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MPEJ/ICTABJIEHIE BEPOATHOCTE KBAHTOBBIX
INEPEXOZIOB ®YHKIIMOHAJIbBHBIM NHTEI'PAJIOM
B ITPOCTPAHCTBE SHEPTETUYECKUX COCTOAHNN*

A. A. Buprwxos, M. A. Illieenxos

Camapckuii rocyJIJapCTBEHHBIN YHUBEPCUTET,
Poccus, 443011, Camapa, yi. Akanemuka [lassosa, 1.

AmnHorarus

B pamkax dopmasiusma byHKIIMOHAIBLHOIO UHTEIPUPOBAHUSA (UHTEIPUPO-
BaHUs 110 TPACKTOPHAM) U3JIAraeTcsi HelepTypOaTUBHbIA MeTOJ| ONUCAHUS
JIMHAMUKYA MHOTOYPOBHEBBIX KBAHTOBBIX CUCTEM (2TOMOB, MOJIEKYJI, HAHOCHU-
CTEM ), B3AUMOJIEACTBYIOIINX C TI0JIEM JIA3€PHOTO U3JIyY€HUs] BHICOKON MHTEH-
CUBHOCTHU. BeposiTHOCTU TIEPEXOI0B MEXKJTYy COCTOSTHUSIMU KBAHTOBOH CUCTe-
MBI IIOJ JAefiCTBUEM BHENIHET'O 3JIEKTPOMATHUTHOT'O IOJIS IPECTaBISAIOTCS
GYHKIMOHAIBHBIM MHTEIPAJIOM B 9HEPIeTUYECKOM IIPEJICTABICHUU (B IIPO-
CTPAHCTBE YHEPreTUIECKUX COCTOAHUN HUCCJIeIyeMOl MHOIOYPOBHEBOII KBaH-
ToBOI cucrembl). Ha 0CHOBAHNH TIPEJTIOKEHHOTO METO/Ia, BBIUUCIISIIOTCST BEPO-
ATHOCTH II1€PEXO0/IOB ABYXaTOMHBIX MOJIEKYJ MEXKJYy SHEPreTUIeCKUMU yPOB-
HsIMU BPAIATEITbHBIX CTeIleHel CBODOIBI 0T IeCTBUEM CEPUHU ITUKOCEKYH/I-
HBIX UMITYJIBCOB JIa3ePHOTO n3aydenus. [Iposesieno qnciernoe MojieimpoBa-
HHUE JUHAMUKH HACEeJEeHHOCTEH DPa3/IMYHBIX BpallaTeJIbHBIX KBAHTOBBIX CO-
crogumit Mosekys1 ““Ny u Ny mom jeifcTBHEM cepuyl ITHKOCEKYHIIBIX JIa-
3€pHBIX HUMIIY/JIbCOB Pa3/IMYHON MHTEHCUBHOCTUA U C PA3JIUYHBIM IIE€PUOJIOM
IPYIIIBI UMITYJIbCOB. [loKazaHo, YTO IMpu OmpeIe/IEHHBIX HHTEPBAIAX MEXK LY
JIA3EPHBIMU MMITYJIbCAMU HAOJIIOMAETCS SIBJIEHIE PE30HAHCA IIePeHOCca Hace-
JIEHHOCTH C HU3IINX Ha 00Jiee BHICOKWE BPAIATE/IbHBIE YPOBHU MCCJIEYyEMbIX
MOJIeKys1. JIaHHBIN PE30HAHC MUCCIEAYETCS MIPU PA3JINIHBIX WHTEHCHBHOCTAX
JIa3ePHBIX UMITYJIbCOB. lIpuMeyaTesbHo, YTO TapaMeTphl JIA3EPHOTO U3y e~
HUs, IPU KOTOPBIX HADJIIONAETCA PE30OHAHCHBIN IIePeXo/] HACEJIeHHOCTENR MO-
nexys1, pazandasl 11t “4 Ny u 19Ny, TlosryueHHEIE PE3YIBTATE YKA3BIBAIOT HA,
BO3MOXKHOCTB CEJIEKTUBHOI'O BO30YKIEHNS U30TOIOB IOJT JE€HCTBUEM TDYIII
VABTPAKOPOTKHX JIA3€PHBIX UMIIYJIbCOB IIyTEM BapbUPOBAHUS UX MHTEHCHUB-
HOCTHU U IIEPHUOA CJIEJIOBAHUA B IpyIe. Pe3ysbraTbl 9MCIEHHOTO MOJIEJIN-
pOBaHusA KOJUYECTBEHHO COIVIACYIOTCH C Pe3yJibTaTaMM IKCIIePUMEHTAIbHBIX
uccnenosanuii [Phys. Rev. Lett., 2012, vol. 109, 043003].
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KmrogeBble cioBa: mHTErpaJibl 110 TPAEKTOPHUSIM, MHOTO(MOTOHHBIE ITPOIEC-
Cbl, HEPE3OHAHCHBIE IIPOIECCHI, SHEPIeTHIECKOe IIPEJICTABJIEHIE, MOJIEKYJIBbI
a30Ta, YIBTPAKOPOTKUE JIa3epHble UMIIYJIbChI, HeJIMHEITHOe B3auMOIefiCTBHE,
CEJIEKTUBHOE BO30YK/IEHNE BPAIATETbHBIX COCTOSTHUI.
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BBenenume. B nacrosiiiiee BpeMsi aKTHUBHO M3Yy4YalOTCA HEJIMHEHHbIE ITPOIECCHI
B3aMMOJIEHiCTBISI HAHOCKCTEM C WHTEHCHBHBIM 3JIEKTPOMATHUTHBIM 10JIeM [2—4],
BO30YK/IEHHE U JINCCOIUAINST PA3INIHBIX MOJIEKYJI |5—7|, HOHU3AIMST AaTOMOB IO/
JieficrBueM JiazepHoro usisydenus [8-10], muorodoronustii dporosacbdexr [11,12]
u sp. B paborax [13-15| 6bL10 mMoOKa3aHO, UTO MO, JEHCTBHEM HEPE3OHAHCHOTO
9JIEKTPOMATHUTHOI'O U3JIy9IeHHUsI, COCTOSIIEro U3 IOC/IeI0BATEIbHOCTH JIa3ePHBIX
AMITYJIBCOB, HAOJIIOMAeTCs 3ace/IeHre BBICOKOBO30YKIEHHBIX BPAIATEIbHBIX CO-
CTOSTHUIT MOJIEKYJT a30Ta, 1Ny 1 15Ny, [Ipu onpeieeHHOl IEPHOANTHOCTH JIa3ep-
HBIX HMITYJIbCOB B T'PYIIE HADIIOMAETCS PE30HAHCHOE YBEJIUYEHUE BEPOSITHOCTU
3acejieHUs] BHICOKHUX BpalllaTeJIbHBIX COCTOSHUII 00/IydaeMoil MOJIEKYJIbl. Bparma-
TeJbHasl JUHAMUKA MOJIEKYJIbI B JAHHOM SKCIEPHUMEHTE MOXKET OBITH OIHCAHa B
paMKaxX paMaHOBCKUX IIE€PEXOIOB.

ITom meiicTBHEM WHTEHCHBHBIX I0JIEH TOMUMO OTHO(OTOHHBIX ITPOIECCOB BbI-
COKYIO BEPOATHOCTDL UMEIOT MHOT'O(OTOHHBIE ITPOIECCHI, NI KOTOPBIX TpeOyeTcs
0CODBI TIOJIXOJ, IIPU [TOCTPOEHUN MaTeMaTudecKux mojeseil. s onucanust mpo-
[IECCOB HEJIMHEIHOW ONTHKHU Pas3paboTaHbl Pa3HbIEe TEOPETUIECKNE METOIbI, Oa3u-
pyIoIpecs: Ha MHTErPAJbHOM yPABHEHUU IS S-MaTPHIbI, HA HECTAIIMOHAPHOM
ypasuenun [IIpéaunrepa, ncrnosnb3yorue GeffHMaHOBCKAM TOIX0/I K TEOPUH BO3-
MYIIICHUA.

B nacrositiiee BpeMst peicTaB/IsieTCsT aKTyaIbHBIM IOy YUTh YPABHEHUST, OIIU-
CBIBAIOIINE JMHAMHUKY KBAHTOBBIX CHCTEM B CHJIBHBIX 9JIEKTPOMATHUTHBIX ITOJISIX
B paMKax HernepTypbaruBHOro moaxoga. OJHUM U3 TaKUX IOJXOJOB SIBJISIETCSI
dopmasmaM GyHKIMOHAILHOIO WHTErpUpoBaHusd, npeaoxkennoro P. Deitama-
HoM [16].

B manHoit paboTe BEpOSITHOCTH KBAHTOBBIX [IEPEXO/IOB MHOTOY POBHEBOM CUCTE-
MBI, B3aUMOJEHCTBYIOIIEH C 9JIeKTPOMArHUTHBIM II0JIEM, 3aIIMCHIBAIOTCSI B BUJIE MH-
TerpaJia 1o TPAeKTOPHUAM OT JeHCTBUTEIBHOINO (PYHKIIMOHAJIA B YHEPTETUIECKOM
IPeICTABIEHNN.

B pamkax npejiioxkeHHoro nojaxo/a [17,18] onucsiBaercss MHOroboTOHHOE BO3-
Oy2KJIeHUEe BpaIllaTeIbHbIX CTeleHeil ¢cBOOO/IbI HEITOJISIPHON JIBYXaTOMHOMN MOJIEKY-
76l a307a 4Ny IIpH BO3IEHCTBUN IPYII VIBTPAKOPOTKHX JIA3EPHBIX UMIIY/ILCOB C
Pa3JIMIHBIME [TEPUOJAME CJIEIOBAHNS U MAKCUMAJIbHBIMIA 3HAYEHUAMU WHTEHCHB-
HOCTH.

1. Onucanue 3BosronMy KBaHTOBOI cucrembl. IlpeicraBierne MaTpuIlhl mioT-
HOCTH (bYHKIMOHAJILHBIM MHTETPAJIOM B IHEPreTWIecKoM IpejicTaBiiennn. Pac-
CMOTPUM MHOI'OYPOBHEBYIO KBAHTOBYIO CHUCTEMY, B3aUMOJECHCTBYIONLYIO C 3JIEK-
TPOMAarHUTHBIM I10JIEM, KOTOPasl OLHUCHIBAETCS I'aMUIbTHUIAHOM

f{ = ﬁsyst + ‘A/inf(t)a

rue

Hyoo =Y B
l
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— raMHUJIBTOHHAH KBAHTOBOI cucreMbl; Fj — 3HaueHus 9HEPIUil KBAHTOBOI cHCTe-
MBI B CTAIIMOHAPHBIX cOCTOsIHUAX |I); BekTopa |l) opronopmuposanust ((I'|1) = &)

1 06pa3yIoT MOJIHYIO CUCTEMY:
dYoIh=1
!

Vint (1) = eEg cos(Qr) Y |I) (V] &[1) (1)
I
— orepaTop B3&I/IMO,ZL€I7'ICTBI/ISI KBaHTOBOI CHUCTEMBI C QIIEKTPOMAaruduTHBIM IIO0JIEM
¢ gacroroit §2, aMmmTynoi Fg; e —3apsii 4aCTUIbl; & — OIEPaTOP KOOPINHATHI
qacTunsl [19)].
Ornrcanue 9BOJIIONUHA MHOTOYPOBHEBOI KBAHTOBOI CUCTEMBI IIPOBEJIEM B IIPEJI-
CTaBJICHNN B3&I/IMO,ZL€I‘/’ICTBI/IH. ypa.BHeHI/Ie IABOJIIOIINN CTATHCTHYIECKOI'O oIlepaTopa

numMeeT BU L . R
p(t) = Up(t)p(0) U (¢). (1)

B Boipaxkenuu (1) omeparop 9BOJIOIMHE UMEET BH/I

t
Up(t,tg) = T exp [—;L VD(T)dT],

to

e
. T « (A
Vp(T) = exp [ﬁHsystT} Ving(T) exp [—ﬁHSyStT} . (2)
Paju yuporenus JaibHefiux BblpakeHuil npeacrasum (2) B BUE
‘7inf(7—) = Z hQﬁl COS(QT) ’l,> <l‘7 (3)
]
re
r _ qrriko
= —— (4)
—vacrora Pabu; xp; = [(I'|Z|l)] — abcomoTHas BeJuIMHA MATPUIHOTO JIEMEHTA

oreparopa KOOP/UHATHL.
Ucnonb3yst Beipaxkenust (3), (4), oneparop B3aumojeiictsus (2) npencraBum
B BHUJI€, KOTOPBIH yI00€H /I KOHKPETU3AIMH OIEPATOPA DBOJIIOIUN:

Vp(r) = hQff cos(r) expluvy 7] |I)], (5)
]
rae wyp — 9acTOTa KBaAHTOBOTI'O IIEPEXOo/1a CUCTEMbI ME2KIy CTallMOHapPpHBIMU COCTO-

SHUAMU ¢ SHepruamu Ey n Ej:
El’ — El
PR

Ucnionbayst popmyJibl Ditjiepa JJisl IPeICTABIEHUS TPUTOHOMETPUIECKIX (DY HK-
i KOMOUHAIIUSIMU KOMILIEKCHBIX 9KCIOHEHT, IpeJcTaBuM (5) B BuJIE

> Xl
]

wyp =

223



Bupiokos A. A., Ill.ieeakos M. A.

rae
1
Xl’l(T) = ihﬂﬁl (eXp[—z(Q — wl/’Z)T] + exp[z(Q + wl/’l)T]) .

SamurieM YpaBHEHNE 3IBOJIIOIUN CTATUCTUYECKOIT MaTpHUIIbI ITJIOTHOCTH (1) B
QHEPreTUIECCKOM IIPE/ICTaBJICHUN:

prgmy (8) =D (gl Up(t)10) prg.m (mol U (£)lmy),

rje
prgmy () = (gl p(O)lms),  prg.mo = (n0]p(0)[mo).
Bekropa |n), |m) siBiasitorcs cOGCTBEHHBIMU BEKTOPAMH MAMUJIBTOHUAHA CHCTEMBI
Hayy. )
fAnpo omeparopa ssomonun (ny|Up(t,0)|ng) mpescraBuM B Buje IPOU3BEie-

HISI 9JIEMEHTaPHBIX sJIep, UCIOJIb3Ysl TPYIIIOBbIe CBOMCTBa onepaTopa Up u moJ-
HOTY BEKTODPOB-COCTOSIHUIL |ng):

N K+1

(nflUp(t,0)lno) = > ] (nlUp(th, th-1)lna—),

ni,...,ng=1 k=1

e tg11 =t ng41 =ng, to=0n
~ ) e
UD(tk, tkfl) = exp {—h VD(T)dT:| s (6)
th—1

rae ty > tp—1.
Hoxkazkem, 9aro Jy1st Masbix nHTEpBaioB Bpemenu ((tx — tx—1) — 0) sapo ome-
paropa ssostorun (ng|Up (tx, tk—1)|ng—1) umeer Buj

1
<nk\UD(tk,tk1)\nk1>=/ exp[—1S[ng, tr; 1, th—1; &1l dCr—r,  (7)
0
rie

S, th; g1, th—1; Ep—1] = 2m(ng — ngp—1)Ep—1+

tr +tp_
+ Q,Iffknki1 (cos(Qw(nk —ng—1)&k—1 + (Q+ wnk,nk_l)il)+

2
+ cos(2m(ng —m 1)1 — (© = wnpn ) ) (0~ 1) (8)

— GespasMepHoe JieiicTBre (B enHUIAX /i) B 9HEPIreTUYIECKOM IIPE/ICTABIECHNN.
st mokazarenberBa cupaseinBocTu Bhipaxkenuit (7), (8) s sijpa onepa-

TOpa IBOJIONUH, UCTOJB3Ys (6), mpeacTaBuM <nk|f] D(tg,tk—1)|ng—1) JIsT MAJIBIX
unrepsasoB Bpemenu ((ty — tx—1) — 0) B Buge

(il Up (te, te—1)|ne—1) = (nglne—1) — ;/tk (ni|Vp (7)ng—1)dr. 9)
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Jlokaxkem, 9TO

1
(il Vi () gy = /0 expl—2ma(ny, — np1)Ex_1]

X hgﬁknk_l (COS (27(5]6—1(”]{2 - nk)—l) - (Q - Wnknk,l)T)‘i‘
+ cos (2m&p—1(nk — nk—1) + (L + wnpny_ 1 )7))d€e—1.  (10)

st nokazaresnbersa (10) mOCTpOMM MATPUYHBIH 3JIEMEHT B3aUMOJICHCTBIS

(| Vo (7)|nge—1) = hz X1 10040 O (ngy—ngy 1), (1'—1) Olng_1 » (11)
I

riae OblIa MCIOJB30BAHA OPTOHOPMUPOBAHHOCTH BEKTOPOB-COCTOSHUN KBAHTOBOM
CHUCTEMBI:

St = (i) Oy = (Uni—1),

a TaxKe BBeJieH cuMBosl Kponekepa d(,, _n, ), (1/—1), KOTODbIil SKBUBAJICHTEH BBE-
JIEHUIO JIMHITHOTO MHOYKUTESA. BBeIeM nHTerpaabHoe MpeCcTaBICHIe JIJTsT CHM-
BoJia, Kponekepa:

1
5(nk—nk_1),(l’—l) = A exp [—QTI‘Z(nk — Ng—1 — U+ l)fk_l]dfk_l. (12)

[Moxcrasum (12) B (11):

R 1
(n|Vp(7)|ng—1) = /0 eXp[—Qm(nk - nkfl)fkfl] X

X Z Xl’l(T)(Snk,l’(;lnk_l exp [27‘(‘2([, — l)§k_1]d§k_1. (13)
0
Dopmyiy (13) sanumem B Buje

R 1
(Vi () ) = /0 exp[—2e(ng — np_1)€x1] ¥

X ZXl/l(T;§k71)5nkz'5lnk,1d€k71, (14)
Ul

e

X3 €k—1) = %th% (exp [z(27r(l' —D&—1 — (2 — wl/,l)T)]—l—
+ exp [Z(Qﬂ(l, — l)fk,1 + (Q + wl/’l)’r)]). (15)

Paznenmum cymmy B (14) Ha e gacrn:

. 1
n|Vp(T)|ng—1) = /0 exp|—2mu(ng — ng—1)&k—1] X
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X <Z X (73 €510yt Otmy_, + ZXM(T;£k—1)5nkl'5znk_l>d€k—1- (16)

>l N

Bo Bropoit cymme Boipazkenus (16) cmemaem 3aMeny mepemeHHbIX [ <> ' u
ydTeM, 4TO B COOTBETCTBUU C ompejesenueM (15)

X (13 &—1) = Xy (75 61

TorJga IIocjie CyMMUPDOBaHUA IO IyIaeM

. 1
(ng|Vp (1) |ng—1) = /0 exp|—2mu(ng — ng—1)&k—1] ¥

X QI{GLXﬁknkil(T;gk_q)]dgk_l. (17)

Ioncrasisis B Beipazkenue (17) siBublit Bug GyHKImit Xy, p, , (7;8k—1) B cooT-
sercrsui ¢ (15), moydaem dpopmysty (10). Bamerum, 4TO HOJLYIEHHOE BBIPAYKEHIE
(10) cupaBeiIMBO Kak JUIsd Ny > M1, TaK ¥ J4Jist ng, < ng—_1. st 6osbimoro Kiac-

ca MoJiesieit foknk = 0.

[MopcraBiss qaHHbI pe3y/bTaT B BhIpaxkenue (9) 1 MCIo/Ib3ysl MHTErPaIbHOe
IpejicTaBjeHne Jijisi cuMBoJsia Kponekepa

1
Ongng_; =/ exp[—2mi(ng — ngp—1)Ek—1]dEk—1,
0

[IOJIY IUM

1
(ng|Up (tr, te—1)Ink—1) = / exp[—2mu(ny — ng—1)&x—1] X
0

ti
X <1 — fo”knk_l / cos(27r£k_1(nk —ng_1) — (- Wnknk71)7)+

tk—1

T cos(2mé1(ng — my_1) + (@ + wnkn“)T)dr) i1 (18)

Annpokcumupyst uarerpai B opmydie (18), moyunm

1
(el Up (e, ti—1)Ini—1) = /0 exp[—2me(ng — ngp—1)&k—1] X

tr + tr_
X [1 - zQﬁknk_l (cos(Zw(nk —ng—1)€k—1 — (2 — wnk,nkfl)w)—l—

2
+-COS(2W(nk —»nk,l)fk,14—(§2+—wnkﬂm_l)éﬁjigﬁil>>(tk——tk,l)}dfk,l. (19)

PaccMorpuM cirydaii MaIbIx BDEMEHHBIX IPOMEXKYTKOB (g — tk_1), TAKAX 9ITO

QF - (tp —tp1) < 1.

NENk—1

B sTom ciryuae
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te + 11
foknk ) (cos <2W(nk —ng—1)€k—1 — (Q — wnkynk—l)T)+

tr +tp_
o+ cos (2 — 1)1 + (2 + W) ) ) (= o) =

Q—-w
B it 4, 4 4,1)) ¢

(ty + tlc—l))) (tk — tk—l)} dék—1. (20)

= exp[ Zannk ) <cos<27r(nk = Np—1)&k—1 —
St Wnimiy

+ cos(27r(nk —ng—1)€k—1 + 5

YuursiBast (20) B Bbipakenun (19), moayunm sipo ornepaTopa BOJIONUN B BUIE
(7), oe meficTBUE B SHEPreTHYECKOM MIPEICTABICHUN ONPEIEISIeTCs BBIPAZKEHIEM
(8), 9T0 U TPEGOBAIOCDH JIOKA3ATD.

[TosHas aMILIATYIA EPEX0/1a IPUMET BHI
(nf|Up(t,0)Ing) =
1 1
= Z / / exp[—zS[nf,nK,fK; cees
ni,eng Y0 0

Ny M—1, k=1 - - - 51, i, 0] | do - . . dég,

rjie jieiicreue S siistercst hyHKIMOHAIOM Ha KOHTHHYYME TPAeKTOPHUIl, OIpeIeisi-
€MBIX B JMCKPETHOM MPOCTPAHCTBE IIEPEMEHHBIX ), PA3MEPBI KOTOPOTO OIIPEJIe-
JISTFOTCSI IMCJIOM KBAHTOBBIX YPOBHEH MCCJICIyeMOii CHCTEMBI, U Ha HEIPEPBIBHOM
orpannyentoM Ha [0, 1] npocrpancrse :

K+1

S nr, €65 My M1, S5 -5 100, iy &0) = Y Sy -1, &e-1] - (21)
k=1

C YCJIOBUsAMMA
tKJrl :t, NK+1 :nf, to = 0.

ypaBHeHI/Ie 9BOJIIOIUN MaTPUIBLI IIJIOTHOCTHU 3allUIIIEM B BUJIE

0= 33 / /dfo degedCy . dCcx

100K MO, -
X Prg,mo(0) eXp[_Z(S[nfanKaflﬁ e ey M1, §p— 1 - - -5, T, 0] —
— Shng,mi, Cics - - -3 My Mi—1, Chet - - - 31, i, C0) ) |-
BeposiTHOCTb KBAHTOBOI'O TI€PEX0/Ia U3 YUCTOrO KBAHTOBOTO cocrostaust H(0) =
= |nin)(Nin| B HAYANIbHBINA MOMeHT BpemeHu ¢ = () B KOHEYHOE YUCTOE KBAHTOBOE

cocrosinne p(t) = [ng)(ny| B KOHEUHBIN MOMEHT BpeMeHH t ONpeJe/IAeTCs CIeLy-
IOIIM 00Pa30M:

P, tngn, 0) Z Z / / déo. . dExcdCy .. dCic

TV O,

><5(n0—nm)5(mo—nm) eXp[—Z(S[nﬁ N ERG - ey Me—15 E—15 - - -5 1, N, 0] —
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_S[nfamKaCK;""mkvmk—laCk—l;'"‘m17nin7<0])] -
- > ¥ / /dfo deredGo . dCxc x

><exp[—z(S[nf,...,nk,...,nm;gK,...,gk,...,50]—
_S[mfv"'amka"wmin;CKa"'7Ck’7"'7<-0])]-

Pazyioxkum sxcionenTy o gopmylie Ditsiepa

P(nfatf‘nm’ m Z Z / / COS nf,’rlK,fK,.. nla”znaéO]

ST M,.

— S[nf,mK,CK; Ce ’ml,nm,COHd&] .. dedCO .. .dCK—

— Z Z / /sm g, K, Ek5 - 311, Nins, S0] —

nrg=1mi,..mg=1
— Sy, mic, s - oo 3ma, in, Co) | déo - . dégdCp . . . dCk

YauTbiBasi, 9TO CHHYC — AaHTUCUMMETPUIHAsT (DYHKIUsI, HETPY/IHO JTOKA3aTh, ITO
MHHUMas 49aCTh BEPOATHOCTU KBAHTOBOI'O IIepexo/ia paBHA HYJIIO:

Z Z / /Sln (g mc, §acs o3 ey o1, §o15 - - - 51, M, 0] —

MK M,
- S[nfamK7<K7 R ;m/ﬁmk—vak—l; . -§m1,nimCOH X
x déo ... dEgdCo .. dCi = 0.

Takum o6pa30M, BEPOsATHOCTD KBAHTOBOI'O II€peEXo/ia UMeeT BUJL d)yHKHI/IOHaJH)HO—
'O mHTEerpaJia C ,ILGIZCTBHTGJH)HI)IM NOABIHTEIPAJIbHBIM CPYHKHHOHaJIOMZ

P(ng, tf|nin, tin) = Anorm Z Z / /

N1y, NE MY,
x cos[S[ng, nk, &k - .- ;nk,nk—l,ﬁk—l; o3I, N, &) —
— Sy, mic, Crcs oo Mgy Mpp—1, Gt - - -3, N, Co) | d€o - - - dégdCo - . . dlk,
(22)

rJie JieficTBre B 9HEPreTHYeCKOM pe/icTaBieHnn umeeT Buj (8); Aporm — KOHCTaH-
Ta, COXPaHSIOIasl HODMUPOBOYHOE yCJIOBUE

Z P(nf, tf|nm, tm) =1.
ng

I/LZLGH O IIpeacTaBJIEHUN BepOHTHOCTeﬁ KBAaHTOBBIX II€PEXOJ0B UHTEIr'paiaMU 110
TpaeKTopusiM BliepBble Oblia Bbickazana [ B. Pssanosbiv [20]. Ognako anaiuTu-
YEeCKUMU METOJIAMU ITPOBECTU BBIYUCJICHUE BEPOATHOCTH KBAHTOBBIX IIEPEXOJIOB 110
dbopmyte (22) He mpesacTaBisieTcss BO3MOKHBIM. Jlis1 perenust omo6HO# 3a1a9u
HEOOXOINMO UCIOTE30BAHNE METOIOB TUCACHHOTO UHTETPUPOBAHUSI.
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2. BpamarenpHas guaaMuka MoJekyiabl No 104 JeiicTBHEM TPYIIbI Ja3ep-
HBIX UMITYIbcOB. B pabore [13] 6bum onybMKOBaHbI pe3yJIbTaThl 9KCIEPUMEHTOB
110 BO3OY2KIEHUIO BPAIIATEIbHBIX COCTOSIHUIN HEITOJSIPHBIX MOJIEKY/I 14N, u PNy
TOC/IEZIOBATEILHOCTBIO JIA3EPHBIX UMITYIHCOB. OOCYKICHUE TTOTYICHHBIX PE3Ylh-
TATOB IPOBOJAUIIOCH B paborax [14, 15].

B nmammbix sKCcIepuMenTax rpyima MoJsiekys No HCCIe0Baach MPU TeMIIepa-
Type T' = 6.3 K, nX Ha9aJIbHOE COCTOSTHIIE OIIPE/IEIISIIOCH PACIIpeiesieHrneM BourbIl-
MaHa 110 SHEPIUsiM BpaIATeIbHBIX YpoBHEN. MoseKysbl 00J1yYainch rpyion us
CEMH JIa3EPHBIX NMILYJIbCOB, IIEPUOJL CIeA0BAaHN KOTOPBHIX BAPbUPOBAJICA B HHTEP-
Bawte oT 6.5 1ic 710 9.5 nc. Kaxkiplit Jra3epHbIil UMITYJILC UMeJT JIUTETbHOCTD TOPSII-
ka 500 ¢dc. [lukoBasi HHTEHCUBHOCTD JIA3EPHOI'O U3JIYUEHUs JOCTUTA A 3HAUCHUN
Io = 5-10'2 Br/cv?. B skcnepnMenTax HaG/IIONAIOCH H3MEHEHNE BEPOSATHOCTEI
HAaXOXK/IEHUS UCCIIEAYEMbIX MOJIEKYJI Ha BPAIATEbHBIX SHEPIeTUIECKUX YPOBHAX
II0CJIE ,[LeflCTBI/IH T'PYIIIbI UMITYJIbCOB. Bapr/IpOBaﬂaCb JJIATEJIBHOCTD MEXKAY UM-
IIyJIbCaMU BHYTPHU OJHOM IPYIIBI U ObLIA UCCAEI0BAHA 3aBUCUMOCTD PacIpeieie-
HUsI MOJIEKYJI [I0 BPAIATEIbHBIM YPOBHSIM YHEPIUU B 3aBUCUMOCTU OT JIJIUTE]Ib-
HOCTHU BPEMEHHOT'O ITPOMEXKYTKA MEXKY JIA3EPHBIMUA UMITYJIHCAMU.

DKCIIEepUMEHTHI ¢ MoJjleKy/aMu a3oTa 4Ny mokazasiu, 4To BEpOSATHOCTDL pac-
npenejieHnsd NCCIEAyeMbIX MOJIEKYJI 110 BpallaT€JIbHbIM YPOBHAM SHEPIruUn CyIie-
CTBEHHO 3aBUCUT OT IIEPHUOJIa CJIEJIOBAHUS UMITY/ILCOB, KaK ITOKAa3aHO rpaduramu,
[IpEeJICTABJICHHBIMEU Ha puc. 1, 2. VI3 anaju3a rpaduKoB cjie/lyeT, ITO IPU MEPUOJIE
CJIe/IOBAHUS JIA3EPHBIX UMITYJIBCOB T A2 8.38 11C HAOJII0aeTCs MAaKCUMAJIBHOE YHUCJIO
MOJIEKYJI B BBICOKOJIEXKAIUX (I > 2) BpAIIATEIbHBIX COCTOSHUSX U MUHUMAJIHHOE
YHCI0 MOJIEKYJI, HAXO/ISIIIIXCS Ha HUYKHIAX SHEpPreTHIecKknx yposusax (I < 2). Pac-
IIpeJieJIEHNe BEPOATHOCTEH 110 SHEPTUsM BpaIllaTeJIbHbIX YPOBHEH MOJIEKYJT a30Ta
10C/Ie B3aUMOJIEHCTBUS C TPYIIIONH YIBTPAKOPOTKHX JIA3EPHBIX UMITYJIbCOB CyIIIe-
CTBEHHO OTJIMYAETCS OT pacipejiesieHns bobiMana, B KOTOPOM OHU OBLJTU ITPUTO-
TOBJIEHBI B HaYaJbHBII MOMEHT BpeMeHH. B sKcriepuMenTe HaOIIOMAETCS SBJIEHUE
pe3oHaHca.

Jlpyrasi cepusi aHAJOTUIHBIX SKCIEPUMEHTOB ObLIa IIPOBEIEHA C IBYXATOM-
HBEIME MoJIeKky/1aMi PNy (MOJIEKy/IaMi, COCTOSIUME U3 H30TONOB a30Ta). Pe-
3yJIBTaThl YKCIIEPUMEHTOB, TO €CThb PaCIpeeIeHre BePOSTHOCTEH BO30Y K I€HUsI
sHepreTuueckuii yposneit Moseky1 Ny B 3aBHCHMOCTH OT TIEPHOJIA CJICIOBAHUS
JIa3ePHBIX MMILYJIbCOB, IIPeJICTaBJIeHbl Ha puc. 2. VI3 anajausa puc. 2 ciaeiyer, 9To
JJId MOJIEKYJIbL 15N2 IIOBBIIIICHUE BepOHTHOCTeﬁ B036y)K,ILeHI/IH BBICOKOJIEZKaIITUX
BpAaIlaTeIbHBIX COCTOSHUI HabJII0/IaeTcsl TPU IIEPUOJIe CJIe0BaHUS HMMILYJIbCOB
T =~ 8.98 1c. DKCIepuMeHTHI yOEINTEIFHO TTOKA3bIBAIOT, YTO PE30HAHCHBIE BO3-
Gy enns Monekyn 4Ny, 19Ny macTymaior mpu pasHBIX IIEPHOIAX CJICJIOBAHUS
JIA3EPHBIX UMITYJIHCOB. DTOT (DAKT MPEJCTABISAET UHTEPEC I PA3BUTHS TEXHO-
JIOTUN CEJIEKTUBHOT'O pa3J€JICHUA N30TOIIOB NHTECHCUBHBIM JIaA3€PHBIM U3y 1€HUEM.

Jlaum orrcanue n3102KEHHBIX SKCIIEPUMEHTOB B PaMKaX IIPEJIJIO?KEHHOT0 (hop-
MaJin3Ma, BBIUUC/Isisi BEPOSTHOCTHU IIEPEX0a MOJIEKYJIBI B BO30YKIEHHBIE COCTOSI-
HUs Ha ocHOoBaHUU (bopMysbl (22). B coorBeTcTBHM € YCJIOBUSIMU SKCIIEPUMEHTA
B HAYaJbHBIN MOMeHT BpemeHu t = () BEPOATHOCTH HAOJIONEHUSA MOJIEKYJIbI Ha
Pa3INIHBIX YPOBHAX MOIIMHSIETCS PACIpeIe/IeHnio BobiiMaHa:

1
Pi= exp|~
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Rotational Population, S
—

.01 .
7.5 8.0 8.5 9.0 9.5
Train period, 7 (ps)

Puc. 1. (online B mpere) 3asucumocTs BeposTHOCTE!H HabIOMeHus MOeKyT “4 Ny ma pazmuamsx
BPAIIATEJbHBIX yPOBHAX HOJ, A€HCTBUEM IPYIIILI JIA3€PHBIX HMILYJIbCOB C IEPUOJIOM T, HOJIyY€eH-
HBIX B 9KcllepuMeHTax [13, puc. 3(a)]

[Figure 1. (color online) Rotational population of 14N, molecules on different energy levels
versus train period 7. These experimental results are taken from [13, Fig. 3(a)]]

s 7
& 15
3 © 1, N,
[
Q
g 5
Z 4
=3
=]
S 2
=
=1
S)
=0
7.5 8.0 8.5 9.0 9.57.5 8.0 8.5 9.0 9.5
Train period, 7 (ps) Train period, 7 (ps)

0 0.2 0.4 0.6 0.8 1

Puc. 2. (online B npere) Pacupenenenue BeposiTHOCTEH HAGJIIOJEHUS MOJIEKYIL 14N, (meBbrit
PHUCYHOK) 1 15N, (npaBblif PUCYHOK) Ha PA3JIMYHBIX BPALIATELHBIX YPOBHAX IIOJ JIeficTBHEM
I'PYIIBI JIA3EPHBIX UMILYJIBCOB C [IEPUOJIOM T, MOJIYYEeHHBIX B 9KcrepuMenTax [13, puc. 4(a, c)]

[Figure 2. (color online) The distribution of "Ny (left) and N (right) probability
observation with differents rotational quantum numbers versus train period. These
experimental results are taken from [13, Figs. 4(a, c)|]

rie
N
E;
s3]
;e’{p kT

— crarucThYecKast cyMma; k — koaddunuent Boabnmana; T = 6.3 K — abcoiror-
Hasl TeMIIEpaTypa ras3a MoOJIEKyJl; N — 9MUCJIO SHEPreTUIeCKUX YPOBHEH, IPUHITOEe
B MOJeJIe.

BparmarenbHble sHEPreTUIECKHEe YPOBHU MOJIEKYJ [ HaiieM Ha OCHOBAHWM
ypasHeHust [21]

R 1 8(

9 -
" 2Isin6 o0 Sme_)Yl(@) = EYi(0), (23)

00
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rme I = pR?— MOMEHT MHEepIUHM MOJIEKYJIBI; /i — MPUBEICHHAS MACCa MOJICKY-
b1, R — paccrosinne Mexkty atomamu; Y;(0) = Y,2(6, ¢), Y™ (0, ¢) — chepuueckue
dbyuximu (m = 0).

YpasHenue (23) onpejessier BpaIaTeIbHBIN SHEPreTUYECKUl CIIEKTD JBYX-
ATOMHON MOJIEKYJIBI

ﬁ2
E=—l(l+1 24
l 27 ( + )7 ( )
rme [ =0,1,... —opbuTtasibHOE KBAHTOBOE YHUCJIO.

KonkperusupyeM B3auMOAeiCTBHE HENOJAPHLIX JIBYXATOMHBIX MOJIEKYJI C JIa-
3EPHBIM U3JIyY€HUEM C 3JICKTPUIECKOIl HanpsizkeHHOCThIo F (7). B cBsizu ¢ Tem, uro
JIMIOILHBIA MOMEHT HEIOJISPHBIX MOJIEKYJI PaBeH HYJIO, CJIaraeMoe, OMUCHIBAIO-
iee B3aMMOZEHCTBIE MCCIELyeMOM MOJIEKYJIbI C 3JIEKTPOMATHUTHBIM U3JIy TeHIEM
B JUIIOJILHOM HpI/I6J‘H/I)KeHI/H/I7 paBHO Hy.HIO. OﬂHaKO 11011, r[[eI'./'ICTBI/IeM MHTEHCUBHOI'O
JIA3€PHOIO U3JIyYeHHs HeIIO/ISPHBIE MOJIEKYJIbl CIIOCOOHBI IPHOOPETATh MHLY IUPO-
BaHHBII JUIIOJILHBII MOMEHT, C KOTOPBIM BIOC/IEACTBUM B3aUMOACHCTBYIOT. TaKkuM
00paszoM, MOTEHIMAN B3auMoeicTBrs 3anuiieM B Buje [13—-15]

V(r) = —iAaE%) cos20), (25)

e Aq — IOCTOsSTHHASI, XapaKTePU3YIOIasi MOJIEKYJISIPHYIO MOJISIPU3YeMOCTh; 0 —
YTOJI MEXKJTy OCBIO MOJIEKYJIBI U TOJITpU3aIiueil Ja3epHoro nairyuenus. MaTpudaHbie
9JIEMEHTBI TIOTEHIMAIa B3auMoJieiicTBust (25) —

Vin(r) = —iAaEz(T)ﬂ'\ cos? 4|1),
(I'| cos® ]1) = 27r/0 Yy (6) cos? 0Y;(0)d cos 6. (26)

Pacuer marpuansrx smementor (I'| cos? 0|1) mo dopmyme (26) mpoomuTest B Tan-
HOit paboTe YUCIEHHO.

Brimumem mapaMerpb Moekysiel 14Ny [22,23]: Aa = 1.97 - 10740 Ki-m?/B;
I=1.4-10"%6 kr-m?; g—j- =3.9-10"23 JIx.

MopnenupoBajiach IpPyIIa Ja3ePHbIX UMIIYJILCOB B BUIE SKBUIUCTAHTHON I10-
CJIEJIOBATEJILHOCTHI JIA3€PHBIX MMITYJILCOB, KOTOPBIE ObLIN UCIOJb30BaHbl B pabo-
re [13]. Orubaroriasi HANPsSIZKEHHOCTU JIEKTPUYECKOTO MOJIs TPYIIB JIA3€PHBIX
HAMITYJIbCOB IPUHUMAJIACH B BHIE

7-pul

3 2
B(r) = Y Ju(A)Eoexp|- Tl (27)
n=-—3

rie Jy(A) — dyukuus Beccenst meporo mopsijika; A = 2.5 — aMILTHTY 18 MOJIYJIsi-
IWH JJIsT CO3MMAHUs MTOCIeI0BATEIHLHOCTH YIBTPAKOPOTKIUX JIA3€PHBIX UMILYJILCOB;
Ey~6x10°B /M — MaKCHMaJIbHOE 3HAYECHUE OrnbaIoONieil HAIPSKEHHOCTH 9JI€K-
TPUYECKOI'0 HOJA; Tpul & 500 ¢ — IMUTETBHOCTh KazKJI0ro MMILYJIbCa B IOCIIe-
JIOBaTeIbHOCTH; 7.5 IC < Tper < 9.5 IIC — IEPHOJL TIOCTIEI0BATETHHOCTH JIA3ePHBIX

HAMIIYJIBCOB.
Ha ocmosammn dopmysn (8), (21), (22), (24), (26), (27) ¢ yuerom 3nadeHnii
mapaMeTpoB KCIIEpUMEHTa CTPOMJIACh 3aBUCUMOCTD BEPOSITHOCTEH BO30Y K I€HMUSI
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PA3JIMIHBIX BPAIIATEIbHBIX COCTOSHUAX HCCIeLyeMoi MoseKymibl “ANo mon jeii-
CTBHEM I'PYIIIbI Ja3ePHBIX UMILYJILCOB [P BAPHUPOBAHUN IIEPUOa T UX CIeI0Ba-
HUA.

IIpu momenupoBanuu auHaMuKu MOJIEKY/T No Mbl OIPAHIYINBAJIUCH PACCMOTPE-
HueM 8 BpaaresbHbix yposheii ([ =0,1,...,7). D10 orpaHnyeHne CIpaBeiuBo,
TaK KaK UCXOJIsl U3 SKCIIEePUMEHTATBHBIX TAaHHBIX [13] 6ostee BbICOKME Bpammaresb-
HBIE€ COCTOSIHHSI MMEIOT HU3KYIO CTelleHb BO30YXKJEHUsI, KOTOPO MOXKHO IIpeHe-
Opeusb.

3. Pesyawrarsl. [Ipu npoBenennn ncciaeqoBanmil MOBeIeHNs BEPOSITHOCTEH Ha-
Gmozenus Moyeky1 "Ny B oIrpeJie/IeHHBIX BPAIIATEILHBIX COCTOSHUAX MO JIeii-
CTBHEM T'DYIIIIBI JIA3EPHBIX UMIIYJIbCOB B 3aBUCUMOCTH OT IIEPUO/A I'PYIIIbI ObLIH
MIOJIYYeHbI Pe3yJIbTaThI, IIPEJICTABIEHHbIE Ha, pUC. 3, 4.

Ha puc. 3, 4 npecraBienbl 3aBUCUMOCTU BeposiTHOCTU P HAO/II0/1IeHNs MOJIe-
Kyiel 14Ny B pas/ImuHBIX BpaIaTe/IbHBIX COCTOSHUSX | [OC/IE B3aNMOJEHCTBHS C
CPYIIOR JIa3epHBIX UMITYJIBCOB C TIEPUOJIOM T IPHU PA3JINIHBIX 3HAUEHUSIX MAKCHU-
MaJILHOI BEJIMYMHLI HHTEHCHBHOCTH JIA3EPHBIX MMIyIbcos: Ig = 5 - 1012 Br/cm?
(crnomast unust ), 0.51 (yakTupHas gunus) u 21y (MITPUXITy HKTUPHAS JIMHUSA ).
Kpusasi, o603HaueHnHast CILIONTHOM JIUHUEH, ONMUCHIBACT PE3YJILTATHI IPOBEICHHBIX
SKCIIEPUMEHTOB U HAXOJUTCS C HUMU B coryiacuu. Ha pucyHKax HaOIIOMAETCs BbI-
parKeHHBIN pe30HaHC BO3OYZKJEHNUsST BBICOKUX KBAHTOBBIX cocTosinuii (I > 2) uc-
cJIeTyeMBbIX MOJIEKYJI TIPU OIPeJIeJIEHHBIX 3HAUEHUIX [TePUoa T'PYIIBI JIa3ePHBIX
UMIYJIbCOB. [Ipu 3TOM BeposaTHOCTH HAOJIIONEHUS UCCIETyeMbIX MOJIEKYJI B OC-
HOBHOM U IIEPBOM BO30YyKCHHOM KBAHTOBOM COCTOSHUU IIPU JAHHBIX 3HATCHUSIX
[IepUoJia TPyl JTa3€PHBIX UMITYILCOB IPUHUMAIOT MUHUMAJIbHbIE 3HadeHus. 13
aHan3a rpadUKOB BUJIHO, YTO MaKCUMAJIbHAS CTEIeHb BO30YKICHUS MOJICKYJIbI
1N, nabuiogaercs Ipy Hepuoje UMIYIbCOB T A 8.38 IIC, YTO YHCIIEHHO COIJIACY-
ercsd ¢ pe3yJbraTaMi dKCIepuMeHTa. Takrke aHaju3 HO0JIydeHHBIX 3aBUCUMOCTEN
YKa3bIBACT HA HEJIMHEHHYIO 3aBUCUMOCTD BEPOSITHOCTH HAOJIIOIEHUS UCCIETyEMbIX
MOJIEKYJI OT MaKCHUMAJbHOI'O 3HAYUEHUs WHTEHCUBHOCTU JIA3€PHBIX UMITYJILCOB B
rpyurme. VI3 pUCYHKOB cileyeT, YTO IPU YBEJUYEHUN MAKCHUMAJIHLHON BEJIMTHHBI
MHTEHCUBHOCTH T'DPYIIbI JIA3€PHBIX UMITYJIbCOB BEPOSTHOCTb HAOJIIOJIEHUS MOJIe-
KYJI a30Ta B BBICOKMX BO30Y2K/IEHHBIX BPAIATEIbHBIX COCTOSHUSX YBEJIUINBAETCS
U [PU OIIPE/IC/IEHHBIX WHTEHCUBHOCTAX HAUUHAET MPEBOCXOIUTH BEPOSITHOCTH 00-
HapyKEHUsI MOJIEKYJIbl a30Ta B HUYKHUX KBAHTOBBIX COCTOSTHUSIX.

Ha puc. 5 npejcraBiensl pacipeieseHus BeposiTHOCTel HabJtoenust P, mo-
JIEKYJI B OIIPEJICJIEHHBIX BPAIIATEJbHBIX COCTOSHUSX [ IPU BO3JEHCTBUU TPy
JIA3EPHBIX MMITYJIBCOB € MepuogoM T & 8.38 1c (pe3oHaHC BO30YIKICHUS MOJIEKY-
61 ¥ Ny) pu pasmuIHBIX MHTEHCHBHOCTSX B CPABHEHUHN C HAYATBHBIM TEILTOBBIM
pacupejesenneM (pacupe/iejienneM BosbiMana).

Ha puc. 5 crtombast mnaust 0603HaYaeT HaYAJbHOE PACIpEIeIeHIE MOJICKYJT
[0 BpaIaTeJbHBIM KBAHTOBLIM COCTOSHUSM — paclipefesienne DosbIiMaHa mpu
temneparype T = 6.3 K; cuMBOJIBI «TOYKU» — paclpejiesienne, MoJyYeHHoe IPu
MOJIEJTUPOBAHUU BO3IEHCTBUS CEMH MMITYJILCOB C ITUKOBOM MHTEHCUBHOCTBIO [y =
= 5-10'2 Br/cm? (amnoe 3HaMeHWE MHTEHCHBHOCTH HCIOIB30BATIOCH B 9KCIIE-
pumenTax [13]); «kpecTuku» — pacupejesenue, Moy YeHHOe DU MOJIeJIMPOBAHIN
BO3JEHCTBUS CEMU UMITYJIbCOB C IMUKOBON MHTEHCUBHOCTHIO [y = 2.5- 10'2 Br / CM2;
«TPEYTOJBFHUKI» — pacupeiesieHne, MOTyIeHHOe IIPU MOJIEJIMPOBAHNS BO3AEHCT-
BUS CeMH MMITYJIbCOB ¢ MaKCUMATbHO# nHTencnBHOCTRIO Ig = 10 - 1012 Br/cm?.
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Bolzmann, T'= 6.3 K 7=28.38 ps, Imax = Io ®
7 = 8.38 ps, Imax = 0.5[0X 7 = 8.38 ps, Imax = 2[o &

\ . A

.01

Observation Probability, P

.001

0 1 2 3 4 5 6 7 8
Rotational quantum number, [

Puc. 5. (online B upere) Pacnpenesnenne BeposiTHOCTEH HAGIIONECHUS MOJIEKYII 1N, ma pas-
JINYHBIX BPAIATEILHBIX YPOBHAX | OJ[ JIEACTBUEM IDYIIBI JA3EPHBIX UMITYJILCOB C IIEPUOJIOM
T = 8.38 nc (pe3oHaHCHBIH Cirydait)

[Figure 5. (color online) The distribution of **Na observation probabilities on different
rotational levels [ after interaction with a train of laser pulses with period 7 = 8.38 ps
(resonance case)|

N3 ananuza rpadukoB CJeyer, 9TO MOCJIEI0BATEIbHOCTD U3 CEMH UMITYJIb-
COB C IIEPUOJOM ciresioBanus T = 8.38 1c Bo30yxkmaer Mosekyasl 4Ny, KoTopbre
nepexojAT Ha GoJiee BbICOKMe Bpamiareababie ypouu (I > 2). ITocie B3anmo/ieii-
CTBUs C TPYIIION YJIBTPAKOPOTKHUX JIA3EPHBIX UMITYJILCOB PACIIPEIeIeHIEe BEPOsIT-
HOCTEH MOJIEKYJI a30Ta 10 BpAaIlaTe/JbHBIM COCTOSHUSAM HE MOXKET OBITb CBEIEHO
K pacipejiesieHnio BosbiiMana pu Kako#-imbo TeMiieparype. ITO yKa3blBaeT Ha
HETENJIOBOI XapaKTep B3aMMOIEMCTBUS NCCIIETyeMbIX MOJIEKYJT a30Ta C IOJIEM JIa-
3epHOro uzsydenus. Takke HaOIIOIAETC 3aBUCUMOCTD PACIIPE/IC/ICHIS BEPOSITHO-
cTeit HAOTIOJEHUST MOJIEKYJI a30Ta OT UHTEHCUBHOCTH YJIBTPAKOPOTKUX JIA3EPHBIX
umiryibcoB. IIpu Masioif uHTeHCHBHOCTH (KPECTHKHN) HAUOOJIBINYI0 BEPOSTHOCTD
nabsofenns (~ 0.39) umeer 2-if BO30YK/JEHHBIN BpaIiaTeabHbI yPOBEHb; PH
WHTEHCUBHOCTH JIA3€PHOT0 U3JIydeHusi, KOTopas OblLjia HCIIOJIb30BaHA B IKCIIEPU-
MenTax [13-15], (Troukn) Hanbosbiyio BeposTHOCTL Habmogenus (~ 0.37) umeer
4-if BO30Y2K/IEHHBIN YPOBEHb; IIPU BJBOE OOJIbINENl MHTEHCUBHOCTH (TPEyTrOJIbHU-
K1) HaubOJIBbINYI0 BEPOSITHOCTD HabJoenust ( 0.47) umeer 6-it BpamaTebHbIi
YPOBEHb.

IIpoBenmennoe MonenpoBaHne MPeACTABIIsIET NHTEPEC, TaK KaK IIO3BOJISIET Ha-
XOJIUTD ITaPAMETPBI JIA3EPHOT'0 U3JIy YeHU S, 1101 JefiCTBIEM KOTOPOro HAOJIIOaeTCs
3acejieHUE OIPE/IC/IEHHBIX KBAHTOBBIX COCTOSHUN HCC/IEIYyEeMON MOJIEKYJIBI a30Ta
1Ny, 410 MOKET GBITH UCHOIB30BAHO IIPU PA3BUTHU TEXHOJIOTHH 3(hPEKTHBHOrO
KBAHTOBOI'O KOT€PEHTHOT'O KOHTPOJISI C BBICOKOI CTENeHb CEJIEKTUBHOCTH.

[losyaennbie pe3yabTaThl HAXOASTCS B COTJIACHH C SKCIIEPUMEHTATBHBIMU JTaH-
HBIMH, [IpeJicTaBIeHHbIME B pabore [13] (cm. puc. 1, 2).

Sakirouenue. B paboTe mpeioxken HOBBI METO/I BBIYUCIEHUsT BEPOATHOCTEMH
IIepexo/J0B KBaHTOBBLIX CHCTEM IIOJ I[‘ef/,ICTBI/IeM JIEKTPOMArHUTHOI'O TIOJIA U3JIY-
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YCHUA, BEPOATHOCTHU IIE€PEXOJO0B IIPpEACTaBJICHbI HMHTErpaJiaMu II0 TPAaCKTOPHUAM
B IIPOCTPAHCTBE SHEPTETUIECKNX COCTOSHUIM.

PazpaboranmbIit METOI TTO3BOJISIET IPOBOAUTEH KOMITBIOTEPHOE MOJIEINPOBAHIE
JAUHAMHUKN ITOBEJICHUS MOJIEKYJIbI B IIOJI€ JIa3E€PHbBIX UMITYJILCOB.

IIpemyioxkeHHbIil MeTO/ IPUMEHsIeTCS K TpobJieMe PEe30HAHCHOIO BO30YXKie-
HUA BBICOKHX BpalllaTCJIbHBIX KBaHTOBBIX COCTOSTHUI HEIIOJIAPHBIX JIBYXaTOMHBIX
Mostekys (ma mpuMepe “4No) 1o eiicTBIHeM MOCTeI0BATETBHOCTH YABTPAKOPOT-
KUX JIa3€PHBIX UMITYJIbCOB. HO.HyLIeHHbIe B paMKaX YHCJICHHOI'O MOJC/JIMPOBAHUA
pe3yJibTarhl (YUC/EeHHble 3HAYEHHsI [IE€PUOJOB IPYII MMILYJIbCOB, IPU KOTOPBIX
Ha6.HIO,HaeTCH KBaHTOBBII pe3OHaHC> KOJIMYECTBECHHO COTIJVIACYIOTCA C 9KCIIEPUMEH-
TaJIbHBIMU JJTaHHBIMHA U ITO3BOJIAIOT MOJEJINPOBATDh PE3YJ/IbTAThl 9KCIIEPDUMEHTA IIPU
JIIOOBIX MHTEHCUBHOCTAX U nepuogax I'pymil JIa3€PpHBIX UMITYJILCOB.
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Abstract

By the use of the functional integration approach (paths integral approach)
we present a non-perturbative method for dynamics of multi-levels quan-
tum systems (such as atoms, molecules and nanosystems) interacting with
high-intensity laser field describing. The probability of transitions between
investigated quantum system states under electromagnetic field action is
written as functional integral in energy representation (in investigated quan-
tum system energy states space). In this approach we calculate probabilities
of diatomic molecules transition between rotating quantum states under the
ultrashort laser pulses train action by the use of numerical simulations. We
investigate the dynamics of rotating quantum states population for N,
and N, molecules interacting with a train of picoseconds laser pulses with
different train period and intensity. We show for some train periods there
are resonances of population transfer from low rotating quantum states of
investigated molecules to high states. We study these resonances for various
laser field intensities and pulses train periods. We note that in resonance
case the parameters of laser field are different for N, and '®Ny molecules.
Obtained results indicate on the possibility of molecules rotating states se-
lective exitation by ultrashort laser pulses train. Our numerical results are
in agreement with results of experimental studies [Phys. Rev. Lett., 2012,
vol. 109, 043003].

Keywords: the path integral approach, multiphoton processes, non-resonance
processes, the energy representation, dinitrogen molecules, ultrashort laser
pulses, non-linear interaction, rotating states selective excitation.
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