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[NpencrasneHa TeopeTnyeckas MoAesb, BNEPBLIE UCMOMb3YIOLLas npeobpasoBaHie lage-bopens Ang ynyylueHns cXoauMoCTy psaos
TEOPUM BO3MYLLEH B METOAE 3¢PHeKTUBHBIX ramuibToHMaHoB. Mogenb npumeHeHa 4s pacyeToB MOyLUMPUHBI U CABUMa LUEeHTPOB
JIMHWV BOASIHOrO napa AaBfieHnem as3ota v aproHa B AmanasoHe 13550...13950 cv’. [lpoBeneHo cpaBHEHME PacCYMTaHHbIX penakca-

LIMOHHbIX rapameTpoB TIMHWA H,O ¢ N3MEePEeHHbIMN.

BeeneHue

OmnpeneneHue peaakCallMOHHBIX TapaMeTPOB KOH-
Typa CIEKTPaIbHBIX JTMHUI BOISIHOIO Mapa B OJIVKHEH
WK u BuguMoit 00JacTH CIeKTpa MpeacTaBiseT 3Ha-
YUTEJIbHBI MHTEpPEC, MOCKOIbKY MOIJIOLIEHUE COJ-
HEYHOTO M3IyYECHUSI B 3TOM IMAIa30HE OIpenesseT
paaMalMOHHEBIN 0ataHc atMocdepsl [1]. B mocnennue
roIbl MOMYYEHO MHOXECTBO 3KCIIEPMMEHTAIbHBIX U
TEOPETUYECKUX Pe3y/IbTaTOB O MapameTpax KOHTypa
JIMHUH MOTJIONIEHMS BOASIHOTO Mapa, KOTOpble 3aHece-
HbI B U3BECTHBIE OAHKM CTIEKTPOCKOMUYECKOM MH(OP-
mamu HITRAN [2], GEISA [3], ATMOS [4]. B oc-
HOBHOM 3TO pe€JIaKCallMOHHBIE IapaMeTphl JUHUM,
MpUHANJIEeXAIIMX HU3KUM KOJ1e0aTelbHO-BpalllaTelb-
HbiM (KB) monocam Monekyn. BHyTpumoneKkynspHast
JuHamMuKa BhICOKMX KB cocTosHMil Mosekyn u ee
BJIMSIHME Ha peJlaKcallIOHHbIe TapaMeTpbl IMHUN U3y-
YyeHa HeJOCTaTOYHO. B CBsI3u ¢ 3TUM IOTPeOHOCTDH B
PACUYETHBIX 3HAYEHUSIX MOIYIIMPUHBI M CABUTA LIEH-
TpoB nuHuit H,O, npuHaanexaiux seicokuM KB mno-
JlocaM, B HACTOSIILEe BpeMsl YIOBIETBOPEHa HEMOJHO-
cTeio. MicxomHas cnekTpockonuyeckas MH(GopMaLus
0 peJakCallMOHHBIX MapaMeTpax CHeKTPaJIbHbIX JIU-
Huit H,0, nucnonbs3yemast aj1s pacueToB (pyHKIMHU MTPO-
IycKaHusI aTMOC(dephl, TODKHA YIUTHIBATH 0COOCHHO-
CTU BHYTPUMOJIEKY/ISIPHOM AuHaMMKU Bbicokux KB
COCTOSIHUIA, 3aBUCUMOCTb TIOJYIIMPUHBI M CABMIa
LIEHTPOB JIMHUIA OT KoJieOaTeIbHBIX U BpallaTeNbHbIX
KBaHTOBBIX 4YMCEN, TeMIepaTypbl, 4TOObl MMETh
HEOOXOIVMYIO CTEIIeHb JOCTOBEPHOCTH.

N3BecTHO, uTO Mepexoanl B Monekyse H,O Ha Bbico-
KU€ BpaliaTelbHble U KOJeOaTeIbHble COCTOSIHUS CO-
MPOBOXAAIOTCSI CUJBHBIMU BHYTPUMOJEKYISIPHBIMU
B3aMMoJeicTBUsSIMU. B pamkax metona 3¢QeKTHBHbIX
TaMIJIBTOHMAHOB M3MEHEHWE BHYTPHMOICKYIISIPHOM
IMHAMUKK BBI3BIBAET MHOXKECTBEHHBIC KOJIeOaTeTbHbIE
1 KoJe0aTebHO-BpaliaTebHble Pe30HAHCHI, aHOMalTb-
HO OoJbiie LeHTpobexkHble morpaBku [5]. Cyie-
CTBEHHO, UTO B MPAKTUMYECKMX pacyeTax 3TO MPUBOIUT K
TUIOXOM CXOAMMOCTM M JlaKe PacXodMMOCTU PSIIOB,
TIPEICTABIITIONINX MATPUYHBIE 3TeMEHTH 3P HEKTHBHO-
IO BpAIIATENFHOTO TAMIJIBTOHMAHA. YPOBHM SHEPIHH,
BOJTHOBBIE (DYHKIIMM, OOBIYHO MCITOIb3YEMBIE LTSI BBIUM-
CJICHUSI CJI JIMHUIA M YacTOT MEepeXofioB B MOMYKIACCH-
YeCKOi TeOpuHu YAAPHOTO YIIMPEHUs JUHWIA, MOTYT
OBITH CHJIBHO MCKaXeHH! |5, 6]. Kak cienctsue, momy-
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HIMPUHBI U CIBUTH LIEHTPOB JIMHUI TaKXXe MOTYT COfIep-
KaTb 3HAYUTEbHYIO OLIMOKY U CUJIBHO OTJIMYAThCS OT
AKCTIepIMEHTATbHBIX 3HAYeHMIA. B paMkax Teoprm 3¢-
(heKTHBHBIX TAMITETOHMAHOB AJIETEPHATUBHBIM CIIOCO-
OOM BBIYMCIICHUIA SIBNISIETCS PUMEHEHUE METOIOB CyM-
MUPOBaHMUSI PACXOISLIMXCS PSAOB, B YaCTHOCTH, METOAA
[Tane-bopens. PaHee OH yCIEIIHO MPUMEHSUICS UIS
pacyeToB LIEHTPOB JIMHUIA MoJIeKy sl H,O [6].

enbio HacTosmiel padOTHI SBISETCS CO3MaHUE
pacyeTHOM MOJIE/IN, YUYUTHIBAIOILEH OCOOCHHOCTH BHY-
TPUMOJIEKYJISIpHON AMHaMUKK Bhicokux KB coctosi-
Huil Mojekynsl H,O, xoneOaTenbHyl0 3aBUCHMMOCTD
MEXMOJIEKYIsIpHOro noteHuuana. [pencrapieHsl pe-
3yJIbTaThl PACYETOB MOJYIIMPUHBI U CIBUIA LIEHTPOB
nuHui monekynsl H,O naBnennem N, u Ar. ITpenBapu-
TEJIbHBIA aHAJIM3 W PACUYEThl MPOBOJUIMCH B MPEAIO-
JIOXEHMH, UTO CTOJKHOBEHHUS, (POPMUPYIOIIUE KOHTYD
CTIEKTPabHOM JIMHUM, SIBISIIOTCSI CUJIbHBIMU U OJTU3-
KOJEWCTBYIONIEH YacThio TIOTEHIIMAa MOXHO TIpeHe-
Opeun [7]. IIpoBemeHO cpaBHEHHE C M3MEPEHHBIMHU
3HAYEHUSIMU TOJTYUIMPUH U CABUIOB LIEHTPOB JUHUIA
H,O B momoce 3v,+v; [8].

1. TeopeTnyeckmi aHanms

B pamkax momykiaccHM4eckoil ymapHOW Teopuu
yuipenud [9, 10] monymmpuHa y; 1 COBUT LEHTpPa &,
JIMHUM JaBIIEHUEM OTpenessaeTcs NeHCTBUTEIBHON 1
MHMMOM yacTsMu hyHkmK addextuBHocTH U(Qf,b):

vy =" p()[ReUG. 1. jb)bdb, ()

S, = %Z o(j) j ImU(, f, j,b)bdb. )

B (1), (2) ucnonb3ytorcss NpUOIMKXEHMS MPSIMOJIU-
HENHOM TPAacKTOPUU U CPEIHEN OTHOCUTENLHOM CKOPO-
CTH CTOJIKHOBeHMIA. DYHKIINS 3P HEKTHBHOCTH BbIpaXka-
€TCs Yepe3 JIEMEHTHI pelaKcalliOHHOM MaTpuibl S(b),
OIPELETAEMBIE TTPY NTOMOLLM TEOPUN BO3MYLLEHUA:

ReU(i, f, j,b) =1—exp{—Re S (b) — 3" (b)} x
xcos {Im 2 (b) + S, (b)},
ImU(i, f, j,b) =exp{—Re S (b) — S5 (b)} x
xsin{Im S (b) + S, (b)}. (3)
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B (1)—(3) i, f — xBaHTOBBIC YKC/Ia HAYANIBLHOTO U
KOHEYHOI'O COCTOSIHUM Tepexona; j — KBaHTOBbIE M-
cya OypepHOI YaCTULIBI, b — TIPULIETIbHOE pacCTOSTHUE;
L — CpeHsAss OTHOCHUTENbHAs CKOPOCTb CTaIKMBAIO-
IIMXCS YacTull; p(j) — 3aCeNeHHOCTh YPOBHS j Oydep-
HOM YacTHIIbI; # — KOHLEHTpaLus Oy(hepHbIX YaCTHUIL;
¢ — CKOPOCTb CBETa.

Janee yuuThIBAIUCh BKJIAJbl 3JIEKTPOCTATUUECKOM
(BTOpOIi MOPSAIOK TEOpPUU BO3MYLIEHUI
Sy(b)=ReS,(b)+ilmS,“(b)) 1 HOMSIPU3ALIMOHHOM YACTH
(mepBbIi TIOPSIIOK S;(b) 1 BTOPOI MOPSIIOK S, (b)) Mex-
MOJIEKY/ISIPHOTO ToTeHIMana. Kpome toro, mpeHeOpera-
eTcsl OMMBKONEHCTBYIOIIEH YacThio MOTEHIMaNa. DTH
NPUOVDKEHUST JAI0T BIIOJMHE YIOBJICTBOPUTEIbHbBIE Pe-
3yIIBTaThl IS CTydast CUJIbHBIX CTOJIKHOBEHMIA [7], Korma
paccTosiHie HanbOJIbILIET0 COMDKEHUST MOJIEKY/T MEHBbILIE
napaMeTpa TpepbiBaHus! b, Teopun AHmepcoHa. B omm-
4ye OT UCCIeNOBaHMIA IPYTMX aBTOPOB, B JaHHOM paboTe
yUYTEHa 3aBUCMOCTb MEXMOJIEKYJISIDHOTO TIOTEHIIMAJIA OT
KoneGaTeTbHbIX KBAHTOBBIX yKcea Mojiekyabl H,0 kak B
TMIEPBOM, TaK M BO BTOPOM TMOPSIIKAX TEOPUU BO3MYLIEHHA.

Oco0eHHOCTU BHYTPUMOJEKYISIPHON NTUHAMUKU
BBICOKMX KOJjIe0aTeIbHbIX COCTOSIHUI Moiekyanl H,O
00YCIOBJIEHbl €€ HEeXECTKOCTbIO. AHOMAJIbHbBINA LIEH-
TPOOEKHBIN 3PQEKT, U3BMEHEHKE CPEIHETO TUMOJbHO-
r0 MOMEHTa M TOJSPU3YeMOCTU TMPUBOIAT K CYIIe-
CTBEHHBIM M3MECHEHWSIM CUJI JIMHWI M YacTOT Bpalla-
TENBHBIX TEPeX0l0B B KOHEUYHOM KOJIeOATeTbHOM CO-
CTOSTHUU TIO0 CPAaBHEHMIO C JaHHBIMU BETMYMHAMMU B Ha-
yajbHOM cocTosHuM. Omumcanue coctossHus (301) Mo-
nekynsl H,O mocpenctBom 3¢ heKTMBHOTO BpaliaTellb-
HOTO TaMUJIBTOHMaHa YOTCOHA CTAaHOBUTCS HEKOPPEKT-
HBIM, TaK KaK PsIBl TEOPHH BO3MYIIEHMI TIIOXO CXO-
IATCS WM JaXe PacXomATcs M3-3a OOJBINMX IIEHTPO-
OeXXHBIX MOIpaBoK [5]. B naHHOI paboTe mpenaraeTcs
aJIBTEPHATUBHBIN CIIOCOO BBIYMCICHUI B MeTome 3¢-
(heKTHBHBIX TAMUIIETOHMAHOB [UTSI HEXKECTKUX MOJIEKYJT
tuna H,0, cBa3aHHbIN ¢ mpuMeHeHneM MeTona [lane-
Bopens cyMmmMupoBaHUs pacXoISIIUXCs psoB [5, 6].

I BbIYMCIEHWS] YPOBHEH SHEPTUM M BOJHOBBIX
GbyHKUMI npuMeHeH u3BecTHbI MeTon [lane-bopens
CYMMUPOBAHUS PsiI0B 3((HeKTUBHOTO BpallaTeIbHOTO
raMUJIbBTOHMAaHa YOTCOHa:

H — Hdiug + {Hnondiug ,ny}‘ (4)

3neck H% y H™ mpencTaBisioTcs pSgaMy IT0
CTEMEHsSIM OIepaTopoB YITIOBOTO MOMeHTa J* u J2.
CymmupoBanue psana H*™ metomom [lame-bopens

MPUBOIUT K BBIpaXKEHUIO [6]:
UU,+U} -UU,)z &
U -U,z ’

Fydioe jexp(—z) (3)

Koadduuments U, B (5) BbIpaxatoTcst yepe3 Bpallia-
TenbHble A, B, C 1 1eHTpobexHble A,, H, MOCTOSIHHbIE
3¢ heKTUBHOTO BpallaTeIbHOTO raMUIbToHMaHa (4):

Uo Z(A—B—EC)JS‘FB;CJZ,
U =-AJ =N J°T2 =AY,

2U,=HJ:+H,J*J!+H, J'J}+H.J°. (6)

AHAaJOrMYHBIM CIIOCOOOM IIPOBOIUTCS IIPeodpas3o-
BaHME HeIMaroHaJbHON YacTU raMUJIbTOHMAHAa (4):

w0 T.T +(T*-TT,)z
Hmmdzug — _ 0t 1 1 0'2
Iexp( z) T-T:z

0

Koadpunuents mpeodpasopanHoro pspa (7)
OTIPEIENICHBI CICTYIOIMM 00Pa3oM:

B—
I :TC,
T, =-8,J°-5,J2,
T,=hJ! +h,J*J} +hJ*. ®)

dz. (7)

Hanee mpeobpazoBanHblii mo Ilage-bopento ra-
MuIsTOHUAH (5)—(8) ucmosb3yeTcs il BIYMCAEHUS
YpOBHEl SHEPIUU M BOJHOBBIX (DYHKIIWIA, HEOOXOMM-
MBIX B TEOPMHU YIIMPEHUS IS pacyeTa yacToT Bpala-
TEJbHBIX TIEPEXOIOB U CHUJI IMHHUI.

1.1. AHanu3 penakcauMoHHbIX NapameTpoB AnHuM H,O-N,

B nepBoM mopsiike Teopuy BOMYLIEHUI BKJIaja B
penakcanvoHHble mnapamerpbl JuHUM H,0—N,,
(1)—(3) onpenensercs U30TPOITHOM YACTHIO MEXMOJIE-
KyJISIPHOTO MOTeHIMaIa (MHIYKIMOHHOE U TUCIIEPCH -
OHHoOe B3aumopeiicTaus) [9, 11]:

— 3r 2 2
Si0) = el (V| 1 1V, )= (VL 1V 1+
" 3 &5

25 e alla V)=V V)1 )

3nech w, th, o, , — QYHKIMS IMIIONBHOTO MO-
MEHTa U MOJISIpU3YeMOCTH TIOTJIONIAIONIeH U BO3MYIIa-
IOIlel MOJIEKYNT; &, & — IOTEHLIMAIbl MOHU3ALINY;
|V:>, |V> — BonHOBBIE (DYHKIIMHM HAYaIbHOTO M KOHEd-
HOTO K0Jie0aTeIbHBIX COCTOSIHMI MOTJIONIAONIEH MO-
JeKyabl; i — moctossHHas Ilnanka. M3MeHeHue cpen-
HUX 3HAYEHU I AUTOJIBHOTO MOMEHTA U MOJISIPU3YEMO-
ctu monekyasl H,O mpu cuibHOM KosiebaTeabHOM
BO30YXIIEHUU ompenesseT KojnebaTelbHyl0 3aBHUCH-
MOCTb MEXMOJIEKYJISIPHOTO ITOTEHIMATIa K MOXET IpH-
BOIUTH K 3HAYUTETHHOMY U3MEHEHUIO TIONYLTMPUHBI 1
cIBUTa LeHTpoB JuHMI Bhicokux KB monoc. B [1-3]
MPOBEICHbBI TEOPETUUECKIE MCCeA0BaHUS U TIOKA3a-
HO, YTO JJI TEepexoJ0B Ha BBICOKHE KoJjiebaTeTbHbIe
cocrosiHust MoJiekynbsl H,O (Bo3OyxneHo 6osee 3 Ko-
ne0aTeNbHBIX KBAHTOB) aguabaTuyeckuii BKian (9) B
casur ueHtpoB nuHuii H,O0—N, 3HauuTe1bHO BO3pa-
CTaeT U MOXET cOCTaBlATh Gonee 50 % BeIMUMHEL
CIBUIa LIEHTPA JUHUU.

Bo BTOpOM Mopsiake Teopuu BO3MYILIEHUI BKJIaj B
pesakcaioHHble TapaMeTpsl tuHu H,O—N, ompene-
JII€TCS JUTONb-KBaIPYIOIbHLIM B3aUMONECTBAEM:

outer _m 1 .oy
S B) =45 oy 2 DU 1D

(D DG Dy, (k) + D DU Dy (K )b (10)
i I

B (5) D(ii'|1), D(jj'|l) — MUTIONBHEIE K KBAIPYIIONb-
HbIE CUJIBI TMHUIA (IIPUBENEHHBIE MATPIUYHEIE 3IeMEH-
ThI) BO3MYILAOIIEH 1 TTOTIOIIAIOIIE MOJIEKY/T COOT-
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BETCTBEHHO; @,(k) — KOMIUIEKCHAs pPe30HAHCHAas
GyHKUMA UL JTUIOIb-KBAIPYIIOJIbHOTO B3aUMOEN-
CTBUSI, 3BE3l0YKA O3HAUaeT KOMILIEKCHOE COMpsIKe-
Hue. Pe3oHaHCHEII mapamMeTp k ompenensieTcs banaH-
COM SHEpIruil BpalllaTeIbHBIX YPOBHEH B BEPXHEM WJIN
HUXXHEM K0J1e0aTeIbHBIX COCTOSHUSIX:

ki =220 (E ~E.+ E - E,.),

ii' pp’

_2mch
kg == Er —Ep +E —E,).

(11)

[Mpu konedaTeapbHOM BO30OYXIeHUM Monekyisl H,O
MTPOMCXOAUT U3MEHEHME BpallATeIbHbIX ¥ LIEHTPOOEXK-
HBIX MOCTOSTHHBIX (Ak-3(@EKT 1 1eHTPOOEXHbIH -
(beKT), 9TO BemeT K M3MEHEHHIO BpallaTeIbHOTO SHEp-
TeTIIECKOTO CITEKTpa 10 CPABHEHMIO ¢ OCHOBHBIM KO-
Jie0aTeIbHbIM COCTOSTHUEM. DTO MPUBOAUT K M3MEHE-
HUIO YacToT ;=27 E~E;) Bo BTOpoM 13 paBeHCTs (11),
a TaKKe U3MEHEHUIO CUJT JIMHUI AUTIONBHBIX IEPEX0I0B
D(ff’|1) Bo Bropom craraemom B (10). OueBHIHO, CHITb-
HbI Ak-3(hdeKT 1 aHOMaTbHBIN 1IEHTPOOEXHBIN -
(EeKT B BBICOKHX KOJIEOATEIBHBIX COCTOSTHISX MOJIEKY-
161 H,O 1o/xHb 1aBaTh BKJIa B yPOBHU 3HEPIUM BEPX-
Hero KoJyiebarteIbHoro coctosiHus nepexona (11) u B cu-
Jbl iaHui (10), 4TO MOXeT MPUBOAUTH K U3MEHEHUIO
MONYIIMPUH M CIBUIOB LEHTPOB JMHUIA BhicOKMX KB
TI0JIOC TTO CPABHEHMIO C BPAIIATEIbHBIM CIIEKTPOM.

1.2. AHanm3 penakcaLyoHHbIX NapaMeTpoB NuHuiA H,0~Ar

Hnst cnyyas ymupenus auauii H,O napieHuem Ar
BKJIaJl OT MIEPBOTO MOPsIIKA TEOPUU BO3MYILICHUIA TaK-
Xe onpenensiercs (9). Panee B [14] mokazaHo, 4To aiu-
abarnueckuit BKian (9) B casur 1eHTpoB auHuit H,0
TaBJICHUEM aTOMOB MOXET COCTABIATH Ooee 75 % st
TIEPEX0I0B Ha BHICOKME KojieOaTelbHbIe COCTOSHUS.
Bo BTOpOM MOpSIIKE TEOPMH BOSMYLIECHWI MOMYITUPHU-
Ha U coBur 1eHtpoB Junuit H,O—Ar ompenensercs
IBYMS CTaTaeMbIMH:
outer 21x 2
5 O = g0ty "2 +1) ¢

(D" Coy(i'2;i2) &, (k) + Y Cog(f 25 2 g, ()}, (12)

i 1K

207’ W (J12J 57, J,)
— X
640(7v)>b"
xCo (i'2;12)Coo(f 25 £2). (13)

B (12), (13) g(k) — KoMmruiekcHas pe30HaHCHast
(YHKITHS, 3Be3M0YKa 03HAYAeT KOMITIEKCHOE COTIPSTKE-
nue; W(J12J;JJ) — xospduuments Paka 1 Moseky-
ab1 H,O [15]. Pe3onancHbli mapametp B (12) onpemens-
€TCsl Pa3HOCTBIO BpAIIATEIbHBIX IHEPTUI B HIDKHEM U
BEPXHEM COCTOSTHUSIX KOJIEOATeIbHOTO TTepexoa:
k, = 27;70’3(5 ~E.),

ii

Szmiddle (b) —

k

_ 2nch
/A 7:)0 (Ef_E.f')'

(14)
IIpuBeneHHble MaTpuuHble ameMeHTH G, (12),

(13), ompenensionire aHU30TPOITHYIO YaCTh MOJsIpU3a-
LIMOHHBIX B3aUMOJIEMCTBUIA, ObUIN MOy4YeHbI B [14]:
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Cy(i'2:i2) =

-3

— 2 2 \/73 €18, 2z
= wo, +N2= o, (o, —a),
J2 2 2¢,+¢g, ’
Czo(f'z;fz):
B

(15)

R gg zz
:72y§a2+\/§% o, (o, —af).

\/E gl + 82
3nech o, af — Z-KOMIIOHEHTBI TOJIAPU3YEMOCTH
Monekynabsl H,O B KonebaTenbHbIX COCTOSTHUSIX [ 1 f CO-
OTBETCTBEHHO. Tak KaK 3HaueHHe o 7-KOMIIOHEHTbI
nosspusyeMocT Moekyisl H,O B BepxHeM KoJeba-
TesabHOM coctosiHuM (301) Hems3BecTHO, HEOOXOAUMO
PEeIINTL 0OpaTHYIO 3a1ady 110 OTpeaeeHIIO STOI Be-
JIMYMHBI U3 U3MEPEHUI clBUra UEHTPOB JuHMiA. Ya-
CTOTHI BpalIaTeNbHbIX MIepexonoB (14) BHIUMCIISINCH C
npeodpa3oBaHHbIM 10 Ilage-bopento ramuisroHua-
HoM (5)—(8).

2. Pe3ynbTathl U 06CyXaeHNe

Bbin mpoBeseH YMCIEHHBIA aHAIK3 BIMSHUS OC-
HOBHBIX ()aKTOPOB BHYTPUMOJIEKYJISIPHOM TMHAMUKY
H,0O — aHOManbHOTO LIEHTPOOEKHOTO 3 deKTa, N3Me-
HEHMS CPEIHEro TUMOIBLHOTO MOMEHTA U MOJISIpU3ye-
MOCTH — Ha MOJYIIMPUHY ¥ CABUT LEHTPOB JIMHUIT Ja-
BJIEHWEM a30Ta M aproHa.

B Tabn. 1 mpuBeneHsl 3HaUCHUS LIEHTPOB JIMHUM
H,0 B nmonoce 3v,+vy: Pacuerl — ueHTp amMHum, pac-
CUMTAHHBII C YPOBHSAMU SHEPIUU 3P (HEKTUBHOTO Bpa-
IIaTeJIbHOTO TaMUJIbTOHMAHA YorcoHa; Pacuer? —
LEHTp JMHUU, PACCUMTAHHBIA C YPOBHSAMM SHEPIUU
npeodpazoBaHHoro 1o Iage-bopenio ramunbsronraHa
(5)—(8); A — pa3HOCTb MEXIY HUMHU.

Tabmuuya 1. LieHTpbl muHnyi Monekysbl H,O B nonoce 3wi+vs, pac-
CYNTaHHbIE C Pa3HbIMU MOLENAMY BHYTPUMOSEKY-

JISPHOU AVHaMUKI
(KK~ (KK Pacyerl, cM™ Pacyet2, cM” | A, oM™
414-515 13909,1483 13908,4940 1
422-523 13931,3323 13932,3426 1
441-542 13897,0468 13892,7607 5
440-523 13758,9864 13754,3674 5
440-543 13810,5090 13805,8222 5
745-826 13906,3560 13908,9065 2
744-881 14570,4281 14566,3068 4
753-872 14239,5899 14230,6413 9
763-864 13926,9713 13919,3947 7
762-827 14436,6511 14411,6679 25
762-863 13912,4332 13890,0894 22
761-808 13305,7399 13278,0390 27
771-836 13368,9544 13323,1873 45
771-872 13904,4383 13858,2348 46

N3 1aba. 1 BumHO, uto A mst J<4, K=J coctaBnsier
emuHuIb cM™', st J=7, K=J yxe nmocturaet 45 cM™.
AHaJOTUYHBIE PacyeThl MPOBEACHBI B [6] M1 OCHOB-
Horo coctosiHust MoJieKyibl H,O, rae mokazaHo, uto A
He npesbimaet 10 cv™'. Takum oOpa3om, pu Koneba-
TeJIbHOM BO30y:KaeHnn Mojiekyasl H,O Bo3pacTaer He-
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KOPPEKTHOCTh OMpeeIeHNs YPOBHEI SHEPTUM U BOJI-
HOBBIX (DYHKIIMI ¢ TaMUJIBTOHMAHOM YOTCOHA.

2.1, TlonyWwwpmHbl 1 CABWM LIEHTPOB iKUK H,O—N,
B nonoce 3vitvy

BbrurcneHust MoNyIMpUHbI M CABUTA LIEHTPOB JIK-
Huit nonocsl 3v,+v, H,O naBnenuem N, mpoBOAUIKC
B paMKax MoOJeJM, MpeacTaBleHHON ¢opmyaamMu
(1)—(3), (9)—(11). YpoBHU BHEpruu U BOJHOBBIE
(OYHKIMM BBIMMCIEHBI ¢ 3¢ (heKTUBHBIM BpallaTe/ib-
HBIM TaMUJIBTOHUAHOM, NpeoOpa3oBaHHBIM 10 Ilane-
bopenio (5)—(8). Cnekrpockonuueckre MOCTOSHHBIE
cocrosiius (301) H,0, ucnonb3oBaHHbIe B JaHHOI pa-
oore, Obliu monyyeHsl O.B. Haymenko. B pacuerax
MCIIONB30BAHBI TAKXKE CpeIHNe 3HAYSHUS AUTIOTBHOTO
MoMeHTa Mouyekynbl H,O, BBIUMCIEHHBIE C BBICOKO-
TOYHBIMU BapHaIlMOHHBIMU BOJHOBBIMU (DYHKIMSMU
[17]. MonekynsipHble TTOCTOSTHHBIE OY(PEepPHBIX YaCTHUIL
N, u Ar B3satbl u3 [18]. TlonsapuzyeMocTb cOCTOSTHUSI
(301) H,O ompenenena panee B [11].

Tabnuuya 2. CpaBHeHe PacCHUTaHHbIX U U3MEPEHHBIX MOMYLLM-
PyH ki H,O=N, B nonoce 3vitvs

UKK)-UK.K)' Pagqeﬂjw Pa?'ETZA 9KCH§E)MMEHT,

cm'aT™ M 'at™ cM'aT™
615-514 0,1049 0,1002 0,0965
532431 0,097 0,10M 0,0991
716—707 0,0796 0,0823 0,0817
523-422 0,1080 0,1073 0,1063
514-413 0,100 0,1082 0,1050
422-321 0,1078 0,1066 0,1063
413-312 0,118 0,1076 0,0965
524-505 0,0966 0,1023 0,1034
423-404 0,1052 0,1034 0,0978
321220 0,1070 0,1062 0,1053
101-202 0,183 0,177 0,1150
212-313 0,163 0,182 0,193
313-414 0,068 0,1038 0,0989
717-818 0,0622 0,0805 0,0562
404-505 0,1029 0,1012 0,0944
221-322 0,0999 0,0948 0,0935
331-330 0,0779 0,0834 0,0823
514-615 0,1026 0,0988 0,0942

Pe3ysibraThl pacyeToB MpeAcTaBlieHbl B Ta0d. 2 U 3.
[Ipencrapiser onpeaeneHHbI HHTEPEC TPOBECTU CPaB-
HEeHUe pe3yabTaToB pacyeTa Mo Mojenu YorcoHa (Pac-
yerl) u [1ame-bopens (Pacuer?). B tab1. 2 Bropoii cron-
oe11 (Pacuerl) — paccurTaHHBIE C MOJENbIO YOTCOHA T10-
JylmipuHbl auHuid [13], Tpetuit cronben (Pacuer?) —
paccunTaHHble ¢ Mozebio Tlane-bopers, yeTBepThiid —
usmepeHHbIe B [8]. TouHocTh M3MepeHuii [§] coctaBsieT
0,003 cm~'aT™™'. AHaJM3 Pe3yIbTaTOB pacueToB Koaddu-
[IMEHTOB YIMMPEHWS C PA3TMYHBIMU TIPSACTABICHUSIMU
3(h(hEKTUBHOIO BpalIaTeIbHOIO TaMUJIBTOHMAHA I0Ka-
3ai1, uto aig Pacueral cpemHekBagpaTMYHOE OTKIOHE-
HIe OT 3KCIepuMeHTa coctasisteT 15 % mwis 65 % auHuit
[13]; mnsg Pacuera cpemHeKBagpaTUYHOE OTKIOHEHME
cocrapnser 10 % mnst 90 % nunuit. Takum o0pasoM, uc-
TMoJIb30BaHue TpeodpazoBaHHoro 1o Ilame-bopeno ra-
MuIsToHUAaHa (5)—(8) mpuBOIUT K O0Jiee TOYHOMY OIIpe-
JeNIEHUIO TIOYIMPYH, YeM raMUIBTOHUAH YOTCOHa (4).

B T1a61. 3 BTOpOIi cTonGelr (Pacuerl) — paccunTaH-
HBIE ¢ TaMUJIBTOHMAHOM YOTCOHA CIIBUTH IIEHTPOB JIM-
Huil [12], Tpetuii cronten (Pacuer2) — paccunutaHHbIe
¢ monenbto [lage-bopensi, yeTBepThIii — U3MEPEHHbIE
B [8]. CpaBHeHUE pe3yIbTaTOB pacyeTa ¢ SKCIepuMeH-
TaJbHBIMU JaHHBIMU TIOKazajo, uto s Pacyeral
CpeIHEeKBaIpaTUYHOE OTKJIOHEHHEe cocTaBisteT 15 %
i 65 % munaumit [12]; nna Pacuera2 cpemHexkBampa-
TUYHOE OTKJIOHeHHE coctasister 10 % mnsa 80 % mu-
Huit. Takum obOpa3oM, npeoOpa3oBaHHbI 10 Ilane-
Bopeno raMuIBTOHMAH MPUBOOUT TakKke M K Oonee
TOYHOMY PacyeTy CIBUTOB LIEHTPOB JINHU.

Tabnunuya 3. CpaBHeHNe PacCYNTaHHbIX M M3MEPEHHbIX CABWIOB
ueHTpoB mHW HyO=N, B nonoce 3vitvs

UKK)-UKK)" Pacyert, Pacyet2, DKCNEPUMEHT,

™M laT™”! M laTM”! cv'atM!
414-413 -0,0129 -0,0141 -0,0155
422-321 -0,0091 -0,0098 -0,0106
423-322 -0,0110 -0,0108 -0,0105
404-303 -0,0127 -0,0128 -0,0132
414-313 -0,0127 —0,0131 -0,0133
532-533 -0,0128 -0,0133 -0,0142
11-212 -0,0083 -0,0097 -0,0101
212-313 -0,0082 —0,0088 —0,0096
220-321 -0,0099 -0,0089 —0,0085
322-423 -0,0122 -0,0125 -0,0128
422-523 -0,0120 -0,0128 -0,0135
330-331 -0,0117 -0,0097 -0,0080
541-542 -0,0186 -0,0196 -0,0191
542-541 -0,0166 -0,0191 -0,0176
414-515 -0,0084 -0,0089 -0,0101
404-505 —0,0065 —0,0069 -0,0074
505-606 -0,0090 -0,0096 -0,0116
616-717 -0,0136 -0,0142 -0,0172

2.2. TonywmpmHbI M CABUTY LIeHTPOB NuHMiA H,0~Ar
B nonoce 3vitv,

PacueTbl monymMpuH M CABUIOB LIEHTPOB JIMHWIA
H,O-Ar npoBoauiich B paMKax MOJIENIH, TIPeACTaBIeH-
Holt yp. (1)—(3), (9), (12)—(15). BonHoBble (yHKIIMK U
YPOBHHM SHEPTUU BBIYUCISIIUCH ¢ 3 (MEKTUBHBIM Bpallia-
TeBHBIM TaMWJIBTOHMAHOM (4), TIpeoOpa3oBaHHBIM 110
[Mage-bopemo, (5)—(8). B pacyerax 1cronb30BaHbI TaK-
Ke cpelHUe 3HAUEHUS TUMONBHOTO MOMEHTA MOJIEKYJIbI
H,0, BblumcneHHbIE ¢ BHICOKOTOYHBIMM BapUALIIOHHBI-
MU BOJHOBBIMU (yHKIMSIMU [17]. CpenHssa mossipusye-
MocTb coctosiiug (301) H,O, ucnons3osaHHast B pacue-
Tax, Obuta ompeneneHa paHee B [11]. CymecTBeHHYIO
npoGieMy TIpeACTaBseT onpenenenue o (15) — z-kom-
MOHEHTHI ToJIspu3yeMocTi Monekynsl H,O B cocTostHin
(301). ManHas Bemw4MHa, paccuuTaHas ab initio IS OC-
HOBHOTO coctostHus B [16], paHa 1,450 A®. B naHHoit
paboTe Z-KOMIIOHEHTa ITOJISIPU3YEMOCTH COCTOSTHHS
(301) ObLTa ompemeneHa M3 MOATOHKM PAacCUMTAHHOTO
3HaueHus capura 1eHTpoB H,O-Ar K n3mepeHHOMY [§]
JUTSL IBYX JIMHUI mosockl 3v;+v;. B 1a0i. 4, 5 3T IMHUK
OTMEUEHBI 3Be3M0UKOM. [ToMylMpUHBL ¥ CABUTH LIEH-
TPOB OCTAJIbHBIX IMHUI B 110J10Ce 3V, + v, BHIMUCISIIUCH C
HailIeHHBIM 3HaYeHueM of*=1,570 A’. Crenyer 3ame-
TUTh, YTO HalgeHHoe paHee B [19] 3HaueHme
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a7=1,330 A’ 6b110 OMpeneneHo Takke U3 MOATOHKH, HO
JUI PpacyeToB CABMIa LEHTPOB JIMHUIA MCIOIb30BANCS
3¢ PEKTUBHBIN BpalllaTeTbHbINA TAMUIBTOHMAH YOTCOHA.

Tabnunuya 5. CpaBHeHVe PacCcynTaHHbIX M M3MEPEHHbIX CABWIOB
LeHTpoB nHW HyO=Ar B mosoce 3vi+vs

. Pacyer, Pacuet?, DKCNEPUMEHT,
B nanHoI1 paboTe yuTeHa IJ10Xast CXOMUMOCTD PSIIOB TEO- (KK =UKGK) cvTatm™ cvTatm™ cM’PaTM’*
PUM BO3MYLLIEHUH B METOE 3(Q(EKTUBHBIX TAMUIBTOHU- 000101 ~0.0129 0,011 ~0.0155
aHoB st coctosiHus (301) monexyast H,O ¢ momoliibio = 20,0091 ~0,0098 ~0.0106
npeodpazoBanus Ilame-bopens, u momyyeHHoe 3Haue- = = = =
Hue o*=1,570 A’ ciiestyeT cunTath Gonee KOPPEKTHBIM 1017202 00T 00108 0.0195
7" : 212-313* -0,0127 -0,0128 -0,0132
Tabnuua 4. CpaBHeHVe PacCINTaHHBIX Y M3MEPEHHBIX NOMYLLM 2027303 0,017 ~0.0131 ~0,0133
pﬁ/—/ TIHNI ﬁzO—Ar B rosioce 5’v1+vf g 2207371 00128 ~0,0133 ~0.0142
313-414 -0,0083 -0,0097 -0,0101
KK~ (KK :;C;iu (F:’;CZQTLZ 9KCC':A‘%2V'T$§HP 322-423 -0,0082 -0,0088 -0,0096
500101 30581 00587 5.0589 303-404 0,0099 0,0089 0,0085
212 0,0628 0,0578 0,0567 4047505 ~0.017 ~0,009/ ~0.,0080
101-202 0,0487 0’0531 0’0553 414-515* _0,0166 _0,0191 _0,0176
212-313* 0,0562 0,0553 0,0556 321422 -0,0084 -0,0089 -0,0101
202-303 0,0415 0,0512 0,0545 505-606 -0,0065 -0,0069 -0,0074
220-321 0,0415 0,0512 0,0517 524-625 -0,0090 -0,0096 -0,0116
313-414 0,0544 0,0542 0,0525
322-423 0,0359 0,0518 0,0552
303-404 0,0410 0,0496 0,0527 3aknoyeHne
S00E05 | 00T |00 | 00dE MpecTasicHa HOB1 MOLEAb L1 PACUCTOB Moy~
P IEvS, o' 040 0' 0182 0' oo IIMPUHBI U caBura neHTpoB tuHuil H,O napineHuem N,
N 0‘03 3 o' i 5 '0 VER U Ar IIp¥ CUJIBHOM KOJe0aTeIbHOM BO30YXIECHUU.
SIeE 0: 5539 0,'0 755 0” T Mopens BKiovaeT npeobpazosanue [age-bopens as

PesynbraThl pacueToB MpeacTaBIeHbI B Ta0. 4 1 5.
B tabn. 4, 5 Bropoii ctonben (Pacyerl) — paccunTaH-
HbIE C MOJIE/IbI0 YOTCOHA MOJYIIMPUHBI JuHMi [19],
Tpetuit cronben; (Pacuer?) — paccuMTaHHBIE C MO-
nenblo [Tage-bopes, yeTBepThiil — U3MEpEHHBIE B [§].
CraTucTYecKMit aHATU3 TIOKa3all, 4To CPeTHEKBaIpa-
TUYHOe OoTKJIoHeHue miga Pacueral [19] cocraBmnser
15 % st 65 % paccurTaHHBIX TUHWI, [ist Pacuera2 —
10 % n7151 90 % nuHwiA.

Taxum o0pa3oM, CpaBHEHUE PEe3yJbTaTOB pacyeTa
MOJYLIMPUHBI M cIBUTA LIeHTPoB TuHuit H,O naBnenu-
eM N,, Ar ¢ 3KCIepuMeHTalbHBIMU JaHHBIMU MTOKa3bl-
BaeT, YTO IpUMeHeHMe rpeodbpa3oBanust [Tage-bopest
JUISL OTIMCAHUS BHICOKOBO30OYKIEHHBIX COCTOSIHUAI MO-
nexynsl H,O ynydiiraeT coracre pacCUMTaHHBIX BENU-
YUH ¢ U3MEPEHHBIMU.
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[locTpoeHa KoMbIOTEPHAasA MOAEIb, MO3BOMAIOLLAA U3YHaTb BIMAHNE TOHKOU CTPYKTYPbI Ha XapakTepUCTKU PE30HaHCHOIO KOrepeHTHO-
ro BO30YXAEHMS PENSITUBUCTCKUX BOLOPOAONOAOOHBIX MOHOB MPW MIOCKOCTHOM KaHanmpoBaHuu. Mogenb 1cnonb3oBaHa Ass onuca-
HUS PE30HaHCHOrO KOrepeHTHOro BO30YXAeHUS NPy MI0CKOCTHOM KaHammposaHim 390 M3B/HyknoH noHoB "Ar. [lokasaHo, 470 pe3o-
HAaHCHbIE KPUBbIE XapakTepu3yioTcs ABYMS BV3KO PACMONOXeHHBIMY Mkamy, 0By CIOBAEHHBIMY NEPEXOAaMM SNEKTPOHa MOHA 13 OC-
HOBHOIO COCTOSIHUS B COCTOSIHUS, COOTBETCTBYIOLUME KOMITOHEHTaM TOHKOM CTPYKTYPbl BO3OYXAEHHOIO COCTOSHMSA. [Tony4eHo focTaToy-

HO Xopollee corfnacue ¢ 3KCrepyuMeHTOM.

ITpy MI0CKOCTHOM KaHaJIMpOBaHMK BOIOPOIOIIO-
JOOHBIX MOHOB MOH JBIZKETCSI B TIEPUOANYECKOM TI0JIe
TUIOCKOCTel KpucTaia. B cucteMe 1mokost MoHa Ha op-
OUTANBHBIN EKTPOH AEHCTBYET IIEPUOANIECKOE BO Bpe-
MEHH 3JIeKTpuIecKoe mone. Ecm yactora Takoro Bos-
JICVCTBUS COBMANAET C YACTOTOM mepexoaa MexIy YpoB-
HSIMU 3HEPTMY OPOMTAIBLHOTO 3JIEKTPOHA, BO3MOXEH pe-
30HAHCHBII TIEpeXo 3JEKTPOHA B COOTBETCTBYIOLIEE
BO30YXIEHHOE COCTOSIHUE [ 1] — pe30HaHCHOE KOTepeHT-
Hoe Bo30yxneHue (resonant coherent excitation, RCE).

Panee mccnemoBanoch, rmaBHBIM o0Opa3om, RCE
MU KaHAJIMPOBAHUU HEPEISITUBUCTCKUX MOHOB (CM.,
Hanpumep, [2—5]). IIpoBeneHbI IepBbIe SKCIIEPUMEH-
Tl 110 HaOmoaeHuio RCE TsoKenbIx peasTMBUCTCKUX
1oHOB. CyIIeCTBYIOT 3KCTIEpUMEHTATBHEIE TaHHEIE [6]
1 TeopeTHYecKye OILeHKH [7], yKa3bpIBaloOIIie Ha 3Ha-
YUTENbHOE BIMSHUE TOHKOM CTPYKTYphl YPOBHEH
3HEpPruy OpOMTANbHOIO 3JEKTpoAa Ha (opMy pe3o-
HaHCHOM KpMBO#. Takum 00pa3oM, MpeacTaBysIeT MH-
Tepec TMOJHOE TEOPETUUECKOE MCCISI0BAHUE U KOM-
nelotepHoe MopenupoBaHue RCE Tsokenbix pensitu-

BUCTCKUX HOHOB C YYeTOM TOHKO CTPYKTYpPBI YPOBHE
SHEPrUU OpOUTATIBHOTO 3JIEKTPOHA.

PaccmoTpuM nBMKeHUE peiSTUBUCTCKOTO BOAOPO-
JIONI0JI0OHOTO MOHA BAOJbL KpUCTaLIorpaduueckoii
TIOCKOCTH B PEXMME IIOCKOCTHOTO KAHATMPOBAHUSI.
ITycts HanpaBneHue ocu OX MpsSMOYTOJbHON CHCTe-
MbI KOOPIMHAT MEePHEHAUKYISIPHO MIOCKOCTIM KaHa-
JIMpOBaHus, a HarpasyieHus oceil OY u OZ coBnanaoT
C HampaBJeHUSIMM KpucTajutorpapuueckux oceil B
IUIOCKOCTY KaHAJIMPOBAHUS. DJIEKTPUYECKOE II0JIE
KpUCTAJIa B CHCTEMe TIOKOSI MOHA ITIPECTABISAETCS B
BUJIE CYMMbI HEMIPEPBIBHOTO MOTEHIMANA U TAPMOHUK
MEPUOAMIECKOTO 3NIEKTPUYECKOTO MOJIST C YAaCTOTAMMU:

cos<p+lsin(p

a, a,

oy =2myv| k

>

TIe ¥ — PEISTUBUCTCKUI (haKTOpP; v — CKOPOCTh MOHA;
a, M a, — PacCTOSHUSA MEX]y aTOMaMH B IIOCKOCTH; ¢
— YTOJI MEXIY CKOPOCTHIO IOHA U HANpPaBJIEHUEM OCH
OY B mtockoct; k 1 [ — 11eble unciaa. Pe3oHaHCHEBI
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