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O HECTAIIMOHAPHOM IIOTJIOINEHUHN CBETA B Kg]lEBATEJIbHOfI ITOJIOCE
C XAOTNYECKOU BPAIIATEJ/JIbHOU (CTPYKRTYPOU

PaccMaTpuBaercsl HeJllHellHOe HeCTallHOHAPHOe IOIVIOlieHne NH(PAKPACHOTO JIa3epHOTo H3JIydYeHus B KoJeba-
TeJbHBIX [10J0CaX MOJIEKY./ C ILTOTHON KBa3uCJIydaiiHoil BpalaTeJbHOI CTPYKTYPOH, XapaKTepHOH A/ psijga aTMO-
cdepHbIX cocTaBIgIOMUX. I[loJMyueHO aHAJIMTHYECKOe BBIPAXKEHHEe [JISI BepOSITHOCTH HEKOTepeHTHOro (oToBO3-
Gy>KieHnsl KoseGaTelbHOTO Ilepexofa. HaiifeHbl ycJ0BHS CHIBHOTO IIposiBIeHHs 3(hdeKToB HeCcTAllMOHAPHOCTH
BpallaTeJbHBIX 3aceJeHHOCTell, IpoaHalN3NpoBaHa posb (OPMBI M JINTENIbHOCT UMITyJabca usaydeHns. IIposeze-
HBI OI[eHKHU YKa3aHHbIX a(dekToB 11 Morekya Oz B TaGOPATOPHBIX M aTMOC(EPHBIX yCIOBUIX.

IddexThr HemHeHOTO NorTomeHns nHPpakpacHoro (MK) namyueHns MoseKyISpHBIME Ta3aMU TIPeJl-
CTABJISIIOT 3HAYUTEJNbHBIN MHTepec B aTMocdepHoii ontuke [1]. B wacTHOoCcTH, 4TO KacaeTcs J1a3epHOTO BO3-
Oy:KIeHusT KoJiebaTe bHBIX TEePEXOIOB C IIOTHOH M MOYTH XAOTHYEeCKOIl BpalaTeabHOIl CTPYKTYPOil CIiek-
Tpa, TIpUCyInell MHOTUM KoMmoHeHTaM atMoceproro Boszayxa (Oz, SOz, NO, u ap.). Oco6eHHOCTH TaKoro
BO30Y KJeHUsI paccMaTpuBauch panee B [2, 3]. B atux paGotax pacueT BepOSITHOCTH HEKOT€PEHTHOTO KO-
snebatesqbHOTO (hOTOBO3OYKEHUS TTPOBOIUJICS B TPUOIMKEHUN KBa3UCTAI[MOHAPHOCTH 3acesleHHOCTell Bpa-
IIaTeJbHBIX MOy POBHEH, UTO, €CTECTBEHHO, OTPAHWYNBAET 06JIaCTh IPUMEHUMOCTH TIOJYYeHHBIX Pe3yJIbTAaTOB.

B Hacrosmieil pa6oTe JaHO aHAJIMTHYECKOe pelIeHKe 3aJayid O HeKOrepeHTHOM HecTanmoHapHoM (T. e.
Ha BpeMeHaX, CpPaBHHMBIX C BpEeMeHeM BpamaTeJbHOll pejakcaumu) Bo3OysKaeHnH JasepHbiM K-
UMIYJIbCOM MOJIEKYJISIPHOTO KO0Je6aTeTbHOTO TMepeXo/a ¢ XAaoTHYecKOl BpaliaTteabHOU CTpYyKTypoii. B kBa-
3UCTAIIMOHAPHOM TIpe/iesie ToJyuYeHHOe pellieHNe COBIaiaeT ¢ pe3ysbraToM [3]. HaiineHnbl ycaoBusa cHIBHOTO
HECTAIIMOHAPHOTO TOTJOIIEeHNs M3JydyeHUs Ha KoJieGaTeTbHBIX IepeXoJaX M OIpe/esieHa MPU 3TOM POJh
¢opMBI 1 JAIUTETDHOCTH UMITYJIbCA.

PaccMOTpUM HEKOTepeHTHOe B3aUMOJeiCTBUE ONTHYECKOTO M3JIYYeHUs C HEBBIPOKIEHHBIM KoJe6aTesb-
HBIM TIePeX0/I0M, UMEIOIINM BpAIIaTeTbHYIO CTPYKTYPY. YPaBHEHUS /I Pa3sHOCTH 3aceleHHOcTell An; i-it
Hapbl, CBA3aHHBIX M3JydYaTeJbHBIM MEePeXoJoM KoJeGaTenbHo-Bpamareabibix (KB) yposheii, u ypaBHeHus
I KoJtebaTeIbHBIX 3aceseHHocTeil N, Ny umetor Buj [3]
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rjae “/011 — BEPOATHOCTb B €IMHUNIY BPEMEHUN BBIHYK/I€HHOI'O IOTJIOIEHUA U3JIyUYCHUSA i-il IuHNen I10JIOCHI,
TRT — XapaKTepHOe BpeMs BpalllaTeJIbHO IOCTYTaTelbHOW peJaKCallii; ¢, ¢ — /O MOJIEKYJ Ha HIK-

HeM U BepXHeM BpallaTeJbHbIX MoAypoBHAX ((dakTopbl BpaiiaTeibHoil 3acenerHoctn). Cymmuposanue B (2)
BeJleTCsl 10 BCeM JIMHUAM MoJiochl. [Ipu 3amucu (1) OTHOIIEHHE CTATUCTHYECKHX BECOB BEPXHETO M HUKHETO
KB- ypoBHell [/ TPOCTOTHI MOJIATAIOCh OIU3KUM K €IHHIE, a KoJebaTeJbHbIM 3HEPTrooOMEeHOM U APYTUMU
«MeJIJIEHHBIMI» TIpolleccaMu TipeHe6peraoch. [lockopky BpamatenbHble aHeprun KB-ypoBHell, cBS3aHHBIX

JUTIOJIbHOPAa3pENIeHHbIMU  IIepeXoJaMu, 06BITHO IIPUMEPHO OJAMHAKOBbBI, MOJXHO OTPAHUYUTHCA CJaydaeM
i .
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qo * 41 = qi-
CuuTast, 4To B MOMEHT BKJoueHus uaiaydenus An t = 0) = ¢;AN,q, Te AN, — HavajJbHas PasHOCTD
3acesleHHOCTell KoJte6areIbHbIX YPOBHEH, MOJTy4aeM pelleHre HeoHOPOAHOro AnddepeHInaabHOro ypaBHe-
nug (1):
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Ipu  BoBose (3) moapasyMeBaJoch yCJIOBHE  aAMaGaTUYHOCTH  (POPMBI  UMIIYJIbCA  H3JIyYEHUs
‘dCl‘

< Ci3 EXP(J.Cid‘C). Omno HapyllaeTca JHUIIb B CJy4ae OJHOBPEMEHHOIO BBIINOJHEHUA HEPAaBEHCTB T K 1,

dt

Wiitrr < 1 mpu ouenb kpyToM ¢poHTe nmmyiabca, korma 2(Wg)otrr FA 2 1. 3pmecy f(t) — BpeMenHas
T

dopma sazeproro mmiysbca (ormbaromas unteHcuHocTn); (W), — 3HadeHue W, B IHKe HMIYJIbCA.

Ba)kHO TOMYEPKHYTH, YTO HApYIIEHHE YCJOBHUS aMabaTHUYHOCTH Hambosee BEepOSTHO B CJIydae COBIAAEHHS
YacTOThI M3JIyueHHst ¢ 1eHTpoM KB-Tepexoga, korxa sHadeHne (W), BelHKO. B Hepe3oHaHCHOM cilydae

(W), 3HAUNTEJBHO MEHbIIe, 1 MOITOMY YCJIOBHE a[HaGaTHIHOCTH yIOBIETBOPSETCS Jierde.

OTMeTHM, 4TO KBa3HCTAllMOHAPHbIH npemen pemienuss (3), paBHbIH ¢;S;/C;, TOJBKO B HYJIEBOM TIpH-
6immkennu At paga Si(S; ~ AN) coBlazaer co 3HaueHueM, ToJIydaiomuMcs u3 ypasHenus (1), eciu ero
IIpaByIo 4acTb NPHUPABHATh K HYJIO. DTO CBSA3aHO C TeM, YTO B JAHHOM CJIydae CTPOTOrO paBeHCTBa An, =0

BOOOGIIE JOCTUYb HEBO3MOMKHO M3-3a CyIeCTBOBaHUs BpeMeHHOH 3aBucumoctu AN(¢). Omnako S; Mano or-
amgaeTcs OT ANy, €U 32 BpeMs tgr u3MeHeHne AN Mayo. Takas cuTyaius THNHYHA TS SKCIEPUMEHTa,
aHam3npoBaBIerocd paHee B [2, 3]. B c¢Ba3u ¢ aTuM orpanmunMcs gajsee npubamkeHneM S; ¥ AN ~ ANqq.

3ajaBas BpalaTeIbHyI0 CTPYKTYpy KoueGatebHoil mosockl |0) —|1) ¢ momorsio MoguduimpoBanHoit

mozemu Iyau [3, 4], B KoTopoii ofiMHAKOBble JOpeHIleBCKUe JHHUI PACIIOIO0KeHbl CAyYailHo U paBHOBEPOST-
HO B HEKOTOPOM 4acTOTHOM uHTepBaje A (mmmpuna mosock), u3 (2) u (3) noayyaem:
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rae v, Io u f(t) — Hecymas yactora, MUKOBask MHTEHCUBHOCTh W (hOPMa UMILyJbca U3JIYYEHUsT; ¢, G, Avy U
L — ¢axrop BpamaresbHOIl 3aceleHHOCTH, Pe30HAHCHOe CedeHNe TIOTJIONIeHNs, ClieKTpaIbHas mupnHa KB-
JIMHUI TI0JIOCHI U cpejiHee paccTosiHie Meskay Humu. [Ipu monyueHun (4) MCIONB30BATIOCH €CTECTBEHHOE [IJISk
MOJIEKYJIAPHBIX [OJIOC cOOTHOIIeHUue A > Avy. Bemuwunna Wy B (4) MMeeT CMbIC/ BePOATHOCTH BO3GY3Kle-
Husa (B equHUIYY BpeMeHH) Kojie6aTeIbHOrO Iepexoja ¢ y4eToM ero BpamlaTeJabHOll cTpyKrypbl. [Ipu atoMm
VVI)?S ABJIAETCA KBa3NCTAlMOHAPHBIM mipenesioM Wy, moyueHHbIM patee B [3]. Bxomammuii B8 (4) onpene-

JIEHHBI MHTErpaj ¢ TOYHOCTBIO [0 MHOKUTES /2 €CTh BBIPOK/EHHBINH TUIEPTeOMETPHYECKUil Ps/l ABYX
nepeMenHbIx (pynkmmsa Ammnens) [5].
Ecim xapaktepHoe HacblllleHHe JuHUeR mosiocsl Maso (T.e. a > 1), popmyna (4) ympolaercs:
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rae Io(x), I1(x) — momudmmposanusie dynxmm Beccens [6]. OtHocuTenbroe pasmmane Wy, u WS°
npu b < 1 uMeer nopsanok a - exp{—t/trr) < 1, ampu b > 1 — a-b>?% exp(—t/tgr)< 1. U3 (4) n
(5) cpasy ciemyer BasKHBII pe3ysbraT: paBeHCTBO W, ~WS° BbINONHAETCA HE TOJNBKO NMpU ¢ > Tgy, HO U
mpu JiioboM t, ecau b > 1.91o o3Hauaer, yto ecim b 3> 1,70 mpH pacyere BepOSTHOCTH (HOTOBO3OYKIEHUS
K0J1e6aTeIbHOTO TIepPeX0/Ia 3aCeTeHHOCTH BPAIATEIbHBIX IIOJYPOBHEl MOXKHO CUMTATh KBa3HCTAIMOHAPHBI-
MU, He 3a60TSCh O CIPaBeTMBOCTU 3TOTO JOMYIIeHUs s Kaxkzaoro oraenbuoro KB-mepexoma. IIpoctsie
OI[EHKH! TOKa3bIBAalOT, YTO B YCJOBHAX aKcrepuMenta [2] mo Bos36yxaenunio nosmocsl (000)—(001) mMosmexy.
O3 (masrenne 3 Topp, amureabHocTh uMiysbca COy-tasepa 75 HC) HepaBeHCTBO b > 1 BBINOJIHSAETCA MTPU
Iy = 1 kBr/cM?, T. e. IpaKTHYECKH BO BceM JMANIA30HE MCIOIb30BABIINXCS TTHKOBBIX HHTEHCHBHOCTEIH.
IToquepkueMm, uTo 3aMeTHBbIe oTyimunusg Wy, ot W/O?S MoryT GbITh Jinmib npu b < 1. Tpu b < 1 u3 (4)

mmocJie Ipeo6Pa3oBaHUil MoTydaeM:
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Jlerko BuzeTb, 4TO M06aBKa K €JUHUIlE BCerja IOJOKHUTEJbHA, BO3PACTAET C yBEJMYEHHEM @ W TIpH
a > 1 ectb Jaexp—t/ tgr. KopHeBas 3aBHCHMOCTb 0GYCIOB/IEHA JOPEHIEBCKOH (DOPMOI KpbLIbeB JTHHHI
norsomenus. TakuMm o6pasoM, g Toro 4to6bl Wy, 3aMeTHO OTJIHYaIOCh ‘/VO?‘g, HeoOXO[UMO U JOCTaTOUHO
OJHOBpeMeHHOe BBITIOTHEeHUe TPeX YCJIOBHIA:

t<‘ERT,Cl>1,b<1. (7)

Umest B Buay, uro b(t) — Bospacraomas byHkuus, a a(t) — MOBTOpsieT Oru6aiolyio MHTEHCUBHOCTH U3-
syderust, coorBercTBus (7) MOXKHO OKUATh B IIHKe KOPOTKOTO MOIHOTO MMITYJibca. DoJiee moapoGHbIe yc-
soBust (7) U1 3TOTO CJIydasi BBITJISLIAT CJIEIYIONIM 06pa3oM:
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7€ po, p — JBa JABJIEHHS Ta3a; Go, Tgr — CedeHie MOTJOMEHNs I BPeMs Tgy, H3MEPeHHbIe TIPH JIaBJeHIH

po; to — mosioxKeHue nHKa uMiysbca. U3 (8) ciemyer, uro yeM Kpyde nepeauuii ppont umirysbca (ecrect-
BEHHO, B paMKaX OOCY»K/IaBIIEr0Cs BBl YCIOBUSA aJnabaTHIHOCTII), TeM JIydliie BBIOJHATCSA 3TO HepaBeH-
ctBo. OTMeTUM TaksKe, YTO Npu (PUKCUPOBAHHBIX P, to, f(t) ycmosue (8) BbloJHSAETCS JULIb A OIpPeEe-
JIEHHOTO WHTEPBaJa MUKOBBIX WHTEHCUBHOCTEH .

CuenaeM omenkn st atMocdepHoro o3ona Ha Bbicote 20—30 kM (p ~ 50 Topp). Vcnosb3ys xapax-
Tepuble Ams Q-Betsu momockl (000) —(001) O3 sHavenns po ~ 2 - 1077 em® - atm, Avpp™' ~ 0,16 cm 'atm ™!
[7, 8], a Takke ptgr~ 0,5 HC - at™ [9], mosydaeM, YTO B MHKe MMIYJLC C JHHEITHO HapacTaoUINM 3a Bpe-
MS T, ¢ HepefHnM dpoHTOM ycaoBue (8) BbImosHsIeTCs Juimb Ipu T, 45 0,1 He 1 0,15 [j< 1 MBt/cm?. Tpn
APYTHX 3HAYEHUSAX Ty g 1 Io oTmmaneM Wy, o1 W MOKHO mpeneGpedb.

TakuM o6pa3oM, BeposATHOCTb Wy HeCcTallMoOHApHOTO (hOTOBO3OYIKIEHNS KOJeOaTeJbHOTO Iepexo/a,
BpalmareJbHasg CTPYKTypa KOTOPOTO 3aJaHa MOJUGUINPOBAHHON Mojenbio I'yau, ompenensterca ¢opmyaoit
(4). U3 nee cieiyer, 4TO €c/u TapaMeTpPbl H3JIYYEHUS U CHEKTPa MOJEKYJbl TAKOBBI, YTO BBIIOJHSIETCS CO-

4
OTHOIIIEHNE — jW(t)dt >1, to Wy » ‘/VO?S , T.e. Ipu BbrunucgeHun Wy 3aceleHHOCTH BCeX BpalllaTeJbHbIX
T

HOZ[ypOBHEﬁ MOJKHO CUHTAThb KBa3uCTAIMOHAPHBIMM HE3aBUCHUMO OT JeiicTBUTEIbHOIT ClipaBeJJINBOCTH 3TOI'0
HpI/IéJII/DKEHI/IFI AJIA KaXK/10TOo KB—Hepexo;[a B OT/I€/IbHOCTH. a(b(i)eKTbI HeCTallMOHAaPHOIo IIOTJIOMIEHUA 3aMeT-
HO yB€JINYNBalOT Wm JINIIb IIPHU OJJHOBPEMEHHOM BBIIIOJTHEHUN yCJIOBI/Iﬁ (8), KOTOpble MOTYT UMETb MeCTO B
TINKe KOPOTKUX MOIIHbIX UMITYJIbCOB.
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S.V. Ivanov, V.Ya. Panchenko. Nonstationary Absorption of Radiation within a Vibrational
Band with a Random Rotational Structure.

Nonlinear nonstationary absorption of infrared laser radiation within vibrational bands of molecules with dense
quasi random rotational structure, that is typical for a number of atmospheric components, is considered. An analytical
expression for the probability of incoherent photoexcitation of a vibrational transition is obtained. The conditions for
the nonstationary rotational population effects to be strong are determined; the role of laser pulse shape and duration
is analyzed. These effects are estimated for O3 molecules under laboratory and atmospheric conditions.
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