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ITocTpoeHa KBaHTOBAs TEOPHs MOTJIOIICHHUS CBETA M (DOTOIFOMHHECLICHIIMH MOJIEKYIIbI (JIoMUHO(OpPa), B3au-
MOZEHCTBYIOIIEeH ¢ IMHEHHON MOJIEKYIISIpHOIT Iieroukoi J-arperara. [Toka3aHo, 4To HapsIy ¢ 30HHBIMH COCTOSI-
HHUAMH 3KCUTOHOB DpeHKes B MOJEKYISIPHON IEMouKe BKIAJA B MOTJIOIIEHHE CBETA M JIIOMUHECIICHIINIO Jal0T
JIOKaJbHbIE YPOBHU, KOTOPBIE OTILEILISIOTCA OT 3KCUTOHHOH 30HBI KaK CIEICTBUE B3aUMOAEHCTBUS MOJECKYIIAP-
HO¥ nenouku ¢ momuHodopom. TTokasaHO TaxKe, YTO BKJIAJ OT JIOKAIbHBIX YPOBHEil B IOIJIOIICHUE CBETa U
(hOTOTIOMHUHECIICHIIMIO HEIMHEHHO 3aBUCHT OT ITapaMeTpa CBS3HM MEX[Iy JIOMHHO(GOPOM U MOJEKYIIPHOH Iie-
nmoykoi J-arperara.

[To6ynoBaHo KBaHTOBY TEOPiI0 MOTJHMHAHHS CBITJIA Ta (OTOMOMIHECIEHIT MOJEeKyIH (JTroMiHOdOpa), sKa
B3a€MOJIi€ 3 JIHIIHIM MOJIEKYJISIPHUM JIaHIF0)KKOM J-arperata. [Ioka3aHo, 110 mopsi 3 30HHUMH CTaHAMH EKCH-
TOHIB OpeHKeNs B MOJICKYISIPHOMY JIAHIIIOXKKY BHECOK B MOTJIMHAHHSI CBITJIA Ta JIFOMiHECLICHIIIIO AAIOTh JIOKANBHI pi-
BHI, SIKi BIINICTUTIOIOTHCS Bl €KCUTOHHOT 30HU SIK HACHIJIOK B3a€MOJIIT MOJICKYJISIPHOTO JIAHITFOXKKA 3 JTFOMIHO(DO-
pom. IToka3aHO TakoX, II0 BHECOK Bil JIOKAIbHUX DIiBHIB B MOIJMHAHHSA CBiTJIA Ta (POTOIFOMIHECIEHIIIIO

HEJIHIHO 3aJIeKUTH BiJ] TapaMeTpa 3B’ 3Ky MK JIIOMIHO(OPOM i MOJIEKYIIIPHUM JIAHIIOKKOM J-arperara.

PACS: 71.35.Aa Dxcuronsl OpeHKeNs 1 aBTOJIOKATH30BaHHbBIC YKCUTOHBI;

78.67.Sc HamnoarperaTbl, HAHOKOMITO3HTHI.

KutoueBsble croBa: 3kcuToHbl Ppenkens, J-arperar, MOMHHO(OP, HAHOIMIOMHUHODODP, JTOKAIBHBIC YPOBHH.

MorsekysipHble arperatbl HEKOBAJEHTHO CBS3aHHBIX
opranmyeckux Monekyn (1,1'-diethyl-2,2'cyanine iodide,
pseudoisocyanine, PIC), mpu ux BBICOKOH KOHIICHTPAINH B
BOJHBIX PAaCTBOPAX, BIEPBbIE OOHAPYKHIH HE3aBUCHMO
3. xenmu (E.E. Jelley) u I'. Ilaii6e (G. Scheibe) B 1936 r.
[1-4]. B Hacrosiee BpeMs TaKde MOJEKYJISIPHBIE arpera-
THI TIPUHATO HasbiBaTh J-arperatamu (Jelly aggregates). B
OTJINYHE OT XOPOIIO U3BECTHBIX KOHIIEHTPALMOHHBIX (-
(dhextoB [5,6], MPOABIAIOMMUXCSA B YIIUPSHUH ONTHYECKUX
CMEKTPOB U TYIICHUW JIOMHUHECICHIUH OPTaHUMYEeCKUX
MOJICKYJI TIPU WX XAOTHYCCKOW accormanuu, B [1-4] Opuia
oOHapy)keHa YHUKAJbHAs, YIOPSIOYCHHAs arperamus Mo-
nekyn PIC, koTopasi COMpoBOX/1aiach MOSBICHUEM HOBOM
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Y3KOM TOJIOCHI MOTJIoNIeH s cBeTa (J-1mosoca), CMENIEHHOM
B JUIMHHOBOJIHOBYIO O0JIACTh CIIEKTpa OTHOCHTENBHO IIO-
Jockl ornouteHuss MoHoMepoB PIC. Kpome toro, B [1-4]
HaOrojanack HHTEHCHBHAS 10J10ca (POTOMOMHHECIICHIINT
arperaroB PIC, kotopast ObuIa PakTUYECKH PE30HAHCHOM
C UX MOJIOCOM TorjomeHus. B HacTosiiee BpeMsi yCTaHOB-
JIEHO, YTO KPOME MOJUMETHHOBBIX KpacuTenei, K KOTOPBIM
npuHauiexkuT U PIC, J-arperatsl 00pa3yroT mpeacTraBuTe-
JA ¥ JPYruX KJIacCOB OPraHUYECKUX KpacuTenel, Takue
Kak mopdupuHel, nepuiaeHsl u ap. [7-11]. B pesynbrate
BBICOKOH CTENEHHU YIOPSIOYEHHOCTH MOJEKys B J-arpe-
rarax MPOHMCXOJIUT JIEJIOKAIM3aLMsI MX JICKTPOHHBIX BO3-
OyxueHuit 1 (GopMHpPOBaHHE MOJEKYJSPHBIX SKCHUTOHOB,
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i 9kcuToHOB Ppenkens [7-15]. DkcuToHHAs mpHposa
JNIEKTPOHHBIX BO30YkKICHUH B J-arperatax 00ycIOBIHBACT
WX YHHKAJIBHBIC ONTHYCCKUE CBOWCTBA: PEKOPIHO MAIYIO
JUISL OPTaHUYECKHX MAaTCPUATOB CIEKTPAIBHYIO IMAPUHY
J-mo10CHI, OOJNBIIE BETHYUHBI CUITBI OCIIHIUIATOPA OMTH-
YeCKHX MEPEX0JI0B U HEIMHEHHON KyONIeCKO! BOCTIPUUMYH-
BOCTH, a TaKKe DKCUTOHHOE CBepxusiaydenue [7—11,13-19].
Kak mpaBmio, OCHOBHBIM CTPYKTYypHBIM 3JIeMEHTOM J-ar-
pEraToB SBISAIOTCS JIMHEHHBIC WIM 3aMKHYTHIE B KOJbBIIA
MOJICKYJISIPHBIC TETIOYKH, MEXKIY KOTOPBIMU PEaNU3yeTCs
cnabas cBs3b [7-11,20-23]. J-arperathl OTHOCATCA K
rpymmne 0oJbIIMX HaHOKIacTepoB (ux mmmHa L > 100 M),
B KOTOPBIX MMEET MECTO TpaHCILILIMOHHAS cuMmMmeTpust. [lo-
3TOMY SKCHTOHHBIE BO30OYKIECHHS J-arperaToB MPHUHSTO OIH-
CBIBaTh B paAMKaXx IPEICTaBIEHHI 30HHOMN Teopun [23-25].

B paGorax [26,27] mis uccieqoBaHHsS SKCHTOHHOTO
TpaHcropTa B J-arperatax MpH pa3iu4yHbIX TEMIIepaTypax
HCIOJIb30BaJIICh SKCUTOHHBIE JIOBYIIKH, MPEICTABISIONINEC
co0OW OpraHMYecKHe MOJCKYJBI, ¥ KOTOPBIX BO30YKICH-
HOE DJIEKTPOHHOE COCTOSHHE JIeXAaJ0 HMXKE JJHA IKCHTOH-
HO 30HBI J-arperaToB. [Ipu aHanM3e SKCIEPUMEHTATBHBIX
pesynbTaToB [26,27] mpeamonaranack ciabas CBSA3b dKCH-
TOHHOW JIOBYIIKHM C IKCHUTOHAMH J-arperatoB. XoTs, Kak
6bu10 nokazaHo J. Pamboii [28], yuer cuabHOrO B3auMo-
JIEUCTBHUST BO3OYXKJICHHOTO COCTOSIHUS OPTaHUYEeCKOW MO-
JICKYJBl C 30HHBIMH 3KCHTOHHBIMH COCTOSHHSMH MOXET
MIPUBOANTH K CYIIECTBCHHOH TpaHC(OpMAIH ONTHYSCKUX
¥ JFOMHHECIICHTHBIX CBOMCTB CaMOW MOJEKYJBI. DTOT ac-
KT TPEACTABISACTCS YPC3BBIYAWHO BAXKHBIM JJIS JIaJb-
HEHIINX SKCTIEpUMEHTAIBHBIX UCCIICIOBAHUM J-arperaros,
COJICpIKAIMX JKCHTOHHBIC JIOBYIIKA W HWHTEPIIPETALUH
MOJIyYSHHBIX IKCIIEPUMEHTAIIBHBIX PE3yJIbTaTOB.

B Hacrosiie#t paboTe paccuuTaHbl HorJoicHue u $ho-
TOIOMHUHECHCHIIUS OPTaHUYECKON MOJICKYJBI, Y KOTOPOH
BO30YXKIICHHOE JICKTPOHHOE COCTOSHHC JIC)KUT HIDKE JTHA
SKCUTOHHOW 30HBI JIMHEMHON MOJEKYJISIPHOH LETOYKH.
Takum 00pa3oM, MBI MOJCITHPYEM B3aHMOJCHCTBHE OTICITH-
HOM MOJIEKYJIBI C SKCUTOHHBIMH BO30YXKIIeHHsMH J-arperata.
[TokazaHo, 4TO MOTJIOIIEHHE CBeTa U (HOTOITHOMHUHECIICH-
M TaKOW MOJIEKYJIbl ONPENENsIoTCs Kak COOCTBEHHOM
YaCTOTOM ONTHYECKOrO Iepexojia caMoil MOJIEKYJbl (Cy-
IIECTBEHHO NIEPEHOPMHUPOBAHHON BCIICACTBHE B3aUMO/ICH-
CTBUSI C MOJIEKYJSIDHOM I1I€MIOYKOM), TaK M 30HHBIMHU CO-
CTOSHUSIMH SKCHTOHOB MOJICKYIspHO# mermoukn. [[lupuHa
JWHAW TIOTJIONICHUS W (OTOIOMUHECUEHIIMH MOJICKYJIIBI
CYIIECTBEHHO MEHbIIIe, YeM Y COOTBETCTBYIOIUX BKJIA/IOB
OT 30HHBIX SKCUTOHHBIX COCTOSHUA MOJIEKYJISIPHOW Iie-
MOYKH, [T09TOMY BEJIMYMHA TOTJIOIIEHUs CBeTa U (OTOIIO-
MHHECIUIEHIIUS JIOKAJBHOTO YPOBHS YCHUIIUBAIOTCSL.

OKCHUTOHBI — 3TO JIIEKTPOH-IBIPOYHEIC MApPEI, HE He-
CyIIHe ANIEeKTpIIecKoro 3apsaa. s skcutonoB Openkens
TUIIAYHOE PACCTOSHHE MEXIY OJIIEKTPOHOM M IBIPKOU
MPAKTHICCKH PAaBHO HYIIIO, T.€. SJICKTPOHBI M IBIPKU 00pa-
3YIOTCSl Ha OJTHOI U TOIl JKe MOJIEKYyJIe, U UX DHEPTHsl CBSI3H
BeJIMKa. DJIEKTPOHBI U JABIPKK dKcuTOHa Dpenkens cro-

COOHBI PacHpOCTPAHATHCS MO MOJIEKYJSIPHOM LETOYKe B
BUzE CcBA3aHHOM mapbl. OCHOBHON BKJIaJl B PacIpOCTpaHe-
HHE SKCHUTOHA BHOCUT AWIOJNb-AUIOJIBHOE B3aUMOJEHCT-
BHE MEIy MOJIEKYJIaMU B MOJICKYJISIPHOH HENOYKE, KOTO-
poe GopMHUpYET SIKCUTOHHYIO 30HY.

'aMuIbTOHNAH €TMHUYHON MOJICKYJIbI MOXKET OBITh 3a-
MUCaH KaK F'aMUJIbTOHUAH JIBYXYPOBHEBOII CHCTEMBI:

Hsing =g |9){g |+ hiwoe |e) {e], (1)

rae |g,e> — BOIHOBas (PyHKUMS, Iy e — OHEPrus oc-
HOBHOTO (BO30Y>KICHHOT0) COCTOSIHUS SKCHTOHA (DpeHke-
1. YI06HO 0003HAYHTh M) = W — g, TAE (@ — YacTOTa
nepexona. J{UMONBHEIN ONepaTop MOJEKYIBI MOXET OBITh
3arucaH B BUIE

i=n(e)(g[+|a)(e) +ug|a){af+rele)el. @

TZIe MATPHYHBIC 3JIEMEHTHI ONPEIEIAIOTCS Kak | = <e| ﬁ| g),
M lge =(g,e|ﬁ|g ,e). CHexkTp ONTUYECKOTO MOTJIOLICHUS
TAKOW MOJICKYJIBI OIMUCHIBACTCS JNeNbTa-(QYyHKIUCH, MUK
KOTOPOM pacHoJIokeH Ha 4acToTe cBeTa = mgy. OxHako
TaKOW CHEKTP OOBIYHO YIIUPSCTCS W3-32 KOHEYHOTO Bpe-
MEHH XU3HH BO30YXIEHHOTO COCTOSHUS, IPOIECCOB Je-
(a3upoBKH, a TaKke BO3MOXKHOW HEOIHOPOJHOCTH aH-
cam6itst Mmomeky [29].

Jnst ancamOIIsl B3aMMOACHCTBYIONTUX MOJIEKYJ B MOJIe-
KYJIIPHOM IETIOYKE MOXHO MPEHEOPEUYh CBA3SIMH MEKIY
OCHOBHBIMH COCTOSIHUSIMM M OIHOKPAaTHO W ABYKPATHO
BO30YKICHHBIMH COCTOSIHHSIMH U T.J., & TaMWJIbTOHHAH
B3aUMOJICHCTBUS MEXAY MOJIEKYJIaMU MOKHO 3aIllicaTh B
Buje [14]

Hint = Z ‘]n,m(| engm><gnem |+| gnem><engm |)’ 3)

n,m

e gpm 4 €;y COOTBETCTBYIOT OCHOBHOMY U BO30YXK-
JIEHHOMY COCTOSHHUSIM N-o#f (M-0if) mMonexynsl, Jn, —
XapakTepHasi SHEPTHsI PaCIICTLICHHUS.

Kpome Toro, sHEprHs 0THOTO IKCUTOHA MOKET OBITH ITe-
pEeHOpPMHUpPOBaHa 3a cyeT B3auMozecTus. Bzaumonelicteue
SKCUTOHOB B J-arperatax MMeeT KYJIOHOBCKYIO IPHPOLY, H
JOMHHHPYET ITUTIOJIb-TUIIOJIFHOE B3aUMOICHCTBHE.

Jns onmcannst ancamOJIsi SKCUTOHOB YZOOHO HCIIOJb-
30BaTh METOJ BTOPUYHOTO KBaHTOBaHUS. B mpubmmxkeHun
Xaptpu—®Doka B0o30YKAEHHOE COCTOSHHE dKCHTOHa (hop-
MHUpyeTCsS 3a CYeT POKACHHs JJICKTpPOHAa Ha CBOOOJHOM
(Bo30YKIE€HHOM) OpOHMTAId M OJHOBPEMEHHOIO YHHYTO-
JKEHUS DIIEKTPOHHOTO COCTOSHUS Ha 3aHATOM (OCHOBHOIA)
opOuTaIH, MPH ATOM NPEHEOPETaroT MEKMOJICKYIISPHBIM
MIEPEHOCOM 3apsia.

[Tono6HOe NosIBIICHHE ¥ YHUUTOXEHUE IKCUTOHA B N-01
JIBYXYPOBHEBOH MOJIEKYJIE MOKET OBITH OIIMCAHO B TEPMH-
Hax omneparopoB [laynu poxneHnss 1 yHUYITOKEHUS — B,:r
u B,,, KOTOpbIE yIOBIETBOPAIOT CIEIYIOIMM KOMMYTalld-
onnbIM cootnomenusm ([A, B]=AB—BA):
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[By.Bn] =08y B] =0, nzm;

BB, +B,B =1, (4)
(Bn)? = (B)? =0.

[Ipobnema KBaHTOBO-MEXaHHMYECKOT'O OMHCAHUS TAKOTO
aHcamOus 9KCUTOHOB DpeHKelst 3aKII0YaeTcst B TOM, 4TO
9TH KOMMYTAallMOHHBIE COOTHOLICHHS SIBIISIOTCS OO30HHBI-
MU ISl Pa3IMYHBIX MOJIEKYJ U ()EpMHOHHBIMH JJISI OJTHOH
MOJIEKYJIBl. DTO TPHBOIUT K BO3HHMKHOBEHHUIO TaK Ha3bl-
BAEMOT0 KHHEMATHYECKOTO B3aHMMOJICHCTBHSI MY IKCUTO-
Hamu. Yucno SKkcuTOHOB B onHON Momekyne N, = B;]r B
Hcnonb3ys 3Ti 0003HAYCHHsI, TaMHILTOHHAH aHCAMOJIS
9KCUTOHOB MOKHO 3articarh B Buae [12]

Ho = | (hog + Dy)BIBy + > 3p i (B By + BLBy) |+
m

n

+Hijnt + Eg, (5)

rae D, — ¢aykryamun sHepruu Bo30YKIEHHBIX COCTOS-
HAI MOJEKyN B MOJEKyIspHOH memouke. Hj, — dacTs
raMuJIbTOHMAHa, cojiepKalnas onepatopsl B, n By Oonee
BBICOKOTO TOpsiaKa (HAIpUMeEp, YETBEPHBIE), €0 OOBIYHO
Ha3bIBAIOT IMHAMHUYCCKUM B3auMoeiicTBueM. Ey — sHep-
THsI OCHOBHOTO COCTOSIHHS MOJIEKYI.

3aMeTuM, 4TO B JUITOJIBHOM IPUOIMIKCHUH JHHAMUYE-
CKHUM B3auMojercTBueM Hjy MoxHO npeHebpeus. Tem He
MeHee KHHEMaTH4YeCKOe B3aMMOJCICTBUE COXpaHsSeTcs,
MOSTOMY KBazpaTudHas ¢opma omepaTtopoB llaymm pox-
JICHHUSA ¥ YHHYTO)KEHUS BCE €IIe ONHCHIBAET B3aMMOJIEHCT-
BYIOII[YIO CHCTEMY.

JMTonbHBIN orlepaTop MOXKHO 3aIrcaTh B BUIE

i=pd (Bl +By). (6)

U3 3TOrO BHIpa)KEHUS CIEAYET, YTO B JIMHEHHON ONTHKE
MOXXHO MCCJIEIOBAaTh TOJBKO CBOHCTBA OJHOAKCHUTOHHBIX
COCTOSIHUH.

C 3TOro MOMEHTa MBI OTPAaHHYUMCSI OJHOMEPHOI MO-
JIEKYJISIPHOM EMOYKON W MPEANoJIOKUM, YTO pacllerie-
HUE Jpy ; OTPAaHHYEHO B3aHMOJICHCTBUEM COCEHUX MOJIE-
Kyn. Kpome Toro, msl mpenebperaem D, T.e. Oymem
paccMaTpuBaTh MOJEKYISIPHBIC IICTIOYKH, KOTOpBIC (op-
MUPYIOTCS MOJICKYJIAMU C OJUHAKOBBIMH SHEPTHSIMH BO3-
OyxneHus. B 3TOM ciiydae MOXKHO 3amucath TaMUJIBTOHU-
aH OJTHOMEPHOTO aHCAMOJIs SKCUTOHOB KaK

Ho =Z[h®08rr8n +J(Ban+1+Brt+1Bn)] (7)
n
Hcnone3ys npeodpasopanus Moprana—Burrepa [30]:

Br;r =11 (1_Za%am)anv

m<n

By =a} [ 0-2ahay), (8)

m<n

rie an(a;) — oreparop yHHYTOXeHus: (poxkaeHus) ¢ep-
MHOHa B N-OM MOJIEKYJIE, MBI MOKEM TIEPENUCATH TaMHUITE-
ToHMaH Hy Takum obpasom:

Ho = Z[hwoa;an -J (arraml + alﬂan)} )

n

[IpenmymecTBO mepexona K GEepMHOHHBIM OIEepaTo-
paM — 3TO OTCYTCTBHE KHHEMATHYECKOTO B3aMMOJICHCT-
BUs, MPHUCYTCTBYIOIIErO B aHcamOiie omepaTopoB [laymm.
Torna ramuneToHNaH Hgy MOXHO AMaroHaaM3oBath C 10-
Momsio TpeoOpazoBanmst  Dypse,
HO = Z €k a; ay -

k

OIHO3KCHTOHHBIE COOCTBCHHBIC COCTOSIHUS OTKPBITOU
MOJICKYJISIPHOH HEMOYKH M COOTBETCTBYIOIINE UM dHEPTUH
MOYKHO 3aITUCaTh B BUJIC

k) = fNilsin(Nntljamg), (10)

gx = hog —2J cos(nk/N +1),

U MBI TIOJy4YaeM

rme k=1, 2, ..., N — menoe uncio (YHUCIO MOJIEKYI B Tie-
mouke). ITpu N — 00 OJHO’KCHTOHHOE COCTOSIHHE OYAeT
30HHBIM C LEHTPOM 30HBI B /i®y M MIMPUHOH 30HBI 2|J|.
EHepreTndeckoe paccTosiHue MEXIy YPOBHSIMHU B 30HE —
AE =2|J|n/(N +1). B nanpHeiimem mbi Oynem paccMmar-
puBath ciaydail umeHHo Oombmmx N (s J-arperatoB Be-
mnunna N OpiBaet mopsinka 100 [31]).

OOpariM BHHUMaHHE Ha TO, 4TO B cirydae J > 0 morio-
IIEHHE CBETa MOJICKYJISIPHOH IIETIOYKOM J-arperaToB Mpo-
SIBJISIET JUTMHHOBOJIHOBOE CMEIIIEHHE 110 CPAaBHEHHIO C TO-
TJIOLIEHHEeM MoHOMepa, Torna kak mist J < 0 mposieisiercs
KOPOTKOBOJIHOBOE cMelieHue. Hike Mbl pacCMOTpUM CIIy-
yait J > 0. 31ece MBI He MPUHUMAaEeM BO BHHMaHUE (a3o-
BBIC CABUTH, BBI3BAHHBIC OKPYKAIOLIMMH J-arperat Moie-
KyJlaMU.

BaXHO OTMETHTB, YTO CKOPOCTh PENaKCalUH KCHUTO-
HOB B MOJCKYJISIPHOH ILEMOYKE Y| 3HAYUTEIBbHO OOIbIIE,
4eM B 0JHO# Mosekyie Yg [19,32]. Hanpumep, st yetHo-
TO 9mcIiia MOJIEKYIT K B MOJIEKYISIDHOM IIETIOYKE TOTyIacM:

2yg . 2 mK (11)

= o g ,
TN 2N

a pH HedeTHOM K CKOpOCTh pesrakcanuu paBHa Hyimo. J{is
N >> 1 momygaem:

8(N +1
Tk = Yo(z—kz) >>Y0- (12)
T

[IpennonoxuM, 9TO MOJEKYJSIpHAs IENOYKa B3aMMO-
JIEHCTBYET C MOJICKYJIOW, BO30YXICHHBI YPOBEHb KOTO-
POl JIEKUT HUXKE IO SHEPTUU OTHOCUTENBHO JTHA DKCUTOH-
HOW 30HBI (IS IPOCTOTHI CYUTAEM, YTO ATOU MPUMECHOMH
MoJieKyJie mpucBoeH Homep (), Torja raMUIbTOHMAH Ta-
KOH CHCTEMBI MOXKHO 3alHCcaTh B BUIE
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Ho = Ho +ho BBy —J'(BlB, +B/By),  (13)

rae ®; — coOCTBEHHAas 4acTOTa OITUYECKOTrO Iepexo]a B
MPUMECHOU MOJIeKyie, a J' onpenensieT CUily B3auMoei-
CTBUS TIPHUMECHOH MOJEKYJbl C IENOYKOH. 37eCh MBI
TPEIIONIOKIIN, YTO MPHMECHass MOJEKyJIa COeAMHEHa C
MepBOM MOJIEKYJIOM 1Lenoyku. MoXXHO BUIETh, YTO MpPH-
MeECHasl MOJICKYJIa OTJINYAeTCS OT IPYTHUX MOJIEKYI IIeTod-
KU BCJIEICTBUE () #®) U J'#J. OueBugHO, YTO CiTyyaii
=0y 1 J'=J NOpUBOAUT K TOMY € TaMHIbTOHHAHY
Hgo, rme N > N +1.

Jis omy0eCKOHEUHOW IETOYKH MOYKHO IOJIYYUTh Xa-
PaKTEepUCTUKU BCEX COCTOSHUM TramuibToHMaHa H. [a-
MIJIBTOHHAH CHCTeMbl H nmaroHammsyercs ¢ IOMOIIBIO
YHHUTapHOTO IIPeoOpa3oBaHuUs:

an =D Upsa, N=01..,N. (14)
A

B 3aBucumoctH oT 3HaueHud J' M ©; (MX OTNIMYMS OT

3HaYeHUi J 1 0)0) COOCTBEHHBIE COCTOSIHUS FaMUJILTOHHA-

Ha MOTYT CYIIECTBOBaTh B ()OpME 30HHBIX IKCHTOHHBIX
COCTOSIHUH (C BOJHOBBIMH (DYHKIMSMH, TIEPEHOPMHUPOBAH-
HBIMH HM3-32 IPUMECHON MOJIEKYJIbI) U JIOKAIBHBIX COCTOSI-
Hu# [33]. 11 30HHBIX COCTOSIHUN (MBI BBOJUM 00O3Haue-
HHE NIim (nk/(N +1))=k*) sHepruu paBHbL

—>00

g = hog —2J cos(k”™) (15)

C cOOCTBEHHBIMHU (PYHKIHSMHU:

Unk = \/%(Z[Amos(k*ﬂsin (nk™)—

—fzsin[(n—l)k*J), n=0 (16)
2, .
n Upk = Wfsm(k ) a7

rIe
A = 4[A+cos(k*)]2 L4412 cos(k*)[Mcos(k*)]. (18)

JIoKaJbHBIC YPOBHHM BO3HHKAIOT, €CIHM BBIIONHIIOTCS
ciaenytomue ycnosus. Onpemenum A=h(wg—0)/2) u
f=J'/J. Torma nmokaipHBIA ypoBEHb C dHEpruen &1(e,)
OTIIEMUTCS OT BEPXHETO (HUXKHETO) KPaeB 30HBI CIUIONIHO-
ro crekrpa, ecau f 252-2A° (f 252+ 2A2) COOTBETCT-
BEHHO. DHEPTHUHU JIOKAIBHBIX YPOBHEH PABHBI:

r122 +1
g0 =hog —J| = , (19)
n2
a BOJIHOBBIC (DYHKITUH:
n
Uns2 = fH2 g2, (20)

2 1/2
1— rlvz (21)
012 =7 -5 o ’
1+(f2 -1
—A+AJA?+ 21
Ry = . (22)

Ha puc. 1 moka3aHbl 3aBUCHMOCTH HEPTHHA JIOKATHHBIX
YpPOBHEH OT Tapamerpa B3ammopmeiicTBust f mpumecHoit
MOJIEKYJIbI C MOJIEKYJISIPHOM LIETIOYKOM.

Tlornomienre cBeTa MOUTHOCTH P MPUMECHOW MOJIEKY-
7ol (CBA3aHHOE C MHHMOM YacThIO TUHAMUYECKOH BOC-
npuuMYUBOCTH ) (®)  MOCPEICTBOM  COOTHOIICHHS
Q=p? Poy"(w)/2) moxno 3ammcats B Bune Q =Q, +Q.
3necy Q, — NOIIOIIEHHE, CBA3AHHOE C 30HHBIMHU COCTOSI-
nusimu. OHO onpenensercs kak [34,35]:

2
Q, = POy [ o 1
2J 2kgT
2f241-%°

o@u-|x), (23
MA+X)% —4f2x(A+x)+ F4 A=pp. @)

rae X=h(wg—o)|/2), ® — dynkuus Xesucaiina, T —
TeMIepatypa, a kg — nocrosinas Bonbimana.

Mormnomenne Q, 00YCIOBICHHOE JOKAIBHBIMH YPOB-
HSIMH, MOKHO 3aIUCATh B CIIEAYIONIEM BUJIE:

0,5
S_ 2 //
0.4+

0,1 . 1 . 1 . 1 .
0 1 2 3 4 5

Puc. 1. (Ounnaiin B 1BeTe) DHEPIruM JIOKANBHBIX YPOBHEH MpUMec-
HOH MOJIeKyIbI (MM HAHOYACTHUIIEI) (CHHSIS CIUIONIHAS KpHBas 1 u
KpacHas ILITPUXOBas KpuBas 2) B 3aBUCHMOCTH OT Hapamerpa
B3aumMozeicTBust f — npumech-mosekysipHast nerouka. ITpuxo-
BBIMH YEPHBIMU JIMHUSIMM 3 TOKA3aHbl BEPXHSS M HYDKHSSA FPaHU-
16! PKCUTOHHOM 30HBI MOJICKYJIIPHOH IENOUYKH. 31ech U Jajiee Ha
PHMCYHKaX HCIIOJIB30BaHbl BEJIIMYMHBI NapaMETPOB (B IPOU3BOJIb-
HBIX exuHAIAX) hwg = 0,39, vy = 0,35, =0,018, kgT = 0,001.
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o u?Po [ o f4—4(A+x)?
| = ,
2J 2kgT Ja(f2-1)(A+x)+ 4

X[S(sl ~1)O(f2 =2+ 2A) +8(ey — h)O(F2 —2— 2A)]

(24)

rae 8(x) — menpra-QyHKus Jupaka.

W3 (24) cnepyer, uro qus J'= 0 (t.e. npu f = 0) moruo-
[IeHKE, CBSI3aHHOE CO BTOPBHIM JIOKAJIbHBIM YPOBHEM, PABHO
HYJIO, B TO BpeMsi Kak IMOTJIONICHHE, CBSI3aHHOE C IEPBbIM,
— CTaHOBHTCS MNPONOPLHOHATBHBIM Q) ~d(my —®), T.e.
COOTBETCTBYET MOTJIOIIECHHIO €IMHUYHON MOJIEKYJIBI MPH-
MecH Ha ee cooctenHoi yactore. Jua f=1u A = 0 Brnag
B MOIJIONICHHE CBETA BHOCAT TOJBKO 30HHBIE JIKCHUTOHBI
OJTHOPOJIHOI oHOMepHO#t nenouku J-arperaros. OHoO Oy-

IeT OIpeneniThes BhIpaxeHueM Qp ~ V1- X2®(l—| X]) ¢
KOPHEBBIM TIOBEJIEHUEM I10 KpasM TOJOCHI, XapaKTePHBIM
JUIsl OTHOMEpPHBIX cUCTEM. B citydae jxe B3auMOIEHCTBUS C
MIPUMECHI0 CMEIICHHAsl B JUTMHHOBOJHOBYIO oOmacts J-To-
JI0Ca OKa3bIBACTCS MHTCHCHBHEE (TPU ONpEACICHHBIX 3HA-
yenusx f), yeM cIBUHYTas B KOPOTKOBOJHOBYIO 00JaCTh
H-nonoca, uto HabMoMaeTCs A1 J-arperaTos.

B cmyyae, korja MoyeKyia MpPUMECH CBsi3aHA C ByMs
COCCIHAMHU MOJICKYJIaMU B MOJICKYJIIPHOH IICTOYKe, MPH-
BCJICHHBIC BBIIIIC PE3YJIBTATHI CIIPABEUIUBEI IIPU (HOpMaib-
Hoit 3amene 2 — 2f2.

Ha puc. 2 npencraBieHsl pe3yabTaThl pacdeTa IOTJIo-
LICHUSI CBETA JIMHEWHOW MOJEKYJISIPHOM LIETIOYKOW, B3au-
MOJEHCTBYIOIEH ¢ Mosiekysnod mnpumecH. llormomenue
9KCUTOHHOW 30HOW MOJEKYISPHOU IEMOYKH — I10JI0Ca OT

Puc. 2. PaccuuraHHble 3HAUYEHUS IOTJIOUICHUS MOJIEKYJISIPHOU
LETIOYKU (B OTHOCUTEIBHBIX €MHUIIAX), B3aUMOACIHCTBYOLIEH C
MOJICKYJIOH MMPUMECH, B 3aBUCHMOCTH OT JUIMHEI BOJIHBI CBETA A U
OTHOCUTEJIBHOM CHJIBI CBSI3M MOJIEKYJIBI IPUMECH U MOJICKYJISp-
Hoit nermouxku f =J'/J.

450 no 575 mm. ITux ¢ makcumymoM mpuMepHO 730 HM
npu f= 0,8 cBsA3aH ¢ MOMIOIIEHUEM JIOKAIBHOTO YPOBHSI C
sHepruel €. Cuia CBA3U MOJEKYJBl IPUMECH U MOJEKY-
JSIPHOM LIETIOYKH 3aBHCUT OT DPACCTOSHUS MEXIY HHUMH
(uemoukoii U mpuMechr0). YMeHblIeHHe mapameTpa f oTse-
YaeT YBEIMYECHUIO PACCTOSHUS MEXIY LETOYKOH W MoJe-
KyJION mpumecH.

Hcnonws3ys cootHomenus: Kpamepca—Kponura, MmoxHo
MOJYYHUTh JEHCTBUTENBFHYIO YacTh IHHAMHYECKOW BOC-
TIPUUMYHBOCTH:

Y (@)=1P [ dor 21©). (25)
T W—Q

KOTOpasi CBsI3aHA CO CPEJHUM 3HaYCHUEM JIUIIOJILHOTO MO-
Mmenta [1(®) = p,x/Ex’(co). ®doronromuHeceHnus F mpo-
MOPIIMOHANIFHA KBAJIPATy CPEAHCH BEIUYMHBI AUITOIHHOTO
MOMEHTA.

PucyHok 3 neMOHCTpUpYeT pe3ylbTarhl pacyera (Goro-
JIFOMUHECHEHIIUU JIUHEWHON MOJIEKYJIAPHOM IEMOYKH,
B3aUMOJICHCTBYIOIIEH € MoOJIeKyJoil mpumecu. DoTosro-
MUHECIIEHIHS, 00yCIIOBIEHHAsI 30HOH 3KCUTOHOB IIEMOYKH,
Kak U IOTJIOIIeHNe, — 3TO II0JI0ca, HaOoaeMas MeXIy
450 n 575 um. lpyrue nuku cBsi3aHsl ¢ (OTOIIOMHHECIICH-
el JOKaJbHOTO YPOBHS C HEPIUeH €.

B wactHOCTH, (HOTOTIOMHUHECICHITUS C MAKCUMYMOM Ha
A~ 730 um npu f = 0,8 B OCHOBHOM BBI3BaHa IPHMECHIO.

OTMeTHM, 9TO MHTEHCHBHOCTH IOTJIOIIEHHS CBeTa U (o-
TOJTIOMUHECIICHIINH, CBSI3aHHBIC C JIOKAJbHBIMU YPOBHSIMU,
MOKa3aHbl Ha puC. 2, 3 Ul HAIVIIAHOCTH HA TPH HOpPSAIKa
ciabee, 4eM JaroT pe3yJIbTaThl pacyera.

Puc. 3. Paccuurannpie 3Ha4eHus (OTOIFOMUHECICHIMN (B OTHO-
CHTEJIbHBIX CIMHUIAX) MOJIEKYISPHOM LEMOYKH J-arperaros,
B3aUMOJICHCTBYIOIINX C MOJIEKYJION IIPHMECH, B 3aBHCHMOCTH OT
JUIMHBI BOJHEI CBETA A U OTHOCHTENLHOM cuibl cBsizu f =J'/J
MOJIEKYJIbI IPUMECH M MOJIEKYJISIPHOMN [IETIOYKH.
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IloguepkHeM, 4TO pacCUNTAHHBIE MHTEHCHBHOCTH IIO-
TJIOLIEHUsI CBETa M (DOTONIOMHHECHEHIINY, CBSI3aHHBIE C
JOKIGHBIMH ~ YPOBHSIMH, 3HAYHWTENIbHO YCHJIEHBI, CM.
[19,30], mo cpaBHEHHIO CO 3HAYCHUSIMH, KOTOPBIC BBI3BaHbI
30HHBIMH COCTOSIHUSIMH SKCUTOHOB MOJIEKYJISIPHOH 1eToY-
KH J-arperartos.

Takum oOpa3zom, B paboTe MPEmIOKEHO KBAHTOBO-
MEXaHNYECKOEe OMHMCaHHE MOTJIOMEHHNs cBeTa U (hoToitro-
MHHECICHIIUN CUCTEMOM 3KCUTOHOB DpeHKesst B MOJIEeKy-
JSIPHOHM Liemoduke J-arperatoB, CBSI3aHHOH C JIOKQJIBHBIM
JJIEKTPOHHBIM YPOBHEM OPraHMYECKOW MOJEKYJbl (HaHO-
yacTunsl). [loka3aHo, 4TO NpPU ONpEAEIEHHBIX YCIOBHSIX
B3aUMOJICHCTBUS MOJICKYJISIPHOM LENOYKH J-arperatoB c
OJICKTPOHHBIM YPOBHEM MOJICKYJIbI MOKET BO3HUKHYTH YCH-
JICHHE TOTJIOIIEHUsI CBeTa U (DOTOJIIOMHHECHCHIIMHU JIOKaJb-
HOTO JIEKTPOHHOTO YPOBHS. Y CHJICHHE HEJMHEHHBIM 00pa-
30M 3aBUCUT OT MapameTpa CBS3U MEXKIY MOJICKYJISPHOI
LIeNoYKoil J-arperatoB M opraHu4eckoil Monexyoi. ITomy-
YEeHHBIE TEOPETHUECKUE PE3yIbTaThl MOTYT OBbITh HCIOJIB30-
BaHBI JUIS ONMCAHUS PEajbHOTO MOBENIEHUs (POTOIIOMHHEC-
LEHIIUN OPraHMYEeCKHX MOJIEKYJ (HAHOYACTHII), CBSI3aHHBIX
C MOJIEKYJIAPHO# 11ermoukoii J-arperatos [36-38].
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Modification of luminescent descriptions of molecule
co-operating with the excitonic states of J-aggregate

I.Yu. Ropakova, A.V. Sorokin, A.A. Zvyagin,
and Yu.V. Malyukin

A quantum theory of light absorption and photolu-
minescence of a molecule (luminophore), interacting
with J-aggregate linear molecular chain, has been con-
structed. It has been shown that, along with the band
states of Frenkel excitons in the molecular chain, local
levels, which split off from the exciton band as a result
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of interaction of the molecular chain with a
luminophore, contribute to the absorption of light and
luminescence. It has also been shown that the contri-
bution of the local levels to the light absorption and
photoluminescence is a nonlinear function of the cou-
pling parameter between the luminophore and the mo-
lecular chain of J-aggregate.
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PACS: 71.35.Aa Frenkel excitons and self-trapped
excitons;
78.67.Sc  Nanoaggregates; nanocomposites.

Keywords: Frenkel excitons, J-aggregate, lumino-
phore, nanoluminophore, local levels.
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