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Annoranusg. VccienosaHo BiusiHue Tuma jeruponanust (mosepxHoctHoe (I) 116o oobemMHOe
(IT)) Ha xapakTep AMIIOJbHON IJIA3MOHHON MOIBI B IOJYIPOBOAHMKOBBIX HAaHOKPHUCTAJLIAX
CdSe. YcraHoBaeHo, uTo B I ciayyae (ZOHOPHI pacIioioXKeHbl Ha MTOBEPXHOCTU HAHOKPUCTAJLIA)
KOJUTEKTUBHAs MOJa MMEET BpalllaTeJbHBIM XapakTep M BO30YXKIAIOTCS TOJBKO YIJIOBBIC
crerneHu cBobonasl. Hampotus, Bo Il ciydae 3apsin perupytonmx mpuMmeceid pacripeiesieH 1o
BCEMY 00BEMY CHUCTEMBI M INIA3MOHHOE BO30YXKIEHUE — CYTh KOoJIeOaHME AeI0KATM30BaHHBIX
HOCUTeJIell 3apsiia B HaIlpaBJIeHUM HOpPMajiud K IoBepxHOCTU. [loka3zaHo, 4TO IIOJIOXEHHUE
PE30HAHCHOW JIMHUU OOYCJIOBJIEHO HE TOJbKO KOHIIEHTpAallMeid CBOOOMHBIX 3apsiioB, HO U
XapaKTepoOM MX KOJUIEKTMBHOTIO IBUKEHUS, KOTOPBI OMpeaeasieTcsl TUIIOM JIeTMpOBaHUsI.
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Abstract. The effect of the type of doping (surface (I) or bulk (II) doping) on the charac-
ter of the dipole plasmon mode in semiconductor CdSe nanocrystals has been studied. It was
found that in case I (donors located on the surface of the nanocrystal) the collective mode had
a rotational character and only the angular degrees of freedom were excited. On the contrary,
in case II the charge of the dopant impurities was distributed throughout the system and plas-
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mon excitation was the oscillation of delocalized charge carriers in the direction normal to the
surface. It was shown that the position of the resonance line was determined not only by the
concentration of free charges, but also by the character of their collective motion determining
by the type of doping.
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BBenenmne

B TeueHue mociieAHMX AECATWICTUI IMPOUCXOIUT MHTCHCUBHOE Pa3BUTUE HAHOTEXHOJIOTUIA,
HAHOBJICKTPOHUKU YU HAHO(MOTOHMKH, YTO, B CBOIO ouepedb, TpeOyeT CO3JaHus HOBBIX MaTepu-
ajoB, (pu3MYECKUE U XMMUYECKUE CBOMCTBA KOTOPBIX OTJIMYAIOTCSI OT CBOMCTB COOTBETCTBYIO-
IIUX O00BEMHBIX KOMIOHEHTOB. OIHO M3 IMEPCIEKTUBHBIX HAIlpaBJICHUI MUCCIEIOBAHUM — 3TO
KBaHTOBas ILJIa3MOHMKA, KOTOpPas OPMEHTHMPOBAHA HAa M3y4YeHME KBAHTOBBIX CBOIMCTB CBETa U
MEXaHM3MOB €T0 B3aMMOJICHICTBUS ¢ MaTepueil Ha HaHopa3MepHoM ypoBHe [1 — 3]. Xapakrep-
HOI1 0COOEHHOCThIO HAHOPA3MEPHbBIX ITPOBOASIINX YaCTULL SIBJIICTCS HAJIW4YUE OUIOJBHBIX PE30-
HAHCOB B MX OINTUYECKUX CIleKTpax [2, 4 — §]. JlerupoBaHHbBIE MOIYIIPOBOIHUKOBBIC HAHOKPU-
CTaJIJIbl MOXKHO OTHECTM K MEPCHEKTUBHOMY TUITY MOTOOHBIX MaTepuanos [4, 5,9 — 15]. [Ipu
9TOM HEMAaJIOBaXKHO, YTO MOJIOXEHME PEe30HAHCHOU JIMHMHU B CIEKTpax IIOJYyIPOBOIHMKOBBIX
HAHOYACTUII 3aBUCUT HE TOJIBKO OT KOHIEHTPALMX HOCUTEJICH, HO U OT TUIIA JICTUPOBAHUSI, KO-
TOPBII MOXXHO YCJIOBHO ONPEICIUTh MO0 KaK 00bEMHBIN, MO0 KaK MOBEPXHOCTHHIA [16 — 20].
B nmepBoM ciyyae ITIOTHOCTH 3apsiia CBOOOTHBIX HOCHUTEJICH paclipelesieHa IO BCEMY O00beMy
KpHUCTajUla U IIPU 3TOM HEMTpaJU30BaHa 3apsIoM JICTUPYIOIIUX IIPUMeECeii, a BO BTOPOM — CBO-
00IHbIE HOCUTEIM WMHXEKTUPOBAHBI B 00BEM IOJYIIPOBOJHUKOBOM HAHOYACTUIILI JOHOpPaMM/
aKIIeNTOpaMU, PacHoJOXEeHHBIMU Ha ee MoBepxHocTu [21, 22]. B ciydae moaynpoBOIHUKOBBIX
HaHOYACTHUII, IETUPOBAaHHBIX 0 00beMHOMY THILY [18 — 20, 23], B anuadbaTuyecKoM IpUOIVKEHUU
[24, 25] IUMONBHBIN MIa3MOH MOXHO OIIMCATh KaK KBa3MYaCTUILy, COBEPIIAIOIIYIO TapMOHUYE-
CKMe KOoJIeOaHMSI CUCTEMBI AeI0KAIN30BaHHBIX 3JIEKTPOHOB KaK €IMHOTO 1I€JI0r0 OTHOCUTEIbHO
LICHTPA MOJIOXXKUTEJILHOTO OCTOBA B HAlpaBJeHUM HOPMAaIU K €ro IMOBEPXHOCTU.

C npyroii CTOpOHBI, KaK ObUIO IIPOIEMOHCTPUPOBAHO B paborax [26, 27|, y HAHOKPUCTAJUIOB
C MOBEPXHOCTHBIM THUIIOM JIETUPOBAHUS CUTyalldsl OKa3bIBACTCS MPUHIUIMAILHO MHOU. [Ipu
B3aMMOJICICTBUM C BHEIIHMM D3JICKTPOMATHUTHBIM IIOJIEM, OCOOCHHOCTM 3JICKTPOHHOM KOH-
¢urypaunu, oOyCIOBJICHHBIEC MOBEPXHOCTHBIM MEXaHU3MOM JIETUPOBAHUS, MOPOXAAIOT y -
MOJIbHOM KOJIJIEKTUBHOI MOJIbI COCTOSIHUSI BO30YKIACHUSI TOJBKO YIVIOBBIX CTEIEHE CBOOOIHI.
JBUKeHNE Xe 3JEKTPOHOB B paauaJbHOM HaMpaBA€HUM HE BKJIIOYAETCS, U 3JIEKTPOHBI OCIIMII-
JINPYIOT TAHT€HLMAIbHO IO OTHOILICHUIO K T'PaHUIIC CHUCTEMBI BHYTPU CPABHUTEJIBHO TOHKOIO
chepuyeckoro ciaost. OnucaHHOE sIBJIeHHE IMOJOOHO AUIOJbHBIM IUIAa3MOHHBIM KOJIeOaHUSIM B
¢ymnepenax [28 — 30].

Lenamu maHHONM pabOTHI SIBISIOTCS MOMCK UM aHAIW3 BJIMSHUS TUIIA JISTUPOBAaHUS, YuUCIIa
JICJIOKAIM30BAaHHBIX HOCUTEJNICH 3apsiia, a TakKe FeOMETPUUYECKUX Pa3MEepOB CUCTEMbl Ha Xa-
pakTep MHOTOYACTMYHBLIX BO30YKICHHBIX COCTOSIHUI B 3JEKTPOHHOM CUCTEME JETMPOBAHHBIX
MOJIYIIPOBOJHUKOBBIX HAHOKPUCTA/UIOB Ha MpUMeEpPe HAHOKPUCTAUIOB cejeHuaa Kagmust CdSe.

Ham nmoaxon x aHanmu3y (eHOMEHa OCHOBaH Ha CaMOCOIJIACOBAHHOM KBAaHTOBOMEXaHUYE-
CKOM OITMCAaHWY MHOTOYACTUYHBIX BO3OYKICHUI B CUCTEME NeIOKATU30BaHHBIX HOCUTEICH 3a-
psipa. PacyeTbl OCHOBHOTO COCTOSIHMS CUCTEMbI IPOBOAUINUCH B IpubkeHun Xaprpu — Doka,
C YYETOM HEJIOKAJIbHOIO MEXYaCTUYHOTO OOMEHHOTO B3amMOACHCTBUA. 1151 cpaBHEHUS pacue-
Thl OBLIM TaKKe MPOAYOJMPOBAHBI BEIYMCICHUSIMU, BBIIIOJHEHHBIMU B MPUOIMKEHUU JIOKAJIb-
HOI IUIOTHOCTHU; CHEKTPHI (DOTOMOIJIOLIEHUSI HAHOKPUCTAJIOB, COAEPXKAILIMX Pa3IMYHOE YUCIIO
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CBOOOIHBIX HOCUTEJICH 3apsa, ObLIN ITOIYYeHBI B paMKaxX IpuoIKeHus ciydaitibix a3 (ITICD,
anen. Random Phase Approximation (RPA)) kak ¢ HenokaibHbIM (RPAE), Tak 1 ¢ JoKajlbHBIM
(RPAX) obMenHbIMM B3aumoneiictBusmu [31, 32].

>

TeopeTnyecKuii Moaxo

B mpencraBireHHOM HCCIeNOBAaHMM MBI pacCMaTpuBaeM 71-JeTMPOBaHHBIE HAHOKPMCTAJUIbI
CdSe B 1U31eKTPUYECKOM OKPYXKEHUU C Pa3IUYHBIM TUIIOM JIETUPOBAHUSI, KOTOPBIA, COTJIaCHO
Moaxoay K mpooyeme B cTaThsx [19, 20], onpenenseT Bua 3(p(peKTUBHOTO BHELIHEIO MOTeHIIA-
Jla, B KOTOPOM JOBMKYTCS J€I0KaIM30BaHHbIe HOCUTEIN 3apsida, U, COOTBETCTBEHHO, UX pacipe-
JIesieHrue B o0beMe HaHOKpHUCTalIa.

PaccMoTpuM 251€eKTpOHEUTPANIbHYIO CUCTEMY B3aMMOIEHCTBYIOLIMX (PEPMMOHOB, CBSI3aHHBIX
MeXIy COO0O KyJIOHOBCKMM B3auMMOIEiCTBHMEM. byneM B majibHeilllleM Ha3biBaTb OTPULATEIIb-
HbIE YACTULBI B 30HE MPOBOAMMOCTH 3JIEKTPOHAMU € 3((HEKTUBHON MacCoit m .

[lonHbBIII raMUIBTOHMAH OIMCHIBAEMOI CHUCTEMBI IIPEICTAaBJISIET COOOI OIepaTop MOJHOK
SHEPruM CUCTeMbl U3 N 3JEKTPOHOB, B3aMMOIEICTBYIOIIUX APYT C APYTOM IIOCPEICTBOM KYJIO-
HOBCKOTO IMoTeHInana V, Bo BHelHeM noteHumane U, (r), paauaibHasi 3aBUCUMOCTb KOTOPOTO
OIIpeIesISICTCS] TUIIOM JIETUPOBAHUSI:

n N ﬁi N 1 N ,
H—ZEJrZUext(;;)qLEZV(r[,rj). (1)
i e i LJ

ITockonbKy OBUKEHHE 3JIEKTPOHOB BHYTPU 00beMa HAHOYACTUIIBI JMMUTUPOBAHO T'paHUILIEH
30HBI TIPOBOAMMOCTH BOMM3M moBepxHOcTH [13], Oymem omuckiBath U, (1) Kak cheprdeckyro
MMOTEHLIMAJIBHYIO SIMY, T€OMETPUUYECKUI TTapaMeTp R KOTOPOIi ompeaesieTcsl 3aJaHHbBIMU pa3Me-
paMy HaHOKpMCTajuia, a mpoduiab — BbIOpaHHBIM TUIOM JieTupoBaHUs. [lapHOoe KyJTOHOBCKOE
B3aUMOJICHCTBIE MEXIY DJICKTPOHAMH B TOYKAaxX I U I, 9KPaHUPYETCs B pe3yJibTare MOJsipu-
3allMMd KaK COOCTBEHHO CaMOro MaTepualia IOJYyIpPOBOAHMKA, TaK M OKpPYXKaIOIIE Cpelbl, TaK
4TO MYJIBTUIIONIBHOE PA3IOKCHUE TOTEHIMAIA MEXYaCTUIHOTO B3aUMOJECHCTBYS TIPU 7, r, < R
MOKET OBITh 3aIlMCaHO B ciaeayrolieM Buae [33, 34]

.
r,r)= Z o (0)Y, (1)), )
2 L 1 .
V . 4TC€ r< (81 —& )(L+ )(VJ"A)
L= 2L+1 (2
€ Le, + L+1 R
rae 7 _ — HauOOJIbIIMIA U HAMMEHBIUUIA U3 PaanyCOB ¥, » COOTBETCTBEHHO; &, £, — NUAJIEKTPH-
yeckile MIPOHMUIIAEMOCTU MAaTepuajoB HAaHOKPUCTA/UIa U €ro OKPYKEHUS, COOTBCTCTBGHHO L,
M — monHbIA YIIIOBO MOMEHT M €r0 MPOEKIUsI, COOTBETCTBEHHO; ¥, , ¥, = — KOMILIEKCHO-

COMpSIKEHHBIE chepuueckre GYHKUMHU; T, I, — PaluyChi-BEKTOPBI BSaI/IMOL[eI/ICTByIOLLlI/IX ya-
CTHII.

[Ipu mpoBeAcHUM YUCIACHHBIX PAacYeTOB MbI MOJIarajy AMDJICKTPUYECKYI0 KOHCTAHTY Celie-
HMJIA KaJIMUsl PABHOW €€ 3HAYEHUIO /Il COOTBETCTBYIOLIETO 00BEMHOTO Matepuana: & = 6,25,
a IU3JIEKTPUUECKYIO TPOHUIIAEMOCTh OKPYKEHUSI HAHOYACTUILI BIOMPAIM TUITMYHOM IS psina
9KCMEPUMEHTATbHBIX U TeopeTudeckux pabor [19, 21, 22]: ¢, = 2,25, Jlna cpaBHEHUSA C He-
KOTOPHIMM BBIBOIAMHU, CACIAHHBIMU B pabdote [19], umciaeHHBIE pacyeThl IPOBOAMWIMCH IIpU
3HaYeHUU R = 2 HM.

[Ipu 3TOM BaXkKHO OTMETUTb, UTO ITOCKOJIBbKY 3((eKTUBHAs 3JeKTPOHHASI Macca 3JIEKTPOHOB
B CeJICHUAC KaIMUs CPaBHUTEIbLHO MaJla IO OTHOIICHMIO K Macce CBOOOIHOTO 3JICKTPOHA, a
umenHo m, = 0,11m, a abbekTnBHbIA GOPOBCKUI panuyc a, OKa3biBaeTCs OOJIbIIE, YEM PAIUYC
HCCIIeIyeMbIX HAHOYACTULL R,

a,=he, / me’> =3 um,

e
9TO MPUHIUNUAIBHO OTIMYAETCS OT CUTYalluM ¢ HAHOKPUCTaJIaMU oKcuaa uuHKa ZnO, onTu-
YECKUM CBOIMCTBaM KOTOPBIX ObUIM MOCBSIIEHBI cTathu [21, 22, 26, 27].

Hnsa onucaHuss MeXKYaCTUYHOTO B3aMMOICHCTBUS B OCHOBHOM COCTOSIHUM CHUCTEMbI ObLIO MC-
nojb3oBaHo npubmekeHue Xaprpu — ®oka (HF), B pamkax KOToporo omHOYaCTUYHBIC BOJIHOBBIC
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(YHKINU 3J1€KTPOHOB ¢(1',») YIOBJIETBOPSIIOT CAaMOCOIJIACOBAaHHBIM ypaBHeHUsIM [35 — 37]:
A,
- : (I)i(l.i)+[Uext(I.i)+UH(l'i)+Ux(ri)]¢i(ri):Ei¢i(ri)’ (3)

rae £, — OIMHOYaCTUYHbIE SHEPIUU DJIEKTPOHOB, U, (r) — COOTBETCTBYIONIMI XapTPUEBCKUIA 11O~
TEeHLIMAJL.
B cnyuae cucrembl, UMeIOIIEH 3al0JIHEHHBIE 000JI0YKY, OHU 3aluchiBaloTcsa B Bune [37]:

Uy (r) = [V (r,x") p,(r)dr, )

rme oobeMHas KOHICHTpauusd 3JIEKTPOHOB

p.(r) =2 ¢;(r)9,(r)

BBIUUCIISIETCS] TTYTEM CYMMUPOBAHUS MO BCEM 3arOJIHEHHBIM OJTHOYACTUUYHBIM COCTOSIHUSIM.
[Mpu aTOM BKJIAI HENOKAIBHOTO 0OMEHHOTO moTeHumata U (r) onpenessieTcs: Kak

“(r"é. (r"dr'
U, 00, r) =y [ L )
~ r—r|

PesyabpTaThl pacueToB CpaBHUBAIUCh C COOTBETCTBYIOLIMMU 3HAUEHUSIMHU, ITOJIyUYEHHHIMU B
MPUOIVKeHUM JIOKaJIbHOM IuioTHOCTU (awnen. Local Density Approximation (LDA)), B pamkax
KOTOPOTO OJHOYACTUYHbIE BOJHOBBIE (DYHKLMU 31EKTPOHOB ¢ (I) YIOBIETBOPSIOT YPAaBHEHUAM
Kona — Illema [38], rme, B omimune OT ypaBHeHUs (3), UCIOJb3YIOTCS JIOKAJIbHBIE OOMEHHbIE
noreHuuansl U (r) B npubmmxkennu upaka — Cioarepa [38]:

U,(r)=—(e’ /2 )(3p,x)/m)". (6)

Jnst chepruuecKr-CUMMETPUYHBIX CUCTEM C 3aMKHYTBIMU 3JIEKTPOHHBIMU OOOJOYKAMU U
M30TPONHBIMU YIJIOBBIMU 3aBUCUMOCTAMU p(r) U U, (r) COBOKYNMHBIA MHIEKC [ 00O3HAYaeT
i=(n,l, m, o), Tne n — pamuaibHOEe KBAHTOBOE YUCIIO; 7, m — OpOUTAIbHBIN YIJIIOBOI MOMEHT U
€ro Mpoexius; G — MPOEKIUsl CIIMHA, & CAMU OJIHOYACTUYHbIE BOJIHOBbIE (DYHKIIUU 3aMUChIBA-
I0TCS KaK MPOU3BeIeHNUE paaluaabHOM, YIJI0OBOM U CIIMHOBOM KOMIIOHEHT [39]:

¢ (l') — Pnl (I")
nlmc
r
Z[J'[H OonmucaHMvsdad MHOTI'O3JICKTPOHHbBIX KOppeﬂfILlI/Iﬁ 6]::[.]'[0 HCITOJIB30BAHO HpI/I6JII/I)KeHI/IC CIl1y-
YyalHbIX (1)8.3 C HECJIOKAJIbHBIM O6MCHHI:>IM BSaMMOﬂﬁﬁCTBI/IeM. B paMKax 3TOro 1moaxoja BOJIHOBAasA
(DYHKLII/IH B036Y)KH,CHHHOFO COCTOSIHU S |(Dk>Hpe,Z[CTaBJIHCTCH B BUAC CYIIEPHO3UIIMM OJHOYA-
CTUYHBIX BO36y7K)leHI/IIL;I TUIIA YaCTUlla-BaKAaHCUSI:

>

Y, (8,9)x;- (7

|q)k> = Z(Xi(rf)&;&i + }Ii;k)&;&m )|q)0>a (8
m

rmue |(DO> — OCHOBHOE COCTOSIHME KOMIIEKCA, d', d — ONHOYACTUYHBIE ONEPATOPhI POKIEHUS
U YHUYTOXEHUS; UHASKCHI I, M UCIIOJb3YIOTCS (34eCh U Iajiee) MIsl 0003HAUSHMsI 3aII0JIHEHHBIX
U HEe3alOJHEHHBIX OJHOYACTUYHBIX COCTOSIHUI 3JCKTPOHHOM ITOACUCTEMbI; KO3(h(GULMEHTHI
X ;’1‘), ank)— aMIUIATYObl «BIIEpEI-BO-BpeMEHU» U «Ha3ald-BO-BpPeMEHU» COOTBETCTBEHHO (OHU
OIIPEeNEeJISIIOT BKJIaAbl COOTBETCTBYIOIIEH Maphbl YacTUIa-BaKaHCHUsS B MHOTOYAaCTUYHOE BO30YXK-
JIeHHoe cocTosiHue (8)).

Bo30y:xxaeHHBIE COCTOSIHMSI MHOTOYAaCTUYHOM CHCTEMBI C 3aIllOJIHEHHBIMU 000J0YKaMu, 00-
Jagarouieil cpepuyeckoit cummerpueii, B mpubmkenun Paccena — Caynuepca (LS) cBs3u xa-
PaKTEPU3YIOTCS IMOJHBIM YIJIOBBIM MOMEHTOM L U ero rnpoekuueit M [41], mosTomy Bce ogHOYA-
CTUYHBIC BO30YKIEHUS YaCTUIIa-BaKaAHCHUSI B CYIIEPIO3ULIMU (8) UMEIOT Ty K€ MYJIbTUIIOJIbHOCTD.

Jst onmycaHusl ONTUYECKUX CBOMCTB MCCIEAYEMbIX KOMILJIEKCOB AOCTATOYHO PacCMOTPEThb
TOJIBKO AUIIOJIbHBIE MEPEXOIbl 13 OCHOBHOTO COCTOSIHUS |CD0> B BO30YKIEHHbIC MHOIOYaCTUY-

HbI€ COCTOSIHUS |(I)k> cL=1,M=0.
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AMmmrynable Ko3dduumrentsl X® u Y® B cynepnosuumu (8) onpenensiorcs myTeM peliie-
Hug MatpuyHoro ypaBHeHus [TCDO:

UZ® =hQ Z®, )
rae €, — cobcTBeHHbIe uncaa Matputibl U,
A B X®
_ (k) _
U=lp car ) 2 =lyw ) (10

DJIEMEHTBI OPMUTOBBIX MaTpull A, B BbIpaxaioTcs yepe3 OMHOYACTUYHBIC sHeprun £ U Ky-
JIOHOBCKME MaTPUYHBIE 2JIEMEHTHI ITapHOr0 MEXYaCTUYHOTO B3aMMOJIEIICTBUSI, KOTOPbIe BhIpa-

2KAKTCA Kak . .
(aB |V () =3, 8, [@n ()0, ()W (r,r ), (r)g, (r)drdr! (11)

C OJHOYACTUYHBIMM (PYHKIMSIMU, ITOJYYEHHBIMU B pe3yybTaTe pelleHus ypaBHeHuit (3), rme
noteHuuan V(r, r’) onpeneseH CoOmiacHO pa3oXeHuIo (2).
Matpuuisl A 1 B CBA3BIBAIOT MEXIY COO0I OMHOYACTUUHBIE BO30YXKIEHUS BHYTPU CUCTEMBI
aJIeKTpoHOB [31, 37]:
Aim,jnza“8 (En_Ez)+<ln|U|m.]>’

ijmn

(12)
B[m,jn = <ZJ | U | mn>s
1 BKJIIOYAIOT B ce0sl Kak mpsiMoe (XapTpUeBCKOE), TaK M HeJOKaJbHOe OOMEHHOEe B3auMOACH-
CTBUS, T. €.
(aBlUyn)=2(aB |V |yn)+(aB|V [nY), (13)

IJIe MHOXUTEIb 2 Iepel MpsIMOii KOMIIOHEHTOH B 3TOM PaBEHCTBE IOSIBISIETCS B pe3ysIbTare
CYMMUPOBAHUS 10 CIIMHOBBIM ITePEMEHHBIM.

[Ipu mpoBeneHUM pacyeTOB BO30YKIECHHBIX COCTOSIHUI CUCTEMbl B MPUOIVKEHUU ClIydaii-
HbIX (a3 ¢ JokaabHBIM 00MeHHBIM siapoM (RPAX) [38], ciaraemoe, comep:kailiee HeJIOKaJIbHOE
oOMeHHOe B3aumopeiicTBue, B (popmysie (13) 3aMeHsIOCh MATPUUYHBIM 3JIEMEHTOM

(aB|U |my=2(aB |V |y)+(aB|V,|yn), (14)
e V.(r,r" :MS(r—r'), (15)
op(r)

(3mech IOKaIbHbBIA OOMEHHBIH moTeHMan U_onpeneneH B COOTBETCTBUM C BbIpakeHUEM (6)).

[MonoxuTenbHbIE COOCTBEHHbIE Ynca 2, €CTb DHEPTUU MIEPEXOIOB MEXIY OCHOBHBIM COCTO-
SIHUEM |CI)0> U KOPPEJMPOBAHHBIMU BO30YKJIEHHBIMU COCTOSIHUSIMU |<I)k>. CriekTpbl dHEpruit
BO30YXJIEHHBIX COCTOSIHUI M COOTBETCTBYIOLIKME BOJHOBBbIE (DYHKIIMU, TMOJYYEHHbIE TMPU pe-
meHun ypaBHeHuii (9), (10), IO3BOJISIIOT OMUCHIBATh IPOLECCHI, CBSI3aHHbIE C BO30YXIeHUEM
CUCTEMbI TOJ| Pa3IMYHbIMU BHEIIHUMU BO3NEUCTBUSIMU. Tak, OTKJIMK CUCTEMbl Ha BHEIIHEE
9JIEKTPOMArHUTHOE TMOJIe OMpeiesieTCs] CIIeKTPOM JAUIOIbHBIX BO30YXIEHUI.

Cuitbl OCUMILIATOPOB f, UTs IMTIOJIbHBIX TIEPEXOIOB MEXKILY OCHOBHBIM U k-M BO30YXKIEHHBIM
COCTOSITHUSIMU PaBHbI

f, =2m,D;Q,, (16)

U YIOBIETBOPSIIOT IpaBuily cyMmMm Tomaca — Paiixa — Kyna [37], T. e. Zk f. =N.

JurosibHbIe MaTpUYHBIEC 3IeMEHTHI D, (B KaTUOPOBKE UIMHBI) BEIYUCIIAIOTCS ITYyTEM CyMMU-
poOBaHUs MO BCEM OIHOYACTUYHBIM BO30OyxKIeHUusM |35, 36, 40]:

_ (k) (k)
Dk _Z(sz d1m+},1m dmt)’ (17)
im
rme daﬁ = <a |z | B>— OJHOYACTUYHbBIE JUMOJIbHBIE aMIUIUTYbI IJ1s Mapbl YacTHUIa-BaKaHCHS.

Amrmutynable KoadduumenTsl X® u Y® HopmMupoBaHbl B COOTBETCTBUM € ycioBueM [37],
a UMEHHO
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> (sl )=t (18)

OO0cyxaeHne pe3yJabTaToOB

CB0oOOIHBIE HOCUTEIU 3apsiia B IIOJYIPOBOAHMKOBBIX HAHOUACTULIAX (POPMUPYIOT 3JIEKTPOH-
HbIe 000JIOUKM BHE HE3aBUCHMOCTU OT MeXaHM3Ma JerupoBaHus [42, 43]. B 1o xxe BpeMs, Kak
ObUIO TTOKAa3aHO B cTaThe [19] mpu aHamu3e pacmpeneieHus 3JeKTPOHHBIX IIOTHOCTEH OCHOB-
HBIX COCTOSIHMIT HAaHOKPUCTAJUIOB ceieHuaa U cyabduna kaagmust (CdSe u CdS), tun erupona-
HUSI OIIpenelisieT CTPYKTYpY OOOJOUKM U IIOPSIIOK €€ 3aIlOJHEHUS, a 3HAaUUT — pacrpeneyieHue
IUIOTHOCTHA CBOOOIHBIX HOCUTEJIEH 3apsiaa B 00beMe KPUCTAILIOB.

IIpu moOBEpPXHOCTHOM JIETUPOBAHUM KYJOHOBCKOE OTTAJIKMBAHME MEXIY CBOOOTHBIMU 3JIEK-
TPOHAMM CMeEIlAaeT UX MO HAIlpaBJICHUIO K BHEIIHEN I'paHUIE CUCTEMBI, 8 OCOOEHHOCTU dJIeK-
TPOHHOI KOH(pUTypallui, OOYCIOBJICHHbIE MOBEPXHOCTHHIM MEXaHM3MOM JIErMpOBaHUs, 00e-
CIeYrBalOT BO30YKIEHNUE TOJIbKO YIVIOBBIX CTEIeHEeil cBOOOAbI Mpy (pOPMUPOBAHUM AUIIOJIBHOMK
KOJUIEKTMBHOI MOJIbI B pe3yJbTaTe B3aMMOIEHCTBUS C BHEIIHMM 3JIEKTPOMArHUTHBIM IIOJIEM.
JBUKeHME K€ 2JIEKTPOHOB B paauajJIbHOM HampaBIEHUU HE BKJIIOUAETCsI, TaK KaK OTCYTCTBYET
a¢deKkTUBHAS BO3Bpallamllasl cuia, AeHCTBYIOIIAs Ha JeJOKaJIN30BaHHbIC 3JIEKTPOHBI CO CTO-
POHBI MOJIOKUTEIBLHO 3apsisKEHHOTO OCTOBa [26].

Hamnpotus, st 00beMHO-JIETMPOBAHHBIX ITOJYIIPOBOAHMKOBBIX HAHOKPHUCTAUIOB XapaKTePHO
OoJsiee paBHOMEpPHOE pacIpeleseHre 3JIeKTPOHHOM IUIOTHOCTH II0 BCEMY 00beMy, a KojiebaHue
CBOOOIHBIX 3apsII0OB HOCUT TPAHC/ISIUOHHBIN XapakTep, IOA00HO TOMY, KaK 3TO IIPOUCXOIUT B
MeTaJUIMYECKNX HaHOYaCTUIIAX.

HOBCpXHOCTHOC JIErupoBaHue

B pamkax mopenu cTymeHYaToro noteHuuana [44, 45], roe moTeHUMAIbl OTAEIbHBIX aTOMOB
3aMEHSIIOTCSI HEKOTOPBIM 3(P(OEKTUBHBIM MOTEHIIMATIOM, B KOTOPOM IBUTAIOTCS AEI0KAIN30BaH-
HbIE BJICKTPOHBI MPOBOAUMOCTH [46 — 48], mpy MOBEPXHOCTHOM THUIIC JISTUPOBAHUS 3JICKTPOHBI
JKECTKO OTpaHUYEHBI B CBOEM IBMXKEHUU BHYTPU 00beMa HaHOYACTUILIBL.

IIpumepoM MOBEPXHOCTHOTO TUIIA JIETMPOBAHUS CIYKUT METO (POTOJIETMPOBAHUSI HAHOKPH -
CTaJIJIOB, MCIOJIL30BaHHLIN B pabdoTax [21, 22].

IIpu 5TOM BHEILIHUI MTOTEHLIMAI MOXHO MpPEeACTaBUTh B BUuAe cHepruuecKoil ITOTeHIMAIbHOI
SIMbI C HEITPOHULIAEMBIMU CTeHKaMu [19, 22, 26]:

2
—Ne , 0<r<R;
&R
U (r) = s (19)
_ e +U,, r>R,
&R

rae U0 — HEKOTOpPHIN (PeHOMEHOJOTMYECKUI TTapaMeTp, UMEIOIIUNI TOT e MOPSIIOK BEJTUUYMHEI,
YTO M paboTa BhIXOAA 3JEKTPOHA M3 OOBEMHOro MaTepuaia MOJIYIIPOBOIHUKA.

IIpoBeneHHbIE pacyeThl OCHOBHOIO COCTOSIHMSI CUCTEM C 3aMKHYTBIMU 3J€KTPOHHBIMU 000-
JIOUKaMHU MpY Ppa3IdyHOM 4YHCIE 3JEKTPOHOB N ITOKas3ajau, YTO paclipeleieHrue 3JIeKTPOHHOM
IUIOTHOCTU B TTIOBEPXHOCTHO-JIETMPOBAHHBIX HAHOKPUCTAJIaX UMEET CYILECTBEHHO HEOIHOPO/I -
HOE pacIpenesieHle, CMELIeHHOe 10 HaIIPaBJIEeHUIO K IIOBEPXHOCTU (CM. pUC. 1), YTO KaueCTBEH-
HO corjlacyeTcs ¢ IpeacKa3aHUsIMU, cAeJaHHBIMU B padote [19] mo pe3ynbTaTaM BBIYMCICHUI,
OCHOBaHHBIX Ha TeopuU (PYyHKIIMOHAIA IUIOTHOCTU. DTO CBSI3aHO KaK C KYJIOHOBCKUM MEX3JIeK-
TPOHHBIM OTTAJIKMBAHUEM, TaK U C OCOOCHHOCTSIMU 3JICKTPOHHOM CTPYKTYPHI CUCTEMBL.

B 0CHOBHOM COCTOSIHMM MPOMCXOOUT MEPBOHAYAJIBHOE 3aIIOJIHEHUE 3JIEKTPOHHBIX 000JI0UeK
C MaKCHUMAaJIbHBIMU OpOUTAJIbHBIMM MOMEHTAMU U 00pa3yeTcsl CTPYKTypa BUOa

2(2/ 0 +1
1S22p 3d10 maxlm(axm“ )’
T. €. BCEM OIHOYACTUYHBIM BOJHOBBIM (pyHKIMAM (7) 3aMKHYTBIX 060youeKk mpu N <102 co-
OTBETCTBYIOT PaMajibHble KBAHTOBbIE YMCIa 1. =71 — [ = 1, TIpU KOTOPBIX paaMajibHble YaCTH
BOJIHOBBIX (DYHKLMIA P (7) HE UMEIOT KOPHEH.
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DTa 9J1EKTPOHHAsI CTPYKTYpa COOTBETCTBYET «MarndyeckKumM» yucaaMm N Uit CUCTEM € 3aMKHY-
TBIMU 3JIEKTPOHHBIMU 000JI0UYKAMU:

>

N=2(_  +1),

rue Zmax — YIJIOBOII MOMEHT BBICILIEH 3aIloJJHEHHOM MojeKy/spHoil opoutaau (B3MO) (auen.
Highest Occupied Molecular Orbital (HOMO)).

1.5x10°
& —N=8

— N=50

Reduced charge density, nm

T
0.5 1.0 1.5 2.0
r,nm

Puc. 1. PacnipenesieHusi IpuBEJEHHOM MJIOTHOCTH 3apsijia DJIEKTPOHOB
p(r)/ N B 00beMe MOBEPXHOCTHO-JIETMPOBAHHOTO KpucTaia CdSe
IUISl PA3TIMYHOTO YUCIIA 3JIEKTPOHOB N

ArR, 8rR 4 ——ArlR
4 ——3rR

0.4 4

0.3 4

0,2 4
01 1 \\‘\\\\

0 L LA DL L B N R B |
20 40 60 80 100 120 140 160
N

Puc. 2. 3aBucuMocTy NpUBEAEHHOIO CMEILEHMs CPEOHEro paauyca
9JIEKTPOHHOM cuctembl Ar =(r)/ R W NpuBeAcHHON 3((HEKTUBHON IUPUHbI
BJIEKTPOHHOTO €108l &7 =,/(r*)=(r)’ /R B 0OBEME TOBEPXHOCTHO-JIETUPOBAHHOIO
kpuctasuia CdSe oT uncia 3J1eKTPOHOB

Ha puc. 2 npuBeneHO OTHOIIEHUE CMEIIEHUSI CPEAHETo 3JEKTPOHHOIO paaudyca K pamauycy
HaHOKpucTamia Ar =R—<r>/ R u mnpuBeneHHast 3¢ geKTuBHas IIUPUHA paclpeacIeHUs

o 2
BJIGKTPOHHOI IJIOTHOCTU Or = <r2>—<r> / R. BugHO, 4TO Aucnepcus 3JeKTPOHHOIO paauyca

yObIBaeT IO Mepe YBEIMYECHMSI 4YKCIa 3JICKTPOHOB /N, a 3JIEKTPOHHAs CHUCTeMa MproOpeTraer
CPaBHUTEJIbHO Y3KO€ paauvajbHOE pacIIpelesieHHe, YTO U OIIpeaessieT ee ONTUYEeCKUEe CBOMCTBA.
[Ipu 3ToM GyHKLIMM pacmpencacHus pe(r), paccunutaHHble B npubmkeHnn Xaptpu — Poka (3)
U C UCIIOJb30BaHUEM JIOKAJILHOIO OOMEHHOro noTeHuuazia Jupaka (6), okazaauch IpaKTUICCKU
UIEHTUYHEI TIPU BCEX BHIOPAHHBIX 3HAUCHUSIX NV.
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B pa6ote [19] 6bUIO BRICKA3aHO MPEANOI0XEHUE, YTO TUMOJIbHBIA Pe30HAaHC, HAOII0JaeMbIi
B CIIeKTpe (POTOMOIJIOLICHNSI HAHOKPUCTAJUIOB CeJieHrIa KaaMusi, OyaeT TpaHC(hOPMUPOBAThHCSI
IIpY YBEJIMYEHUHN YKMCa CBOOOIHBIX HOCUTENICH 3apsiia B CUCTEME M3 BO30Y:KIEHHOIO COCTOSI-
HUSI, mapaMeTphl KOTOPOTO OIPEAC/ISIIOTCS pa3MepHbIM KBAaHTOBaHMEM, B BO30YXKIEHMUE ILIa3-
MOHHOTIO TUIIA Aaxe IIPY CPaAaBHUTEJIbHO MaJoM paauyce Kpucrtamia (R = 2 HM). HeiicTBUTeIb-
HO, B CIIEKTpax IUIIOJbHBIX BO30YXIEeHUI (DOTOJIerMpoBaHHBIX HaHOKpUCTauioB ZnO [21, 22],
UMEIIINX CXOAHOE paauajbHOe pacipeaeieHue 2JIeKTPOHHON IIOTHOCTH, TAKXKe JOMUHUPOBAI
rapMOHUYECKUI IUIa3MOHHBIA pe30HaHC BpallaTeabHOro Tuiia. KoJieKTuBHasI Mpupoaa 3TOro
pe30HaHCa XOPOIILO OIMKMChIBAJach KaK B paMKax MOJEIN KOJeOaHMil KBAHTOBOM XXMIKOCTHU, TaK
U B paMKax KBaHTOBOMEXaHMYECKOro mojaxoaa Ha ocHoBe ITCDO [26, 27].

OnpHako cuTyalusl ¢ CEJICHUAOM KaaMusl KapAuHaJabHO oTiamyaercs. Kak Obuto mokaszaHo B
cratbe [27], HEOOXOOUMBIM YCJIOBUEM [JI1 BOZHUKHOBEHUSI TapMOHMYECKUX KOJIeOaHUI 3JIeK-
TPOHHOI1 IVIOTHOCTHU I10 TUILY BpalllaTeJIbHOTIO IIa3MOHA SIBJISIETCSI IIPEBHILICHUE pa3Mepa HaHO-
YaCTUIIBI OTHOCUTEIHO 3HaYeHUs 3(h(HEeKTUBHOTO GOPOBCKOTO PAIMyCa d, YTO BBITIOIHSIOCH
IIJIsI BCEX HAHOYACTUII, pACCMOTPEHHBIX B padoTax [21, 22]. A misg HaHoKpucTtayuioB CdSe aTo
YCJIOBUE HE BBIMOJHSIETCS, TaK KaKk R = 2 HM.

C y4eToM 3TOil pa3HUIBI Mbl IIPOBEIN aHAIMU3 ONTUYECKMX CBOCTB HaHOKpucTauioB CdSe,
KOTOPBIIA MBI IprUBOAUM najiee. OH MO3BOJISIET CAENaTh 3aKII0UEHNUE O MIPUPOAEC JOMUHUPYIOIIE-
ro IUTOJBLHOIO pe3oHaHca B criekTpax ¢doromnoriomeHus CdSe.

Kak Oymer moxkaszaHo B cleayolleM pasaeie, IUIsI HAaHOYAaCTUL ¢ paBHOMEPHBIM pacrpeie-
JIEHHMEM DBJIEKTPOHHOH IIJIOTHOCTH, TaKMX KaK OO0BbEMHO-JIETMPOBAaHHbBIE MOJIYIIPOBOIHUKOBHIS
HAHOKPUCTAJLIbI, BKJIAaA B KOJUIEKTMBHOE BO30YXKIEHHOE COCTOSIHME, OIMCBhIBAEMOE BOJHOBOM
¢yHKILIMEeI |‘P k> (cM. popMyny (8)), mJaeT IOCTAaTOUHO OOJIBIIIOE YKCIO Map YacTUlla-BaKaHCUSI,
a pacmpenesieHle CUJl OCUWIISITOPOB B ONTUUYECKOM CIIEKTPE IOJIyJyaeTCs B pe3yJibTaTe YMCIICH-
Horo peureHus: ypaBHeHus (10) ¢ yueTom BKJIaga BceX OJHOYACTUYHBIX BO30OYKACHUIA.

B cnydae ke ¢ MOBEpXHOCTHO-JIETUPOBAHHBIMU HAHOKPHUCTAUIAMUA CUTYalldsl MTPUHIMUII-
anbHO MHas. PacueThl mokasamu, 4to, Ojaromapsi 3p@peKTUBHOMY pa3aejeHUI0 paagdalbHOTO U
VIJIOBOTO JBM:KEHUI 3J€KTPOHOB, B CYNEPIIO3ULNU (8) MOSIBISIETCS JOMUHUPYIOIIUI YIeH pa3-
JIOKE€HHUSI, COOTBETCTBYIOLLMI AUIIOJbHOMY MEPEXOAy MEXIY OJHOYACTUYHBIMU COCTOSIHUSIMU
Ha Husiel ceoboaHol (LUMO) u Beicuieii 3anosHeHHol (HOMO) MosekyasipHbIX opOUTasix
C DHepruei Bo30yKaeHust A:

A= ELUMO - EHOMO'

JpyruMu cloBaMH, TOJbKO COCTOSIHMSI C HAaMMEHBIIMMU paduaJbHBIMU KBAHTOBBIM 4YHC-
JamMu n = | MPUHUMAIOT yyacTue B MpoLecce (OTOMOMNOIEHNs, U I AUMONbHBIX BO30YXK-
IeHU oKasbiBaeTcsl 3(h(EeKTUBHO pa3pelllieHHBIM TOJbKO Iepexon Mexny HOMO- u LUMO-
9JIEKTPOHHBIMU YPOBHSIMU C MaKCUMAaJIbHBIMU YIJIOBBIMU MOMeHTamu [ wu [+ 1 coorBeT-
CTBEHHO, a KOPPEISIINN MEXIY OJTHOYACTUYHBIM BO30YXKIEHUEM HOMO-LUMO u JpyTUMU
3JIEKTPOHHO-IBIPOYHBIMU MapaMM OKa3bIBAIOTCSI IPEHEOPEKMMO MaJIbIMU. DTOT (PaKT ITO3BOJISIET
IIpY OIMCAHUM TIJIA3MOHHOI MOJbI MCIIOIb30BaTh ABYXYPOBHEBYIO MOMEJb (IIPEAJIOKEeHA B CTaThe
[27]), B paMKax KOTOpPOiI1 OKa3bIBa€TCSI BO3MOXKHBIM IPEeHEOpeub BCEMU OIHOYACTUYHBIMU Mepe-
XoJaMu, 3a UCKIoUeHueM omgHoro eauHcTBeHHOro HOMO-LUMO-Bo30y:kaeHusI.

B stom ciyuae ypaBHenue [TCDO (10) cBoAUTCS K CUCTEME U3 IBYX JUHCHMHBIX YPaBHEHUIA:

(A+Vyy —HQ) X +V,,Y =0,

20

(A+Vy +hQ)Y +V,, X =0, 20

rae V. = <in |v| mj> — MaTPUYHBIIA 3JEMEHT «BIIepeI-BO-BPEeMEHN» MEXIY JABYMS OJHOYACTUY-

HBIMU JUIIOJbHBIMU BO30YXIEHUSAMU <«4aCTULA-IAbIPKa»; Vi, :<ij |v| mn> — MaTpUYHBIN 2Je-

MEHT «Ha3a/I-BO-BPeMEHW» MEXIy OCHOBHBIM COCTOSIHUEM U BO30YXXICHUEM TUMA «IBE YaCTH-

LIbI-JIBE JTBIPKU».

B ciayuae nokanbHOrO 0OMEHHOro B3auMozeicTBus (15) 3TM MaTpUUHbIE 2JIEMEHThl OKa3bl-

BAIOTCS PaBHBIMU MeXay coboit, V. =V, =V, u cucrema ypaBHenuit RPAX (20) 2x2 umeer
MPOCTOE aHATUTUYECKOE pellleHUE:
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=
I

hQ =~\A* +2AV, (21)

oA nQ-A 22)

NI 2hOA

Kak yxe ynoMmuHanoch, B ctatbe [19] ObLT MOAHAT BOIPOC 00 U3MEHEHUM XapaKTepa AUIIO0JIb-
HOTO pe30oHaHca B HaHoKpucTauiax CdSe ¢ pexuma pa3MepHOro KBaHTOBaHMS K KJIACCUUECKOMY
IJIA3MOHY I10 MEpe YBEJIMUCHUS 4YMCIa HOCUTENIEH 3apsiia B CUCTEME JaXe IPU CPaBHUTEILHO
MaJIbIX ee reoMeTpuueckux pasmepax (R = 2 HM). Kak Obulo IIpogeMOHCTPUPOBAHO B paboTax
[26, 27], UHOIMKATOPOM BIUSHUS KYJIOHOBCKOTO B3aMMOACHCTBUS, KOTOPOE OIpeIeisieT BKJIal
MEXKYaCTUYHBIX KOPPESILuiA B GOpMUPOBAHUE KOJUIEKTUBHOIO BO30YXXIECHHOIO COCTOSIHUSI, CIIy-
KUT Oe3pa3MepHBIl IapamMeTp, KOTOPbIil ¢ UCMOJIb30BaHUEeM 00o3HaueHuli (20) 3amuchiBaeTcsl B
BUJIC:

A=A*/2AV=A/2V.

B xiaccuyeckom mpepese, Ipu pa3Mepax CUCTEMbI, 3HAUYUTEJBbHO IIPEBBILIAIOIINX OOpPOB-
CKWil pamuyc, T. €. R >> a, KyJOHOBCKOE B3aUMOJICICTBIE MpeobiafaeT u A << 1. Hamporus,
B PEXMME PasMEpPHOro KBaHTOBaHI/IH korma R << g, yactora () B OCHOBHOM OIPEIENAETCS
oIHOYaCTUYHOI 3Heprueit A (A >>1). [1pu atom aHanm ypaBHeHUs (21) mokKa3bIBaeT, YTO y4eT
KYJIOHOBCKUMX Koppesaiuuii 2AV npuBoAUT K CMELIEHUIO YAaCTOThI IUIA3MOHHOIO pE30HAHCA B
CTOPOHY 00Jiee BHICOKMX 3HAYEHUIA, IO CPAaBHEHUIO C DHEPIUEH OMHOUYACTUYHOTO BO30YKIACHMS
A. BaxHO, 4TO CIBUI DHEPrUM BO30YXKICHUS HE COIPOBOXKIACTCS KaKOM-1Mb0 TpaHcdopma-
LIMEH BOJTHOBOM (DYHKIIMU |‘Pv>, IMOCKOJIBKY OHA COHEPXKUT TOJbKO 3JIEKTPOHHO-IBIPOYHbBIC MAPhI
HOMO-LUMO, 4uro He NpOTUBOPEUYUT KOJUJICKTUBHOI IIPUPOIE 3TOI0 BO30YKIEHHOIO COCTOSIHMSL.
HeticTBUTeNbHO, cyneprio3uiys (8) comep:KUT OOJbIIOe KOJMYECTBO UICHOB, XOTSI paaudaibHbIe
KBAaHTOBbIE YMCIa 7. = 1 W YIJIOBbIE MOMEHTHI [ = l — 1 ocraiorcs (pUKCHUPOBAHHBIMU, 4 CyM-
MMPOBaHUE npomcxonm 10 IPOCKILIUSIM yrﬂosoro MoMeHTa. Takum 00pa3oM, ITUIIOJIbHOE BO3-
OYXIIEHHOE COCTOSIHME MOXET pacCMaTpUBATbCS KaK KOJJICKTMBHAs MOJA, €CIM KOJUYECTBO
CBOOOIHBIX 2JIEKTPOHOB B 3arnojHeHHoi HOMO-o06oy0uke, yJ4acTBYIOLINX B KOJeOaTeIbHOM
JBMXEHMU, JOCTATOYHO Benuko: 2(2 7  + 1) >>1.

JpyruM BaskKHBIM IIapaMeTPOM, KOTOPHII IT03BOJISIET OLICHUBATh BKJIA/ KYJIOHOBCKUX KOPPEIIsi-
LM B IIpOLIeCC BO30YXKICHMUS AUITOIbLHOM MOJbI, CYXKUT OTHOLICHUE aMILIUTY] «Ha3a1-BO-Bpe-
MEHMW» U «BOepea-Bo-BpeMeHn» (Y 1 X, COOTBETCTBEHHO):

Y  mQ-A JA+2V —JA

—=- =- . (23)

X mQ+A  JA+2V +4A

B ciyyae manbix pasMepoB HaHOKPMCTALIOB, Koraa R << a, (A >> 1), poib KyJOHOBCKHMX
Koppensauuii npeHeopexumo mana, X =1, ¥ << 1, mOCKOJbKY Maﬂa DHEPIUS MEXDJIEKTPOHHO-
IO B3aMMOJEICTBUS, IO CPABHEHUIO ¢ KMHETUYECKOM SHEPrueii 3JIECKTPOHOB, JIOKAIM30BaHHBIX
BOJIM3M HEMPOHUILIAEMOI0 IOTCHILIMAILHOIO Oapbepa y ITOBEPXHOCTU 4yacTMIbl. Poib ykazaH-
HBIX KOppeJsiuuii 0cOOeHHO BakKHa B paccMaTpuBaeMOM ciaydyae HaHoKpucTauioB CdSe, korma
a2 heKTUBHASL Macca HOCUTEJIEH 3apsiIoB Majla, IO CPaBHEHUIO C MAaCCOil CBOOOMTHOTO 3JIEKTPO-
Ha.

B sTOoM pexume pasMepHOTO KBAHTOBAaHMS IMPUOIIKEHUE HE3aBUCUMBIX OIHOYACTUYHBIX
BJICKTPOHHBIX COCTOSIHUIA XOPOILIO OMUCHIBAET KaK OCHOBHOE COCTOSIHME, TAK U CIEKTP JUIIOIb-
HBIX BO30yXaeHuid. B npyrom npenenbHom ciywae, npu R >> a; (A << 1), MEX3JIEKTPOHHOE
B3aUMOJICICTBUE UTPACT 3HAYUTEIHHYIO POJb, YTO HOL[TBep)KL[aeTCH cootHouieHnem X =-Y =1,
Bo3pacranue aMIUIMTyObl «Ha3al-BO-BPEMEHU» CBUICTCILCTBYET O CYLICCTBEHHOM BIMSHUU
KYJIOHOBCKMX KOPPE/ISILIMA B OCHOBHOM COCTOSIHUU |0> TpaHnchopmanst HEeKOppeJIUpPOBaH-
HOTO OCHOBHOTO COCTOSIHUSI CHUCTEMbI, C(OPMMPOBAHHOIO M3 3aIlOJIHEHHBIX OJHOYACTUY-
HBIX DJICKTPOHHBIX COCTOSIHUI HIUKE YpoBHS DepMu, B KOPPEIUPOBAHHOE MHOTIOYaCTUUHOE
OCHOBHOE COCTOSIHME HPOMCXOAMUT IIyTeM OJHOBPEMEHHOIO BO3HUKHOBEHUSI BO30YXIECHHBIX
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BJICKTPOHHO-ABIPOYHBIX Iap, KOTOPHIEC B ClIydae IBYXYPOBHEBOM MOJIEIM COOTBETCTBYIOT IIepe-
XomaM MexXIy ogHodyacTMYHBIMU cocTtogHuaMu HOMO u LUMO. Brta tpaHchopmanust npu-
BOAMUT KaK K 3aMETHOMY CIABUTY DHEPrUU BO30YXAeHUs /L), TaK U K U3MEHEHUIO JUIIOJIbHOIO
MATPpUYHOTO 3JieMeHTa [ — mepexoja U3 OCHOBHOI'O COCTOSIHUSI |0> B KOJUICKTMBHOE BO30YXK-
JIEHHOE COCTOSTHUE |l> B coorBeTcTBUU ¢ hopMmyiioit (21), KyTOHOBCKHME KOPPEISLIAU IIPUBOIST
K CYILIECTBEHHOMY YBEJIMUEHUIO SHEPIMM repexoaa 7€), 1Mo CpaBHEHMIO C €€ OJHOYACTUYHBIM
3HaueHreM A. MIX COOTHOIIEHNE MOXHO OLEHUTh Kak hQ) /A =2V /A=1/A.

B 10 Xe Bpems, Kak cieayeT M3 ypaBHeHus (16), caM OUMOJBHBIA MATPUYHBIA 3JIEMEHT
yMeHblaeTcs. TToCKOAbKY NP HaIUMYMM KOPPEJSLMA BBIOJHAETCS cooTHolueHne X =-—Y,
JIBa cllaracMbIX B IPABOI YaCTU 3TOTO YpaBHEHMSI KOMIICHCUPYIOT APYT APYyra, 4TO IIPUBOIUT K
YMEHBIICHUIO MHOTOYaCTUYHOTO MAaTPUYHOIO 3jIeMeHTa [, 0 CPaBHEHMIO C €ro OJHOYACTUY-
HbIM 3HaueHueM d. CornacHo ¢opmyite (21), cymma amrumutyn X U Y TakoBa:

xiv= |2 (24)
hQ

TakuMm o00pa3oM, OTHOBPEMEHHOE YMEHBIIEHME OUIOJLHOIO MATPUYHOTO 3JIEeMEHTa U
yYBEJIMUECHUE SHEPTUU Ilepexona |O> - |l COXPaHSIIOT HEM3MEHHBIM 3HAU€HUE CUJIbl OCLIMJLISI-
TOpa, T. €.

_2m,Q
h

|2 _ 2meA

2 2
ey

=ZN. (25)

! 3

| |

IIpu sTOM cuila OCUMJUISITOpa Iepexoaa |0> —>|1> cocTaBjIsIeT 2/3 OT mpaBWIa CYMM, YTO
SIBJISIETCSI XapaKTepHBIM IIPU3HAKOM TOIO, UYTO 3TOT IEPeXOHd OIMChIBAaeT BKJad POTALIMOHHOTO
JIUIIOJIbHOIO IIJIa3MOHA B ONTUYECKUI CIIEKTP CUCTeMbl. Takoe 3aKJII0ueHHEe OCHOBBIBACTCS Ha
CBOICTBE BpalllaTeJIbHOI MOJIBI: OHA BKJIIOYAET B Ce0SI TOJIbKO YIVIOBOE ABMXKEHUE DJIEKTPOHOB;
paguabHbIe XK€ CTEIIEHM CBOOOABI OCTAIOTCS HEBO30YKIEHHBIMMU.

ITo Toii e mpuuyrHe KBaapaT YaCTOThI POTALIMOHHOTO IJIa3MOHA COCTaBiseT 2/3 OoT KBaapara
YaCTOTHl TPAaHC/ISIIMOHHBIX IUIA3MEHHBIX KOJie0aHUM, HAOII0IaeMbIX B CIydyae O0bEMHOIO THUIIA
JIETUPOBAHUSI.
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Puc. 3. DHepreTuueckoe pacnpenesieHue CUl OCLUJUISITOPOB B OKPECTHOCTU JUTOJBLHOIO pe3oHaHca
HaHokpucTasuia CdSe (N = 98), coriacHo pa3HbiM MoaeisaM: npubaukeHuss RPAE u ogHoyacTuuHOe
Xaptpn — @oka (KpacHBIE XKMPHbIC CIUIOLIHBIE M YepHBIC TOYEUYHBIE JTUHUU COOTBETCTBEHHO), a
Tak>Xe ABYXypPOBHEBasl MOJeJb (YepHasl >KUpHas 1TPUXOBask JUHUS).
CrnexTpaibHble TUHUM IIPOHYMEpOBaHLL: kK = 1, 2, 3
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Puc. 4. PanuasbHble pacrpeesieHust 2JIEKTPOHHON TUIOTHOCTH p (7) U IUIOTHOCTH MEPEXOI0B p® (1)
IUTST CTIEKTPAJIbHBIX JIMHUM ¢ k =1, 2, 3 (cM. puc. 3), a Takke MepeKPhITUE BOTHOBBIX (YHKIIMI P (r)
JUISI MOJIEKYJISIDHBIX OpOuTaeit ll(HOMO) u IJ(LUMO)

B xauectBe mpuMepa Ha puc. 3 IIPEACTaBICHO paclpencieHue CUI OCHUIIITOPOB B OKPECT-
HOCTHU IMIIOJBHOIO pPe30HaHca IJis HaHOKPUCTaJla CeJIeHMAa KaaMus, comaepxkaiiero 98 memo-
KaJIM30BaHHBIX 2JIEKTPOHOB (N = 98) ¢ KoH(purypaluei 3aMKHYThIX 000JI04eK

1S22p63d104f145g186h2271-26

1 MaKCHMAaJIbHBIM OpOUTaAIbHBIM MOMEHTOM I =6 mig HOMO-opoutanu. IIpeacraBieHbl
rpacduyecku pe3yJbTaThl pacueTra B paMKax an6J1M)KeHM51 cayvaitieix (a3 [ICDO (RPAE),
MOJIy4eHHBIE uyepe3 pelieHue ypaBHeHUs (10) ¢ moaHbIM HaOOpOM Iap yacTulla-BakaHcus. JIis
CpaBHEHMSI Ha 3TOM K€ PUCYHKE IITPUXOBOM JIMHUEH MOKa3aHa CIEKTpajbHas IMO3ULIMS CUJIbI
OCLIMJLISITOPA, COOTBETCTBYIOLLEH AByXypoBHeBol Monenu (20) mis nepexonra HOMO — LUMO
7i — 8j. ToHKO# KpacHOI JIMHUEH YCIOBHO MoKa3aH Npoduiib ceyeHusi HOTOMOIIOLIEHHUS, CO3-
JaHHBIA IIyTeM HCKYCCTBEHHOIO VIIMPEHUS CIIEKTPAJIbHBIX JUHUI JOPEHLEBBIMU MPODUIIMU
¢ mwmpuHoit 0, 2Q. DHepreTUYecKoe MOJIOKEHUE Ha CIEKTPE MTOMMHMPYIOLIEH pe30HAHCHOM
JMHUU (OTMEYeHa HOMEPOM 1) C BHICOKOM TOYHOCTBHIO COBIIANAET C AaHAIMTUYECKUM pellleHUEM
(21), yTro momTBepxKIaeT BO3MOXHOCTb OMNMCAHMS PE30HAHCHON MOMIBI KaK KOPPEIMPOBAHHO-
ro BO30YKIEHHOI'O COCTOSIHMSI, BKJIIOUAIOIIETO B CE0S TOJIBKO IEPEeXOAbl MEXIY OpOUTAISIMU
HOMO u LUMO npu ydyeTe CyMMHpPOBaAHMSI IO BCEM BO3MOXKHBIM IIPOEKIIUSIM YIJIOBOIO MO-
MEHTA.

[Ipu sTOM cleayeT OTMETHTh, YTO B OOOMX CIIydasiX CUJa OCLHUJIIATOpA C JIOCTaTOYHO BhI-
COKOI1 TOUHOCTBIO BKJIIOUAET B ce0s1 2/3 OT mpaBuja CyMM, YTO ITO3BOJISIET KIacCU(PUIUPOBATDH
PE30HAHCHYIO MOAY KaK YMCTO BpalluarelbHble KonebaHusi. Ha rpaguke puc. 3 Takke NOKa3aHbI
CWIbl OCHWJIIATOPOB, PacCUUTaHHBIC B ONHOYACTMYHOM MpuOIKeHnu. CIBUT Pe30HAHCHOM
JIuHUU 1 B CTOpOHY 00jiee BHICOKMX DHEPTUil, O CPAaBHEHUIO C MCXOOHBIM I1OJOKEHUEM BHep-
run A, cortacHo (opmysie (21), CBUIETENCTBYET O BKJIALE MEXYACTUYHBIX KOPPEIALUii B
CbOpMI/IpOBaHI/IC PE30HAHCHOI MOIBI 1 YKa3bIBaeT Ha €€ KOJUIEKTUBHYIO MpUpoay. JuIoabHbIe
Mepexobl, JUMHUM KOTOPBIX OTMEYeHBI HoMepaMu 2 1 3 (comepxat 6 u 5 % oT mpaBujia CyMM,
COOTBETCTBEHHO), OTBEYAIOT IlepexolaM C BO30YXKICHUEM paauajbHBIX CTEIIeHEil CBOOOIBI U,
CyIs 10 MajioMy OTJIMYWIO MX DHEPruid OT 3HAYCHUI B mpuoOImkKeHun Xaprpu — PDoka, HOCAT
OJHOYACTUYHBIA XapaKTep.

B xauecTBe momosHeHMSI K aHAIWU3y AMUIIOJBHOIO CIIEKTpa Ha puC. 3, Ha puc. 4 IpUBEICHBI
IJI CpaBHEHMSI paauajbHOE paclpenesicHUue 2JIEKTPOHHON IIJIOTHOCTM OCHOBHOIO COCTOSIHUS
CUCTEMBI p () ¥ PaanaIbHbIE PACTIPENETIEHUS TIOTHOCTU MEPEXOIOB JUIS CIIEKTPATbHBIX JIMHUIA
1, 2 u 3, 4TOOBI MPOAEMOHCTPUPOBATH NMPUHIUIINATLHOE PA3IMIMe MEXIY IBYMSI TUIIAMU BO3-

OYKIEHHBIX COCTOSIHUI. YKa3aHHBIC pagudalbHble pacIpeiaeieHus Wi duHuil 1, 2 u 3 onpene-
JISIIOTCST KaK
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(1) = (X000 (1) + T (), (), 20

Ha »stom xe rpaduxke (cM. puc. 4) mpeacraBieHa IUIOTHOCTh AUIOJLHOTO Ilepexona IJis
JIBYXypPOBHEBOM MOJEJIM, KOTOpas B pacCMaTpMBAEeMOM CiIydae OIpeAessseTcs Kak

(HOMO|LUMO) = P,,(r)R,,(r).

W3 mpencraBieHHBIX 3aBUCHUMOCTEl BHUIHO, YTO IUIOTHOCTh MEPEXOJ0B PE30HAHCHOM JIM-
HUM 1 IpakTUUYECKU IMOJHOCThIO COBIIAJAET C JaHHBIMU ABYXYPOBHEBOI MOIEIU U COCPENOTOYE-
Ha Ha BHEIIHEN rpaHulie paclpencieHus JIEKTPOHHON IIJIOTHOCTH, B TO BpeMsl KaK INIOTHOCTU
OQHOYACTUYHBIX IIepexomoB 2 U 3 Oojiee paBHOMEPHO pacIlipeleieHbl 110 BceMy 00beMy CHUCTe-
MBI, TIOCKOJIBKY COOTBETCTBYIOT BO30YKIECHUIO paauaJbHbIX CTEIIeHEe! CBOOOIHI.

B T0 Xe BpeMms1 u3MeHeHHe xapakTepa Pe30HAHCHOM AWUMOJBLHOI MOIbI B HAHOKPUCTAJLIax
CdSe o mepe yBeIMYeHUs YKCcJia 3JeKTPOHOB IIPU CPAaBHUTEILHO MaJIbIX T€OMETPUUECKUX pa3-
Mepax CHUCTeMBI HeJIb3sl OXapaKTepu30BaTh, I10 HAIleMy MHEHMIO, KaK IIepexol OT KBaAaHTOBOTO
K KJIACCUYECKOMY peXuMYy, KakK 3TO caejiaHo B pabote [19]. HecMoTpst Ha yBenuueHue cOBuUra

a) 35
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Puc. 5. 3aBUCMMOCTI OCHOBHBIX ITapaMeTPOB PE30HAHCHOI'O BO30YXKIEHHOTO
COCTOSTHUSI HAaHOKPHUCTAJJIa OT YMCIa 3JIEKTPOHOB N: SHEpruu Iuta3MoHa 7€),
MOJTyYeHHBIC B PA3HBIX MPUOIKEeHUSIX (a); mapameTpa A (b) n orHommeHus amrutyn —X / Y (c).
Wcnonws3osansl npubdmmkennss RPAE, nByxypoBHeBast Moneib (2 x 2) 1 OMHOYACTUIHOE
npubmkenue (A) (puc. 5, a)
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MO3ULIMK PE30HAHCHON JTMHUM OTHOCUTEIBLHO SHEPIrMM OJHOYACTUYHOTIO Iepexoaa A, Habmoma-
eMOe Ha pHUC. 5, a, MOJyYeHHbIE 3HAYCHUS TTapaMeTpa A U OTHOIIeHUs aMIunuTyn — X/ Y (cM. puc.
5, b, ¢), npu Bcex N <10 Bce ee He ynoBieTBopsiior yeoBusim A << | 1 X =—Y =1, xapak-
TEPHBIM [JIJIsI KJIACCUYECKOro IJIa3MOHHOIO KOJIeOaHMSI, KOIIa SHEPIUsI KYJIOHOBCKOIO MEXIJIEK-
TPOHHOTO B3aUMOICHCTBUS B KOPPEIMPOBAHHOM MHOIOYACTUYHOM BO30YXICHUU MpeobjiamzacT
HaJl OJHOYACTUYHOI DHEPIUeil pa3sMepHOro KBaHTOBaHUSI A. DTO eCTh CJIIEACTBUE CPAaBHUTEILHO
MaJoil 3¢ GeKTUBHONM Macchl ayeKTpoHa B CdSe 1, COOTBETCTBEHHO, 00JbLIOr0 3(p(PeKTUBHOIO
6opoBckoro paguyca. OTHOCUTEJIbHOE BO3pacTaHME aMIUIMTYAbl «Ha3al-BO-BpeMEeHU», HAOJIO-
JaeMoe Ha puc. 5, ¢, CBUACTEIALCTBYeT 00 YBEJIMUYEHMU BKJIala KYJOHOBCKMX KOPPENSLUi B
ocHOBHOe coctosHue |D;) Mo mMepe pocTa uuciaa yacTull N, HO OKa3bIBaeTCsl HEJOCTaTOYHBIM
JUISL TIepexoda K KIaCCUYECKOMY PeXXMMY KOJIeOaHMi 3JeKTPOHHOM CUCTEMEI.

B TakoMm ciy4yae mJisi OCYLIECTBIICHUS Iepexofa Pe30HAHCHOM MOJbI OT KBAHTOBOTO K KJIac-
CUYECKOMY PEXUMY HEOOXOAMMO YBEJIMYCHUE FeOMETPUUYCCKUX pasMepOB HAHOKPUCTAJUIA, IIpU
KOTOPOM, KaK MUHUMYM, BBITIOJIHAIOCH Obl ycioBue R > a,. Ha puc. 6 npuBeneHbl 3aBUCUMOCTH
OCHOBHBIX ITApaMETPOB PE30HAHCHOIO BO30YKIEHHOIO COCTOSIHUS OT paauyca R 1 HAaHOKPU-
cTajia, couxepxaiero 98 snektpoHoB (N = 98), mis pe30HaHCHOW MOIBI, COOTBETCTBYIOLLEH
crnekTpajabHolil muHuU 1 Ha puc. 3. BugHo, 4To 0 mepexone BpallaTe/bHON IIJIa3MOHHOI MOJIbI
B Kj1accu4yecKuii pexxuM B cirydae CdSe MOXHO TOBOPUTH IIpU 3HAYEHUSAX R CBBIIIE 6 HM, T. €.,
KaK MUHUMYM, Tipu R 2 a,.
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Puc. 6. 3aBucumocTu OT pamuyca R IOTEHLMAJbHON SIMbl OCHOBHBIX IAapaMETPOB PE30HAHCHOIO

BO30YXKIECHHOTO cocTossHMSI HaHokpucTtayia CdSe (N = 98): sHeprum OUITOJBHOTO pe3oHaHca /2

M pa3sHOCTM YHEPIUil OMHOYACTUYHBIX ypoBHe A(a), orHomeHus hQ / A (b), mapamerpa A (¢) u
oTHomIeHUs —Y / X mis pesoHaHcHO uHuM 1 (cM. puc. 3) (d)
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O0beMHoOE JIerupoBaHue

B cnayyae oObeMHOro Tuma JIeTMpOBaHUS MOJYIIPOBOIHUKOBBIX HAHOKPUCTAJIOB ITOJIOXKM-
TeJIbHBII 3apsi IIpeamnoaracTcss paBHOMEPHO pacIipeaeeHHBIM 10 BceMy 00beMy cUCTeMBI [19]
U CO3JaBaeMbIii UM BHEILIHUN MOTEHLIMAI B paMKax MCIIOJb3yeMOM MOAENM HOJIKEH UMETh BUI
MOTEHIIMaJla paBHOMEPHO 3apsi>KEHHOTO 11apa ¢ 3apsaoM Z = Ne B IU3JIEKTPUUESCKOM OKpYKe-
HUU:

2
N_e3 P - 1+£ R*|, 0<r<R;
2¢.R g,
U (r) = Vo (27)
——e+U0, r>R.
€,r

M3MmeHeHMe Buaa BHEIIHETO ITOTEHIMAJA B Cllydae 0ObEeMHOIO TUIA JISTUPOBAHUS, 10 CPaB-
HEHMIO C TTIOBEPXHOCTHBIM, IIPUBOJIUT K CYLIECTBEHHOMY M3MEHEHMIO CTPYKTYPhI SJIEKTPOHHBIX
000JI0YEK CHUCTEMbI, ITOPSIIKA UX 3aIOJIHCHUSI U, KaK pe3y/ibTaT, pacIpeAc/ieHUs JICKTPOHHOM
IUIOTHOCTA B 0oObeMe HaHoKpuctamia. I[IpoBeaeHHbIE pacyeThl MOKa3alau, 4YTO ISl OOBEMHO-
JIETUPOBAHHBIX CUCTEM IOPSIIOK 3aIlOJHEHUSI 000J104eK Kak B IpubmmkeHun Xaprtpu — doxa,
TaK U IPU KUCIOJIb30BAHUM JIOKAJIBHOTO OOMEHHOTO IoTeHIuana (6), J0JKeH OBITh ITOA0OHBIM
TaKOMY HOPSAAKY IJIsl IEeJIOKAIM30BAaHHBIX 3JICKTPOHOB B KJIACTEPaX aTOMOB 1LEJIOYHBIX METAJIJIOB
B paMKax mMoneiu xele [6, 9, 46, 49, 50], korma aea0Kaln30BaHHBIE 3JICKTPOHBI IPOBOAUMOCTH
JIBUTalOTCS B 1oyie 3(G@PEKTUBHOIO MOTEHIIMAAa PAaBHOMEPHO 3apsDKEHHOTO MOHHOTO OCTOBA.
Tak, 3JeKTpOHHAas CTPYKTYpa OCHOBHOI'O COCTOSIHUSI 00beMHO-JIETUPOBAHHOTO HAHOKPUCTAJLIA,
conepkaiiero 124 sjiekTpoHa, 3allMChIBACTCS CASAYIOIIMM 00pa3oM:

1s°2p°3d"°2s*4 3 p°5¢" 4d " 607 35> 7i*° 4 p°.

dpyrumMu cjioBaMu, B OTJIMYME OT CUTyallMd C MOBEPXHOCTHHIM THUIIOM JIETUPOBAHUSI, pac-
CMOTPEHHOI B IpeIbIAyllleM IIoApasaeie, MpU 3aIlloJHEHUM O000J0YeK IIPOMCXOAUT Yepeldo-
BaHKE OpOUTaedl ¢ GECKOPHEBBIMU PaaUaIbHBIMKU BOJHOBBIMU GyHKIMAMU P (r) u opbuta-
JIeii, BOJTHOBBIE (PYHKLMU KOTOPBIX MMEIOT KOPHHU, YTO, B CBOIO ouepelb, IIPUBOOUT K OoJjiee
PaBHOMEPHOMY DACMPEIEICHUIO DJIEKTPOHHOM TIIOTHOCTH P (7) MO 00beMy CUCTEMBI (puUC. 7).
Ha puc. 8 ciemyer oOpaTuTh BHMMaHKWE€ Ha HEMOHOTOHHYIO 3aBHCHUMOCTb CPEOHEro pamuyca
3JIEKTPOHHOI CUCTEMBI OT uMcia yacTull. IlosiBieHue cryneHek Ha (poHe MeIIEHHOIO Bo3pacTa-
HUs (1) CBSI3aHO C YepeaOBaHMEM 3alOJIHEHUSI 000J0YeK ¢ OECKOPHEBBIMU PaauaIbHBIMU BOJI-
HOBBIMU (GyHKUMAMU P (7), JUISL KOTOPBIX XapaKTePHO GOJIbliiee 3HAYEHUE CPENHETO pajanyca u
000104€K, BOJTHOBbIE (DYHKIIMY KOTOPBIX UMEIOT KOPHU (3TOT0 He OBLIO B ClIydyae IIOBEPXHOCTHO-
JIETUPOBAHHBIX CUCTEM).

-3

Reduced charge density, nm

Puc. 7. TlpuBeneHHble paJrajibHble paclpeeeHUs] 2JEKTPOHHON MIOTHOCTU pe(r) / N B 00beMHO-
JIEeTUPpOBaHHbIX HaHOKpuUcTa1ax CdSe, MMeIOLIMX pa3IUUHOE YUCIIO JIEKTPOHOB N
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Puc. 8. 3aBUCMMOCTb OTHOLIEHUS CPEIHETO pajuyca 3JI€KTPOHHOU CUCTEMbI
K pauycy HaHOKpUCTajia (r)/ R OT UMCJIa ee YaCTUIl

Kak 1 B c1yyae ToBepXHOCTHOTI'O JISTUPOBAHUS, B CIICKTPE TUMOJIbHBIX BO30YXIECHUI 00 BEMHO-
JIETUPOBAHHBIX HAHOKPHCTA/UIOB TOMUHUPYET pe30HAHCHASI MOJa, Y4aCTOTa KOTOPOI CYILIEeCTBEH-
HO CABMHYTA OTHOCUTEILHO ITOJOXEHUS YaCTOT OJHOYACTUYHBIX IIEPEXOIOB.

Ha puc. 9 nokaszaHbl pacnpeneneHus: il ocUuuIsITopoB Kpuctamia CdSe ¢ 90 aiaekTpoHamMu
(N = 90) u koH(puUrypaireiit OCHOBHOTO COCTOSIHUS

1s2219636171025‘24f143pé5g184a’106h22

B OKPECTHOCTU AUIIOJBHOTO PEe30HAaHCA, pACCUMTAHHBIC B MPUOIVDKCHUU CIIydailHbIX (a3 Kak ¢
YUETOM HeJIOKaIbHOrOo obmeHHOoro B3auMmojeiictBusi (RPAE), Tak v ¢ JlokaibHbIM OOMEHHbBIM
noreHuuaioMm (15) (RPAX). CrenyeT oTMETUTDb, YTO IIpU OOBEMHOM JIETMPOBAHUM, B OTIMYME
OT IIOBEPXHOCTHOIO, IIPU IUITOJILHOM PE30HAHCE IMPOUCXOAUT ABVKCHUE DJIEKTPOHOB B HAIIPaB-
JICHUM HOPMaJIM K IMOBEPXHOCTU CHUCTEMbI IPU HE3HAUYMTEJIbHBIX OTKJIOHEHUSX pacipeacieHUs
5JICKTPOHHOM IIOTHOCTU OTHOCUTEJIBLHO €€ OCHOBHOIO COCTOSIHUS. [Ipy MOBEPXHOCTHOM K€
TUIIE JIECTUPOBAHUS KOJeOaHUS 3JICKTPOHHOM CUCTEMBI HOCIT KOMIIPECCUOHHBIN XapakTep, Ipu
KOTOPOM B IIpOLIECCe IBUKEHUSI IMPOUCXOIUT CYLLIECTBEHHOE M3MEHEHUe IIJIOTHOCTH 3apsiaa [27].
DTO CBA3aHO C TEM, YTO, KaK YKAa3bIBaJOCh BbIIIE, IPU ITOBEPXHOCTHOM TUIIC JICTUPOBAHMUSI,
IIpY BO30YKIEHUM KOJUIEKTUBHOI MOJIBI IIPUHUMAIOT yY4acTUE TOJBKO YIJIOBBIE (BpalllaTeJIbHbIE)
CTENEHU CBOOOIEI.

JBrKeHUe 3JIEKTPOHOB B HAMNpPaBICHUM HOPMAIUd K MOBEPXHOCTU CUCTEMBI B cliydae O0b-
€MHOTO JICTMPOBAHUS CBSI3aHO C TEM, YTO B I1apabOoJIMUECKOM IOTEHLIMANE, CO3JaBaeMOM O0b-
€MHBIM paclipeleJIeHUeM I10JI0XUTEIbHOTO 3apsiia B HAaHOKPUCTaJUle, BO3HUKAeT 3(p(eKTUBHAS
BO3Bpalllaloliasl Cuia, JeMCTBYIOIIAs Ha AeJIOKaJIN30BaHHBIE 3JI€KTPOHEI.

B ammaGatumuyeckom mnpubmmkeHuun [24, 25] Takoe KOJUIEKTMBHOE BO30YXKIEHUE WICHTUYHO
10 CBOCH IIPUPOJIE TTOBEPXHOCTHOMY ILUIA3MOHY B CIIEKTpaX METAIMYECKUX KJIACTepoB [6, 9, 46]
U MOXET ObITh OIMCAHO KaK TapMOHMYECKME KOJIeOAHMSI LICHTPa Macc 3JIEKTPOHHOTO objiaka B
mapaboJYecKoM ITOTEHIMANe MOJOXUTEIbHO 3apsbkeHHoOro octoBa. Ilpu stom (cMm. puc. 9) y
PE30HAHCHON JTMHUU Ha0MIomaeTcs 3aMeTHas (pparMeHTalusl, o0yCIOBIeHHAS B3aUMOICHCTBUEM
rapMOHUYECKOI MOMBI ¢ OMHOYACTUUYHBIMU BO30OYXICHUSAMU. B oTIMuMe OT cUTyalluu, paccMo-
TPEHHOI B MPEIbIOyILIEM pasieie, MOSBWIOCH pa3iddyre B IOJIOXKEHUU OOKOBBIX MaKCHUMYMOB,
CBSI3aHHOE C MPUMEHEHMEM pPa3HBbIX OOMEHHBIX IMOTECHIIMAJIOB, IPU COXPAHEHUU MPAKTUYCCKU
HEM3MEHHOTO ITOJIOXKEHUSI LIEHTPAJILHOIO IMKAa U €r0 CHJIbl OCLHULISATOPA. DTOT Pe3yJbTaT MOI-
TBEepKIaeT CBsI3b (pparMeHTALMM PE30HAHCHOI JMHUU C MEXYACTMUHBIM B3aUMOICHCTBUEM,
BKJIIOYAIOIIMM OOMEHHYI0 KOMIIOHECHTY.

Ha puc. 10 moka3aHbl paauajbHbIe paclpeAeaeHNs] JIEKTPOHHON IIOTHOCTA OCHOBHOIO CO-
CTOsIHMS P (7) U TUIOTHOCTU JUTONBHBIX MEPEXOIOB ISl CIIEKTPAIbHBIX JTUHUIA, TPOHYMEPOBAH-
HbBIX Ha puc. 9. BaXXHO OTMETUTD, YTO ISl BCEX TPEX CIEKTPAIbHBIX JIMHUI, BKIIOYAsi OCHOBHYIO
oA, HOMepoM 1, TUIOTHOCTD IIEPEXO0B 3aMETHO OTJIMYAETCS OT HYJISI BO BCEM 00BbEME CHUCTEMBL.
DTO CBUACTEILCTBYET O TOM, UTO B (POPMUPOBAHUHU KOJUIEKTUBHBIX MOJ (8) y4acTBYIOT, KaK MU-
HUMYM, HECKOJIbKO I1ap «4acTUIa-BaKaHCHUsI» 1 IBYXypOBHeBas1 Moaesb (20) yxke He IpuMeHUMa.
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Puc. 9. DHepretnueckue pacrpeneaeHusT CUI OCHMIIITOPOB B OKPECTHOCTH JUITOJIBLHOTO pe30HaHca
B CIIeKTpe oObeMHO-jJeruposaHHoro HaHokpuctamuia CdSe (N = 90), mojyyeHHble B pPa3HbIX
npuonuxenusx: RPAE u RPAX (BepTukajibHble KpacHble U CUHUE OTPE3KU COOTBETCTBEHHO),
OIIHOYACTUYHOE TpubImkeHne XapTpu — Poka (4epHbIe TOYCUHBIC BEepTUKAIbHBIC JIUHUN).

CrexTpajibHbIC TUHUM IIPOHYMEpoBaHbL: k = 1, 2, 3
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Puc. 10. PajmasibHble pacipeaeneHns 1eKTPOHHOI IIIOTHOCTH p (1) ¥ IUIOTHOCTH TIEPeX0noB pi” ()
IUTIST CTIEKTPaNIbHBIX TUHUM ¢ k = 1, 2, 3 (cM. puc. 9)

Tabnuna

PacuyeTHble 3HaYeHHS AMILTUTY] OCHOBHBIX OJHOYACTHYHBIX NEPEX0I0B,
JA0IHUX BKJIAA B CHEKTP BO30YXKIEHHbIX COCTOSHMIT HaHOKpucTawia CdSe

(cm. puc. 9)
3Hauenue AMIUIUTYAbI, OTH. €1.,

HOMep WJIN UX OTHOLICHUEC JIA Mepexoaa

;‘z‘;f;‘a 6h — Ti 4d — 5f
X Y -Y/X X -Y | -YX
0,60 | 0,12 0,20 | 0,54 [0,07| 0,13
2 0,36 | 0,05 0,14 0,44 10,04 | 0,09
3 0,22 | 0,05 0,23 0,15 10,03 0,20

OO0o0O3HaAUYEHU: X, Y — AMILUIMTYAbl «BIIEPEA-BO-BPEMCHU» U <«HA3ad-BO-BPECMCHN» COOTBCTCTBCHHO.

IIlpumevanue. Yucmo 3aeKTPOHOB B 3JIEKTPOHHOU 00010uKe ObLI0 mpuHATO N = 90.
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B TtaGmmie mnpuBeneHbl 3HAYEHWS aAMIUIMTYI <BIIEPEN-BO-BPEMEHN» U <«HA3aId-BO-BpEMeE-
HU» JUISI OCHOBHBIX OJHOUYACTUYHBIX IIEPEXOA0B, JAIOLIMX BKJIA[ B COOTBETCTBYIOLIME JIMHUU B
CIIEKTPE BO30YKICHHBLIX COCTOSIHMII HAHOKPHMCTA/UIa CeJIeHUAAa KaaMMSI C YKMCJIOM 3JIEKTPOHOB
N = 90, npencraBieHHoM Ha puc. 9. Kak BUOHO M3 JaHHBIX TaOJMIILI, BCE TPU IUITOJBbHBIX
BO30YKIeHMS (BKJIIOUasi MIABHYIO PE30HAHCHYIO JuHUIO 1 ¢ sHeprueit AQ = 2.8 3B u cumoii
OCLUMJIISITOPA, COCTABJISIIONIYI0 mpuMepHO 52 % OT IpaBwiIa CyMM) IPEICTaBJISIOT COOOM JIM-
HeiiHbple KoMOMHauMM (8), OCHOBHOM BKJIAJ B KOTOPBIC NAlOT JBAa OJHOYACTUYHBIX IIEPEXOJa:
6h — 7iu 4d — 5f. BnusiHue Apyrux nap 4acTulia-BaKaHCUSI OKa3aJoCh He3HAUUTeTbHBIM. [1pu
9TOM, CYIs MO 3HAYEHUSIM OTHolueHMui amiuiutya —Y / X ~ 1, Bo Bcex cliydasix 3aMETHYIO POJib
WUrpaloT KOPPEeIsaly B OCHOBHOM COCTOSIHMM, Y 3HAYUT MOXKHO 3aKJIIOYUThH, YTO BCE TPU JIMHUU
MOXKHO paccMaTpUBAaTh KaK pe3yJbTaT (hparMeHTAlMU OJHOM rapMOHUYECKOI MOJIBI.

Ha puc. 11, ¢ npencrtaBieHbl 3aBUCMMOCTA dHEPTrUM PE30HAHCHON MOJIbI hQRPAE OT yucia
JIEJI0KAIM30BaHHBIX 3JICKTPOHOB, PACCUMTAHHON B MPUONIMKCHMU CIy4alHBIX (a3 ¢ IOJHBIM
06a31ucoM OJHOYACTUYHBIX BO30YXKICHMIA, a TaKKe pe3yabTaThl PACUETOB B paMKaX ABYXYPOB-
HEBOU MOJIENIU IS MEPEXOJOB ¢ MAKCUMAJIbHOW CUJIOW OCLMJLISTOpA Qm U DHEPTUEN COOT-
BETCTBYIOLLIMX OJHOYACTUYHBIX IIEPEXOAOB A OT 4uUCjIa JIEKTPOHOB B 0O0BEMHO-JIETMPOBAHHBIX
HaHoKpucTtaiax CdSe. B ornuume oT cuTyaluuu ¢ MOBEPXHOCTHBIM TUIIOM JIETUPOBAHUS, TIE,
COIJIACHO JAHHBIM, MPEICTAaBICHHBIM Ha pUC. 5, pe3yabTaThl ABYXYPOBHEBOM MOJEIN U pacyera
C YYETOM ITOJTHOTO 0Oa3uca MpaKTUUECKM COBITaJaIu, 31eCh HaOII0AaeTCs CYILIECTBEHHOE PACXOXK-
JeHUEe MEXIY STUMU ITOAXOJAMU IIPU JIIOOOM YHCJIe 3JEKTPOHOB B CUCTEME. DTO IOATBEPXKIACT

a)

Energy, eV

b)
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0.14 4 ’
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010{ ! :!"
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N N
Puc. 11. 3aBUCMMOCTH OCHOBHBIX IapaMETPOB PE30HAHCHOTO BO30YKIEHHOTO COCTOSIHUSI O0OBEMHO-
JieTupoBaHHOTro HaHokpuctaaia CdSe oT yucia 37eKTPOHOB N: YacCTOTHI JUIIOJBLHOTO pPe30HaHCa
(), ToJlydeHHBbIC B Pa3HBIX MPUONIMKEHUAX (a); OTHOIICHMST aMIUIuTyd —Y / X (b) M OTHOIIEHUS
hQp,, /A (0).
Ucnons3oBansl npubamkenus RPAE, nByxypoBHeBas Mozeib (2X2) M omHoyacTUYHOE IpubimkeHue (A)
(puc. 11, a)
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CYILIECTBEHHOE BIMSIHUE KOPPESILUI MEXIy OJHOYACTUYHBIMU KaHallaMUd Ha (OpMUpPOBAHME
KOJUIEKTUBHOTO BO30YXJIeHHOTro cocTosiHug (8). Ha Takoe BiMsiHME yKa3bIBaeT U HaAOJII01aeMOe
MOYTH JBYKPATHOE TMPEBBIIEHUE YACTOTBI () = TIO OTHOLIEHHIO K YaCTOTE OAHOYACTMYHOTO
nepexoga A, a Takxxe 0oJjiee BEICOKOE, YeM BIBOE (IO CPaBHEHUIO C pe3yJbTaTaMMu Ha pUcC. 5, a)
3HAUYEHME OTHOILIeHMST aMIUIuTyd —Y / X 171 OCHOBHBIX AWIOJBHBIX IepexoaoB. HamoMmHuM,
YTO 3TO OTHOIIEHHUE CIIYKUT MHAUKATOPOM KOPPEJSILMNiA B OCHOBHOM COCTOSIHUM.

TakuMm o0Opa3oM, KOJUIEKTMBHasl OMIIOJIbHAass Moda B HaHokKpucramwiax CdSe ¢ o00beMHBIM
TUIIOM JIETUPOBAHUSI MPOSIBJISIET BCE CBOMCTBA KOPPEIMPOBAHHOIO MHOTOYACTUYHOIO BO30YXK-
JIIEHHOTO COCTOSIHMSI. 3HAauMT, €€ MOXKHO OIlMCaTh KaK ITOBEPXHOCTHBIN IUIa3MOHHBIM Pe30-
HaHC, HECMOTPA Ha HeBbInosnHeHue yciaoBusg X =—Y =1 qig paccMOTpeHHOTro ciaydas, Koraa
R=2ummpu N <10°.

Kak u B ciayyae MOBEpXHOCTHOTO JIETMPOBAaHMUS, IIPU YBEIUUCHUN T'€OMETPUUECKUX pa3Me-
pPOB 00BEMHO-JIETMPOBAHHOIO HAHOKPUCTAaJla KOJJIEKTUBHAs pPEe30HAHCHAs MoAa II0 CBOUM
CBOICTBaM Bce OoJjiee IMpUOIMKaeTcs K Kilaccuueckomy IasMoHy. Ha puc. 12, a mpuBeaeHbI
3aBMCMMOCTHM SHEPTMM PE3OHAHCHOTO BO30YXKIEHHOTO COCTOSHMSA /Y., . ¥ Pa3HOCTH OJHOYA-
CTUYHBIX YPOBHEW 3HEpruu A [jIs1 OJHOYACTUYHOIO nepexoma 64 — Iﬁ %HOMO—>LUMO) oT
paguyca R misi HaHOKpucTaia, comepxaiiero N = 90 3JIeKTpOHOB IS pe30HAHCHOI MOJIFI,
cooTBeTcTBYyIOIIEH auHuM 1 Ha puc. 9, a. Ha puc. 12, a npuBeneH Takxke rpaduk aHaaIUTHU-
YeCKOM pamuajabHON 3aBUCHUMOCTHM KJIACCUUYECKON 4YacTOThI IJIa3MOHHBIX KOJeOaHUI Qd TS

a 55
3.0 1
2.5
?
.2.0
>
o
215
L
1.0
0.5
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i T T T T T g
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b) c) R, nm
LS . =YX
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241
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2.21 /
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Puc. 12. PaguanbHble 3aBUCUMOCTHA OCHOBHBIX ITAPAMETPOB PE30HAHCHOTO BO30YXIE€HHOTO COCTOSIHUS
00beMHO-JIErMpoBaHHOro HaHokpucrauia CdSe (N = 90): sHepruu JUNOJILHOIO pe3oHaHca /Q
IO Pa3HbIM MOJEJISAM (a), & TaKXKe OTHOWIEHUH AL, ./ A (b) n ammutyn — Y / X (c).
Wcnonw3oBansl npubmekeHuss RPAE 1 omHowacTruHOe (A), a TakKe MOKa3aHbl COOTBETCTBYIOIIME 3HAUCHUS
KJIACCUYECKOM 4aCTOThI IJIA3MOHHOTIO pe3oHaHca Q , (puc. 12, a)
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MPOBOAIIETO c(hepruIeCKOro IMPoOBOIHUKA B IUAJIECKTPUUECCKOM OKPYKEHUH; TpaUK IMOCTPOECH
B COOTBETCTBUU C popMyoii [12]:

o 3e’N
“ \m(e +2¢,) R (28)

M3 sroro rpacduka BUAHO, YTO IpU R = 2 HM elle HaOMI0ZaeTCsl 3aMETHOE pacXOXKIeHHE
MEXIY YacCTOTOM OUIIOJBHOTO Pe30HAHCA, MOJYYEHHON ITyTeM KBAaHTOBOMEXaHMYECKOTO pacyue-
Ta, U KJIACCUYECKON OLIEHKOM, OHAKO €ro BeJMYMHA ObICTPO YObIBaeT, U yxke npu R =>4 Hm
MOKHO TOBOPUTH O TOM, YTO IPOM3OLIE] Iepexo] OT KBAHTOBOTO PEXMMa ILJIa3MEHHBIX KOJIe-
0aHMII K KJIACCMYECKOMY, KOIJa BIMSHME MEXYAaCTMYHOIO B3aMMOICUCTBUS B 3JICKTPOHHOM
cucteMe IpeobiagaeT Haa 3¢ ¢GeKTaMyu pa3MEepHOTO KBAaHTOBaHUS, a OCHOBHOE COCTOSIHHE IIpU
5TOM MPEICTABIISICT COO0M CUILHO KOPPEeIUpOBaHHYIO cucTteMy. OO 3TOM XK€ CBUACTEIBCTBYIOT
¥ TIPEICTABIEHHBIE Ha pUC. 12, b ¥ ¢ 3aBUCMMOCTY OTHOLIEHMsI SHEPruii Q). . . /A v ammuTyn
—Y / X nns aneKTpoHHOrO Iepexona 64 — 7i, maollero OCHOBHOI BKJam B cymmy (8).

Takum 006pa3oM, MOXHO CIEJIaThb BBIBOI, UTO YCJIOBMS JUISI IEpPeXola KOJUIEKTMBHOTO M-
MOJILHOTO BO30YXICHUS OT KBAHTOBOIO PEXMMa K KJIACCUYECKOMY B 3HAYUTEJIBbHOI CTCIEHU
3aBUCAT HE TOJIBKO OT TEOMETPUUYCCKUX pa3MEpOB HAHOKPUCTA/LIA U YMCIa CBOOOIHBIX HOCUTE-
JIel 3apsda, HO M OT TUIIA JIETUPOBAHMSI HAHOKPUCTAJIA, IIPUYEeM IIpU 00bEMHOM JIETUPOBAHUM
repexol HabMoaaeTCs IIPU CPAaBHUTEILHO MEHBIINX 3HAUYCHUSIX paglyca CUCTEMBL.

3akiaoyenue

B paborte TeopeTruecKu UCCAeAOBaHbI ONITUYECKHE CBOMCTBA MOJIYIIPOBOIHUKOBBIX HAHOKPH-
CTaJIJIOB C pa3JIMYHBIM TUIIOM JIerMpoBaHUs. B KauecTBe 00beKTa uccienoBaHus ObUIM BHIOpaHbI
HaHOKpUCTaJLIbl cejaeHuaa Kagmust CdSe, comepxkallye pazIMIHOE YMCIO ASI0KATM30BaHHBIX
HocuTeJieil 3apsaa. st omucaHusl IPOLIECCOB B3aUMOACHCTBUS 3JEKTPOHOB MEXIY COOOI M ¢
BHEIIIHUM 3JIEKTPOMAarHUTHBIM I10JIEM ObLI MCITOJIb30BaH TEOPETUUECKUI ITOAX0A, OCHOBAaHHBIN
Ha npuoOmkeHun XapTpu — @oka M MpUOIKeHUM ciaydailHbIX ¢a3 ¢ oomeHoMm (ITCDO).
[t cpaBHEeHUSI TakKe OBLIM MPEACTaBICHBI Pe3y/abTaThl PACYETOB B IPUOIMKEHUU JIOKAJIBHOMN
IUIOTHOCTHU ¢ moTeHnuanoMm dupaka — Ciatepa.

Bri10 ycTaHOBJIEHO, YTO B ONTUYECKMX CIEKTpPaX HAHOKPUCTAJIOB, ITOJYYEHHBIX C IPU-
MEHEeHHEM O0OHMX MOAXOIOB, HAOMIOAAETCsS NOMUHUPYIOIIAs pe30HAHCHASI JTUHUS, ITOJOXKEHUE
KOTOPOI MpPaKTUYECKU HE 3aBHCUT OT METOAa OIMCAaHUSI OOMEHHOIO B3aMMOIEMCTBUS MEXIY
BJICKTPOHAMM IIPU BCEX PACCMOTPEHHBIX 3HAUEHMSIX UMCia 4acTull B cucreme. Bo3OyxkaeHHOe
COCTOSIHME, COOTBETCTBYIOIIEE PE30HAHCHOMY AUIIOJILHOMY IIE€PEX0ay, UMEET IIPU 3TOM KOJLIeK-
TUBHYIO NPUPOAY KaK MpU IOBEPXHOCTHOM, TaK U IIPU OOBEMHOM MeXaHM3MaX JITUPOBaHUSI,
0 UYeM CBMIIETEJbCTBYET CYLIECTBEHHBIN BKJIaJ MHOTOYAaCTUYHBIX KOPPEISILUil B (DOpMUPOBAHNUE
BOJIHOBOM (DYHKIIUM.

B cnydae ke moBepXHOCTHOI'O TUIIA JETMPOBAHMS 3JIEKTPOHHASI CTPYKTYpa OCHOBHOI'O COCTO-
SIHUSI UMEET CYLLIECTBEHHO HEOMHOPOMIHOE pacrpenesieHre IIOTHOCTH 3apsiia, KOraa MakKCUMyM
(yHKLIMK pacmpeneeHus] OKa3bIBaeTCsI CMEIIEHHBIM K ITOBEPXHOCTM HAaHOKpHCTaIa, YTO, B
CBOIO OYepedb, ONpeaeseT XxapakTep KojebaHUil AUNOJbHON PE30HAHCHOW MOJBI.

AHanu3 pacrnpeneeHus] CU OCHUJUISITOPOB B OKPECTHOCTH PE30HAHCHON JIMHUM, a TakxKe
COOTBETCTBYIOLLIMX AUMOJbHBIX aMIUIATYI U paclpene/ieHUs] IVIOTHOCTU IUIIOJbHBIX MEPEXOI0B
IoKas3aj, 4To KojeOaHuUsl 3JeKTPOHHON IUIOTHOCTU KOJIJIEKTUBHOM MOJBI HOCSIT BpalllaTeIbHbIN
XapakTep, IIpU KOTOPOM OKAa3bIBalOTCSI BO30Y:KACHHBIMHU TOJIBKO YIJIOBBIE CTEIIEHU CBOOOIBI, B
TO BpeMsI KaK ABMXKEHUE B paavajJIbHOM HaIlpaBIeHUM MPaKTUIECKU 3aMOPOKEHO, IIOCKOIbKY BO
BHEIIIHEM ITOTeHIIMaje OTCYTCTBYET NEiCTBYIOIas HAa HOCUTEIM 3apsiia BO3Bpalllaloliasi cuja,
HaIlpaBJCHHas 110 HOPMaJi K IMOBEPXHOCTU.

DTOT Xe BBIBOI ITOATBEpKAAETCS pe3yJibTaTaMM, IIOJYYEHHBIMU B paMKaxX IBYXYPOBHEBOI
MOJIe/Id, KOTOpasl OMNMChIBACT AUIMOJbHBIN PE30HAHC IIPU ITIOBEPXHOCTHOM JIETMPOBAHUM KakK
KOppPEIMPOBAaHHOE BO30YKICHHOE COCTOSIHME, COCTaBJIEHHOE M3 ITap YacTUlla-BaKaHCUSI, BKIIIO-
YapIIUX TOJAbKO nepexoansl Mexay opoutansimu HOMO u LUMO npu BceX BO3MOXKHBIX IPO-
eKIIMSIX YIJI0OBOro MOMeHTa. PacueThl mokaszajiu, 4TO 3HAYeHHUSI PE30HAHCHOM 4YacTOTHI, ITOJIY-
YeHHbIE IIPU y4yeTe BCEX BO3MOXHBIX OJHOYACTUYHBIX II€PEeXOJOB M B paMKax IBYXYPOBHEBOI
MOJIEJIM, OKA3bIBAIOTCS MPAKTUYECKW MACHTUYHBIMHU UISI BCEX PACCMOTPEHHBIX HAHOKPHUCTAI-
noB CdSe, comepxammx oT 8 mo 162 nmemokanu3oBaHHBIX 3JeKTpOHOB. Ciabas CBSI3b MEXIY
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BpalllaTeJIbHON MOJION M OJHOYACTUYHBIMU BO30YXKIECHUSIMU, B KOTOPBIX 3a1€ICTBOBAHbI paau-
aJIbHbIE CTEIIEHU CBOOObI, IIPUBOAUT K TOMY, YTO pe30HAHCHAS JIMHUS OKa3bIBaeTCs MIPaKTUye-
CKM He (pparMeHTUpoBaHHOI. [Ipy 3TOM 00HapyKEeHO, YTO IS CPAaBHUTEILHO MaJIbIX pa3MepOB
CHCTEMBbI, KOITIa paluyCc HAaHOKPHUCTAa/lJIa OKa3bIBaeTCsl MeHbllle 3¢(h(HEeKTUBHOIO OOPOBCKOIO, IIPU
YBEJMUEHUH YHCIa 3JEKTPOHOB €llle He IIPOUCXOAUT Iepexoaa Pe30HAHCHON MOIBI OT pexXuma
pa3MepHOro KBaHTOBAaHMsS K KJIACCMUYECKMM ILJIa3MOHHBIM KOJeOaHUsSIM, HECMOTPSI Ha BO3pac-
TalOLIMKA BKJIAA KYJIOHOBCKOIO MEX3JIEKTPOHHOIO B3auUMOACHCTBUS. TeHACHLMSI K MEPEXOMy
B KJIACCUMYECKUI pexXUM MPOSIBISIETCS JIMIIb P YBEJIIMYEHUU paauyca CUCTEMBI OO0 pasMepa
3(HeKTUBHOr0 OOPOBCKOIO paauyca, U IIpU 3TOM COXpPaHsSETCs BpalllaTeJbHBINA XapaKTep KoJje-
0aTeIbHOTO IBIKEHMSI.

IIpu 0O0beMHOM JIETMPOBAaHMHU, KaK ITOKa3ajayd pacyeThbl, 2JIEKTPOHHAsI CTPYKTypa OCHOBHOTIO
COCTOSIHUSI OKa3bIBaeTCsl CYIIECTBEHHO MHOM, IO CPaBHEHUIO C IOBEPXHOCTHO-JIETMPOBAHHBI-
Mu cuctemMaMu. Ilpu 3ToM pamuaabHOE pacHpeae/ieHUe 3JIEKTPOHHON IUIOTHOCTU IO O0BbeMY
HAHOKPUCTaJlJla CTAHOBUTCSI O0Jiee paBHOMEPHBIM, a IapabOoJMYECKUil XapaKTep MHOTeHIMaia
MMOJIOKUTEILHO 3apsSKeHHOIO OCTOBA IPUBOAUT K BOZHMKHOBEHUIO paaMalbHO HAIlpaBICHHOM
BO3BpallAOIIEii CUJIbI, JEMCTBYIOIIE Ha 3JIEKTPOHBL. B pe3ynbrare KOJIEKTUBHOE BO30YXKICH-
HOE COCTOSIHME€ MOXHO OIIMCaTh KaK FapMOHMYECKHE KOJeOaHHUsI 3JEKTPOHHOIO O0jaka Kak
eIHOI0 1IeJIOr0 B HAMpaBIeHUM HOPMaJIU K IMOBEPXHOCTU CHUCTEMBI IPU HE3HAYUTEIbHBIX OT-
KJIOHEHMSIX paclipelesieHUs IJIOTHOCTU, MO CPAaBHEHUIO C OCHOBHBIM COCTOSIHUEM.

TakuMm o6pa3oMm, Mpu OOBEMHOM JIETUPOBAHUM IMUIIOJbHBIA PE30HAHC MOXHO OIIMCHIBATh
KaK KOJUIEKTUMBHYIO MOAY TPaHCJSLIMOHHOIO THUIIA, B KOTOPOI, B OTJIMYME OT CUTyallMU C IIO-
BEPXHOCTHBIM JIETUPOBAaHUEM, OJHOBPEMEHHO CKOPPEIMPOBAHBI HECKOJHKO OTHOYACTUUHBIX
JIUIIOJBHBIX MEPeXoJ0B. DTO IIOATBEPXKIACTCS TeM, YTO Pe3yJbTaThbl, MOJIYYECHHBIC Ha OCHOBE
JIBYXyPOBHEBOM MOJEJU, CYLIECTBEHHO OTJIMYAIOTCS OT TAKOBBIX, YUMTHIBAIOLIMX TOJIHbBII OQHO-
YaCTUYHBIM 0a3uc, mpuYeM pas3HHUIlAa BO3pacTaeT MO Mepe YBEIMUECHUS YuCjia YacTUIl B CUCTe-
me. Kpome Toro, B3auMoaeicTBue TapMOHMYECKONM MOJBI C OMHOUYACTUYHBIMU BO30YKIEHHBIMU
COCTOSIHUSIMU TIPUBOAUT K (hparMeHTallMM Pe30HAHCHON JIMHUM, TIOCKOJIbKY CTEIIEHU CBOOOIDI,
KOTOPBIMU 00J1afaeT KojaebaTeabHas 3JeKTPOHHAS CUCTeMa, B TaHHOM CUTyallMy He pa3aesIeHbI.
B dbopmupoBaHUM KOJIEKTUBHON MOMABI TaKKe Mpeo0/analoT KBaHTOBBIE 3¢ GEKThl IIPpU CpaB-
HUTEJbHO MaJIbIX padMepax HaAaHOKPUCTAJJIOB, OMHAKO IEPeXol B PEXXUM KJIaCCUYECKOro ILIa3-
MOHHOTIO KOJieOaHUS MPOUCXOAUT MPU MEHBIINX pamuycaX CUCTEMBbI, YeM IIpU ITOBEPXHOCTHOM
TUIIE JIeTUPOBaHUs. B pesynbTaTe yxKe Ipu padmMepax, COIMOCTaBUMBIX ¢ 3(P(PeKTUBHBIM OOPOB-
CKMM pagulyCcoM, TUIIOJbHBIE KOJeOaHUsI 2JIEKTPOHHOIO 00Iaka MOXHO OMMcaTh KakK IJIa3MOH-
HYI0O MOy, 4acTOTa KOTOPOH CTPEeMUTCSI K KJIACCMUYECKOM 4YacTOTe IUIa3MEHHBIX KoyieOaHWiI B
cheprueckoM TIPOBOTHUKE.

Wrak, MOXHO caeiaTh BBIBO/, YTO BHE 3aBUCUMOCTH OT MCIIOJb30BAaHHOIO METOa JIETMpPOBa-
HUSI OJIYIIPOBOIHUKOBBIX HAHOKPUCTAJUIOB, B UX ONTUYECKOM CIEKTPE JOMUHUPYET Pe30HAHC-
Hasl IUIIOJIbHAS Moja. XapaKTep IIOCJIeaIHell onpeaesieTcsl pa3MepaMu caMOli CUCTeMBI, a TaKXkKe
TUIIOM JIETUPOBAHUSI M €r0 CTENEHBIO, T. €. YMCJIOM JeJ0KaJM30BaHHBIX HOCHUTEJIeH 3apsiaa.
ITo mepe yBeaMueHMSI TEOMETPUUECKUX Pa3MEpPOB BJICKTPOHHOI CUCTEMBI (B MEPBYIO Ouepeib)
U 4uCjia €€ 3JICKTPOHOB IIPOMCXOAUT MOCTEIIEHHBINM Iepexol KOJICKTUBHOTO BO30YXKIEHHOTO
COCTOSIHUSI OT peXrMa pa3MEpPHOT0 KBAaHTOBAaHMS K KJIACCUUECKOMY IIJIAa3MOHHOMY KOJeOaTesIb-
HOMY IBIZKEHMIO 3TOM cUCTeMBbl. I1pu 5ToM XapakTep ABMKEHUsI, 3aBUCSIILUNI OT YKCIa BO30YXK-
JIIEHHBIX CTEIeHe CBOOOMIBI, OIPEASsIeTCs 3JEKTPOHHOUN CTPYKTYPOil OCHOBHOIO COCTOSIHMUSI.
DJIeKTpPOHHAasI e CTPYKTypa 3TOr0 COCTOSHUS (POPMUPYETCSI B COOTBETCTBUM C pacIipeAcaeHUEM
MOTeHIIMAaJIa MOJOXUTEILHOTO 3apsiaa, T. €. C TUIIOM JISTUPOBAaHUSI.

CINMUCOK JIUTEPATYPbI

1. Kmavos B. B. Hanormiasmonuka. M.: ®@usmartiur, 2009. 480 c.

2. Bozhevolniy S. 1., Martin-Moreno L., Garcia-Vidal F. (Eds.) Quantum plasmonics. (Springer
Series in Solid-State Sciences. Vol. 185). Cham, Switzeland: Springer International Publishing, 2017.
327 p.

3. Enoch S., Bonod N. Plasmonics: From basics to advanced topics. (Springer Series in Optical
Sciences. Vol. 167). Heidelberg, Berlin: Springer-Verlag, 2012. 321 p.

46



4 AToMHas du3nka, hu3nKa KIacTeEPOB U HAHOCTPYKTYpP -

4. Tame M. S., McEnery K. R., Ozdemir S. K., Lee J., Maier S. A., Kim M. S. Quantum
plasmonics // Nature Physics. 2013. Vol. 9. June. Pp. 329—340.

5. Scholl J. A., Koh A. L., Dionne J. A. Quantum plasmon resonances of individual metallic
nanoparticles // Nature. 2012. Vol. 483. 22 March. Pp. 421—427.

6. Brack M. The physics of simple metal clusters: Self-consistent jellium model and semiclassical
approaches // Reviews of Modern Physics. 1993. Vol. 65. No. 3. Pp. 677—732.

7. Harb M., Rabilloud F., Simon D., Rydlo A., Lecoultre S., Conus F., Rodrigues V., Félix C.
Optical absorption of small silver clusters: Ag (n = 4—22) // The Journal of Chemical Physics. 2008.
Vol. 129. No. 19. P. 194108.

8. Xuan F., Guet C. Core-polarization-corrected random-phase approximation with exchange for
dipole surface plasmons in silver clusters // Physical Review A. 2016. Vol. 94. No. 4. P. 043415.

9. Kreibig U., Vollmer M. Optical properties of metallic clusters. (Springer Series in Materials
Science. Vol. 65). Heidelberg, Berlin: Springer-Verlag, 1995. 535 p.

10. Kreibig U., Zacharias P. Surface plasma resonances in small silver and gold particles // Zeitschrift
fiir Physik. 1970. Vol. 231. No. 2. Pp. 128—143.

11. Kriegel 1., Scotognella F., Manna L. Plasmonic doped semiconductor nanocrystals: Properties,
fabrication, applications and perspectives // Physics Reports. 2017. Vol. 674. 28 February. Pp. 1—52.

12. Klimov V. I. Nanocrystal quantum dots. Second edition. Boca Raton, Florida, USA: CRC Press,
2010. 485 p.

13. Monreal R. C., Antosiewicz T. J., Appel S. P. Competition between surface screening and size
quantization for surface plasmons in nanoparticles // New Journal of Physics. 2013. Vol. 15. No. 8.
P. 083044.

14. Scotognella F., Della Valle G., Kandada A. R. S., Zavelani-Rossi M., Longhi S., Lanzani G.,
Tassone F. Plasmonics in heavily-doped semiconductor nanocrystals // The European Physical Journal
B. 2013. Vol. 86. No. 4. P. 154.

15. Xie Y., Carbone L., Nobile C., et al. Metallic-like stoichiometric copper sulfide nanocrystals:
Phase- and shape-selective synthesis, near-infrared surface plasmon resonance properties, and their
modeling // ACS Nano (The American Chemical Society). 2013. Vol. 7. No. 8. Pp. 7352—7369.

16. Routzahn A. L., White S. L., Fong L.-K., Jain P. K. Plasmonics with doped quantum dots //
Israel Journal of Chemistry. 2012. Vol. 52. No. 11—12. Pp. 983—991.

17. Luther J. M., Jain P. K., Ewers T., Alivisators A. P. Localized surface plasmon resonances
arising from free carriers in doped quantum dots // Nature Materials. 2011. Vol. 10. May. Pp. 361—366.

18. Faucheaux J. A., Stanton A. L. D., Jain P. K. Plasmon resonances of semiconductor nanocrystals:
Physical principles and new opportunities // The Journal of Physical Chemistry Letters. 2014. Vol. 5.
No. 6. Pp. 976—985.

19. Zhang H., Kulkarni V., Prodan E., Nordlander P., Govorov A. O. Theory of quantum plasmon
resonances in doped semiconductor nanocrystals // The Journal of Physical Chemistry. C. 2014. Vol.
118. No. 29. Pp. 16035—16042.

20. Lounis S. D., Runnerstrom E. L., Bergerud A., Nordlund D., Milloron D. J. Influence of dopant
distribution on the plasmonic properties of indium tin oxide nanocrystals // Journal of the American
Chemical Society. 2014. Vol. 136. No. 19. Pp. 7110—7116.

21. Schimpf A. M., Thakkar N., Gunthardt C. E., Masiello D. J., Gamelin D. R. Charge-tunable
quantum plasmons in colloidal semiconductor nanocrystals // ACS Nano (The American Chemical
Society). 2014. Vol. 8. No. 1. Pp. 1065—1072.

22. Schimpf A. M., Gunthardt C. E., Rinehart J. D., Mayer J. M., Gamelin D. R. Controlling
carrier densities in photochemically reduced colloidal ZnO nanocrystals // Journal of the American
Chemical Society. 2013. Vol. 135. No. 44. Pp. 16569—16577.

23. Liu X., Swihart M. T. Heavily-doped colloidal semiconductor and metal oxide nanocrystals, an
emerging new class of plasmonic nanomaterials // Chemical Society Reviews. 2014. Vol. 43. No. 11.
Pp. 3908—3920.

24. Gerchikov L. G., Guet C., Ipatov A. N. Multiple plasmons and anharmonic effects in small
metallic clusters // Physical Review A. 2002. Vol. 66. No. 5. P. 053202.

25. Ipatov A. N., Gerchikov L. G., Guet C. Resonant photoabsorption of metallic clusters in a strong
laser field // Computational Materials Science. 2006. Vol. 35. No. 3. Pp. 347—353.

26. Ipatov A. N., Gerchikov L. G., Guet C. Plasmon resonance in photoabsorption of colloidal
highly doped ZnO nanocrystals // Nanoscale Research Letters. 2018. Vol. 13. No. 1. P. 297.

47



4Haquo-TeXqueCKme BegomocTu Cr6rny. dunsmnko-matematnyeckue Hayku. 16 (2) 2023

>

27. imatos A. H., I'epunkos JI. I'. BpaiareinbHas numosbHas Tula3MOHHAs MOAa B HaHOpa3Mep-
HBIX TIOJIYITPOBOIHUKOBBLIX YacTuiax // 2KypHaa 3KCIepMMEHTaIbHOM M TEOPETUYECKON (DU3UKMU.
2021. T. 159. Ne 6. C. 1047—1069.

28. Yabana K., Bertsch G. F. Electronic structure of C  in a spherical basis // Physica Scripta.
1993. Vol. 48. No. 5. Pp. 633 —637.

29. Ju N., Bulgac A., Keller J. W. Excitation of collective plasmon states in fullerenes // Physical
Review B. 1993. Vol. 48. No. 12. Pp. 9071—9079.

30. Ostling P., Apell P., Rosén A. Theory for collective resonances of the C  molecule // Europhysics
Letters. 1993. Vol. 21. No. 5. Pp. 539—544.

31. Madjet M., Guet G., Johnson W. R. Comparative study of exchange-correlation effects on
electron and optical properties of alkali-metal clusters // Physical Review A. 1995. Vol. 51. No. 2. Pp.
1327—1339.

32. Mukherjee D. Applied many-body methods in spectroscopy and electronic structure. New York,
USA: Springer, 1992. 299 p.

33. Serra Ll., Garcias F., Navarro J., Barberan N., Barranco M., Pi M. Electronic surface excitations
of cavities in metals // Physical Review B. 1992. Vol. 46. No. 15. Pp. 9369—9379.

34. Bapmanosuu [I. A., Mockanes A. H., Xepconckuii B. K. KBaHTOBasi Teopusi yrjioBoro MOMeHTA.
Jlenunrpan: Hayka, 1975. 439 c.

35. Ipatov A. N., Gerchikov L. G. Many-particle correlations in microscopic electron-hole droplets
// Journal of Physics B: Atomic, Molecular and Optical Physics. 2014. Vol. 47. No. 18. P. 185101.

36. T'epunkos JI. I'., MnatoB A. H. KoekruBHbie BO30YXIeHUST B ONTUYECKUX CIIEKTPax Ha-
HOpa3MEPHBIX 3KCUTOHHBIX U 3JIEKTPOH-TTO3UTPOHHBIX Kareiab // 2KypHan aKcIepuMeHTaJbHON 1
Teopetnueckoit ¢usuku. 2014. T. 146. Ne 5. C. 1014—1025.

37. Amycha M. 4., Yepnbimena JI. 4., Apxemckuii B. T'. I[Tornomenue poToHoB, paccesiHue dJeK-
TPOHOB, pacnaj BakaHcuii. AtomHble ganHble. CI10.: Hayka, 2010. 314 c.

38. Dreizler R. M., Gross E. K. U. Density functional theory: An approach to the quantum many-
body problem. Berlin: Springer, 1990. 302 p.

39. Jlanpay JI. 1., JJudmwun E. M. Teopetnueckas ¢usuka. B 10 1. T. 3. KBaHTOBasi MmexaHuka
(HepensTuBucTCKas Teopust). 4-e nsa., ucrp. M.; Hayka. 1. pen. ¢us.-mar. aur-poi, 1989. 768 c.

40. UmatoB A. H., I'epunkoB JI. I'. CTaGMIbHOCTD 1 CBOMCTBA KOHEYHBIX DepMU-CUCTEM, CONEP-
JKaIllMX YacTULIBI pa3Hoi Macchl // 2KypHaa 3KCIIepMMEHTAIbHOM M TeopeTndeckon dpusnku. 2014,
T. 145. Ne 1. C. 108—1109.

41. Cooennman M. U. Benenue B Teopuio aTOMHBIX crieKTpoB. M.: Hayka. ['maBHasg pemaxkius
¢us.-mar. aut-pei, 1977. 320 c.

42. Banin U., Cao Y., Katz D., Millo O. Identication of atomic-like electronic states in indium
arsenide nanocrystal quantum dots // Nature. 1999. Vol. 400. 5 August. Pp. 542—544.

43. Kouwenhoven L. P., Austing D. G., Tarucha S. Few electron quantum dots // Reports on
Progress in Physics. 2001. Vol. 64. No. 6. Pp. 701—736.

44. Bimberg D., Grundmann M., Ledentsov N. N. Quantum dot heterostructures. Chichester, UK:
John Wiley & Sons, 1999. 338 p.

45. Shelawati T., Nurisya M. S., Kar Tim C., Mazliana A. K. Effects of step-potential on confinement
strength of strain-induced type-I core—shell quantum dots // Superlattices and Microstructures. 2019.
Vol. 131. July. Pp. 95—103.

46. Guet C., Johnson W. R. Dipole excitations of closed-shell alkali-metal clusters // Physical
Review B. 1992. Vol. 45. No. 19. Pp. 11283—11287.

47. Ekardt W. Size-dependent photoabsorption and photoemission of small metal particles //
Physical Review B. 1985. Vol. 31. No. 10. Pp. 6360—6370.

48. Beck D. E. Self-consistent calculation of the eigen frequencies for the electronic excitations in
small jellium spheres // Physical Review B. 1987. Vol. 35. No. 14. Pp. 7325—7333.

49. Haberland H. Clusters of atoms and molecules. Theory, experiment, and clusters of atoms
(Springer Series in Chemical Physics. Chemical, Vol. 52), Berlin, Heidelberg: Springer, 1994. 422 p.

50. De Heer W. A. The physics of simple metal clusters: Experimental aspects and simple models
// Reviews of Modern Physics. 1993. Vol. 65. No. 3. Pp. 611—-676.

48



4 AToMHas du3nka, hu3nKa KIacTeEPOB U HAHOCTPYKTYpP

>

REFERENCES

1. Klimov V. V., Nanoplasmonics, Jenny Stanford Publishing, New York, 2014.

2. Bozhevolniy S. I., Martin-Moreno L., Garcia-Vidal F. (Eds.), Quantum plasmonics (Springer
Series in Solid-State Sciences. Vol. 185), Springer International Publishing, Cham, Switzeland, 2017.

3. Enoch S., Bonod N., Plasmonics: From basics to advanced topics. (Springer Series in Optical
Sciences. Vol. 167), Springer-Verlag, Heidelberg, Berlin, 2012.

4. Tame M. S., McEnery K. R., Ozdemir S. K., et al., Quantum plasmonics, Nat. Phys. 9 (June)
(2013) 329—340.

5. Scholl J. A., Koh A. L., Dionne J. A., Quantum plasmon resonances of individual metallic
nanoparticles, Nature. 483 (22 March) (2012) 421—427.

6. Brack M., The physics of simple metal clusters: Self-consistent jellium model and semiclassical
approaches, Rev. Mod. Phys. 65 (3) (1993) 677—732.

7. Harb M., Rabilloud F., Simon D., et al., Optical absorption of small silver clusters: Ag
(n = 4-22), J. Chem. Phys. 129 (19) (2008) 194108.

8. Xuan F., Guet C., Core-polarization-corrected random-phase approximation with exchange for
dipole surface plasmons in silver clusters, Phys. Rev. A. 94 (4) (2016) 043415.

9. Kreibig U., Vollmer M., Optical properties of metallic clusters (Springer Series in Materials
Science. Vol. 65), Springer-Verlag, Heidelberg, Berlin, 1995.

10. Kreibig U., Zacharias P., Surface plasma resonances in small silver and gold particles, Z. Physik.
231 (2) (1970) 128—143.

11. Kriegel 1., Scotognella F., Manna L., Plasmonic doped semiconductor nanocrystals: Properties,
fabrication, applications and perspectives, Phys. Rep. 674 (28 February) (2017) 1—52.

12. Klimov V. 1., Nanocrystal quantum dots, Second edition, CRC Press, Boca Raton, Florida,
USA, 2010.

13. Monreal R. C., Antosiewicz T. J., Appel S. P., Competition between surface screening and size
quantization for surface plasmons in nanoparticles, New J. Phys. 15 (8) (2013) 083044.

14. Scotognella F., Della Valle G., Kandada A. R. S., et al., Plasmonics in heavily-doped
semiconductor nanocrystals, Eur. Phys. J. B. 86 (4) (2013) 154.

15. Xie Y., Carbone L., Nobile C., et al., Metallic-like stoichiometric copper sulfide nanocrystals:
Phase- and shape-selective synthesis, near-infrared surface plasmon resonance properties, and their
modeling, ACS Nano. 7 (8) (2013) 7352—7369.

16. Routzahn A. L., White S. L., Fong L.-K., Jain P. K., Plasmonics with doped quantum dots, Isr.
J. Chem. 52 (11—12) (2012) 983—991.

17. Luther J. M., Jain P. K., Ewers T., Alivisators A. P., Localized surface plasmon resonances
arising from free carriers in doped quantum dots, Nat. Mater. 10 (May) (2011) 361—366.

18. Faucheaux J. A., Stanton A. L. D., Jain P. K., Plasmon resonances of semiconductor nanocrystals:
Physical principles and new opportunities, J. Phys. Chem. Lett. 5 (6) (2014) 976—985.

19. Zhang H., Kulkarni V., Prodan E., et al., Theory of quantum plasmon resonances in doped
semiconductor nanocrystals, J. Phys. Chem. C. 118 (29) (2014) 16035—16042.

20. Lounis S. D., Runnerstrom E. L., Bergerud A., et al., Influence of dopant distribution on the
plasmonic properties of indium tin oxide nanocrystals, J. Am. Chem. Soc. 136 (19) (2014) 7110—7116.

21. Schimpf A. M., Thakkar N., Gunthardt C. E., et al., Charge-tunable quantum plasmons in
colloidal semiconductor nanocrystals, ACS Nano. 8 (1) (2014) 1065—1072.

22. Schimpf A. M., Gunthardt C. E., Rinehart J. D., et al., Controlling carrier densities in
photochemically reduced colloidal ZnO nanocrystals, J. Am. Chem. Soc. 135 (44) (2013) 16569—
16577.

23. Liu X., Swihart M. T., Heavily-doped colloidal semiconductor and metal oxide nanocrystals, an
emerging new class of plasmonic nanomaterials, Chem. Soc. Rev. 43 (11) (2014) 3908—3920.

24. Gerchikov L. G., Guet C., Ipatov A. N., Multiple plasmons and anharmonic effects in small
metallic clusters, Phys. Rev. A. 66 (5) (2002) 053202.

25. Ipatov A. N., Gerchikov L. G., Guet C., Resonant photoabsorption of metallic clusters in a
strong laser field, Comput. Mater. Sci. 35 (3) (2006) 347—353.

26. Ipatov A. N., Gerchikov L. G., Guet C., Plasmon resonance in photoabsorption of colloidal
highly doped ZnO nanocrystals, Nanoscale Res. Lett. 13 (1) (2018) 297.

49



4Haquo-TeXqueCKme BegomocTu CIM6IMy. ®dusmko-mMaTemMaTmyeckme Hayku. 16 (2) 2023 >
I

27. Ipatov A. N., Gerchikov L. G., Rotational dipole plasmon mode in nanoscale semiconductor
particles, J. Exp. Theor. Phys. 132 (6) (2021) 922—940.

28. Yabana K., Bertsch G. F., Electronic structure of C,, In a spherical basis, Phys. Scr. 48 (5)
(1993) 633—637.

29. Ju N., Bulgac A., Keller J. W., Excitation of collective plasmon states in fullerenes, Phys. Rev.
B. 48 (12) (1993) 9071—9079.

30. Ostling P., Apell P., Rosén A., Theory for collective resonances of the C,, molecule, Europhys.
Lett. 21 (5) (1993) 539—544.

31. Madjet M., Guet G., Johnson W. R., Comparative study of exchange-correlation effects on
electron and optical properties of alkali-metal clusters, Phys. Rev. A. 51 (2) (1995) 1327—1339.

32. Mukherjee D., Applied many-body methods in spectroscopy and electronic structure, Springer,
NY, 1992.

33. Serra LIl., Garcias F., Navarro J., et al., Electronic surface excitations of cavities in metals,
Phys. Rev. B. 46 (15) (1992) 9369—9379.

34. Varshalovich D. A., Moskalev A. N., Khersonskii V. K., Quantum theory of angular momentum,
World Scientific, Singapore, 1988.

35. Ipatov A. N., Gerchikov L. G., Many-particle correlations in microscopic electron-hole droplets,
J. Phys. B. — At. Mol. Opt. 47 (18) (2014) 185101.

36. Gerchikov L. G., Ipatov A. N., Collective excitations in the optical spectra of nanoscale exciton
and electron-positron droplets, J. Exp. Theor. Phys. 119 (5) (2014) 891—901.

37. Amusia M. Y., Chernysheva L.V., Computation of atomic processes. A handbook for the atom
programs, CRC Press, Boca Raton, 1997.

38. Dreizler R. M., Gross E. K. U., Density functional theory: An approach to the quantum many-
body problem, Springer, Berlin, 1990.

39. Landau L. D., Lifshitz E. M., Quantum mechanics. Non-relativistic theory. (Course of theoretical
physics. Vol. 3), Pergamon Press, Oxford, London, New York, Paris, 1965.

40. Ipatov A. N., Gerchikov L. G., Stability and properties of finite Fermi-systems with different
masses, J. Exp. Theor. Phys. 118 (1) (2014) 93—103.

41. Sobel’man I. 1., Introduction to the theory of atomic spectra (International Series in Natural
Philosophy, Vol. 40), Pergamon Press, Oxford, UK, 1972.

42. Banin U., Cao Y., Katz D., Millo O., Identication of atomic-like electronic states in indium
arsenide nanocrystal quantum dots, Nature. 400 (5 August) (1999) 542—544.

43. Kouwenhoven L. P., Austing D. G., Tarucha S., Few electron quantum dots, Rep. Progr. Phys.
64 (6) (2001) 701—736.

44. Bimberg D., Grundmann M., Ledentsov N. N., Quantum dot heterostructures, John Wiley &
Sons, Chichester, UK, 1999.

45. Shelawati T., Nurisya M. S., Kar Tim C., Mazliana A. K., Effects of step-potential on
confinement strength of strain-induced type-I core—shell quantum dots, Superlattices Microstruct.
131 (July) (2019) 95—103.

46. Guet C., Johnson W. R., Dipole excitations of closed-shell alkali-metal clusters, Phys. Rev. B.
45 (19) (1992) 11283—11287.

47. Ekardt W., Size-dependent photoabsorption and photoemission of small metal particles, Phys.
Rev. B. 31 (10) (1985) 6360—6370.

48. Beck D. E., Self-consistent calculation of the eigen frequencies for the electronic excitations in
small jellium spheres, Phys. Rev. B. 35 (14) (1987) 7325—7333.

49. Haberland H., Clusters of atoms and molecules. Theory, experiment, and clusters of atoms
(Springer Series in Chemical Physics. Chemical, Vol. 52), Springer, Berlin, Heidelberg, 1994.

50. De Heer W. A., The physics of simple metal clusters: Experimental aspects and simple models,
Rev. Mod. Phys. 65 (3) (1993) 611—676.

50



4 AToMHas du3nka, hu3nKa KIacTeEPOB U HAHOCTPYKTYpP -

CBEAEHUA Ob ABTOPAX

NITATOB Annpeii HukonaeBua — doxkmop ¢husuxo-mamemamuyeckux Hayk, npogheccop Kaghedpol
@usuxu Canxkm-Ilemepbypeckoeo nosumexuuyeckoeo yuueepcumema Ilempa Beaukoeo u npogheccop
Kagedpsr uzuku u mexronroeuu Harocemepocmpykmyp Cankm-IlemepOypeckoeo axademuueckoeo yHu-
eepcumema um. XK. H. Angpéposa PAH, Canxkm-Ilemepbype, Poccus.

195251, Poccus, r. Cankr-Iletepoypr, Iloaurexnuueckas yi., 29

andrei_ipatov@mail.ru

KYIIPUSIHOB T'enpux Anekcanmposwd — accucmenm kaghedpor guzuxu Canxm-Ilemep6ypeckoeo
noaumexnuueckoeo ynusepcumema Ilempa Beaukoeo, Canxkm-Ilemepbype, Poccus.

195251, Poccus, r. Cankr-Iletepoypr, Iloaurexnuueckas yi., 29

henryweis3@gmail.com

THE AUTHORS

IPATOV Andrei N.

Peter the Great St. Petersburg Polytechnic University;
Alferov University of RAS

29 Politechnicheskaya St., St. Petersburg, 195251, Russia
andrei_ipatov@mail.ru

KUPRIIANOYV Genrikh A.

Peter the Great St. Petersburg Polytechnic University

29 Politechnicheskaya St., St. Petersburg, 195251, Russia
henryweis3@gmail.com

Cmamosa nocmynuaa 6 pedaxyuro 31.03.2023. Odobpena nocae peuenzupoeanus 21.04.2023.

Tlpunama 21.04.2023.
Received 31.03.2023. Approved after reviewing 21.04.2023. Accepted 21.04.2023.

© CaHkT-MNeTepbyprckuii MonUTEXHUYECKUIM yHuBepeuTeT MeTpa Benunkoro, 2023

51



