM
monekysnbl (6)

~ 1), B~ i)

~ G - G3
~ Gl =0, E B,

(12)

T.€. HUJKHUE YPOBHU Q1,3 KOMMAYHI-CUCTEMBI OTBe-
Yar0T BEPXHWM YDOBHsIM |2),|4) Momexkysbl, a Bepx-
HUE YPOBHU o, P4 KOMIAYHI-CUCTEMBl — HUKHUM
yposHaM |1}, |3) monekynst (puc. 2a). Eciun nnrencus-
HOCTh U3/IyYeHUs] HAKAYKH OTDAHUYEHA OTIOTHUTEIb-
v yernosuem |Gi|? < |Q;|wst, [Q|waz, To paccros-
HUE MeXKJy HWKHUMHA M MEYKJy BEPXHUMH yPOBHSIMA
KOMIIAYHI-CUCTEMbI PABHO PACCTOSHUIO MEXKIY COOT-
BETCTBYIONMMHU yPOBHIMU MOJIEKYJIbL (puc. 2a).

B ciygae oTpunATETBHBIX OTCTPOEK 9ACTOTHI U3ITy-
genns (2; < 0) B ycmosusx (11) nmeem

1~ |1>|TL>, (:52 ~ —|2>|TL - 1>7
3~ 3)[n), @ax—4)n—1).

B sTom ciyuae mopgaaok pacmosioyKeHus B ITKAJIe dHep-

(13)

UK yPOBHEH KOMIAYH-CUCTEMbI U YPOBHEH MOTEKYJIbI
OJMHAKOB: HUZKHUM YDOBHSM KOMIAYH/I-CUCTEMBI OT-
BEUAIOT HUKHWE YPOBHU MOJIEKYJIbI, & BEPXHUM YDPOB-
HAM KOMITAyH/I-CHCTEMbI — BEPXHUE YPOBHU MOJIEKYJIbI
(puc. 26).

U3 cka3aHHOrO BBIMIE SICHO, YTO C TOYKH 3DEHUSI
YCTAHOBJICHMSI MHBEPCHM HACEJIEHHOCTEH MU HEpe3o-
HAHCHOM MOTJIOIEHAY HEIPEPBIBHOTO M3JTyY€HUST NPE/T-
CTABJIFIET UHTEPEC CIy9ail MONOZKHUTETBHBIX OTCTPOEK

gacrorbl uzinydenus — 2, Qs > 0 (puc. 2a). Eciu 661
MEXKIYy HUKHUMHU @1, P3 W BEPXHUMHU o, P4 YPOBHS-
ME KOMTIQYH/I-CUCTEMbI TIPOUCXOIAIN CTOTKHOBUTE -
HBIE TIEPEXOJIBI, TO B KOMITAYHJI-CHCTEME YCTAHOBUIOCH
Ob1 paBHOBECcHOE (BOIBIMAHOBCKOE) PACTIPEIETICHHE 10
YPOBHSIM Hepruu (pa3yMeercs, MpH JOCTATOUHO BBICO-
KOM JIaBJIEHUH ra3a). B COOTBETCTBUM C BbIPAKEHUS-
mu (12) 310 03HAYAIO Obl, 4TO B MOJIEKYJ/IE HACEJEHHO-
et Njpy w0 Ny BepXHUX ypoBHeii [2) n [4) OKa3pIBAIOT-
ca Gombine nacenennocreit Njiy u N3y HUZKHUX yPOBHEH
[1) u |3) HA GombIMaHOBCKIE (BAKTOPBI COOTBETCTBEH-
HO exp(h r/kpT) n exp(hQar/kpT), 7. e. Bo3HNKaeT
WHBEPCUS HACEJIEHHOCTEN:

R Qs
N2y = Ny exp 5 T Ny =Npgyexp =% e (14)
01,925 > 0.

B ycnosusx (11) He COUIIKOM BBICOKO MHTEHCUBHO-
CTU U3JlyYeHUs HAKAYKU B cooTHOmenusax (14) umeem
QlR ~ 917 QZR ~ QQ (Cp. C (1))

191 IpOsICHEHU ST BOIIPOCA, O CTOJKHOBUTEIHHBIX TIe-
Pexo/iax B COCTABHON CHCTEME <«IIOJIe + CTAJIKUBAIOLIM-
ecst 4aCTULBl» PACCMOTPUM YPABHEHUS it aMILTUTY /T
BEPOATHOCTEH Gy () B PA3JIOKEHUI BOJTHOBOMN (DYHKIIUN
U(t), orBeyaloleli IoJHOMY PAMUJILTOHUAHY Vil , TIO COO-
cTBeHHBIM ByHKIHAM Vg (1) TAMEIBTOHHAHA Hy xomma-
YHJI-CUCTEMbI «MOTJIOMIAIOMAs YACTHIA + CUJIHHOE T0-
nex». Honcrapngs pasnoxenue (5) B ypasuenue IIpe-
JIMHTepa ¢ TOMHBIM FAMATLTOHAAHOM H , IOy <iM
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d ~ 77 ~ 77 _iaqat
Zﬁal =a1Uy1 + asUq2e* 2" +
+ agUyzei@st 4 G, Uy et
d . o~ o~ , o~
Z.EGZ = GyUss + Gy Upre™ "2 4 G3Us3e" 2 +
+ g Uygeio2et
y L (15)
2563 = a3Us3 + 61U3167ia13t +
+ Gy Uspe ™28t 4 7, Usgei@sst,
d. . ~ o~ ) o~ )
iaﬂu = @aUss + a1 Ugre™ " 4 GyUype™ 024t 4
+ 636—43671'(1342
TIe
ag; = a; — oy, Uy = (GilU(1)|9;), (16)
Uji = U}
31ech MarTpuUYHbIe 3JIeMEeHTbI Usi XapaKTepHu3yoT

CTONKHOBHUTEILHBIE CJIBUTH YPOBHEH @; KOMIAYHI-CHC-
TEMbI, MATPUIHBIE HJIEMEHTHI ﬁij (i # j) xapaxrepusy-
IOT CTOMKHOBUTEIBLHBIE TEPEXOIbI MKy YPOBHAMU O;
u ¢; xommayHa-cucrteMsr (i,j = 1,2,3,4). C yduerom
coorHomenuii (8) s ﬁij MOMYYIaeM  CIEIYIOMIAe
BBIPAZKCHUA:

~ U +Usx M
U11 = 5 - QQlR (Ull - U22),
~ U +Usx M
Uz = 3 291R(Un —Us),
~ Uss + Uy Qs

33 = 5 - 2Q2R(U33 — Uss),
~ Uss + Uy Qs
U44 = D) + 292R (U33 - U44)7
~ GI
Uis = — (U1 = U

12 Q1R( 11 22), (17)
Uiz = bib3Uiz + b304Us4,
Uia = bi05Uss — UsbsUsa,
Uss = bobiUss + b bsUsy,
- G*
Usy = Q—2(U33 — Ua),

2R

Us3 = babsUiz — b7b4Usa,

Uij = (pilU(®)|5)-

Marpuunbie smeMeHThl Uj;  XapaKTepu3yroT CIBUTH
yDOBHE#i |i) aKTUBHOW YacTHIBI 338 CYET CTOJIKHOBE-
Huit, Mmarpudnbie 3aeMenThl U 1 Usy XapaKTepu3yioT
CTOIIKHOBUTENLHBIE MEPEXOIBI COOTBETCTBEHHO MEXKIY
yposasamu |1)—|3) u |2)—|4). Mbr momaraem, 910 MexK-
JIy KOJIeDATETTbHBIMEI COCTOSHUSAMU CTOTKHOBHTETbHBIX
MePeXOIOB HET, TI09TOMY

Uy = Uz =Uis =Uyy =Us3 =Usy =Usy = Uz =0.
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3aMeTuM, 9TO MATPUYHBIE STEMEHTHI ﬁij cozepKaT B
cebe Kak mapaMeTphbl HCXOZHOTO OMepaTopa B3anMoIei-
CTBUS CTAJTKWUBAIONINXCS YACTHIL, TaK W TTapaMeTphl 13-
JydeHusi. TO 3HAYUT, 9TO B AKTE CTOTKHOBEHUST yIaCT-
ByeT KBaHT TOJIA U3TyIeHU.

B ycimosugax (11) mpu He CIUIIKOM BBICOKONH WHTEH-
CUBHOCTH U3JIy4eHUs HAKAYKU (MJIUM JOCTATOYHO OOJIb-
MIMX OTCTPOWKAX YACTOTHI W3JIy4eHWsi) U3 BbIpazKe-
uuit (17) momy4aem

~ Usa, (1 >0,
Un =
U, <0,
~ U Q
Ty = 11, >0,
Usa, (1 <0,
~ U. Q
Ty = 44, 22 >0,
Uss, (13 <0,
~ U. Q 0
Uit = 33, 2 >0,
Uss, Q2 <0,
_ G*
Up = |Q—i|(U11 — Us2),
_ Gi &Um, Q; >0,
U5 =4 |G1] |G
Uiz, ; <0, (18)
G5 |G| G |Gs|
— ——Uiz3— 15— —— Q; >0,
ﬁ B |G2| Ql 1 |G1| 92 U247 >0
N G2 = S, <0
2,18 T e 4 <0
~ & iU13, Q; >0,
Uy =4 1G1l |G
Uss, € <0,
_ G
Uss = ﬁ(%s —Uu),
G |Gs| Gy |Gy
G Gl G Gy g, 50,
ﬁ B |G1| 92 1 |G2| Ql 24, >
N G oG aico
T

Broisicuum wa ocuose dbopmyt (18) u (15), BOZMOKHBL i
CTOJIKHOBUTEJILHBIE TIEPEXOIBI MEYKIY HUKHUMU D1, O3
U BEPXHUMU Py, P4 YPOBHIAMU KOMIAYHI-CUCTEMbI (OHU
OPUBOJAT K yCTAHOBJIEHUIO PABHOBECHOI'O OOJIbIIMAHOB-
CKOTO pACIIpeIe/IeHnst 0 YPOBHAM 3Heprun). [Ipumem
BO BHUMAHKE TO OOCTOATENHCTBO, YTO B MOJIEKYJIAX KO-
sebaTe/bHbIe COCTOSAHUS BO3MYIIAIOTCS CTOTKHOBEHU SI-
Mu mpakTudecku omuHakoso. C yderom 3roro daxra
B (18) mpumem, 9To

Uit = Usz, Usz =Uy. (19)
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Kpowme Toro, 6ymem caIntaTh OMMHAKOBBIMEU XapPAKTEPH-
CTUKW CTOJIKHOBUTEIHHBIX MMEPEXOI0B MEKIy Bpallla-
TEJIbHBIMU YPOBHSIMA B OCHOBHOM U B BO30YZKJIEHHOM
KOJIE0ATEIbHBIX COCTOSHUAX MOJIEKYJIbI (MeK1y ypoB-

Hamm |1)—|3) u |2)—|4)):
Uiz = Usy. (20)

VYenorust (19), (20) Bawmsitor, Kak BUAHO u3 GopMy-
bl (18), HA BETMYMHY YeThIPDEX MATPUYIHBIX ITE€MEH-
ToB: smementhl Uy u Usy obpamaiorces B myast), a
smementsr Upy n Usz NPHOGDPETAIOT JOTOTHUTEITHHBL
(x mamoit Bemmunne |G;|/€;) napamerp mamocra, 00y-
CJIOBJICHHBIIT BOSHUKHOBEHHEM DA3HOCTH OIU3KUX JAPYT
K apyry semnand |G1|/|Q] n |G2|/|Q=2]. Tem ne me-
Hee HATMYEE MATPHIHBIX 971eMeHtoB Uy 1 Uss ofec-
HEeYNBACT CTOJKHOBHTETbHBIE MEPEXOIbl MEKIY yDOB-
HAMU Q1, P4 U Py, P3 KOMIAYHI-CUCTEMBI. JTO Iejia-
eT BO3MOXKHBIM YCTAHOBJIEHWE DABHOBECHOTO GOJIBIIMA-
HOBCKOTO DACIPEIETEHUs 10 YPOBHAM IHEPIHU KOM-
MayH/I-CUCTEMBI, YTO B CIIyUYae TOIOKUTENTLHBIX OTCTPO-
eK YaCTOThl M3JIyueHWsi O3HauaeT (hOPMUPOBAHWE WH-
BEPCHH HACEIEHHOCTEH Ha KOIeOATeTbHBIX MePeXoIax
B Mosiekyax (cm. (14)).

Haiiiem tenepb BeTHYMHBI MATPUYHBIX JIE€MEHTOB
(7'14 u (7'23 B yeaosuax (20). JIjis 3T0ro J0CTaTOIHO Hadi-
TH pa3HocTh |G| /|Q2|—|G1]/|Q4 . [lycrs HuzKHEMRE yPOB-
ai |1) u |3) mornomatomyx dacrut (cM. puc. 1) coorser-
crByIOT BpamareabibiM yposasam J u J+1 (J — spaina-
TelbHOe KBAHTOBOE YHCIIO) OCHOBHOTO KOJIeOATENhHO-
IO COCTOSHUS JBYXaTOMHO# Momeky.bl. Torga Bepxaue
yDPOBHU |2) 1 |4) NOr/IOMAINIMX YACTHUIL COOTBETCTBYOT
BpamareabHbiM yporasiM J +1u J+2 (J—1nu J) Bo3-
Oy 7K IEHHOTO KOJIe0ATETHHOTO COCTOSTHUS MOJIEKYJTbI, €C-
JI PACCMATPUBATH MOTIOIICHHE U3y YeHns B R-BeTBH
(P-BeTBM) KOMEOATEIHHO-BPAIIATEIHLHOTO CITEKTPA MO-
JeKysbl. B IaHHOM ciiydae 71t OTCTPOEK Y9acTOT HMeeT
MECTO COOTHOIIIEHHEe

0, =0, + 2B, (21)

rome B — BpamarejgbHas TMOCTOSTHHAS, 3HAKW <«+»
U «—» COOTBETCTBYIOT TIOTJIOIEHUIO W3JIyUEHUs B
R- u P-erBsx cmnekrpa. ns pacdera gacror Pabwu

|G1], |G2| Bocnonb3yemest cooTHOIEHUEM

I)\gn‘]ilfnJAmJ:I:l—mJ
16m2he ’

|GmJ:t1*nJ|2 = (22)

1) HanmomHWM, 9TO B CIIy9ae ABYXyPOBHEBEIX ATOMOB MMEHHO
OTJIMYHe OT HyJsl MATPUTHOTO deMenTa Uz, 00YCIOBICHHOe pas-
HBIME CTOJKHOBHTEIBHBIME casuraMu yposHeit (U1 # Uszz), npu-
BOJHUT K yCTAHOBJIEHWIO PABHOBECHOTO GOJIBIIMAHOBCKOTO DACIIPe-
JIeJIeHnsl IO yPOBHAM sHepruu [1, 3].

rae |Gmrti—nJl gacrora Pabm nna komebarenb-
HO-BpAIIATEILHOTO Ttepexona m.J + 1-n.J (ungexcot m
U 7 OTHOCSTCS K BO3OYKIEHHOMY W OCHOBHOMY KO-
nebaTe/bHbIM COCTOsIHUAM), | — UHTEHCUBHOCTH W3-
JIYIEHUS, AppJ+1-—nJ — JJIMHA BOJHBI JIJIST MTEPEXOIA
mJ £ 1-nJ, Apjt1—nJ — BEPOATHOCTL CIIOHTAHHOTO
pammanuonuoro nepexoga m.J £1 — nJ. Bepoartaoctu
PaauaMOHHBIX mepexogoB B R- u P-BerBax crekTpa
natorest popmyaavn [15, 16]

43| dpmn|* T+ 1

A =

mJ g 3hcd 2] +3 (23)
4 4P |dmnl? T

mJ—1—-nJ — 3hC3 27 — 17

e dpyn, — KomebaTeabHBIH MATPUYHBIA JIeMEHT JIH-
IIOJTBHOTO MOMEHTA, W — 9aCTOTa M3aydeHud. Mcmonn-
3ysi coorromenns (21)—(23), mpu ycaoeuax J > 1,

|| > 2B naxomnm, uTo

Gl _(0 6 (28 1y
Q2] Q][] \[]  4J2

CrejoBaTeIbHO, 1S BETUYMH MATPUYIHBIX SJTEMEHTOB
5'14, 5'23 B ycoBusx (20) cupaBejiuBO CIeyIONee Bbl-
paskeHue:

~ ~ |G1| [ 2B 1

|U14| = |U23| ~ m (m + 4—J2> |U13|. (25)
B sTom BBIpakeHun mepBoe ciaraemMoe B CKOOKaX, IIPO-
MOPIIMOHATBLHOE BPAIATETbHON MOCTOAHHON B, 00y-
CJIOBJIEHO Pa3audneM OTCTPOeK (21 u (s 4acTOThI U3JIy-
yenus (21), KOTOPOE, B CBOIO OYepe/lb, ABIACTCS CIIE]I-
CTBUEM HEIKBHUIMCTAHTHOCTH BPAIATETbHBIX YPOBHEH
MoJIeKyIbl. BTOpoe ciaraemoe B CKOOKaxX, 3aBUCSIIEE
or .J, OOYCIOBJIEHO pPa3IUYMEeM BEPOSITHOCTEH CITOH-
TAHHBIX DAJIMAIMOHHBIX TIEPEXOJIOB JIJIsi COCEJHUX JIH-
HUIl B KOJIEHATETHHO-BPAIIATETLHOM CIIEKTPE MOJIEKY-
ael. [lepBoe cimaraemoe GOJbIE BTOPOTO MPAKTHYECKN
BO Bceil 00/1acTh CrieKTpa, 33 UCKIIOYEHHEM HAYATA [T0-
JIOCBI TOrTIONIeHust (py HeGObIMX 3HadYeHusX J). B
9TOM JIETKO YOEIMUTHCsI, BOCTIONB30BABIINCH U3BECTHBIM
BhIpaykeHueM mjs 3uadennsd J = Jpee, HA KOTOPOE
MPUXOJIUTCA MAKCUMYM HHTEHCUBHOCTH JIMHUIN KOmeba-
TEJILHO-BPAIIATEIHLHOTO CITEKTPA MOTJIOMIEHUST MOJIEKY I
(mentp R- um P-Bereit cnexrpa) [17]:

kT

2hB (26)

1
Jmaa: = 5
Boipazkenue B ckobkax B dopmyse (25) mpu 3HaYCHUN
J = Jmar TPUHUMAET BUT

2B 1 2B hB
Q] 472, " || " 2kBT"

maxr

(27)
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Orcroma BUIHO, 4TO I neHTpa R- u P-Berseil ciex-
Tpa Jayke TpH OOJBINOH oTcTpoiike vacToThl || &
~ kpT/h BrOpOe ciaraemoe B YeTHIpe Pa3a MEHbIIE
IePBOro.

Kak yke orMedasoch BBIIIE, HEHYJIEBbIE 3HAYCHIS
MATPUYHBIX SJIEMEHTOB Uiy u Uss 03HAMAIOT HAJN-
qre CTOJTKHOBHUTEIBHBIX MEPEX0I0B MEKIY BEPXHUMHI
¥ HUYKHUMU YPOBHSIMY KOMTIQYHI-CUCTEMBI, 9YTO B UTO-
re MOXKeT TpuBecTH K (DOPMUPOBAHUIO WHBEPCUU Ha-
CeJIeHHOCTEl Ha KOIeDATETbHBIX MTEPEeX0OIaX B MOJEKY-
JlaX B CJIydae MOJIOKUTETbHBIX OTCTPOEK YacTOThI W3-
nyuenus. Cormacuo Boipazkenuio (25), apdext B Mo-
JleKyax 00eCcIednBaeTCsi CTOMKHOBUTEIbHBIMU TIEPEX0-
Jamu Mexkay BpamaresbubiMu ypouamu (Ups # 0).
[Ipu 3TOM, Uem GOIBINe BpalllaTeIbHAS MOCTOSTHHAS B
7 9eM OOJIbIe MHTEHCUBHOCTD U3y YeHNST HAKAYKH, TEM
BBIIIIe CKOPOCTb CTOJKHOBUTEIBHBIX TIEPEXOI0OB, TPUBO-
JAmuX K (hOPMUPOBAHUIO WHBEPCUN HACEJIEHHOCTEN.

B zakmiouenne JAHHOTO pas3zienra oOpaTuM BHUMA-
HEe Ha CIeayiomee 06CcToaTeTbcTBO. B paccMorpenHoi
HAMHU MOJIEN CKOPOCTH PAJIMAIHOHHO-CTOTKHOBUTE b=
HBIX TPOIECCOB, MU3MEHSIIOINX KOJIe0aTeTbHOE COCTOSI-
HU€ MOJIEKYJIbI, XaPAKTEPU3IYETCS MATPUIHBIMUI SJTEMEH-
TaMu 6'14 u 5'23. Hanuuwme 3maxka «vunyc» B dopmy-
Jax JIasa (714 n (723 B (18) o3mauaer, 9TO B MOJEKY-
JlaX BEJUYUHBI MATPUYHBIX SJEMEHTOB, XapaKTepu3y-
IONUX PAIUAINOHHO-CTOJKHOBUATEIBHBIE IPOIECCHI, CY-
IIIECTBEHHO MEHBIIE BEJUYNH COOTBETCTBYIOIIAX MaT-
PUYHBIX 3JIEMEHTOB JIJIsT aTOMOB. BeieacTBue 5Toro cire-
JIyeT OKHUIATH, 9TO I MOJIEKYJI B JAJTEKOM KPbLIe JIv-
HUU TIOTJIONIEHUE W3JIyYeHUsT TOIZKHO OBITH CYIIECTBEH-
HO MEHBIIe, YeM OBbIJIO0 OBl TTPU JIOPEHIIEBCKOM KOHTY-
pe ¢ yIApHOIi MOMYMUPUHON. DTO OOCTOITETHLCTBO MO/~
TBepKIaeTcs B sKcnepumenTax [18-20] u ykasbiBaer Ha
TO, UTO JJIsI MOJIEKYJI pACCMATPUBAEMbI HaMu P deKrT
dopMHupoOBaHUS WHBEPCUU HACETEHHOCTEeH Oymer 3aBe-
JIOMO cmabee, 9eM I aTOMOB.

3. BAJIAHCHBIE YPABHEHU 1

MBI BBISICHUTH, ITO €CJIM YaCTOTA WHTEHCUBHOTO M3~
JIy9eHNsT HAKATKW TTOTIAIAeT B «CUHEee» KPBIIO R-BeTBu
KOTEe0ATETbHO-BPAIIATETHHOIO CIIEKTPA MOJIEKYJIbI, TO
OPU  JIOCTATOYHO OOTBIMUX JIABICHUSX a3a U BBICO-
KO MHTEHCUBHOCTH M3JIYYEHUS MOXKET (POPMUPOBATH-
CsT MHBEPCHUsI HACETIEHHOCTEH Ha KOMeOATe/bHBIX Hepe-
xXomax. B d9acTHOCTH, 9TO O3HAYAET, YTO JJisg MOJe-
KyJ CHEKTPAJIbHBIE MIOTHOCTH KO(P(MDUIHEHTOB DifH-
mreifiHa s MOTJIONIEHNT U BBIHYKJIEHHOIO HUCIYCKA-
HUsl CBA3AHBL MEXKJy coDOi cooTHOmeHusMu Tumna (2)

AHAJIOTMYHO TOMY, KAK 3TO HMEeT MECTO [IJisi aTOMOB
(cm. Beegenue). [l pacCMOTPEHHON BBIIIE MPOCTEii-
el 9eThIpexXypPOBHEBOM MOJIEIN KOIebaTeIhbHO-BPAIa-
TeJIbHBIX ypoBHEl Mosekysbl (puc. 1) cBaswb (14) mna
HaCeJIeHHOCTeH HUYKHUX W BEPXHUX YDPOBHEH MOJeKy-
JIBI O3HAYAET, UTO CIEKTPAJIbHBIE TLIOTHOCTH KO3 hu-
[IHEHTOB DWHIITEHHA YIOBIETBOPSAIOT COOTHOIIEHUSIM
(B ycsioBusx (11) He CJIMIIKOM BBICOKON MHTEHCUBHOCTH
m3TydeHns HAKaIKM, Korna Qi p & |Q], Qar &~ Qo)

aQ
b21(91) = b12(91) exp <— k3711> )

(28)

e
bas () = bsa () exp (_ k3;> .

Wccnenyem terneph BO3MOXKHOCTH YCUJIEHWUST WU3JTY-
denus (WM JIA3ePHON TeHepaluu) Ha Kojaebaresb-
HO-BPAIIATEILHBIX MEPEX0IaX B MOJEKYJIaxX 3a CUer
nmauuoro 3 dexrta. Paccmorpum B3anMomeiicTBue u3ry-
YeHUsI HAKAYKN C MOJIEKYTaMU, HAXOASIIMMUCH B aTMO-
cdepe 6ydeproro raza. Koumnenrparwo N MOIEKYT MO~
JlaraeM MHOTO MeHbIneil KoumenTpanuu Ny, 6ydepHoro
raza (N < N,). Byzem ucnonb3zoBarh MOAeIb MOJe-
KyJIbl ¢ AByMs KOJieGaTeJbHbIMU yPOBHAMU 1 (OCHOB-
HOIT ypoBeHb) u m (MepBbIil BO30YYKICHHDIH YPOBEHD),
KAKJIbII U3 KOTOPBIX HMEET CHCTEMY BPAIIATETbHBIX
nogypoBueit. Bynem monmarars, 9T0 MeZK/Iy BpalaTeb-
HBIMU YPOBHSIMH IBYX KOJEOATETHHBIX COCTOSTHUN pa3-
periensl mepexonbl Toabko ¢ AJ = +1, T.e. Komeda-
TEIbHO-BPAIATEIBHBII CIIEKTD MOJIEKYJIbI HMEET TOIhb-
KO R- m P-BerBu (JByXaTOMHBIE MOJIEKY/IbI WU Ba-
JIGHTHBIE MOJBI KOJTEOAHWN B JIMHEHHBIX MOJIEKYJIAX).
PaBrOBecHO# TepMUIecKOil HACETEHHOCTHIO BEPXHErO
KOMebATeHLHOTO YPOBHS MpeHeOpeskeM, momaras dHep-
IHUI0 KOJIEDATEJIHLHOrO KBAHTA, JJOCTATOYHO OOJIBLIITON 10
cpaBueruio ¢ kpT. CTOIKHOBUTETHHYIO PETAKCAIHIO
Oy/1eM OMUCHIBATH C MOMOIIBIO OIHOW U3 PAZHOBUIHO-
cTelt MOJENIM CHILHBIX CTONKHOBeHmit [9]. B pamxax
9TOI MOIEIN BPAIIATEIBHYIO PEIaKCalnio OyIeM Xa-
pakTepu30oBaTh 4aCTOTON CTONKHOBEHWN VR, yCTaHAB-
nmuBaoleii GonrbuManosckoe pacnpeenenue Wg(J) mo
BpaIllaTeILHBIM YPOBHSIM J U HE MEHSOIeH Koaeda-
TenbHOE cocTogHme. KomedbarembHyo perakcamuio Oy-
JeM OMMMCBIBATh YaCTOTON CTOJTKHOBEHUN Vy 7, IPUBO/I4-
X K TYHIIEHUIO BO3DYIKIEHHOTO KOIEDATETHHOrO CO-
CTOSIHUST M C OJHOBPEMEHHBIM YCTAHOBJIEHUEM OOIbII-
MAHOBCKOTO DACIIPeIeIeHns 0 BPAIIATETIbHBIM YPOB-
HsIM OCHOBHOTI'O KOJIEDATEIHHOIO COCTOSTHUsSI. Bajanc-
Hble YPABHEHUA JJId HACEJIEHHOCTE B JAHHOW MOJEIn
UMEIOT CITeYIOMUi BUI:
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dpm.g
dt
+vr pmWg(J) + N(Ppji1 + Pry 1),
dpn.g _
dt
+ AmJ+1—>anmJ+1 + Amel—}anmel -
— N (Ppj+ Pry).

=—(vr+vyr + Ang) pms +

(29)

VR png + (VR pn +vvrpm)We(J) +

3mech p;g — HACETEHHOCTh BPAIIATETHFHOTO YPOBHS
J konebarenbHOro cocrosuus i (i = m,n), p; =
= Y ;piJ — HACETEHHOCTH KOIEOATETHHOTO COCTOS-
unsg ¢, N = pmpm + pn — KOHIEHTPAINST MOJEKYT,
AmJj+1—nJ — BEPOATHOCTb CIIOHTAHHOTO PaJIHAIINOH-
woro nepexoga mJ £ 1 — nJ, Amy = Amy—ns—1 +
+ AmJ—njt1 — BEPOATHOCTH CIOHTAHHOTO PACTaa
yporHs J BO3DYKIEHHOTO KOJIEOATETHHOTO COCTOSTHUST

m. Bombmvanosckoe pacmpesesnenue O BpamiaTemb-
HBIM yposHsM ipu hB < kpT naercsa dbopwmysoit [21]

_hBJ(J + 1))  (30)

kgT
Besmuunbt Pry u Ppy B (29) cyrb BEpOSTHOCTH MOLJIO-
MIEHUST W3y YeHUsT MOJIEKYJIOH HA TACTOTAX WynJ+1—snJ
nepexogor m.J + 1 — nJ coorBercTReHHO B R- n
P-perBsx cneKkTpa MOJEKY.JIbl:

hB

Wg(J) = T

(27 +1) exp(

1 2|GisPToc(Qir)

Py =

YINT T

GJ+1 _ exp Wiy
PnJg — PmJ+1 iaT )| o)

|G |2 — IA?an:l—nJAmJ:tl—}nJ —R.P

7 167m2he ’ B
Qrs=w— WmJ+1—nJ = Qp — QB(J + 1),
Qpy =w —wmj—1—ns = Qo +2BJ.

Bnech Qs u Qp; — OTCTPONKM 4ACTOTHL U3y YCHHUS W
OT YaCTOT COOTBETCTRYIOIINX MEPEXOIOR, g = w—wy —
OTCTPOMKA 9ACTOTBI H3YyICeHUS OT 9ACTOTHI Wo HAYAIIA,
mosiocel, gy = 2J+1 — crarucTudeckuil BeC BpaiaTeb-
Horo ypoBHsi J, |Gry| n |Gpy| — wacrorer Pabu mius
COOTBETCTBYIOIINX KOJIEOATEIHHO-BPALIATEILHBIX Mepe-
xonoB, I' — ymapHag monymupruHa JAHAA IOLIOMICHIS,
KOTOpasi TPUHUMAETCA OZUHAKOBOW IJIA BCEX Koueda-
TeILHO-BPANATEILHBIX TTepexo10B. Bemmauna Lpe (2;7)
(i = R, P), 3aBucsmas or OTCTPOWKH 4aCTOTHI U3JIy-
YeHus, ecTb CKOpocThb (has3osoil penakcauuu [13] (cko-
pocTh ¢60sT (hasbl OCIUIIISTOPA) TIPU OOJIBIITON OTCTPOT-
ke gactorbl (|Q;7| > T', KpbLIO JIUHUU OOLJIOMIEHNUS).
XopOoIo U3BECTHO, YTO KOHTYDP JHHAA B HEHTPAIBLHOM
JaCcTH ONMUCKHIBACTCS JIOPEHIIEBCKON KpuBoii. OnHako B
JAJeKOM KpPBLIE JTUHIA HAOTIONACTCA 3HAYATEILHOE OT-
KJIOHEHHE OT JIOPeHIEeBCKoro kourypa [18—-20]. Orkio-
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HEeHUe MCTHHHOTO KOHTYPa JIMHAU OT JIOPEHIEBCKOTO
00bIuHO XapakTepusyercs bynkuneit x(2;7) [18-20]:

1—‘oc(QiJ) = X(QiJ)F~ (32)

I[Ipu HeOOMBINOE OTCTPOMKE YACTOTHI W3y ICHUA
(19:7] ST) dbysxous x(Q:7) = 1 u Bemuauna [ (Q;7)
CTAHOBUTCS PABHON yIApHOI MOMYIIUPUHE JIMHUN
norsomenus [, Muoxurens exp (—hQ;;/kpT) upu
PmJi+1 B dopumyie (31) orpaxaer T0 06CTOATETHCTBO,
gro mpu |Q;7] > T B coorHomenusix tuna (28) mis
CTEKTPAJIBHBIX TJIOTHOCTEH KO3 DUIIMEeHTOB DiTHIIITE -
HA CTAHOBUTCS CYIIECTBEHHBIM SKCHOHEHIMATHHBIH
MHOKUTETh. DopMmynst (31) maa Py crnpasemuBbl
IPU TOJIOKUTEIBHBIX OTCTPOMKAxX dacTtoThl (1;7 > 0
(cm. [4]).

Jlamee st yOpoImeHns: 3aJadu OyJeM IoTararhb,
9TO CTATUCTUYECKUE BECA BPAIIATEILHBIX YPOBHEN 1 Be-
DPOSITHOCTH CIIOHTAHHBIX PATUAIMOHHBIX TEPEXOI0B He
3aBucaT or J (3TO CIpaBEeJIMBO [P HE CIIUIIKOM Ma-
TBIX J):

(33)

941 R 97, Amioni—1 & Apgongy & A,

roe A me 3asBucur or J. Takxke Oynem monararb He
3aBUCAMUMEA OT J JJIMHBI BOJIH MEPEX0Oi0B B (HOpMy-
nax st qacror Pabu (31), MpUHAB 171 HUX 3HAYEHME
A = 2mwc/wp, COOTBETCTBYIOIIEE [JIMHE BOJIHBL JJIs Ha-
qaJia MOJAOCKL: Ay j+1-—nJ = A.

Eme oHO cyIecTBeHHOE YIPOIIEHNE 33Ja9N JOTTYC-
KAeTCs B Caydae, Korga OTcTpoiiku (py u Qpy gacro-
ThI U3JTy9eHUs BEJIUKHU [0 CPABHEHWIO C MUPUHON R- u
P-Betseit crrekTpa MOmeKyasl. B aTOM ciydae oTCTpoii-
ku Qry w Qpy MOYXKHO TOJIAraTh He 3aBUCIIIAMA OT .J
U PaBHBIMM COOTBETCTBEHHO orcrpoiikam (p u p gac-
TOTHI U3JIydenus ot nenrpa R- u P-Berseil:

QRJ ~ QR = Q() - 2B(Jmaz + 1)7

(34)
Qps = Qp = Qo + 2B Jmas,

re BeMudIuHa, Jyq, onpenenena B (26). Hlupuna Aw
R- u P-BerBeit npumepno paBHa 2BJ,,4, U ¢ ydeTom
9TOrO YCJIOBUE MPUMEHUMOCTH Mpubmkenus (34) npu-
HUMAeT BU

kT

- Onp.
Was R

Q

Aw (35)

Bynmem Takike moslarath, 9TO XapaKTEpHOE BPEMs
BpalllaTeIbLHON peslakcau MaJo [0 CPABHEHUIO C JIPy-
UM XapaKTePHBIMUA BPeMEeHaMU 3aJa9K. DTO IIO3BOJIs-
eT MoJIaraTh, YTO HACEJEHHOCTH BPAIATEIbHBIX YPOB-
Heil B KasKIOM KOJieDATeILHOM COCTOSTHUN OJIM3KU K
PABHOBECHBLIM 3HAYEHUSIM:
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pis = piWg(J), i=m,n. (36)
C yuerom srux npubanzkenuii ypasuenus (29) npu-

HUMAKT BU

dpm
Tt = = (vvr +24) puWp () +
) + N (Ppjt1+ Pri-1), (37)
PhL = vy 1pnWi(J) + Apm [Wi(J = 1) +
+ Wg(J+1)]— N (Pps+ Pry),
TIe
i(vvr + 24
Py = 7%( V]TV ) X
X [pnWg(J) =& pmWa(J £1)],
o B hQ;
gl - exp kBT Y (38)
| 2 GPTe()
L (vyr +24)(T2 + Q%)’
IN3A
2 _ _
1 = fgpe 1= BP

B orsnuume or ypasuenuit (29), B ypaBuenus (37) ue
BXOJIUT YACTOTA CTOJKHOBEHUN VR, 9TO ABJISAETCS CJIEI-
CTBWEM TMPUHATOTO HAMU JOMYINEeHns 0 OBICTPOH Bpa-
MATeIbHON penakcanuu. BeqwdwHbl »p U »p uMe-
IOT CMBICJT MAPAMETPOB HACBIMIEHUN I KOmebaTeb-
HO-BPAIIATEIHLHBIX TEPEXOI0B B IIEHTPAX COOTBETCTBEH-
o R- u P-serseii (npu J = Jyaz)-

Cymmupys ypasaenust (37) 1o J, B CTAIMOHAPHBIX
YCJIOBUSAX MOy9IaeM CJIEAYIOee BbIDAKEHUE I Pas-
HOCTH HACETeHHOCTEeH KomedaTeTbHBIX YPOBHEH m 1 N

(1—=¢(p)ep+ (1 —Ep)xer—1
1+ (1+&p)xep+ (1+&r)>r

pm = pn =N (39)
13 dopmynbr (39) cremyer, 4ro Ha Epexoe m—n BO3-
MOZKHO BO3HUKHOBEHHWE MHBEPCHU HACEJIEHHOCTEH, ecn
BBITIOJTHEHO YC/IOBUE

(].—fp)%p-l-(].—fR)%R > 1. (40)

JI71s1 BBITIOTHEHWS 9TOTO YCIOBUS HEOOXOIWMAa TOCTA-
TOYHO BBICOKAs WHTEHCUBHOCTH W3TYYEHUS HAKAYKM,
9TOOBI BEJINUNHA, TTAPAMETPOB HACKIIMIEHUST >R WU Xp
ObLia OOJIbIIEe eNUHHUIbI. 3aMeTHAsd HHBEPCUS MOKET
YCTAHOBUTBLCS TOTHKO TPU OOTBIIX OTCTPORKAX YaCTO-
o1 Qg wim Qp. [Ipu HEOOTBITUX OTCTPONKAX TACTOTHI
(Qr,Qp <T) mapamerpsr Eg w0 {p OMU3KM K €IUHUIE
U [IO9TOMY WHBEPCHUS HACETIEHHOCTEH NCIe3aT0le MAIA.
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JImst pa3sHOCTH HaCeTeHHOCTeH Ha  KomeDaTeTb-
HO-BPAIIATEIHLHBIX epexonax ¢ yaerom (36) momyuaem

PmJ+l — PmJ = meB(r] + ]-) - anB(J) ~
(pm - pn)WB(J)

R~ (41)
(mpu He CAMIIKOM MaJjibiX J MOXKHO HOJIAraTh, YTO
Wp(J £ 1) ~ Wg(J)). Cornacuo (41), unsepcus Ha-
CeJIeHHOCTEl Ha, KOIe6aTeIbHO-BPAIATEILHBIX TEPEX0-
JIaX BO3HHKAET, eCJIH BBINOMHEHO ycrosue (40).

VYcraHoBjieHre MHBEPCUM HACEIEHHOCTEH Ha Komeba-
TeILHO-BPANATENHHBIX MEPEX0JaxX MPU HEPE3OHAHCHOM
OIITUYECKOM BO30YZKIEHUU O3HAYAET BO3MOKHOCTD Yy CH-
JIEHUSl W PeHePAlUY M3JIydeHWsl HA YacTOTaX STUX [e-
pexonos. Kosddunuenrt ycunenus ¢(J) uznydenus B
menTpe jwHWE Ha mepexogax mJ £1 — nJ B R- n
P-BerBsx cBs3aH ¢ pa3HOCTHIO HACETEHHOCTEH yPOBHEH
COOTHOIIIEHUEM

AZA
g(J) = M—F(pm‘]il — png) R
AZA
~ 471'—F(pm - pn)WB(‘])a (42)

r7ie pasHoCTh P, — pn ONpenesneHa B dpopmyie (39).

4. OOEHKA O2KNJTAEMOTI'O S®PEKTA

Ouennm Temeph Ha ocHoBaruu dbopmyn (39), (42)
BenuuanHy 3 deKTa Ha TpuMepe MOJEKYThl MOHOOKCH-
nma yriepona CO. B kagectse 6ydepHOro ra3a BO3bMEM
TeJTHii.

s monekynasr CO Hagamo mosocel Koaedare b
HO-BPAIIATEIHLHBIX MTEPEXOJ0B HAXOIUTCS HA, TaCTOTE
v = 2143 em~! (A = 4.67 mMxM), BpamaTembHas MO~
crosanas B/2rc = 1.93 em ! [22]. IIpu Temmeparypax
T =300 KuT = 100 K (uuzke uCXOmHbIE JAHHBIE U
OIIEHKY TIPUBEIEHBI UMEHHO JIJI 3TUX TEMIEePaTyp) IeH-
tpaMm R- u P-BerBeii crieKTpa COOTBETCTBYIOT 3HAUEHUS
COOTBETCTBEHHO Jpap = 7 U Jmar = 4.

B kauecTBe MCTOYHUKA WM3TyUEHUS HAKAIKU MOK-
HO HUCHNOJIb30BATHh ONTUYECKUN MapaMeTpUYecKuil reHe-
parop (OIIT) cpemnero NK-auanazona Ha KpPHUCTAJ-
ste tmorastata prytu HgGasS, ¢ HaAKAYKON UMITYJIhC-
no-nepuogudeckum Nd:YAG-nazepom [23]. Usiyue-
uue OIIT wmeer cremyiomye XapakKTePUCTUKU: JTHATA-
30H TJIaBHOIT MepecTpOitKu AJTUHBI BOJHBI TeHepalunu
3.7-5.7 MKM, IJIATETbHOCTb UMIYIbCa 3 HC, SHEPTU
nuiyabca 3 Mk, nvmmyabcaas momuaocth 1 MBT, gac-
tora nosropenns 20 I'u. IIpu dpokycupoBke Takoro mns-
JIydeHdsl MOYKHO MOIYYUTH JOCTATOYHO BBICOKYIO WH-
TercuBHOCTD u3aydenus [ ~ 1010 Br/cm?.



A. U. lMapxometrko, A. M. LLlanarux

MIT®, Tom 138, Ben. 3 (9), 2010

Koadpdunuenrsr  Ditamreiina st koredaTeb-
HO-BPAIATEIHHBIX epexon0oB B Mosiekysae CO mpusee-
HbI B pabore [24]. Inist ananit Ry u Ry (nenTpsl R-BeTBU
opu T = 300 K u T = 100 K) koapduuuentor Ditn-
mTeitHa paBHLI cooTBercTBenro 16.9 ¢! uw 16.0 ¢!,
9TU 3HAYEHWUS TPUMEM IJId BeJTUIUHBI A.

300 K ynapuoe
yimmpenne suaun Ry B coDCTBEeHHOM ra3e pPaBHO

Hns monexkyn CO mpu T

1

b

Dro xke 3uadenue dpaxropa Y () upumem u misg mose-
kyn CO, naxongmumxcs B Oy(epHOM Ta3e DeTin.

JIIs HAXOJKIEHUST HACTOTHI CTONKHOBEHWH Ly T
HEeOOXOIMMO 3HATh KOHCTAHTHI cKopocTn VT-penakca-
nuu. s monekyast CO BepOSITHOCTH MEPEX01a SHEP-
UM KOIe6ATeHbHOrO KBAHTA, B MOCTYMATENbHYIO MPU
KOMHATHOI TeMmeparype aauadaTudecKu Maja: B CMe-
cu CO-He koncranTa ckopoctu VT-pemakcaiuu pas-
wa 0.53 ¢! - Topp ! [28], a B cobcTrenHOM Taze —
1.3-1073 ¢! - Topp~?! [29]. TIpu T' = 100 K xoucran-
ta ckopoctu VT-perakcanuu B cmecu CO — He paBua
0.02 ¢~ -Topp ! [28], a B cobecTBeHHOM Ta3e TPUMEPHO
Ha ZBa mopsiaKa Menbire, dem ipu T = 300 K [30].

Kosddunment yeunenus g(J) usinydenus, Kak Bu/l-
Ho u3 dopmyn (39) u (42), UpgMO OPOMOPIHUOHAJIEH
kounenTparuu N mosekyst. OqHaKko u3-3a BHICOKOM CKO-
POCTH TIPOIECCOB OOMEHa KOIe0ATeTLHBIMI KBAHTAMU
MeXKIy cramkuBaiommmucs monekyaamu (VV-oomen)
WX KOHIEHTPAIAS HE MOYKET OBIThH CIWITKOM GOBITON.
[Iporecc VV-obmena mMexmy BO30YKIEHHOM 1 HEBO3DY-
JKJIEHHOM MosieKkyiamMu (B CKOOKAX yKa3aHO KOIebaresb-
HOE KBAHTOBOE YUCIIO V)

CO(1) + CO(0) — CO(0) + CO(1)  (44)

He CYIIECTBEH JJI PACCMATPUBAEMO# 33/Ia4H, TOCKOIb-
Ky OH He MPUBOJIUT K W3MEHEHUIO HACETEHHOCTEH Koe-
Garenbubix yposuei m (v = 1) u n (v = 0). IIponecc
ke VV-oOMeHa MeKAy ABYMsT BO3DYKICHHBIMHU MOJe-
Ky/TaMu

CO(1) + CO(1) = CO(2) + CO(0)  (45)

MPUBOIUT K YMEHBINIEHUIO HACEJEHHOCTH KOIeHATEeTh-
HOro yposhs m (v = 1) U I03TOMY OrpaHUYUBAET Pac-
cMaTpuBaeMbrit 3pPerT GOPMUPOBAHNSA WHBEPCUN Ha-

Q
2.68 exp (—0.0988—)
2me

Q
0.74 exp (—0.0343—)
2me

2.7 MI'u/Topp [25], a B 6ydepuom raze reauu —
1.8 M’/ Topp [26]. TIpu T' = 100 K ynapubie ymmpe-
uust mnann Ry papuer 6.3 M/ Topp n 3.84 MT'i/ Topp
COOTBETCTBEHHO B COOCTBEHHOM U OydepHOM ra3ax
[25-27]. @axTop X () A KpbiIa JIWHUN MOTJIOIIEHWST
mvostekyn CO, mHaxomsamuxcst B arMocdepe MOTEKYJIsIp-
Horo azora Ny, npusezen B pabore [20]:

0
0< — <10cem™!,
2me
, 10em™ ! < <20 cem™ !, (43)
, e > 20 em 1.

396

cemeHHOCTeH Ha mepexoae m—n. KoHcTaHTa CKOPOCTH
nponecca (45) pasua 10° ¢! - Topp ! npu T = 300 K
u3.1-10° ¢~ - Topp~! npu T = 100 K [30].

Jlist BOBHUKHOBEHUST YCUJICHHS HA MEPexXoie m-—n
HEOOXOIUMO, YTOOBI CKOPOCTH BBIHYKIEHHBIX O]
JefCTBHEM W3JIyYeHNs HAKAYKHU TEePEeXOI0B B KpbLIe
R-gerBu (B Kpblie P-BeTBu OHa MEHbIIe, TAK KAK B Pac-
cMaTpuBaeMoM Hamu ciydae (Ip > Q) ObLIa BeTHKA
MO CPaBHEHUWIO C YaCTOTON CTONKHOBEHUU Vy v, TIPUBO-

asauwx K npoueccy VV-obmena (45):

2
w > vyy. (46)

R
DTO yCIOBHE MOYKET OBITHh BBINOTHEHO TOMBKO IPU J0-
CTATOYHO BBICOKOH MHTEHCUBHOCTH M3JTy9eHUs HaKad-
Ku, OOJIBIIOM JaBsaenun 6yhepHoro raza (emy mponop-
monaIbHa Benauna [pe (2R)) U HE CIAUMIKOM BHICOKOM
nasyiennu raza Mosiekyi CO (eMy npornopuuonaibHa Be-
JTUAWHA VY ).

B npouecce VV-obmena (45) npoucxoguT TyiieHue
BO30yZKJIEHHOTO KosiebaresibHoro cocrosguusg m (v = 1)
C TIEPEXOIOM OJIHOTO M3 MapTHEPOB TO CTOJKHOBEHUIO
B OCHOBHOE KomebarenbHoe cocrosinne n (v = 0). B
MCIIONB3YyEeMOI HAMHM MOJEJU MOJEKYJIbl C JByMs KO-
71e6aTeIHLHBIMU YPOBHAME TO 00CTOATEIHCTBO MOYKHO
yUECTh, CIEIaB 3aMeHy

vyr = vyr + Vv (47)
B dopmyiie (38) mst ;.

Onennm Bermauny sddexra s momexynasr CO

npu Temneparype 1’

300 K, mcrnomn3ys dopmy-
abt (39), (42) ¢ yaerom 3amens! (47). s xapakrepu-
cTUK m3aydenns Haxadkm mpumem I = 100 Br/cm?,
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w/2me = 2205 cm ™! (ayMEA BOJHBI M3TydYeHUs HAKAY-
KU Njgser = 4.535 MKM; OTCTPOWKA, YACTOTHI 3Ty I€HUS
HAKAYKW OT JIUHUY Ry, KOTOPYIO TPUHUMAEM 34 IeHTD
R-sersu, pasHa Qr = 31 cv !). Vkazamnyio gacro-
Ty W3JIyYEHUs] MBI TIPUHSIIIN W3 TEX COOOPaYKEHUH, ITOo-
Obl BBITIOMHAIOCH cooTHOmenue g > Aw (cMm. ycio-
Bue (35)). Jdna nasnenuii Pye u Poo Oydepnoro rasa
(renust) u rasza monekyn CO npumem Py, = 1 arm,
Poo = 3 Topp (masnenuwe Pco BBIOMPAIOCH U3 YCIIO-
BHUsI MaKCHMAJIBHOCTH PACIeTHOTO KO PUITHEHTA yCH-
JIEHAsl TPA HEM3MEHHOCTH TPOYMX WMCXOJHBIX Iapa-
MeTpoB 3amaun). B stux yciosmax |G| = 1 em™!,
Toe(Qr) = 2.2-10° ¢7Y, vyy = 3-10° ¢! u yemo-
Bue (46) BermonaeHo (B HepaseHcrse (46) yeBast 4acThb
GosbIte pasoii B 15 pa3). I[Ipu ykazaHHbIX TapaMeTpax
nveeM xp = 14.8, xp = 0.25, g = 0.861, £p = 0.652,
N =9.7-10'% cm™3 u no bopmynam (39), (42) naxo-
JIAM Pa3HOCTH HACETEHHOCTEH KOmebaTeTbHbIX YPOBHEIt
(pm — pn)/N = 0.039 n ko3pdbuImenT ycunenus B -
uusax Ry u Pr (ua wacrorax 2174 cm™! u 2116 cm 1)
9(Jmaz) ~ 0.011 cm~ L. JIns cpaBHeHHs 3aMeTHM, 9TO
9TO TPUMEPHO TAKAS K€ BEJIMINHA, KOID(MDUITHEHT], YCHU-
JteHust u3ydenus, kak u B tunuaaom CO-yma3epe nerpe-
puIBHOTO geiicTus [31].

Jlmst paccMaTpuBaeMoro 37ech adgdexra hopMupo-
BAHUsT WHBEPCUM HACEJIEHHOCTeH KO3 hUImenT ycure-
HUs W3Ty9eHUs] PE3KO YBEIUIUBACTCS C MOHUKEHUEM
remneparypbl. [Ipumem T = 100 K (upu stoit Temie-
parype nenTpy R- m P-BeTBeii CreKTpa COOTBETCTBYET
suavenne Jyqr = 4), Pco = 21 Topp, Pue = 1 arwm,
I = 10'° Br/em?, w/2me = 2180 cm~! (orerpoiika
YaCTOTHI M3JIYUEHWUsT HAKAYKN OT JWHUU Ry, KOTOPYIO
NpUHUMAaeM 3a HeHTp R-BeTBwm, pana (g = 18 cm™!',
Opy 3TOM BBINOJHEHO cooTHomenue Qp > Aw). Yeio-
sue (46) mpu stom Bemommeno (|G| = 1 em !,
Toe(Qr) =89-10° ¢!, vyy =6.5-10°% ¢~ u B Hepa-
BeHcTBe (46) seBas 4acTh OOTbIIE MPABOH B BOCEMb
pa3). Ilpu ykazannbix napamerpax umeem xp = 8.1,
xp =024, &g = 0.775, £p = 0.470, N = 2.0-10'8 en—3
u o dopmymam (39), (42) ¢ yaerom 3amenst (47) Haxo-
JIAM Pa3HOCTh HACETEHHOCTEH KOmebaTeTbHbIX Y POBHEIt
(pm — pn)/N = 0.060 n xo3pdbuImenT ycumenus B -
muax Ry u Py (wa wacrorax 2162 cm~! u 2128 cm~ 1)
9(Jmaz) ~ 0.25 cm~!. Dro o3mHawaer, uTO 3a OAWH
MPOX0/T aKTUBHON cpenbr mmuaoit L = 10 cm mpobHoe
W3JIyYeHre Ha 3TUX JacToTaxX ycuamBaercd B 12 pas.
Ecnu ucmomb3oBaTh pe3oHATOD, 00ECTIETUBAIONIAA XO-
Tsi ObI JIECSATH MPOXOJOB, TO BO3HUKHET TeHEPAIUs U3
CTIOHTAHHOI 3aTpaBku. JacTora TeHepupyeMoro m3Jry-
YEHUST MOYKET MEePEeCTPAUBATHLCS B MPEIeIax MHPUHBI
R- u P-petseii cnekrpa monekyis CO.

5. BAKJIFOUYEHUE

B macrogmeit pabore mccremoBaHa BO3MOYKHOCTH
MTOJIyY€HUsT WHBEPCUU HACEJTEHHOCTENH Ha KOoaebdaTesIh-
HBIX [EPeX0Jax MOJEKYJT MPU MONIOMEHUN U3y de-
HUsl HAKAYKU B «CHHEM» KPbLie R-BeTBu KomeHaTesb-
HO-BPAIIATEILHOTO CIEKTPA MOJIEKYJI. Vbl BHISICHUIIH,
910 (hOPMUPOBAHYE WHBEPCUN HACEIEHHOCTEH BO3MOK-
HO TIPU JOCTATOYHO OOMBINNAX JABTEHUAX Oy (HepHOro ra-
3a U BBICOKOUW WHTEHCUBHOCTHU W3JIyUEHUS] HAKATKH.

Paznuaue curyanuii 171si aTOMOB U MOJIEKYJT COCTO-
uT B craenayiomeM. B aromax (opMUpOBaHHE WHBED-
CUU HACEJIEHHOCTEH TpYW HEePe30HAHCHOM MOTJIONIEHIH
UBIyYeHust 00YCIOBICHO TeM, YTO TP CTOJTKHOBEHUSX
SHEPTETUIECKUE COCTOSTHUSI BO3MYIIAIOTCS CYIIECTBEH-
"o mo-pasnomy. Ha kojebaTembHBIX Mepexoaax Mome-
KyJl CUTyalusi WHas: KoJaeOaTelbHbIe COCTOSHUS BO3-
MYIIAIOTCS CTOJKHOBEHUSIMU MTPAKTUIECKH OIMHAKOBO.
B pabore mokazano, 9To B MojeKyiax (pOPMUPOBAHUE
WHBEPCUM HACETIEHHOCTEH O00eCednBaeTCst CTONKHOBH-
TETbHBIMEU TEPEXOIAME MEKJIy BPAIATETbHBIMU YPOB-
usamu. [Ipu 3T7oM yem GosbIlie BpalaTeabHas MOCTOSH-
Has B u 9em 0OJIbIlle MHTEHCUBHOCTE W3JIy YeHUST HAKAY-
K#, TeM BbIIe 3pOEeKTUBHAS JACTOTA CTOTKHOBEHMIA,
MPUBOISAIINX K (DOPMUPOBAHUIO WHBEPCUU HACEJIEHHO-
cTeil.

Onenka 3dpdexra HA TPUMEPE MOJEKYJIBI MOHOOK-
cuga yriepoma CO MOKA3bIBAET, YTO MPU TOTJIONIE-
HUW U3JIyYeHUsT HAKAIKU B «CHHEM» KpbLie R-BeTBu
KOJIE6ATETHHO-BPAIATETEHOTO CIIEKTPA MOJIEKYJIbl MO-
KeT (POPMUPOBATHCS 3aMETHAST WHBEPCHUS HACEJIEHHO-
crefi: TpU WHTEHCUBHOCTH W3JIy4YeHWs Hakadku | =

10° Br/cm? oTHOCHTENbHAS DPA3HOCTH HACETEH-
HOCTEl BO30Y’KIIEHHOTO W OCHOBHOTO KOJEDATETHHBIX
yposreii coctapnser 4% npu remneparype T = 300 K
n 6 % npum remneparype T = 100 K. IIpu sTom x0adh-
dunuent ycuienus B menTpax R- u P-BerBeil cnekTpa
MOTIeKy B gocTuraet 3uadenmii 0.011 em~! u 0.25 em~!
npu remmneparypax I’ = 300 K u T = 100 K coorser-
cTtBeHHO. [Ipu MCMOML30BAHUN PE3OHATOPA MOYKHO ITO-
JIYYUTHh TeHePaIuio ¢ MepecTpONKOoil 9acTOTHI B MpeJe-
sax mupuHbl R- u P-BeTBeil CuekTpa MOJIEeKYJIb.

Benwuwna sdderra B MoOmeKysgax CyIIECTBEHHO
MEHbIlIe, 9eM B aTOMaX. B dKCIIepuMeHTax C aToMa-
MU HaTPpUA IIPpU IDOIVIOIMIEHUNU H3JIyYeHUdA HaKadKh B
«CHHEM» KpBLJIE CHEeKTPAJIHHON JTUHUU HAOIOIAIOCH
BO3HUKHOBEHUE JIA3ePHOU reHepaluu Ha PEe30HAHCHBIX
nepexo/iax B PEZKUME CBEPXCBETHMOCTH (3 OJMH IIPO-
XOJI aKTUBHO# cpenwr) [1-4]. nst Momexys masepHast
remepanusda BO3MOZKHa TOJIBKO IIPHU HUCIIOJIb30BaHHUH DeE-
zonaropa. OCHOBHBIM JTUMUTHPYOMUM (DAKTOPOM LTSt
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MOJIEKYJT SABJSIETCST MPOIEcC OOMeHa KomedaTeTbHBI-
MU KBAHTAMU MEYKY CTAJTKUBAOIIUMUCST MOJIEKYTAMUI
(VV-00Men), KOTOPBIi HAKIAILIBAET OTPAHUYEHUE HA
WX KOHIIEHTPAIIUIO B AKTHUBHON Cpejie.
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rpaMMBbI [OIJIEPYKKH  BEAYIIUX HAydHBIX MKOT P®

(Ne HITI-1527.2008.2).

JINTEPATYPA

1. P. B. Mapkos, A. W. Ilnexawos, A. M. Ilamarus,
JKIT® 120, 1185 (2001).

2. R. V. Markov, A. I. Plekhanov, and A. M. Shalagin,
Phys. Rev. Lett. 88, 213601 (2002).

3. R. V. Markov, A. I. Plekhanov, and A. M. Shalagin,
Acta Phys. Polon. A 101, 77 (2002).

4. P. B. Mapkos, A. U. [Tapxomenko, A. . ILnexanos,
A. M. Manaruu, ZK9T® 136, 211 (2009).

5. A. M. Manarus, Iucsema B ZK9T® 75, 301 (2002).

6. R. E. M. Hedges, D. L. Drummond, and A. Gallagher,
Phys. Rev. A 6, 1519 (1972).

7. FO. K. 3emnos, A. H. Crapoctun, ZK9T® 103, 345
(1993).

8. R. H. Dicke, Phys. Rev. 89, 472 (1953).

9. C.T. Payruan, I'. I. Cmupnos, A. M. [llanarun, Heau-
HETHDLE PEZOHAHCH, 6 CNEKMPAT AGMOMOE U MOAEKYN,
Hayka, Hosocubupck (1979).

10. A. Henry, D. Hurtmans, M. Margottin-Maclou, and
A. Valentin, J. Quant. Spectr. Rad. Transfer 56, 647
(1996).

11. B. Lance, G. Blanquet, J. Walrand, and J. P. Boua-
nich, J. Mol. Spectr. 185, 262 (1997).

12. A. S. Pine, J. Quant. Spectr. Rad. Transfer 62, 397
(1999).

13. C. . dxornenxo, YOH 136, 593 (1982).

14. 1. C. Baxkaes, 0. A. Baosun, B. M. Epwmaduenko,
C. . dxosmenko, KD 12, 126 (1985).

15. B. Burreman, CO2-sa3ep, Mup, Mocksa (1990).

398

16

17.

18.

19.

20.

21.

22.

23.

24.

25.

26.

27.

28.

29.

30.

31.

. R. M. Goody and Y. L. Yang, Atmospheric Radiation.
Theoretical Basis, Oxford Univ. Press, New York,
Oxford (1989).

K. Benyasmr, Octo6v. MOAEKYAAPHOT CNEKMPOCKONUL,
Mup, Mocksa (1985).

J. M. Hartmann, C. Boulet, and D. Robert, Collisional
Effects on Molecular Spectra: Laboratory Experiments
and Models, Consequences for Applications, Elsevier
Sci., Amsterdam, Boston (2008).

M. Y. Perrin and J. M. Hartmann, J. Quant. Spectr.
Rad. Transfer 42, 311 (1989).

C. Brodbeck, J. P. Bouanich, Nguyen-van-Thanh,
J. M. Hartmann, B. Khalil, and R. Le Doucen, J. Phys.
IT France 4, 2101 (1994).

I. Tepubepr, Cnexmpo. u cmpoenue 08YTLamomHvs mo-
sexya, I3m-so maocrp. ymt., Mocksa (1949).

A. A. Pagnur, B. M. Cymupuos, Cnpagourux no amom-
1ot u moaexyaapnoti pusure, Arommsmar, Mocksa
(1980).

B. B. Bagukos, A. K. Jou, K. B. Murun, A. M. Ce-
perun, B. B. Cunaiickuit, H. 1. [Ile6erosa, T. A. IIle-
tuakmaa, KD 37, 363 (2007).

S. Chandra, V. U. Maheshwari, and A. K. Sharma,
Astron. Astrophys. Suppl. Ser. 117, 557 (1996).

V. M. Devi, D. C. Benner, M. A. H. Smith, and
C. P. Rinsland, J. Quant. Spectr. Rad. Transfer 60,
815 (1998).

A. Picard-Bersellini, R. Charneau, and Ph. Brechignac,
J. Chem. Phys. 78, 5900 (1983).

L. S. Rothman, C. P. Rinsland, A. Goldman et al., J.
Quant. Spectr. Rad. Transfer 60, 665 (1998).

C. T. Wickham-Jones, H. T. Williams, and
C. J. S. M. Simpson, J. Chem. Phys. 87, 5294
(1987).

M. Margottin-Maclou, L. Doyennette, and L. Henry,
Appl. Opt. 10, 1768 (1971).

M. Cacciatore and G. D. Billing, Chem. Phys. 58, 395
(1981).

B. ®. Topawmer, A. 1. Ocunos, JI. A. lenenun, Kune-
MUYECKUE NPOUECCH, 6 20430T U MONEKYAADHILE AA3EPDL,
Hayxa, Mocksa (1980).



