«Onruka atMocdepbl U okeaHa», 24, Ne 3 (2011)

YK 551.521; 621.378

PajeeBckoe paccesinie (peMTOCEKYHAHOTO
JIa3€PHOTO MMITYJIbCA

I0.H. Ilonomapes, C.P. Yorunrac*

Hucmumym onmuxu ammocgepwvr um. B.E. 3yesa CO PAH
634021, 2. Tomuck, ni. Axademuxa 3yesa, 1

[Mocrynuna B pepaxio 2.11.2010 r.

B pesyJibTare aHa/Jan3a CUCTEMbI ypaBHeHI/Iﬁ [JId MaTpULbI IJIOTHOCTU IIOJYUY€HO BbIpa’Ke€HUe I CyMMapHbBIX
IIoTepb 9HEPTUN HEPE3O0HaHCHOTO CbeMTOCeKyHL[HOI‘O UMITYJIbCa BCJIEACTBHE CIIOHTAHHOTO P3JIEEBCKOIO pacCeaHUAd
Ha HENOJIAPHbIX MOJIEKYyJIaX. HOKa3aHO, YTO IIPU THUIHNYHBIX 3HAUYCHUAX [TapaMeTpoB q)eMTOCGKyH[lHOI‘O uMITyJibCa,
reHepupyemoro Ti:Sa—ﬂa;aepOM, HUHTEHCUBHOCTDb P3JIe€eBCKOI'0 paccedaHusda B COTHU pa3 MeHbIle MHTEHCHUBHOCTU BbI-

HYKIEHHOI'O I(OM61/IH3.L[I/IOHHOFO paccedanus:d.

Kntouesvie caosa: paneeBckoe paccesiue, jasep, (eMTOCeKyHIHBIN uMIyiabc, arMocdepa; Rayleigh scatte-

ring, laser, femtosecond pulse, atmosphere.

BBeaeunune

PacmipocTpanene  MoUTHOTO  (PeMTOCEKYHIHOTO
JIa3epHOTO UMITyJibca B atMocdepe COMPOBOKIAETCS
ocjabieHneM ero WHTEHCHBHOCTH 32 CYeT Pa3THIHBIX
KaHaJIoOB YOBLIN 3HEPTUU TOJsI, TAKUX KaK, HallpUMeD,
MOHM3AIUS W IUCCOIUAINSA MoJieKyJ [1], onHo- n MHO-
ropororHoe Torsomenue [2, 3], mpolecchl CHOHTAH-
HOTO U BBIHY>KIEHHOTO paccestHusi cBeta (pasieeBCKOro
n KoMGuHarmoHHoro) [4, 5]. Crernuduka GoJbIIHHCT-
Ba TIPOIIECCOB 3aBUCUT OT JJIUTEJbHOCTH WMITYJIbCA,
KOTOpas CBSI3aHA C €r0  CIEKTPAJbHON IIMPHHOIL,
a 6oJibIve 3HAYEHUST WHTEHCHUBHOCTU WM3JIyIEeHUS MPH-
BOJAT K HeJIMHEITHOCTH B3aMMOJEHCTBUS CO Cpeoil.

ITpu MHTEHCUBHOCTAX U3JIydYeHUs, HUKE KPUTHUYe-
CKOii, Korja MOKHO mpeHe6pedb caMO(OKYyCHPOBKOIl
U TpoIleccaMi MOHU3AINU, a TaKyKe B OTCYTCTBHE TPSsi-
MOTO IIOTJIOIEHNSI OCHOBHBIM KaHAJOM oOcJab/IeHus
6yayT SBIATbCS Tpollecchl paccesHus. B [4, 5] pac-
CMOTPEHO Hepe30HAHCHOE B3aMMO/IEHCTBIE HEMOJISIPHBIX
MOJIEKYJl C HMMIYJbCOM (DeMTOCEKYHIHON IINTeNbHO-
CTH B paMKaX HeCTAllMOHAPHOW TEOPHU BO3MYIIEHUN
C HCMoJib30BaHNeM (popMaim3Ma MaTPHIIl ILIOTHOCTH,
U TI0KAa3aHO, YTO TIOTEPH JHEPTHH UMITYJIbCa 3a CYET
BBIHYK/IEHHOTO KOMOMHAIIMOHHOTO PACCeSTHUST HMMEIOT
HeJMHEHHBI XapaKTep W TNPOMOPITHMOHAIbHBI YeTBep-
TOH CTemeHN aMILTUTYAbI MOJIS.

B wHacrogreil ctaThbe B paMKaX ToOi sKe MOJeIN
paccMaTpuBaeTcs 3aJlada O PIJEEBCKOM PaCCesTHUH
(eMTOCeKyHTHOTO JIa3ePHOTO UMITYJIbCa HEIOJISPHBIMU
MOJIEKY TaMH.

Teopus

HEPEBOHB.HCHOC BSaHMOHCﬁCTBHe IIeHTpaJIbHO CUM-
METPUYIHBIX MOJIEKYJ C (I)eMTOCCKyHZ[HI)IM JIa3epHbIM
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UMITYJIbCOM MOJKET OBITH OIHCAHO IIpu IIOMOIN YyKOPO-
YeHHOI CHCTeMbI ypaBHeHI/Iﬁ [JIA MaTpHUIbl IJIOTHOCTH

p [4]:
ihPgg = VooPeg = PgeVeg: (1a)
ihpeg = VeePeg + Vegbyy- (16)
B (1) V ecrb oneparop B3auMo/ieiicTBus
V = —dE(r, 1) 2)

C UMITYJIbCOM, 3a/laBa€MbIM BEKTOPOM HaIIPAKEHHOCTHN
JJIEKTPOMATHUTHOTO TIOJIA:

E(r,t) = %Eo(r, tle exp(-iQt) + e* exp(iQt)], (3)

rjie BemlecTBeHHas amiuatyaa FEo(r,t) onpexnesser
BpeMeHHyI0 (OPMy HMITyJbCa M PpaclpeleleHne Ha-
NPSKEHHOCTH TOJIA B IJIOCKOCTH, TepHeHNKY/IAPHOL

HaIIpaB/ICHUIO PACIHPOCTPAHEHUSA; € — KOMILIEKCHBII
eIUHIYHBI BEKTOP MOJISPI3aIlHN:
e*. e=1 4)

d — omeparop JUMOJIBHOTO MOMEHTa MOJEKYJbI;, Q —
Hecyllasg 4actota MMIyJbca. [lJis pOu3BOIBbHOTO OIle-
paropa A 3anuch A;; o3HavaeT

Afi]' :HA[)]H iy]':eygy (5)

rae P, u P, ecTb onepaTopbl MPOEKTUPOBAHUA Ha OC-
HOBHOE U BO30Y’K/JeHHDIE 3JIeKTPOHHBIE COCTOSHUS:

Py= Y |l Po= D Jn)n

3nech u fmanee B 3amucH IS MaTPUYHBIX 3JIEMEHTOB
JIATUHCKHUE WHIEKCbI 0603HaYaIoT B036y>KZ[eHHbIe IJIEK-

, P,+P=1. (6)
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TPOHHbIE COCTOAHUA, a I'pedecKnue — IOoAYPOBHHU OC-
HOBHOT'O 3JIEKTPOHHOI'O COCTOSHUA.

3HaK TUJBABI HAJ oriepaTopaMmu O3Ha4aeT UX 3a-
II1MCb B IIpeJACTaBJIEHUU B3anMOJIeiCTBUSI OTHOCHUTEJIBHO
HEBO3MYIIEHHOTO TaMUJIbTOHNaHa HO

A) = exp(%HOt)A(t)exP(-%Hot). 7)

I[Ipu 1oJyyeHun yKOPOYeHHOI cucteMbl ypaBHenuil (1)
MBI IIpeHeGPeryn 3aceJleHHOCTBIO BO36YK/IEHHBIX dJIeK-
TPOHHBIX COCTOSIHUN U KOI€PEHTHOCTbIO MeXXJy HUMH,
a TakXe BCeMU peJaKCAI[HOHHBIMH IIpolleccaMi, II0-
CKOJIbKY IIpU HOPMAJbHBIX YCJOBUAX UX XapaKTepHble
BpeMeHa 3HAUYUTEJIbHO O6OJIblIe JJINTeJbHOCTH (heMTo-
CeKYH/IHOTO UMILyJIbCa.

KorepenTnoctu p,; Mexk1y OCHOBHBIM U BO30OYiK-
JIeHHbIMU ~ 9JIEKTPOHHBIMHI  COCTOSHHSIMHU  SBJISIIOTCS
«OBICTPBIMU» TIEPEMEHHBIMH CHCTEMBI U MOTYT OBITH
BBIPKEHBI B BU/le (DYHKIMOHAJA OT MATPHUIBI IIOTHO-
CTH OCHOBHOTO COCTOAHHSI pg,. Pelllenne ypaBHeHHs
(16) 3amuiieM B BHe

Lt
Peg(t) = —% J‘ng(t,t')‘zfg(t')ﬁgg(t/)dt’, (8)
riae

.t Lt
K,.(t,t) = exp —% J.Vgg(h)dq exp % J'Veg(tz)dtz) . (9)

—o0

Jl71s MOJIeKyJ ¢ IeHTPOM CHMMETPHH KOTePeHTHO-
CTH pgy ONPENEsSIOT HH/YLUUPOBAHHDIA JHIIO/IBHBLI
MOMEHT 1 CBSI3aHHYIO C HEM JU3JeKTPHYeCKyIo IIPOHU-
[AeMOCTDb CpeJbl.

B HauHH3MEM IOpsAZKe TEeOPHH BO3MYIIeHHil
(K, (t, t') ~ 1) naiigem

Ey(r,t)| (d,, -e)e ™ (d,, -e)e™
p(p) = Folr) Wy e Wy ) ph.- (10)
2h Oy —Q Oy, +Q
3pech pY, — HavalbHas MaTpUIA IUIOTHOCTH, KOTopas

B HallleM cJlyYae OIICBHIBAET COCTOSIHHE TePMOMHAMU-
4ECKOTO PABHOBECHS.

[Tpu noaydyerun (10) Mbl UCHIONB3OBAMH TIPUGIIU-
JKeHIe MeJIEHHO MEHSIONIEiicsl aMIUINTYAbl B CMBICJIE
BBITIOJIHEHHSI YCJIOBUS

| £ Q> 1, (11)
rle T — XapaKTepHasl [JJIUTeJbHOCTh UMITYJIbCA.
N3 (10) maiizeM cpegHuil AWIIOABHBIA MOMEHT

MOJIEKYJIbI, WHAYIUPOBAHHBIH (HDeMTOCEKYHIHBIM HM-
IIyJIbCOM:

Ey(r,t)
— X
2

x Z;‘ [(aij>0 e; exp(-iQt) + <aﬁ>0 e; exp(iQt)} (12)

pi(t) = Spdip%?(t) =

3/ech WHIEKCHI i U j 0603HAYAIOT TIPOEKIINU Ha JeKap-
. 0
TOBBI OCH JIaGOPATOPHOW CHUCTEMBI KOOPAMHAT; <oc1-j>

€CTb TepMOoJMHaMH4YEeCKOe cpeJlHee TeH30pa JuHaMHu4e-
CKOIl TOIAPU3YEeMOCTHU OCHOBHOTO 3JIEKTPOHHOIO CO-
CTOAHUA

<0Lif>0 = Zu(aif)uupﬁw (13)
A @ d e (d D (dDy
(s _%Z o -0 ot Q (14)

n

IIpu HopMmasnbHOIT TemnepaType T ~ 300 K Bkia-
JIOM BO3OY:KIE€HHBIX KOJIe6aTeJbHBIX COCTOSTHUN B CPe/-
HUIl JUMOJBHBIH MOMEHT MOKHO ITIpeHe6pedYb U pac-
CMOTpETb TOJIBKO BpalllaTeJbHble COCTOSIHUS OCHOBHOTO
KoJebaTepbHOTO ypoBHA. C ydYeToM JaHHOTO 3aMeda-
HUSI SIBHBIE BBIYMCJTIEHUS MATPUYHBIX 3JIEMEHTOB HafoT

Ey(r,t)a

p(t) = 5

[eexp(—iQt) + e* exp(iQt)] = aE(r, 1),
15)

rfie o eCTb CpeaHsd TIOJIAPU3YyEMOCTb, BBIpa)KEHHasA 4Ye-
Pe3 KOMIIOHEHTHI B MO]IeKyJIHpHOfI CHICTEME KOOpAWHAT:
1
3

A = (0t + gy + 0. (16)
Boipaskenne (16) sBjsgercss MHBapHMaHTOM BpalleHUs
U He 3aBUCHT OT KBAaHTOBBIX YHCEJ OCHOBHOTO 3J€K-
TPOHHOTO COCTOSTHUSI.

YckopeHHOe [IBIDKEHHE KJIACCHYECKOTO  THIIOJIS
p(t) OPUBOAMT K MOAYJIUPOBAHHOMY IO aMILIUTY/eE
D3JIEEBCKOMY PACCESHUIO TMAJIAIOIero HM3JIyYeHusi Ha
Hecyllell 4acTore UMIyJibca. MOIIHOCTh PACCESTHHOTO
uznaydenus I ompenengerca dhopmyJoit [6]:

1) = %\&(t)f. (17)

B paccMaTpuBaeMOM HaMHU CcJjay4dae MeAJeHHOIO
N3MeHeHusd aMIJINTY /bl OJIA

BRI I1D) D (18)
QEO ot Q1

ycpeaHeHHasd 3a epuoj KoJie6aHuil MOIIITHOCTb pacce-
SHHOTO N3JIyYeHUs 6y}1€T paBHa

I(rt) = 3%94 (&Eo(r,t))z. (19)
c

Unrerpupys (19) 10 BpeMeHHU U MONEPEYHOMY Ce-
YeHWIO Jla3epHOTO Jyda, HaiieM [ TayccoBa WM-
MyJIbCa pajuyca

Eo(l'yt) _ Eoef(t,/r)zef(rb/,o)2 (20)

TIoTepr dHEPrum Ha eJIUHUIy AJUHBI 3a BPEMA B3aMO-
,E[eﬁCTBHH B pe3yJibTaTe PaJIEEBCKOI'O pacCesHus

2nn
1263

QPsned = TN(aEOTO )2 o ) (2 1 )

rae N — KOHIIEHTPAIA MOJIEKY.I.
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I/ICHOJIBSyH BbIpa’kKeHue /1 TIOJTHO 9HEeprum M-

myabca [4]:
Ef = \/322_7TCT(E070)2, (22)

moJyunM u3BecTHYo (opmyry Panes mias xoaddurm-
eHTa sKCTHHKImN [7]:

4
Mem™'] = Oposeir - Si(gj N (23)
Ef 3\c

CpaBHUBasI ¢ MOTEPSIMH SHEPTUHU 3a CYET BBIHYKIEH-
HOTO KOMOWHAITMOHHOTO paccesHus [4]:

2
Hew ' = 19T A%) g gp N, (24)
15n\ cny
nMeeM
h 80 Ot ( a )2
=—= —_—| . (25)
"% " Jor CiB.SE? \Aa
3necb Ao = o, — Oy — AHHU3OTPOINNUS BJEKTPOHHOI

nosigpusyemMoctu; B, [c™'] — BpalareJbHas TOCTOSH-
Hasg MOJIEKYJbI; S — cyMMa 10 BpaIlaTeJbHBIM YPOB-
HAM j:

S = é;gj(f + D( + 2)exp(~(B, (2] + 3)1)*) x

x [exp(=phB,j(j + D) - exp(-prB.(j + 2)(j + 3))], (26)

The g; — BBHIPOX/eHHe BpallaTelbHbIX YyPOBHeil, CBs-
3aHHOe co cumHoM sjep; B = 1/kgl — o6parHas TeM-
meparypa; Z — BpallaTeJbHas CTaTHCTHYECKas CyMMa.

[lng  dYacto WCHOTb3yeMoro B 3KCIEePHUMEHTaX
demrocekyuanoro Ti:Sa-maszepa ¢ mapamerpamMu Q =
=2,35- 10" ¢! (800 uM), t =100 e, E,= 10" ex.
CI'C9, pna wmonexkyaspHoro aszora npu 1T = 300 K
TOTepN SHEPTUH 3a CYeT BBIHYKIEHHOTO KOMOMHAIIH-
OHHOTO paccesTHUsS Ha /[Ba TOPSIKA MPEBBINIAIOT MOTe-
pPU 32 CYET PIJIEEBCKOTO PACCETHUS

n~1072 7

3akouenue

Ha ocHoBe cucteMbl ypaBHeHHI /IS MaTpPUIIBI
IJIOTHOCTH [4, 5] ToOJy4eHO BBIpaKeHWE IS CyMMap-
HBIX MOTEPb HHEPrHU (PEMTOCEKYHIHOTO WUMITYJIbCa,
B3aMMOJIENCTBYIONIETO € HENOJSAPHBIMU MOJIEKYJIaMH.
[lanHoe BbIpaskeHHe B NPHOJMKEHUH MeJJIEHHO Me-
Haomleiicss orubatomieii (18) cosmagaer ¢ dopmy.ioit
Pasiesa (23). UucieHHbIe OIIEHKU IIOKA3bIBAIOT, YTO IIPU
UCCJIe/IOBAHUY PACIPOCTPAHEHUST HEPE30HAHCHOTO (heM-
TOCEKYH/IHOTO U3JaydeHus OmkHero IK-nnamasona
pmutenbHOocTbio 100—10 e B BO3AyXe CHOHTAHHBIM
P3JIEEBCKUM paccessHHeM MOKHO IpeHeGpeyb B OTJIH-
Yie OT BBIHYKJEHHOTO KOMOHHAIMOHHOTO PACCESHUSI.

Pa6oTa BbIlIOJIHEHA TIPU TO/JIEPIKKE TIPOTPAMMBI
Ipesugnyma PAH No 12 (mpoextr 1) m CO PAH
(mpoext Ne 81).
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Based on the system of equations for the density matrix derived earlier, we obtain an expression for inte-
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cules. It is shown that at typical femtosecond pulse parameters generated by Ti:Sa laser, the intensity of
Rayleigh scattering is hundreds of times less than that of stimulated Raman scattering.
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