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B pabore npeynicraBiieH HOBBIII MEXaHU3M DeJIAKCALMM ,,FOPSIYNX HOCHUTEJIel 3apsana B HAHOKPUCTAIIAX KPEMHHS
B Matpune SiOs. DdGeKTUBHBIA SHepreTudeckuii oOMEH MEXIy ,lOpSTIAMH* SKCHTOHaMH B HAaHOKPHUCTAJLIC
M TIOBEPXHOCTHBIM COCTOSTHHEM aBTOJIOKaM30BaHHOTO dKkcutoHa (selftrapped exciton, STE) mpuBomur K BO3-
OyxneHuto Kosiebanuit moBepxHocTHoro nedekra Si—O. KosebarenbHasi sHeprus pesakcUpyeT ¢ HCITyCKaHHeM
JIOKaJIbHBIX ()OHOHOB, KOTOpBIE, B CBOIO Ouepenb, NepefaloT 3Hepruo B Matpuiy SiO,, pacmapasice Ha Oosee
HM3KO3HEepreTHyeckue (HOHOHBI BCIICIACTBHE aHrapMoHHM3Ma. MopennpoBanue MetonoM Monre-Kapio mokasaiio,
YTO 3a CYET 3TOr0 MEXaHU3Ma ,,OpAYne” JIOKAIN30BaHHbIE HOCUTEJIM TEPSIOT CBOIO HEpruio 3a Bpems ~ 1001c.
Taxxe B paboTe MOKa3aHO, YTO IOCJIe BO30YKIEHHUs] HAHOKpUCTAIIa ObicTpo (B TedeHue 5—101mc) dpopmupyercs
LIMPOKask MOJIOCA YHEPTeTHICCKOr0 PACIpPEesICHUsT ,,lOPAYMX" HOCUTEJICH 3apsina. MaKCHMYM IOJIOCHI CMEIaeTCst

B IIponecce peyrakcan

1. BBepeHune

B Hacrosimee BpeMsi KpeMHHEBBIC HAHOKPUCTAJLTBI SIBJIS-
I0TCS OMYJIAPHBIM OOBEKTOM HCCIICIOBAHUI BBUIY BO3MOXK-
HOCTH HMX UCIIOJIb30BaHHUS B 3JICKTPOHUKE, OIITOAJICKTPOHUKE
U MeIMIMHCKHX mnpuiokeHusx [1-3]. Bmepsoie addex-
TUBHAs (POTOIOMUHECIICHIINST HAHOKPHCTAJIIIOB KPEMHUS B
BHIMMOM JIHANa3oHe HaOJonanach B [4].

DoT0BO30YKICHIE HAHOKPHCTAJIIIOB KPEMHHUS IPUBOAUT
K 00pa3soBaHWIO ,TOPAYMX‘ IKCHTOHOB W3-32 TOTO, HUTO
SHEprus KBaHTa BO30YXKIECHHUS CYIIECTBEHHO IHPEBOCXOOUT
3 }eKTHBHYI0 MIMPUHY 3ampelieHHoN 30HBL [lpu 3TOM
OOBIYHO IPEUMYIIECCTBEHHO POXKIAIOTCS ,LOPSUMMA™ 3IIeK-
TpoH U XosyogHasi Abipka [5]. Omnako 30dexTuBHOE K-
JIOHOBCKOE B3aMMOICUCTBUE MEXKIy BO30YKICHHBIM 3JICK-
TPOHOM W [IBIPKO MPUBOOUT K HHTCHCHBHOMY OOMEHY
SHeprueil MeXny 3JIeKTpoHOM U aplpkoi. IlosHas sHeprus
napbl Ipx 3TOM He MeHsiercsi. Ecim sHeprust omHOro us
HOCHTEJIeH BeJIMKa, TO OH MOXET MOTPaTUTh YacTb CBOEH
SHEPruy Ha BO30YXKIEHHE BTOPOH 3JIEKTPOHHO-IBIPOYHON
napbl. Ecin BTOpas JIeKTpOHHO-IBIPOYHAs TTapa POXKIACTCS
B TOM jke¢ HaHokpucrauie (multiplication) [6,7] u mpomecc
ee TeHepalud He CONPOBOXKIACTCS SMHCCHEl (POHOHOB W3
HAaHOKPHUCTAJLIa, TO SHEPIUS CUCTEMBI OCTAeTCs HEM3MEHHON
1 ¢ OOJIBIIOI BEPOSATHOCTBIO OyIET MMETh MECTO OOpaTHBIN
IpoLece 3a CUET O)Ke-PEKOMOMHALIMN OJHOU U3 3JIEeKTPOHHO-
IBIPOYHBIX TTap.

Ciemyer OTMETHTb, YTO CYIIECTBYET BEPOSITHOCTb POXK-
OeHHs BTOPOU 3JIEKTPOHHO-IBIPOYHOM Mapel B COCEIHEM
HaHokpucrawie (cutting) [8]. Takoit mporecc Habmonacs
9KCHEPUMEHTAJIBHO U IPUBJIEK OOJIBIIOM HHTEPEC U3-3a BO3-
MO)KHOCTH HCIIOJIb30BaHHMS 3TOT0 3deKra Jisi yBeInIeHus
KBaHTOBOT'O BbIX0/1a ()OTOIOMUHECLICHIIMH HAHOKPUCTAJIJIOB
kpemumns [9,10).
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OneKTpoH-QOHOHHOE B3aWMONCHCTBHE SIBJISIETCS OCHOB-
HBIM MEXaHU3MOM, ONPEesIAIONIUM HEPreTHUECKYIO Pelak-
CaLMIo ,,LOpAYNX" 3KCUTOHOB. [Ipeskne Bcero Takoe B3auMo-
ICUCTBUE OCYHICCTBIISICTCSI MEXKIY JIOKAJIN30BAaHHBIM HOCH-
TeJIeM 3apsiia 1 (POHOHHBIMH MOIAMH KPEMHHEBOTO HaHO-
KkpucTaia. B pabore [11] GU10 MOKa3aHO, YTO TEMIT pesiak-
Calliy ,,LOpSYUX" HOCHUTEJNEHl, CBA3aHHBL ¢ HMUccHell (poHo-
HOB, CyIICCTBEHHO 3aMelJICH M3-3a 3aTPYIHCHHOCTH BBIXO/IA
(DOHOHOB M3 HAHOKPHUCTAILIA. DTO NMPHUBOIUT K HAKOILICHHIO
(OHOHOB B HaHOKpUCTaJUIE U 3ddexTaM NepenorsomeHus.
[IpoBeneHHOE C YY4eTOM IIPOLIECCOB NEPENOIJIOMIEHUST MO-
nenupoBanre [11] mokasano, 4TO I MOTEPH TOPSIMMHE
3J1eKTpoHaMu 3Hepruu ~ 13B Tpebyercs Bpems ~ 107! c.

B pabore [12] upencraBieH eme OOMH BO3MOMKHBIMA
MEXaHU3M peJIaKcalluy U1 HaHOKPHUCTAJUIOB KpPEMHHS B
nonsipHoit Matpure SiO,. HepaBHOBecHBIE HOCHTENN 3apsna
B HAHOKPHCTAJUIC TEPSIOT CBOIO DHEPIHIO 32 CYUET JHIIONb-
IWIIOJIBHOIO B3aUMONEHCTBHSA C KOJIEOaHHAMH 3JICKTpHYe-
CKOro II0JIf, CO3/1aBaeMOro JIOKAJIbHBIMH KOJIeOaHUAMH B
OKpyXatomeil amop¢proit Matpure. OqHako 3TOT mporecce
IOCTATOYHO MEIUICHHBIA: BpPEeMsl peJaKcaldil COCTaBJIseT
BEJIMYMHY HOPSAAKA HECKOIBKIX HaHOCEKYH[I.

B pabore mnpemjiokeH HOBBII MEXaHH3M peJIAKCAIUH
,LOPTIAX” HOCHTENIell 3apsifa, JIOKATM30BAaHHBIX B HAHO-
KpucTayuiax kKpeMHuss B wmarpune SiO;. O¢¢heKTUBHbIA
SHEPreTUYECKU OOMEH MEXIy ,JlOpSYUMU” 3KCUTOHAMH B
HAHOKPHCTAJUIC W COCTOSHAEM aBTOJIOKAJIM30BAHHOTO IIO-
BepxHocTHOrO skcuToHa (selftrapped exciton, STE) mpu-
BOIUT K BO3OY)KIEHUIO KojieOaTelbHOH cucTeMbl nedexta
Ha MOBEPXHOCTU HAHOKPUCTAJUIA. DHeprusi KojeOaHui pe-
JIaKCHpYeT 3a CUYeT aHrapMOHU3Ma ITOBEPXHOCTHBIX JIOKAJIb-
HBIX ()OHOHOB, KOTOpBIC IMEPENalOT PHEPrHI0 B MATPHILY
SiO,, pacnanasicb Ha HU3KOIHEPreTHYeCKHe (aKycTHYeCKue)
¢GoHOHBL. MBI TOKaXkeM, YTO 3TOT INPOLECC UIpaeT cy-
IIECTBEHHYIO POJIb B pEJIaKCalluy TOpsSYMX HOCHUTENed B
HAHOKPHCTAJUIC KPEMHHUSL
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B nmanHO# paboTe NpencTaBIeHO MONCIHPOBAHHE Me-
TooM Monte-Kapyio penakcaiyuy ropsyux SKCUTOHOB 3a
CYCT BBHIIICONMCAHHOTO MEXaHM3Ma. BrramciieHns: moxkasasim,
YTO BO3HHKAeT IIMPOKOE SHEPreTHYecKoe paclpenesicHue
,TOPTINX HOCHUTEJICH 3apsijia, MPUBOAIICe K (GOopMIpPOBa-
HHIO IIHPOKOTO CIIEKTpa M3JIyYCHHS ,,OPSINX HOCUTEIICH
B TEUEHHUE ACCATKOB ITMKOCEKYHJI IIOCJIe BO3OYKICHUS HaHO-
KpHCTalIa.

CraTbs opraHusoBaHa CleAylOLMM oOpa3oM. B pasn. 2
KPATKO W3JIOKEHA MOJEJIb NOBEPXHOCTHOTO aBTOJIOKAJIM30-
BaHHOTO 9KCUTOHA. B pas3n. 3 paccmarpuBaeTca mporecc
SHEPreTHYECKOH peJlakcallii HaHOKpHCTaUia. B 3akmoun-
TEJIbHOM YacTH C(OPMYJIPOBAHBI PE3yJIbTATHI, ITOTyYCHHbIC
C MIOMOIIBIO KOMIIBIOTEPHOT'O MOJIETIMPOBAHMUS.

2. ABTONIOKaNU3oBaHHOE MOBEPXHOCTHOE
cocTosiHne

IIpn mccnenoBanny (OTOTIOMUHECIICHIIMN OBLTa BBIIBH-
HyTa Hfies O CYIIECTBOBAHMM aBTOJIOKAJIM30BaHHBIX 3K-
CHUTOHOB Ha IOBEPXHOCTHM KPEMHHEBHIX HAaHOKPHCTAJLIOB.
CyIecTBYIOT IBeé MOAEIM TaKHX MOBEPXHOCTHBIX COCTOSI-
HUI: 5KCUTOH, aBTOJIOKAJIN30BAHHBIA HA MEKaTOMHOU CBA3U
Si—O u na mumepe Si=Si [13-15)]. IIpu uccraenoBanuu mu-
HAaMUKHU TOPSYMX HOCUTEJIEH, JIOKaM30BaHHBIX B HAaHOKPHU-
CTaJIJIaX KPEeMHHS, METOIOM (DEMTOCCKYHIHOU ABYJTYy9IEBON
criekrpockormu (femtosecond pump—probe spectroscopy)
OBUTO YCTaHOBJICHO CYIIECTBOBAHHE ITOBEPXHOCTHBIX aBTO-
Jiokanu3oBaHHbix coctosiHuii (STE), cesizannbix ¢ Si—O cBsi-
310 [16]. st onucanust pU3NYECKUX MPOLECCOB, 00YCIIOB-
JICHHBIX TaKAMH aBTOJIOKJIM30BAHHBIMH SKCHTOHAMM, HC-
MOJIb3YyeTCsl OMHOMOOBast MofieNlb XyaHra u Puc, ocHOBHbIE
napamMeTpsl KOTOPOW I ONMCAHUS aBTOJIOKAJIN30BAHHBIX
COCTOSIHMI Ha MOBEPXHOCTH KPEMHHEBOI'O HaHOKPHCTAJIIA
OBUTH SKCIIEPHMEHTAJIbHO ompeiesieHsl B [16,17].

B pamkax 3TOoil Momesm paccMaTpHBacTCs B3aMMOJCH-
CTBHE aBTOJIOKAJIM30BAHHOTO 3KCHUTOHA TOJIBKO C OIHOMU
MOJIOH JIOKAJIbHBIX KOJICOaHWi ¢ (PUKCHPOBAHHON 9aCTOTOH,
cooTBeTCTBYIoIell Kosiebanmio cBs3u Si—O. Ha pue. 1
MIPE/ICTAaBJICHa CXeMa aauabaTHYeCKUX TEPMOB IS CHCTe-
MBIl 3KCHUTOH + JIOKaJIbHOE KoJIeOaHUE, COOTBETCTBYIOIIAs
npucytcTBuio aedexkra Si—O Ha HOBEPXHOCTHM HAHOKPH-
cTayia. AnumadaTndecKuii MoTeHnual | COOTBETCTBYET OT-
CYTCTBUIO 3KCHTOHa B CHCTEME, afinabaTH4YeCKUil MOTEH-
man 2 — ,,cBOOOMHOMY™ 3KCHTOHY B HAaHOKPHCTAJIIE B
OCHOBHOM COCTOSIHMU. PaccTosiHME IO BEPTUKAIN MEXIY
nmapaboiamu / m 2 ompenesnsieTcss SHEprueil SKCUTOHA Egyc
B OCHOBHOM COCTOSIHUH. MEXIy SKCHTOHOM B HaHOKpPH-
CTaJl/le ¥ JIOKaJIbHBIM TOBEPXHOCTHBIM KoOJIeOaHHEM B3au-
MoyIefiCTBE OTCYTCTBYeT. AnmabaTHdecKuil MOTeHIwan 3
COOTBETCTBYET aBTOJIOKAJIN30BAHHOMY SKCUTOHY C SHEpruei
Este. MBI nmeeM neno ¢ MeTacTaOWIIBHBIM COCTOSTHHEM,
ero oHeprusi Gosiblle Wi paBHA (Ul HAHOKPUCTAJLIA
2.5 HM) SHEPIUH OCHOBHOT'O COCTOSTHUSL. Pa3sHUIIa B SHEPIUsIX
OTIpEfIEIIsieT SHEPTUI0 TEPMUYECKOTO BO3OYKICHHS €7 IS

€Xc

Qy

0 [N

Puc. 1. Konpurypaunonnas cxema agnbaTHYeCKuX IMOTCHIMATIOB
JUTA HAaHOKpHCTasUTa nuaMeTpoM 5 Hm: STE-Monesns.

repexoyia U3 OCHOBHOTO B aBTOJIOKAJIM30BAHHOE COCTOSI-
Hue: &1 = Egtg — Ecxe. B3aumopeiicTBue Mexny aBTosio-
KaJIM30BAaHHBIM JKCHUTOHOM M JIOKAJbHOH KoJieOaTeTbHOI
MOJIOi IPUBOIHT K CABUTY aarabaTU4ecKoro noreHnuana 3
10 TOPU3OHTIM B KOH(QHI'YpalMOHHYIO KoopaumHaty Qp.
DKCHEepUMCHTANIbHBIC [aHHbIe [16] MOKas3aid, 4TO SHEprusi
Esre He MeHsieTcs ¢ M3MEHEHHEM pa3Mepa HaHOKPUCTAJLIA,
T.€. Estg = 1 + Ecxe = const. OcHOBHOIT mapameTp Monesn
Xyanra u Puc B HameM cityyae

Sy Eopt + €T £ ( 1)
R=—5F — = 7—

hw ha’
TIE €opt — DHEPrHUsl ONTHYECKOH MoHM3ammu (cM. puc. 1),

& — DHEPrus B3aNMOACUCTBHS aBTOJIOKAIM30BaHHOTO KCHU-
TOHA C JIOKAJIPHBIM KOJIeOaHUEM, @ — 9acTOTa JIOKaJIbHOTO
Kosiebanns. B Hammx pacderax Mel OymeM HCIOJIB30BaTh
i 3Hepruu hw 3HaveHue 140m3B, 4ro cooTBeTCTBYET
Hambosiee BEPOSTHOMY 3HAYCHHIO SHEPTUHM OCHOBHOH KoJle-
GarespHoi Moppl cBsizu Si—O. 3Hak ,,+“ B (popmyne (1)
00YCJIOBJICH T€M, YTO Mbl MMEEM MEJ0 C MeTacTalOmIb-
HBIM COCTOSIHHEM C dHeprueil Egrg > Eo. misa HaHOKpH-
CTAJUIOB C pasmepoM > 2.5uM. Ha pumc. 1 mrpuxoBoit
JIMHUEH TpeNCTaBJICHB aauadaTHYeCcKnuil MOTCHIMAT 4 IS
BO30YK/IEHHOTO 3KCHUTOHA TP SHEPTUH BO3OYKICHHUSA Eexc
U TOTeHIwas 5: mpuMmep Bo30ykmeHHOro cocrosHusi STE.
Crpenxoit (C) mokasan mporecc mepexona ,,cBOGOTHOro™
9KCUTOHA U3 HEBO30Y)KICHHOTO KOJIe0aTeIbHOIO COCTOSTHUS
¢ sHeprueil Eq. Ha BEICOKORHEPreTHIeCKril KoeOaTeTbHBII
YPOBEHb aBTOJIOKAJIN30BAHHOTO 3KCHTOHHOTO COCTOSTHHSI.
OTOT mepexon 3aTeM CONPOBOXKIACTCS PEeIaKcalueil B oc-
HOBHOE COCTOsIHME C 9Hepruei Egrg 3a cyer mocienoBaressb-
HOT'O WCITyCKaHHUS JIOKaJIbHBIX (hoHOHOB. OOpaTHBIN Mepexon
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Eopt = 2.25 eV J
- 10

A

EEXC =322eV

ESTE =19eV

0.1

Puc. 2. Kondurypanuonsast cxema agubaTHICCKUX IIOTCHIMAJIOB /I HAHOKPUCTAJUIA TUAMETPOM 5 HM: PeJIaKkCalysi TOPsiuMX HOCUTEIICH.

u3 cocrostnust STE B ,,cBOOOAHOE™ IKCUTOHHOE COCTOSTHHE
B HAHOKPHUCTA/UIE HOET 3a CYeT TEePMOCTUMY/IMPOBAHHOTO
TYHHEJIIPOBaHMs. DTOT Ipoliecc MoKa3aH Ha puc. 1 crpesr-
koit (T). 3axBaT CBOGOIHOIO BBICOKOBO3OY)KICHHOTO IKCH-
ToHa B coctossHue STE, o6paTHBIl TepMOCTUMYIHPOBAaHHBIH
BBIOpOC U3 ocHOBHOro cocrosiHus STE, a Takxke Oe3bl3ityda-
TesbHas pekombunarwsi STE paccmorpenst B [18].

3. DBHepreTuveckasa penakcaums

[Ipn morsiomeHny KBaHTa CBETa C DHEPrueil, Ooublei
3¢ PEeKTUBHOI MUPUHBI 3AMPEIICHHON 30HBI, B KPEMHHEBOM
HaHOKPHCTAJUIE 00pa3yeTcss SKCUTOH B BBICOKOBO30YKICH-
HoM coctosiiui. Kak mokasaHo B [16], Takoil SKCHUTOH mJIst
HAHOKPUCTAJIIA B MaTPHUIlEe TUOKCHIA KpeMHus 3P (HEeKTHBHO
3axBaThBaeTcd B coctosiHue STE. B 3ToM mpouecce 4yacthb
SHEPrHy SKCHTOHA MEPEXONUT B KOJICOATEIbHYI0 SHEPrHio
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nedekra Si—O Ha MOBEPXHOCTH HAHOKPHUCTAJUIA, IPU 3TOM
TIOJTHAsI 9HEPIUsl SKCUTOHA HE MEHACTCS.

BeposiTHOCTD 3axBaTa ,,cBOOOTHOTO® BO30YKICHHOTO K-
CHUTOHA B aBTOJIOKAJIM30BAaHHOE COCTOSIHHE (CM. puc. 2) Ha
BBICOKHII KOJIeOaTeJIbHBI YPOBEHDb OIPENEIACTCH BBIpaKe-
HHUEM

\A/C:w6||(i’j)|27 (2)

IIe We — BEPOATHOCTh YHCTO AJICKTPOHHOIO IIEpPeXofa.
DTOT MpoIeCC MOXKET, HAPHUMEpP, ONPENCIAThC TYHHEIU-
POBaHHEM TrOpSYEro 3JICKTPOHA M JIOKAJIM3aIMei ,,XOJI0m-
HOI IBIPKU Y IOBEPXHOCTU HAaHOKpUCTaIa BOJIM3MU iepeKTa.
Wnrerpan nepexpeitust | (i, j) KoseGaTebHBIX BOIHOBBIX
dynkmmit Wil (Q) 1 Wiy (Q), COOTBETCTBYOMMX YPOBHIO |
B aqnabaTHYeCKOM IIOTEHIMAJIE ,,CBOOOTHOrO® 3KCUTOHA U
KOJIe0aTeJIbHOMY YPOBHIO j B agnabaTHueckoM MOTEHIHANIe
st STE, ectb

1. §) = / W (Q) Wy, (Q)dQ, 3)
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o Mon@ . [ /M@ Q

Mo\ 1
20! ' h

Wi (Q) = <ﬂh

) Mo\ 74 1 ) .
Wie(Q) = (%> _ 1 e (Me2n)(Q-Qu)

V2!

<H (/22 Q- ), (5)

e N — HoMep KoyiebaTeIbHOro agnabaThyeckoro MOTEH-
mmana (CM. puc. 2), OIpenesisieMOro SHeprueil CBOGOIHOrO
9KCHTOHAa B HaHOKpuctayute EN. (puc. 2), Q — KoHu-
rypalioHHasi KoopauHaTa, Qo — KOOpAMHATa CABUHYTOI'O
TIOJIOXKEHHSI PAaBHOBECHs agnabaTUYecKoro MOTEeHIMaNa pu
ABTOJIOKAJIM3AIMM SKCHTOHA Ha MOBEPXHOCTHOM He(eKTe,
Hi m Hj — nommombr Opmura. B cmry 3akoma co-
XpaHEeHUsi SHepruu | = j + pP— N, tIe P ompenessiercs
pasHUICH B SHEPreTHIECKOM IOJIOKCHUH THA NOTCHIMAJIOB
IUIsI CBOOOTHOTO OKCHTOHA B OCHOBHOM coctosiiur (N = 0)
U TIOJIOKEHHEM anuabarudeckoro mnorteHimana ans STE:
P = (Este — Eexc)/ho.

Penakcanus xonebaresbHoit sHeprun STE uper mytem
HIOCJICIOBATEJIBHOIO IIepexofia Ha HIDKHHUE KojieOaTesIbHbIe
ypoBHU. B Xome 3Toro mporecca BO3MOMKHBI TyHHEJIbHbIE
nepexonsl Mexny STE u cBobomHbIM sKcUTOHOM. B xome
TaKMX IEepexXoloB BCErga COXpaHseTcsl MOJIHasg SHeprus, a
4acTh K0JIe0aTesIbHOU SHEPruy IEePEeXOdUT B JICKTPOHHYIO
SHEPruI0 U Hao0opoT. EcTecTBeHHO Mpenosarate, 9To Mpu
0OpaTHOM TYHHEJIbHOM MEpPEeXofiec M3 METacTaOMIIBHOTO CO-
CTOSIHUSI B HAHOKPUCTAILT, BEPOSTHOCTD We, ONMPECIIAIONIAs
YHCTO 3JICKTPOHHBIA Hepexon, OyoeT TakoW ke, Kak INpH
npsMoM nepexone. st BeposiTHOCcTH 3TOro mepexoma Wr
Oyner crpaBensuBa (popmyiia, aHaorudHast (2):

Wr = v(n) well (i, )P, (6)

Ie V — IUIOTHOCTb COCTOSIHMSI, HA KOTOpOE IEepexXOomuT
9KCHTOH.

Hns mpumepa Ha puc. 2 nzodpakeHa KOH(PUTrypalmoHHas
cxeMa afiiabaTUYecKUX MOTEHLNAJIOB I KPEMHUEBOTO Ha-
HOKpHcTauia auaMerpoM 2.5 M. Kpusast (G) cooTBeTcTBYy-
et aguabarmiaeckomy norteHnnany Ug(Q) mpu orcyrcTBun
9KCUTOHA B CHCTeMe, | — MOTEHIMAJ, COOTBETCTBYIOIIMIA
9KCHTOHY B OCHOBHOM COCTOSIHMHM, 2—14 — O3KCHTOH B
Pas3IMYHBIX BO30YXKICHHBIX COCTOSIHUSIX B HaHOKPHCTAJLIE,
(STE) — apmmabGaTwdeckuii MOTEHIMAT IOBEPXHOCTHOIO
ABTOJIOKAJIN30BAaHHOT'O 3KCUTOHA.

KonebarenpHast sHeprus moepxHocTHOro STE-coctos-
HUsSI MOXET OBITh BBIBEICHA M3 CHCTEMBI ITyTEM 3MHUCCHH
JIOKaJIbHOTrO (poHOHA ¢ BepoATHOCTbIO Wy, IloTepsannas
IpU 3TOM 3Heprus hw yxomut B marpuily SiO;. DKCHUTOH
TaKkuM 00pa3oM MepexoauT Ha Oojiee HU3KOIHEPreTHIeCcKoe
Ko0s1e0aTesIbHOe COCTOSIHUE, SKCUTOHHAS 3HEPIUsl IPHU 3TOM
He u3MeHsercs. C NIpyroil CTOPOHBI, 4acTb ,,CBOOOMHBIX
9KCUTOHOB MOXKET TePSITh SHEPIHIO 33 CUET B3aMMOJICHCTBHS
¢ (oHOHaMM KPEMHHEBOTO HaHOKpHCTaJUIa. Takoil mporecc

MOXXET OBITh ONHCAaH KaK MEepexojl M3 OTHOro mnapabonmde-
CKOro MOTEHLMAaJIa B IPyroi ¢ IOJIoKEHHEeM THa napabosisl,
CMEIIEHHBIM BHU3 110 Hepruu. IlosaraeM, 4To BepoATHOCTD
TaKoro Iporecca omnpenessercss BeTuIMHON Wi

MBbI npoBesI MOLIeJTUPOBaHUE IIPoLecca SHEPreTHYECKOI
peJlaKcaly ropssuux SKCUTOHOB, UCIOJIBb3Ys MeTon MoHTe-
Kapo, nst iByX pa3smMepoB HAHOKPUCTAILIOB, C AAAMETPaMU
5 m 258M. B pamkax Hamiero mnpuOJIMDKeHUWs, Iepeme-
HICHAE KAXKIOrO0 3KCHTOHA OBLIO PACCMOTPEHO OTHENBHO.
B pacyerax ObUIO MPUHATO, YTO B IEPBBII MOMEHT HOCJIE
BO30YKIEHHS SKCUTOH 00OpasyeTcs BHYTPU HaHOKpHCTaIa
¢ sHeprueit 3.22 3B, npu 3TOM KojebaHUA MOBEPXHOCTHOI'O
nedexra He BO30OYKICHH! (CM. pHC. 2).

g MomenupoBaHHS Mbl BHIOpajM cleylolmuje Iapa-
MeTpbl. [I71 Ka)Kmoro BO3MOXKHOTO COCTOSIHHSI SKCHTOHOB
BBOJUTCSl YMCJIeHHBIA MHTepBasl oT O 1o 1, KOTOpBIA e-
JIATCS MIPOTIOPLIMOHATIBHO BEPOSITHOCTSM M3MEHEHHST COCTO-
SIHASL 9KCUTOHA. MHTepBaJl BpeMeHH, 32 KOTOPBIl OIMH pa3
BBIUHMCJIACTCS IIAHC HM3MEHEHUSI COCTOSIHUS SKCHTOHA MBI
npuHs paBHbiM 1014 ¢. Ha kaskmom mare renepupyercs
ciyvaiiHoe 4ucio oT 0 mo 1 M 9JIeKTpOH HMMeeT INaHC
OCTaThCA B U3HAYAJIBHOM COCTOSIHMU WJIM NEPEiTH B Apyroe
B COOTBETCTBHU C IOJIOKCHHEM 3TOr0 YUCJIA B YACICHHOM
uHTepBasie. TakuM 00pasoM, ¢ IOMOLIBIO TeHepaTopa CIIy-
YaflHBIX 4WCEJI, BHIOpAaB 3HAYCHHMS MAPaMETPOB, MBI HaILIA
MIOJIOXKEHHE 3JICKTPOHA [0 UCTEUYEHUH 3aJaHHOIO BPEMEHH.

Kaxkmoe moBTOpeHHEe O3HA4YaeT MOSIBIICHHE HOBOTO DJICK-
TPOHA B CHCTEME, U IPOllecC HaUMHAETCS 3aHOBO. MBI BBI-
Opanu ciemylolye HapaMeTpsl Ul BEPOATHOCTEH Iepe-
XOOB B HAIIMX pacyeTax, KOTOpble HaM IIPEeNCTaBJIAIOT-
csl BIOJIHC IIPABIOMONOOHBIMU: BEPOSITHOCTb CIyCKa Ha
cremylommii  KoneGarenbHbii  ypoeHb Wy, = 51010 ¢~ 1,
BEPOSITHOCTb 3KCHTOHHOW peJIaKCAllUM, MPU KOTOPOW Ha
hw moHMKaeTcss THO agrabaTHYeCKOro MOTEHIMala, paBHa
W,y = 5- 10" ¢~!. VTounenne >Tux mapameTpoB Tpebyer
CpaBHEHUS IOJIyYEHHBIX PE3Y/IbTaTOB C IKCIEPUMEHTOM.

[1770THOCTD 3JIEKTPOHHBIX M IBIPOYHBIX COCTOSHHMH B
HAHOKPUCTAJUIaX KPEMHHUsS Ppa3jIMYHbIX pa3sMepoB paccyu-
toiBasiach B [11]. TyHHenMpoBaHHE MNBIPKH CYIIECTBEHHO
sarpyaHeHo [19]. [TostoMy B Hammx pacyerax Mbl IPeAIosia-
raJid, YTO IePEeXo IKCUTOHA MEKIY COCTOSTHUSIMH MTPOUCXO-
IWT OJiarofapsi 3JICKTPOHHOMY TYHHEIMPOBaHHIO TOPSYEro
9JIEKTPOHA, a [IblpKa IPU 3TOM HAXOOUTCI B OCHOBHOM
COCTOSIHMM. B 3TOM mpuOImKeHnn I0OTHOCTh SKCUTOHHOTO
COCTOSIHMS PaBHA IUIOTHOCTH 3JIEKTPOHHOIO + IUIOTHOCTh
OCHOBHOTI'O JIBIPOYHOT'O COCTOSIHUSL.

Msl yusn, uTo BeposTHOCTh nepexonoB u3 STE B HaHO-
KPHCTAJUI CTAaHOBUTCS MaJIOBEPOSITHOU IS SHEPIUil HUKE
smann (B) Ha puc. 2, KoTOpas OmpeessieTcss SHepreThde-
CKHM II0JIO)KCHUEM TOYKH IIepecevueHus mapadboi OCHOBHOTO
cocTosiHUsA cBobomHOro 3kcuToHa M STE-cocrostms. Hmke
9TOM JIMHUM IEePEKPbITHE OCUMIATOPHBIX BOJHOBBIX (DYHK-
LUH OIpefessaeTcss yXe TOJBbKO MX IKCIIOHEHIMaIbHBIMU
XBOCTaMU. BEpoATHOCTb We B HALIMX pacyeTax — JIMHEHHas
GYHKIUS OT SHEPrud, KOTOpas NPUHAMACT 3HAYCHUS OT
10" ¢=! st 3.28 3B o 10'° ¢! st 1.753B (oneprus STE-
COCTOSIHHSI ).
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Puc. 3. DHeprerudeckoe pacrperesicHAEe SJICKTPOHOB B HAHOKPHCTAIUIC JUAMETPOM 2.5HM B Pa3jIMYHbIC MOMCHTHI BPEMCHH IOCJIC

Bo3OyxneHust: At = 30 (a), 50 (b), 701c (c).

B pesynabrare MopenupoBaHHsS OBbLIO IIOJMYYEHO CIEK-
TpaJIbHOE pacIpenesieHHe TOpsSYnX SKCHTOHOB B HAaHOKPH-
CTaJule B pa3Hble MOMEHTBI BpeMeHH. Pe3ysbTaTel pacueTos
g 1000 s71eKTpOHOB B HAHOKPUCTAJIE AUAMETPOM 2.5 HM
TIPEZICTaBJICHBl Ha pUC. 3 1711 MOMEHTOB BpemeHn At = 30,
50 u 70mc mocne BO30yXIeHHs HaHOKpHcTaiLia. dwucio
9KCUTOHOB, KOTOPBIE HAXOIATCS B BO3OYKIEHHBIX COCTOSIHU-
X B HAHOKpHUCTaJLIe, yKa3aHO Ha OCH OPIHMHAT, a dHEPrHs
9KCUTOHOB M COOTBETCTBYIOIIAS [JIMHA BOJIHBL — Ha OCH
abuucc.

Yepes 30mnc mocyie BO30YXACHUS, HauOOJbIIEE KOJIU-
YEeCTBO HKCUTOHOB HAXOMUTCS B CHJIBHO BO30YXXICHHBIX
COCTOSIHUAIX, HO yxke uepe3 S50I1c mosBisercss IIUPOKas
T0JI0Ca CIIEKTPAJIBHOTO paclpenesieHus ¢ KoM OKoJjio 3 5B
n niocsie 100 1ic GONBIIMHCTBO KCUTOHOB YK€ CPEIaKCHPO-
BaJIO B OCHOBHOE COCTOSIHHE.

Takum oOpa3oM, mporecc OOMEHa MEXAy MOBEPXHOCT-
HbIM cocTosinneM STE m cocTosiHMSAMHU B HaHOKpHCTasLIe
sBIIsieTcsl A(QEKTHBHBIM IPOIECCOM PeJIaKCallii SHEPTUH
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ropsYuX HOCHUTENEH 3apsa, JIOKaJM30BaHHBIX B KpeMHHeE-
BBIX HAaHOKpHUCTaJJIaX B MaTpulle AuOoKcuaa Kpemuus. Ilo-
JIy4eHHBIC NIMPOKUE TMOJIOCH PACIIPENESICHUS] SKCUTOHOB 10
sHepruy, GopMupyeMele 3a BpeMeHa IOpsA/Ka IECATKOB M-
KOCEKYHJI, ¥ JUHAMUKA X U3MEHEHHs CO BpEMEHEM [OJIKHBI
(dopMHpOBaTh CHEIU(PUIECCKYIO IIUPOKYIO IIOJIOCY PEKOM-
OMHAIIMOHHOI'O M3JIy4YeHHUs] TOPSYMX HOCHUTEJIeH 3apsna, Jio-
KaJIM30BaHHBIX B HAaHOKpUCTaJIaX KpeMHus. EctecTBeHHO,
YTO MAaKCHMYM paclpelesicHHss SKCUTOHOB II0 JHEPrud
CMEIIAETCS] CO BPEMEHEM B CTOPOHY MEHBIINX SHEPIHIl.

4. 3akniouyeHue

Msbr paccMoTpenn HOBBIA A(QPEKTHUBHBI MEXaHU3M pe-
JIAKCAIMM PHEPrHU TOPSIYMX HOCHTEJNICH 3apsiia B HAaHOKPH-
cTajulax KpemHus B Matpuue SiO;, IpUBOAAMUI K pesiak-
caluy TopsYrX SKCUTOHOB 3a BpeMeHa ~ 100mc. B ocHoBe
9TOr0 MEXaHU3Ma JISKUT 3P (EeKTUBHBIN TYHHEJIBHBIN OOMEH
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MEXIy MOBEPXHOCTHBIM COCTOSTHAEM aBTOJIOKAJIM30BAHHOTO
9KCUTOHA U COCTOSHHMAMH TOPSYEro CBOOOIHOIO SKCUTOHA
B HaHOKpUCTaule. B xome »sToro obmeHa cymiecTBeHHast
YacThb SHEPruu TepseTcs 3a CYeT SMHCCHU KojeOaTesIbHOMI
sHeprum aedexra Si—O Ha MOBEPXHOCTH HAHOKPUCTAJLIA.

Hcnomb3oBaB Meron Monre-Kapiio, Mel mokasanm, Kak
00MeH MeXIy HaHOKPUCTAJZIOM M BO30Y)KICHHBIM aBTOJIO-
KaJIN30BAaHHBIM COCTOSIHHEM IPUBOAUT K LIIMPOKOMY dHepre-
THUYECKOMY CIEKTpYy paclpefesieHus ,,lopaunuXx HOCHUTesel
B HaHOKPUCTAJUIaX KPEMHHs 32 HECKOJIbKO IECSATKOB IUKO-
CEeKyH[] 1Tocjie BO30YKICHUS.

Pabota nopnepkana rpantamn POOU Ne 13-02-00017,
13-02-90411 u HII-1085.2014.2.
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Peoaxmop JIB. lllaponosa

Role of the surface self-trapped excitons
in energy relaxation of photoexcited
silicon nanocrystals

A.V. Gert, I.N. Yassievich

loffe Physicotechnical Institute,
Russian Academy of Sciences,
194021 St. Petersburg, Russia

Abstract The new mechanism of the energy relaxation of ,hot“
carriers in silicon nanocrystals in the SiO, matrix is presented.
Effective energy exchange between ,,hot“ excitons in a nanocrystal
and surface self-trapped exciton state (STE) lead to excitation
of the vibration of the Si—O surface defect. Vibration energy
relaxation is accompanied by emission of local phonons, which
transmit the energy to the SiO, matrix. Modeling by the
Monte-Carlo method has shown that the mechanism leads to the
relaxation of the ,hot* excitons during 100ps after excitation.
It is also shown, that wide energy distribution is formed very fast
(5—10ps) after nanocrystal excitation.
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