dunanka HM3KMx Temnepatyp, 2006, 1. 32, Ne 10, c. 1246-1255

BnuaHune pasmepHoro apgpekta B CrekTpe aHeprum
9KCUTOHOB KNnacTepoB UHEPTHLIX 3NEeMEHTOB
Ha penakcauuio 9KCUTOHOB

o.T. BepxoaueBa1, E.A. EOHuapeHKoz, t0.C. ,ElOpOHI/IH1, A.M. PatHep

' Dusuro-mexnuueckuii uncmumym nukux memnepamyp um. b.HU. Bepxuna HAH Yxpaunvl
np. Jenuna, 47, 2. Xapvkos, 61103, Ykpauna
E-mail:verkhovtseva@ilt.kharkov.ua

2 » . .
Xapvkosckuil HauUOHAIbHbLT IKOHOMUYECKUL YHUsepcUmem
np. Jdenuna, 9-a, 2. Xapvoxos, 61001, Yxpauna
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MeroioM KaTooioMuHecieHTHOH BY D criekTpockoni n3ydeno Biausinue paamepnoro apdexra
B CHEKTpEe SHEePruy 9KCHTOHOB KJIACTEPOB aproHa, KPHUITOHA M KCEHOHA Ha PeJIaKCallMio 9KCHUTOHOB.
YcTaHoBIeHO, YTO ¢ yMEHbIEHNEM CPeHEr0 pa3Mepa KJIAacTepPOB [0 HEKOTOPOIl KPUTHYECKON BeJIi-
qHbl N, ~ 160—190 aromMoB / ki1acTep Habonaercss 6JJOKNPOBaHe 0OBIYHOTO OAHOPOHOHHOTO KaHa-
Jla peslaKCallu} HePTUU 9KCHUTOHOB, OOYCJIOBJIEHHOE yBeJIHMYEHHEM PACCTOSHUS MEXKIy MOCJIeL0Ba-
TeJbHBIMU 9KCUTOHHBIMU YPOBHIMY B 30H€ BILJIOTDH /10 /ie6aeBCKOI aHeprun GoHoHa. ITO NPUBOJUT K
MOSBJIEHUIO IPYTOTO KaHaja penakcaiun (II0JaBJIeHHOTO B TBEPJAOM TeJje), KOTOPbIil 3aKaHUMBAETCs
Jgecop6uneil Bo30ysKI€HHBIX aTOMOB U MOJIEKYJI M3 KJIaCT€POB HHEPTHBIX 3JEMEHTOB.

Metonom karoposoMinecteHTHOI BY®D crexkTpockonii BUBUEHO BIINB PO3MipPHOTO edeKTy B
CIIeKTPi eHeprii eKCUTOHIB KJacTepiB aproHy, KPUITOHY i KCEHOHY Ha peJakcallilo eKCUToHiB. BceTa-
HOBJIEHO, IO i3 3MEHHIEHHAM CepeJHbOTO PO3Mipy KJaacTepiB A0 AesdK0i KPUTUYHOI BeJNYNHHU
N, ~ 160—190 aromiB /kaacTep crocrepiraeTbcs OJOKYBAHHS 3BUYAIHOIO 0JHO(MOHOHHOTO KaHAJIY
peJiakcariii eneprii eKCUTOHIB, 1O 00YMOBJIEHO 36iIbINEHHSAM BiJICTAHI MiXK MOCJiJIOBHUMHI €KCUTOH-
HUMHU PiBHSIMH B 30HI axX /10 ne6aeBcbKoi eneprii ¢ponona. Ile mpusBoAnTD J0 MOSIBYU iHIIOTO KaHATY
penakcarii (ITPUTHIYEHHOTO y TBEPAOMY TiJfli), AKMH 3aKiHUY€EThCA AeCOPOIieio 30yIKEHUX aTOMIB Ta

MOJIEKYJI 3 KJIaCTePiB iHEPTHUX €JIeMEHTIB.

PACS: 36.40.—c, 36.40.Vz, 36.40.Qv

Kmouessle cjoBa: kjacrep, pa3aMepHbIil o (DEKT, CIeKTp SHEPTHN IKCHTOHOB, PEJIAKCAITHS.

Bgeaenne

[Tportecchr pesrakcanuu aHEPrUH 3JIEKTPOHHOTO BO3-
6y:K/IEHNUS B TBEP/IOM TeJie U3y4aJiCh MHOTUMH aBTOPa-
MH, B YaCTHOCTH, [IJIi OTBEPJEBIINX UHEPTHBIX TA30B
(cm., Hanpumep, 0630pbl [1-4]). OpHako u3MeHeHue
CKOPOCTH HHEPTeTUYECKON peslaKcaluu I 9JI€KTPOH-
HOWM TOJICUCTEMBI TIPU TEpeXojie OT TBEPJOrO Tejaa K
KJIacTepaM H3YYeHO HETOJHO 13-32 3KCHEePUMEHTATb-
HbIX TpyaHocTedi. C Apyroil CTOPOHbBI, IKCIEPUMEH-
TaJbHbIE JAHHbBIE [5] 10 2JIEKTPOHHBIM peJIaKCAIIOH-
HBIM TIPOIleCCAM B KJacTepax HMHEPTHBIX 3JIeMEHTOB,
BO30Y K/IEHHDBIX JEKTPOHAMM, CBU/ICTEJIbCTBYIOT O CY-

IIECTBOBAHNN pPaHEE HEM3BECTHBIX KaHaJOB CUJIbHOU
peJlaKkcaluy SHEPTUH HJIEKTPOHHOTO BO3OYKIEHUS, KO-
TOpbIE OTCYTCTBYIOT B MACCUBHBIX KPUCTAJIIAX U 3HAYU-
TEJHHO 3aBUCAT OT pa3Mepa KJIACTEPOB.

[l7151 KpUCTaIJIOB MHEPTHBIX 3JIEMEHTOB U KJIACTEPOB
6OJIBIIMX Pa3MEPOB TUIUYHBIM ITPOIECCOM 3HEPTeTH-
YeCKOU peJslakcaruu 9 3JCKTPOHHOU TIO/ICUCTEMbI
SBJISETCS TETJIOBAs peJiakcalisl dSHepruh CBOGOIHBIX
9KCUTOHOB BJIOJIb WX JIUCIIEPCHOHHON BETBU, COIPOBO-
JKJaemMasl M3JydeHneM OJMHOYHBIX (OHOHOB. B artom
cJIydae TIPOIIECC DeJIaKCAIUK 3aBepliaeTcs o6pa3oBa-
HUEM HEHTPOB JIOMHUHECHEHINN THUIla OSKCUMEPHBIX
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mosexyn Ry (B£h) (R — arom unepruoro snementa)
PY aBTOJOKAIU3AINU 9KCUTOHOB M3 HIDKANIINX 30H,
U3JIyYaIoNuX KOHTUHYYMbI M B 06/acTH BAKyyMHOTO
yabrpadmosera (BY D) [1-9].

OmHako, Kak cjeayer u3 OONUUX COOOpaKeHU,
OOBIYHBI KaHaJa 0JHO(OHOHHON peslakcalni SHePTUu
9KCUTOHOB JIOJKEH TIOAABIATHCS C YMEHBIIIEHUEM Pa3-
Mepa kJacrtepoB. /[lelicTBuTesbHO, TpU Tepexojie OT
KPHUCTAJJIOB UHEPTHBIX 3JEMEHTOB K KJjacTepam™
CIIEKTP 9KCUTOHOB C KBAa3WHENPEPBIBHBIM HAO0POM
YPOBHEH 9HEPTHH B 30HE TPAaHCHOPMUPYETCS B IHC-
KpeTHbIN crekTp. IIpw 9TOM MOKHO MPHUHSITH, YTO TITH-
pUHA 06J1aCTH 9HEPT U TUCKPETHBIX COCTOSTHII 9KCUTO-
HOB B KJacrepax 6JM3Ka K MIMPUHE dKCUTOHHOI 30HbI
kpuctamia** [11]. Mexoast u3 atoro oOBIYHBIN KaHaJ
0IHO(DOHOHHOI pPeJlaKCAIUN SHEPTUH HKCUTOHOB J0JI-
JKEH TIOJABJISIThCS B 00JIACTH Pa3MEPOB KJIACTEPOB, KO-
r/la CPeHUN HEPTETHUECKUI TPOMESKYTOK MEKIY GJIH-
JKAHIIIMK YPOBHSIMU B SKCUTOHHOW 30HE KJacTepa,
A = AE/N (AE — mupuHa 5KCUTOHHOW 30HBI, N —
YHCJO aTOMOB B KJacTepe), MpeBbIliaeT ae6aeBCKyio
snepruio donona iw . Ang A > ho ) d9KCUTOH MOXKeT
1epeaBaTh CBOIO SHEPTUIO KJIACTEPY TOJBKO Yepes3 OfI-
HOBpPEMEHHOE U3JIyYeHre [ByX U/ HECKOJIbKUX (HOHO-
HOB. Ilepexom 0T 0AHOMDOHOHHOTO TPOIecca pejraKca-
U 9HEPTUN K MHOTO(OHOHHOMY, OOYCJIOBJIE€HHBII
OTMEYEHHBIM pa3MepHbIM 3(PGHEKTOM B IUCKPETHOM
CIIEKTpE DHEPTUU HKCUTOHOB KJIACTEPOB, JOJIKEH IPH-
BOAUTH K GJOKHPOBAHUIO OOBIYHOTO KAaHAIA pejlaKca-
UM YHEPTUU O SKCUTOHHOU 30HE U CO3/IaBaTh BO3-
MOZKHOCTD JPYTOTO IIyTH PeaKCAIUN.

B pa6ore [5] npu ucciaegoBaHum MexaHusMma Jie-
copOITH BO30Y>K/IEHHBIX aTOMOB U MOJIEKYJI U3 KJIacTe-
POB HMHEPTHBIX 3JIEMEHTOB, TpU UX 6OMOAPANPOBKE

2JIeKTpOHAMU, Obll OGHAPYKEH HOBBIN IyTb peJaK-
caluy 9HEPTruU HKCUTOHOB, CHUJIbHO 3aBUCSIIUNA OT
pasmepa Kjactepos. B oriuume oT 06bIYHOrO KaHasa
0IHO(DOHOHHOM peJiaKcalliii B 9TOM CJydae IIpolecc
peJlaKkcaluy  3aKaHYMBAJICS JiecopOIeii BO30YK/IEH-
nprx atomos R* (B P)) u mosexyn R (COE, B2HY) us
KJIACTEPOB TI0 MeXaHU3My «G6e3bI3JIydaTeJIbHON 9KCH-
MepHOUl aucconuanuus [S] ¢ mocjaenyommm ux msuiy-
uyenneM B BY D puanazone. B nacrosieii pabore j0-
Ka3bIBaeTCd, YTO WMEHHO 3TOT KaHaJ peJakcarun
00yCJIOBJIEH OCOOCHHOCTSIME CIIEKTPA SHEPTUH IKCUTO-
HOB KJIaCT€POB WHEPTHBIX 2JEMEHTOB B OTpeeIeHHON
06JIaCTH Pa3MepoB.

PasBeTBiieHIE 9KCUTOHHOTO TIPOIECCA peJIaKCAINH
Ha J[Ba KaHaJa, KA/l 13 KOTOPbIX 3aKAaHYMBAETCS B
PA3JMYHBIX PAUAIMOHHBIX COCTOSHUSAX, CO3/Ia€T YHU-
KaJbHYTO BO3MOKHOCTD I/ HAOJIIOIEHUS BIUSHUS Pa3-
MepHOTO 3 deKTa B CHEKTPEe IHEPTUN HKCUTOHOB KJa-
CTEpPOB Ha pacripe/ieJieHue dHEPTUN 9KCUTOHOB MEK/Y
0/THOPOHOHHBIM M MHOTO()OHOHHBIM KaHAJAMU peJiaK-
calli MeTOJIOM KaToJoJoMUHecIleHTHOI BY® crek-
tTpockonuu. CylecTBeHHbIe M3MEHEHHS B Ipollecce
SHEPTeTUYECKON peslakcaIiui JTOJLKHBI OTUYETJIUBO TPO-
aBUTbCSI B BY @D crekTpe KaToI0TIOMUHECTICHITUN KJia-
CTEPOB B 00JIACTH KPUTUYECKOTO CPEJIHEr0 pasMmepa:

N. = AE /hop, (1)
rae AE — mpuHaA SKCUTOHHOH 30HBI, o p, — Aebaes-
ckag aneprust ponona. [IpoBesieHHbIE OIIEHKN TTOKA3bI-
BAIOT, YTO /IJII KJIACTEPOB UHEPTHBIX 3JIEMEHTOB KPUTH-
vecknii cpennmii pasmep N, Haxoautcs B 0o6Jactu
pasmepoB npumepro or 100 go 250 aTomoB/Kjaactep
(cm. Tabm. 1). IIpn omeHKaxX MPUHUMAJIOCH BO BHUMA-
HUe, YTO YACTOTHBIN CIIEKTP KoJieGaHUNl aTOMOB B KJa-

Ta6muua 1. [lapamerper N, pj 1 p,, XapaKTepusylollie pasBeTBJICHIE S9KCUTOHHOTO IIPOLECCA PEJAKCALUH SHEPTHH.

BemecrBo Po P AE,, 9B [2] hop, MaB [1] N o (1) Ne ¢ dymeumed Noexp
s N > N, s N > N, pacupenenenus 1o (5)
Ar 0,87 0,23 0,9 8,04 112 150 160
Kr 0,84 0,04 1,14 6,18 185 170 170
Xe 0,73 0,01 1,41 5,92 255 180 190
IIpunmeuanue hop — aebaesckas sneprus GOHOHa; AEy — IIMPHHA p-IKCUTOHHOI 30HBI, NOJIYYCHHAS IIYTEM YBEJIMUCHHS IIHPHHbL

S-9KCUTOHHOIT 30HbI B 1,5 pasa [2].

*

PaCCMOTpeHI/Ie IIPpOBOAUTCA B PpaMKaX KpI/ICTa]UH/I‘{eCKOIL/'I Mozae M, TIOTOMY 4YTO O9KCHUTOHHbBIEC IIOJIOCBI B CIIEKTpaX

Bo36y:xaeHusI BY @ dayopecueHnnn KJaacTepoB HHEPTHBIX 3JIEMEHTOB €J1a00 3aBUCAT OT CTPYKTYPBI KJIACTEPOB U OJIU3KH K
3KCUTOHHDBIM I10JIOCAM B COOTBETCTBYIONMX CIIEKTPAaX KPUCTAJJIOB MHEPTHBIX ajeMentos [10,11].

* %
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Jl1s1 TIPOCTOTBI M3JIOKEHNST 06JIaCTh 9HEpPIuil JUCKPETHBIX COCTOSHUII SKCHTOHOB B KJACTEpax C MIMPHHON, OJM3KOH K
MIMPUHE SKCUTOHHOI 30HbI KpUCTajia, Oy/ieM Ha3bIBaTh HKCUTOHHOI 30HOI KJacrepa.
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CcTepax WHEPTHBIX 3JIEMEHTOB, cojepxkamux Gosee
55 aToMoB/KjacTep, OJU30K K (DOHOHHOMY CIEKTPY
MACCHBHBIX KPUCTAJJIOB WHEPTHBIX ajeMeHToB [12].

[lenpio HacToOsMIEH PaGOTHI ABISAETCS yCTAaHOBJICHUE
BJINSTHUST pa3MepHOTro ad@eKTa B CIEKTpe SHEPTUH IK-
CUTOHOB Ha peJIaKCAIMIO 9KCUTOHOB B KJlacTepax apro-
Ha, KPUIITOHA M KCEHOHA METO/OM KaTO/0JIOMUHEC-
nentnoit BY ® cnexrpockonuu. /g 3TOro mpoBeeHbI
COBMECTHBIE KCIIePUMEHTAJIbHbIE U TeOPeTHUECKUe UC-
cIeoBaHUs ocoGeHHOCTeH B 3aBucHMOCTIX BYd
CIIEKTPOB KaTOMOJIOMUHECIICHIINN KaacTepoB ATy, Kry
n Xey oT ux pazMepa. Ocob6oe BHUMaHUeE y/IeJaeHO 006-
JlacT! pazMepoB B6/m3K 3HaYeHuit N ., B KOTOPOIl TIpe/I-
noJiaraeTcs 1mepexo/i oT 0lHO(OHOHHOTO Ipollecca pe-
JIAKCAIUH K MHOTO(DOHOHHOMY .

JKcrnepuMeHTaIbHasl YCTAaHOBKA M METO/AHKA
H3MepeHui

CBoO6OTHBIE KJIACTEPDBI aprOHA, KPUTITOHA W KCEHOHA
¢opmMupoBasich B TIpoIiecce TOMOTeHHO KOH/IEHCATIH
rasa B CBEPX3BYKOBBIX CTPYSIX WHEPTHBIX Ia30B, BbITE-
KaoIMX 13 KOHMYECKOTO COTLJIA B BAKYYMHYIO KaMepy.
Cpennuit pasMep KJacTepoB B MecTe BO3OYKIEHUs
CTPY! 3JIEKTPOHAMU BapbuUpoOBasn JlaBjenueM Py u
temiteparypoil T raza na Bxo/e B COILIO.

CrexTpockonuyecKkast yCTaHOBKa, Ha KOTOPOH Tpo-
BOJIMJIA U3MEPEHUS, COCTOSIIA U3 MAJTOTabapuTHOTO Ta-
30cTpyitHoro ncroynnka BY @ nsmydeHus  BakyyMHO-
ro moHoxpomatopa CII-68. Vccaenyembrii a3, mpoiis
TeII006MEeHHUK U PUOGPETS ero 3aJaHHYyI0 TeMIepa-
TYPY, (OPMUPOBAJICS KOHUYECKUM COILJIOM B CBEPX3BY-
KOBYIO CTPYIO, BBITEKAIONIYI0O B BAKyyMHYIO KaMmepy.
Jlyst OTKAuKW BEMIECTBA CTPYU MCIIOTH30BAJIN KPUOTEH-
HBI Hacoc, OXJa)KAaeMbIN KUAKUM BogoponoM. [Ipu
9TOM [IaBJIEHHE T'a3a B KaMepe He TIPEBBINIAI0 10~ Ma.
Knacrepuasi ctpyst Bo36ysK/adach 3J€KTPOHHBIM ITy4-
koM ¢ aHeprueil 1 k9B u Tokom 20 MA Ha paccrosiHUM
30 MM OT BBIXO/IHOTO CEYeHust COIIa, 0OeCIIeqnBaIONeM
JIOKaJbHOCTh u3mepenwuii [5]. Bosnukaioniee BY @ us-
JIiydeHue TI0Ma/[aJ0 Ha BXOIHYIO MIeJb BAKYYMHOTO MO-
Hoxpomaropa CII-68, pasznarasoch B criektTp audpak-
IIMOHHOW pemeTkoli, wumetonieit 600 mTp,/MM. 3a
BBIXO/[HOH TeJibio MoHoxpoMmaTtopa CII-68 usmydenne
peructpupoBau GoroymuoxkureseM MIAY-79 ¢ nHane-
CEHHBIM Ha €0 TOPEI] CJA0EM CAIUIIIaTa HATPUS, a B
psifie HKCIEPUMEHTOB BTOPHYHO-3JIEKTPOHHBIM YMHO-
xkutenem tuma BOY-6. CurHaa ¢ BbIXoJa /IETEKTOPOB
U3JTyYeHNs] PETUCTPUPOBAJIHN IO CXEMe CUeTa MMITYJIh-
coB ¢ 3anuceio. [logpo6Hoe onncanue yCTaHOBKYU JaHO
B pabote [5].

B skcriepuMenTax MCI0JIb30BAIN CBEPX3BYKOBOE KO-
HUYECKOE COTLJIO C IMaMEeTPOM KPUTUYECKOTO CEUeHUS
0,34 MM, yraom konyca 8,60° 1 oTHOIIIEHIeM TLI0TIa/1e i
BBIXO/IHOTO cevueHnsT K Kpurnueckomy 36,7. Kak orme-
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4yajoch, paclpe/eseHue KJAcTepoB 10 pa3MepaM B
cTpye Bapbupyercd JgasiaenueMm Py u temuneparypoit T
raza Ha Bxojie B corso. [loatomy BY D cnekrpol nsiy-
YEHWS CBEPX3BYKOBBIX CTPYH aproHa, KpUIITOHA W Kce-
HOHA MCCJIeIOBAJH TIPHU JAABJEHUAX P 1 TeMIepatypax
Ty rasa B WHTepBaJe 3HAUCHUI COOTBETCTBEHHO
0,03-0,1 MIla u 150—-600 K. Koppemsamuio Mexmay
BY® cniektpamu, 3aperucTpupoOBaHHBIMU ITPU PA3HBIX
Pyu Ty, u cpeguumu pasMepaMi KJI1acTepoB N B Mecte
BO30Y>K/ICHUS CTPYU 2JICKTPOHHBIM ITYYKOM YCTAHABJINBA-
JW TIOCPEJICTBOM TpaiynpoBounbix Kpubbix N (Py,Tp).
I'paxyuposounnie kpusbie N (Py,Ty) GbLIM TIOMydeHbI
MeToJIoM AUQPaKINN 3JeKTPOHOB Ha 3JIE€KPOHOTpadm-
YeCKOil yCTaHOBKe 110 MeTO/MKe, onucantoi B [3,13].
OrtHocuTeIbHAS MOTPEITHOCTD B ONPE/IeJICHUN CpejiHe-
ro pasmepa kiaactepos N He npesbiana 30%.

B pa6ote mpoBe/ieHDI /B CEpUN HKCIIEPUMEHTOB. B
MepBoii cepun mccjenoBasn ocobennoctn BY D crek-
TPOB KaTO/OJIOMUHECIEHIIUU KJacTepoB Ary, Kry u
Xep B 06J1aCTH KPUTHYECKOTO cpejiHero pasmepa N,
KOTOPBIHl COTJIACHO TTPOBEJCHHBIM OIIEHKAM COCTABJISCT
npumepno 100—250 aromoB /kmacrep. [lisg aToro uame-
pamu BY® crexTpbl KaTOIOJIOMUHECIICHIIUN CBEPX-
3BYKOBBIX CTPYH aproHa, KPUITOHA M KCEHOHA aTOMHO-
TO COCTaBa, a TakKe MPU HAJWMYUU B HUX KJIACTEPOB B
06JacTH KPUTHYECKOTo cpeaHero pasmepa N .. Crek-
Tpbl u3Mepsan B uHTepBase AauH BoH 100—160 HM,
110—180 um u 125—200 HM COOTBETCTBEHHO [/ CTPYi
aproHa, KpUIITOHA U KCEHOHA.

Bo BTOpOIi cepnm aKCIEPUMEHTOB [IJIsT KJACTEPOB
Ary, Kry m Xey B 061acTi KPUTHYECKOTO CPELHETO
paamepa N, =~ 100—250 aToMOB /KJIacTep B 3aBUCHMO-
CTH OT pa3Mepa KJIACTEPOB MCCIeI0BATN OCOOEHHOCTH B
OTHOILIEHUM Q MHTErpPaJbHON MHTEHCHUBHOCTH KaXX/01
AMUCCHHU JIeCOPOUPOBAHHBIX M3 KJIACTEPOB YACTUIL K UH-
TETPaJIbHOM WMHTEHCHBHOCTH COOTBETCTBYIOIIETO KJa-
cTepHoro KOHTHHyyMa M. J7s1 3TOTO M3Mepsiin 3aBu-
cumoctt BY®D crexTpoB u3siydeHus CBEpPX3BYKOBBIX
CTPy# aprosa, KpuIITOHa M KCEHOHa OT TeMIleparypbl
T raza Ha BXO/ie B COILJIO IIPU IIOCTOSIHHOM /IaBJIEHUN
Py us unrteppasa snauenuit Py = 0,03—0,1 Mlla. 13
MOJIYYEHHBIX CIIEKTPOB OIMpPee/Isii MHTETPaJbHble UH-
TEHCUBHOCTH KOHTHHYYMOB M KjactepoB Ary, Kry n
Xeyn T KaKJI0 aMHUCCHH 1eCOPONPOBAHHBIX U3 KJacTe-
POB YACTHI[ B TIPOKOM /IHANIA30HE CPEHUX PA3MEPOB
10—5000 aTtomoB /Kmacrep.

BY® usnyuenvie Bo30YKAEHHBIX aTOMOB U MOJIEKY.T,
JIlecOpOMPOBAHHBIX U3 KJACTEPOB, OTAEIANI0Ch 0T BY D
U3JTyYeHUs1 YaCTUI] Ta30BOH (has3bl CTPYU IIPU TTOMOIITH 3a-
KOHA <«COOTBETCTBYIONUX cTpyii» [14]. B atom ciyuae
TIOJIOJKEHNE MAKCUMYMa B 3aBUCUMOCTSIX WHTEHCUBHOCTEH
AMUCCHI JeCOPOUPOBAHHDBIX YACTHUIL OT TeMIiepaTypsl T
rasa Ha BXO/I€ B COILJIO /IJISl Pas3HbIX JlaBJieHuil P yioBie-
TBOPSIET COOTHOIIEHUIO POTO_Z’5 = const, koTopoe cooT-
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BETCTBYET OJIMHAKOBOMY PACIIPE/ICTIEHUIO KIACTEPOB 110
pa3Mepam.

PeBlebTaTbI HCCJaeOBaHUil U UX 06cy)K/:leHI/Ie

Ha puc. 1 (cneBa) npexacrasaenst BY® crexTpsl
U3Jy4eHUus CTPYH aproHa, KPUIITOHA W KCEHOHA B ITH-
poxom mHTepBaJie aaH BoH 100—200 uM, 3aperucTpu-
pPOBaHHbIE IIPY ATOMHOM COCTaBe CTPYH U IIPU HAJIUYNN
B HUX KJIACTepOB B 06JACTH KPUTHYECKOTO CPEIHErO
pasmepa N .. Ha ToM sxe pucyHKe clpaBa IpUBe/ICHbI
JIeTaJIi CIEKTPOB B 06JIACTH ATOMHBIX PE30HAHCHDBIX T1e-
pexo/10B 1P1 - 150 u 3P1 - 150 BO BTOPOM LIOps/IKe
qudpakimm.

BY® cnexktpbl cTpyii aTOMHOTO cOCTaBa COCTOSIT U3
JIBYX PE30HAHCHBIX JUHUN L{ u L9, U3J1y4aeMbIX BO3-
Gysxaennsivu aromam R* (1P u R*(P)). C nosse-
HUEM B CTPYSX KJIACTEPOB XapaKTep CHEKTPOB U3MEHS-
eTcd: HapsJy ¢ PEe30HAHCHLIMU JIMHUSMU aTOMOB
MPUCYTCTBYIOT MOJICKYJISPHBIE MTOJIOCHI U KOHTUHYYMBI.
[Tpu aToM MHTEHCUBHOCTD JWHNUN L 1 Ly 3HAUUTETHHO
YBEJUYUBAETCA 110 CPABHEHMIO C UX HHTEHCUBHOCTbHIO
IpHU aTOMHOM COCTaBe CTPYH u3-3a 3PQeKTHBHOI [e-

CnekTp nusnyy4eHns

CnekTp U3ny4eHuns knactepos

cop6un Bo3Gy:xaennbx atomos R ('P) u R"CP))
U3 KJACTePOB Ipu 6OMOAPINPOBKE UX 3IJIEKTPOHAMU
[5,6].

C mosBIEHNEM B CTPYSIX KJIACTEPOB B 00JIACTH KPHU-
TH4eckoro cpejgnero pasmepa N, B BY® cnexkrpax na-
6JTIOIATOTCST MUPOKUE KOHTHHYYMBI M, XapakTepHbIe
JUIST KPUCTAJLIIOB MHEPTHBIX 3J71eMeHTOB [1—4]. DT KoH-
TUHYYMbI U3JIy4alOTCs JIOKAJN30BAHHBIMU 9KCUTOHAMU
TUIIA S9KCUMEPHBIX MOJICKY.JI R; , 00Pa30BAHHbBIX B Heli-
TPAJbHBIX KJIAcTepax B KosaeOaTeabHO-PETaKCHPOBAH-
HbBIX COCTOSHUAX 1‘322(3P1‘2 + 1SO) B IIpoliecce aBTO-
JIOKAJN3aI S9KCUTOHOB M3 HIDKANINX s-30H [6,7]. B
KJIacTepax aproHa JIOKAJTM30BAHHbIE SKCUTOHBI 06pasy-
I0TCSI TAK)Ke B YACTUYHO KOJIe6aTeIbHO-PeTaKCHPOBAH-
oM cocrosum B'STY G P + 18), usyuaomue xon-
THHYYM M3 ¢ MakcUMyMOM HHTeHcuBHocTH 109 HM
[5,6,15]. Hexortopwrii BKJIaJ B U3JIydeHNE KOHTHHYYyMa
M 3 BHOCAT TaK’Ke SKCHMEPHbBIE MOJIEKYJIBI, 1ecOpONpO-
BaHHbIE W3 KJIACTEPOB aproHa B YACTHYHO KOJIe6aTesh-
HO-PEJIAKCUPOBAHHBIX COCTOSTHUSX B1E;V' u ASEZ"'
(cm. puc. 8 B [5]). Kpome Toro, B paccMaTpuBaeMbIX
CIIEKTPAX HPUCYTCTBYET PsiJi HETPUBUAIBHBIX dMUCCHUI
BO30Y K/ICHHBIX aTOMOB U 3KCHMEPHBIX MOJIEKYJI, Jie-
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Puc. 1. BY® crekrpbl H3/IydeHusi cTpyil aprona, KpHITOHA M KCEHOHA IIPM HAIMUMK B HuX KaactepoB ¢ N = 100 aro-
MOB /kJactep. CieBa MOKa3aHbI CIIEKTPHI M3JTyUeHUsT KJIACTEPOB U eCOPOMPOBAHHBIX M3 HUX YACTHUIl B IIMPOKOM [HANla30HEe
JuH BosH (MYHKTUPHbIE JIMHUU OTHOCATCS K CTPye, cofiep Karieil Tombko atoMbl). CripaBa MPUBEAEHBI CIIEKTPBI eCOPOIPO-
BaHHbBIX yacTuil U3 [5] Bo BropoM mnopszake audpaximu. [ HATISIHOCTH B OTUX CIEKTPAX MO OCH aGCIUCC OTIOKEHbI [IJIH-

HBI BOJIH, COOTBETCTBYIOIINE EPBOMY TTOPSIKY TH(PPAKIIH.
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cOPOUPOBAHHBIX M3 KJIACTEPOB UHEPTHBIX JJIEMEHTOB
npu 6oMO6apaANpPOBKe UX 3JeKTponamu [5,6,16]:

— pesonancHble MUHAN L{ 1 Ly BO30Y»K/I€HHBIX CBO-
GO/IHBIX aTOMOB R*(1P1, 3P1), J1eCOPOMPOBAHHDBIX 13
KJIACTEPOB B Ta30BYIO «MATPHUILY» CTPYH;

— y3Kkue mojockl L'y u L'y Bo36YKIEHHBIX aTOMOB
R*(1P1, 3P1), KOTOpBIE TIOCJE AecopOInu M3 KjacTe-
poB JoKanu3yioTcst B6M3u ux nosepxuoctu. Ilosocs
L't u L'y casunytel na 0,2 HM B CTOPOHY OOJIBIIMX
JUIAH BOJIH OTHOCHUTEJIbHO PE30HAHCHBIX JUHUA L4 n
Lz;

— T0J0chl M | 9KCHMEPHBIX MOJIEKYJ C MaJoif sHep-
THell CBSI3W B KOJIe6aTeTbHO-PEJaKCHPOBAHHOM COCTOS-
wn Cls7 (P + 1s));

— nosiocsl My n M4 ecop6upOBaHHBIX 9KCHMEPHDIX
MOJIEKYJT B K0J1€6aTe/IbHO-BO30Y K/ICHHBIX COCTOSTHUSX
1,32-:!\/(31)1’2 T 150 ).

CuretyeT OTMETHTD, YTO BCE dMUCCHH, TEPEUNCIIEH-
HbIe BbIIIE, OTCYTCTBYIOT B BY M crexTpax KaTo10J10-
MUHECIHEHIIUY YUCTbIX KPUCTAJJIOB aproHa, KPUIITOHA U
KCEHOHA 3a WCKJIOYeHUeM JUHUI 1ecOpOUPOBAHHBIX
aTOMOB Ar*(1P1, 3P1) [17].

B patote [5] nokazano, 4yTo BO36YsK/ICHHDIE YaCTHIIBI
J1ecopOUpPYIOT U3 KJIACTEePOB B 06JIACTH CPETHETO pasMepa
N = 100 aToMOB/KJacTep TJIAaBHBIM 0OPA30M IO MeXa-
HI3MY «G6e3bI3/IydaTeIbHON 9KCUMEpPHOI MCCOIIAITIT» .
CoryacHO 2TOMY MeXaHHM3My B KJjacrtepax 06pasyloTcs
BBICOKOBO30OY K/IEHHBIE 9KCUMEPHBIE MOJIEKYJIbI R%‘ * e
npesenom uccormam R**(np® (n + Dp) + R('Sy)
(rme n =3, 4, 5 coorBercTBenHoO A1 Ar, Kr, Xe) B mpo-
1ecce aBTOJOKATIN3AINN 9KCUTOHOB W3 BBICOKO3HEPTE-
THYHON p-30HBI. llociemyromas GesbI3sydaTebHAsS
JIICCOIIMAINS 9TUX MOJIEKYJ TPUBOAUT K JecOpOIMu
BO36YK/IEHHBIX aTOMOB R*(1P1, 3P0,1,2 ). DKcUMepHbIe
MOJIEKYJIbI R5, lecOp6UpOBaHHbIe U3 KJIACTEPOB, BO3-
HUKAIOT [IPU CTOJKHOBEHUU «TOPSTINX»> BO30YKIEHHBIX
atomos R* (1 Py, 3P,) ¢ atomamu knactepa B ocnosnoM
COCTOSTHUT.

Ha puc. 2 1719 KaX/10ro U3 Tpex BelllecTB IIpe/iCcTaB-
JIeHbl 3aBMCUMOCTH OTHOIIEHMSI Q MHTErpaJbHOM MH-
TEHCUBHOCTH OMUCCHU KaXKJOTO BHJA [1eCOPOMPOBAH-
HBIX YACTUI[ K WHTETPAIbHON MHTEHCHBHOCTH KJacTep-
noro koutuyyma M or tremneparypbt raza T npu Py =
= const (HMKHASA MKaIa) M OT CPEeJHEr0 pasMepa KJa-
crepoB N (BepXHss MmKaia). 3aBUCHMOCTH OTHOIICHUS
Q mpuBeneHbI Ay TUHUH u3aydenus Ly u Loy necop6bu-
POBAHHBIX BO36Y KIEHHBIX aTOMOB R*(1P1, Py) u no-
Jgocel M [1ecOpOUPOBAHHBIX IKCHUMEPHBIX MOJEKY.JI
R3(C's?). Amanormumpii xoa uMenor pasMepHbie
3aBUCUMOCTH OTHOIIeHUsT Q AJs1 APYTUX 3MHUCCUN fle-
cop6npoBaHHBIX dacTull. Ha ToM ke pHCyHKe MyHKTH-
pOM TIpUBe/IeHa pa3MepHas 3aBUCHMOCTb HHTETPAJIbHOI
MHTEHCUBHOCTHU JIJIS KJIACTEPHOTO KOHTUHYyMa M.
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Puc. 2. 3asucumocrn Q(Ty) upu Py = const (Hipkisis mika-
na) u Q(N ) (Bepxusia mkama) s munmii Ly, Ly u momoc My
JIleCOPOMPOBAHHDIX YacTHil. [IyHKTUPOM m300paskeHa pa3mep-
Hasl 3aBUCHMOCTb MHTErPAJIbHOI MHTEHCUBHOCTH KJIACTEPHOTO
KOHTHHYyMa M. 3aBUCHMOCTH [IJISl aprOHa M KPHIITOHA TOJIy-
yenbl 1ipu Py = 0,1 MIla, ana kcenona Py = 0,03 MIla.

W3 paccMoTpenus JaHHbIX Ha PUC. 2 CJeLyeT, 4To
IS Kaskaoro u3 uceaeayembrx Bemects (Ar, Kr, Xe)
MHTETpaJbHasl NHTEHCUBHOCTD JUHUH L u Ly necopbu-
POBaHHBIX aTOMOB U Y3KOH MoJiockl M 1ecop6upoBaH-
HBIX 9KCHMEPHBIX MOJIEKYJ OTHOCHTEJbHO WHTErPasib-
HOU MHTEHCUBHOCTH KOHTUHYyyMa M T0BOJIBHO GBICTPO
YBEJIMUYUBAETCS JI0 MAKCUMYMa C yMeHbllleHueM cpe/ie-
ro pasMmepa KJ/acTepoB. B IIPOTUBOIIOJIOKHOCTb 9TOMY
MHTEHCUBHOCTb KOHTHHYyMa M kiaactepoB (mokasaHa
Ha PUCYHKE ITPUXOBON JIMHKEH) A aeT ¢ yMEeHbIIEeHN-
€M cpeJiHero pa3Mepa KjaactepoB. Takoe CylecTBeHHOe
pasauyne B XapakTepe 3aBUCUMOCTEN MHTEHCUBHOCTEN
KOHTHHYyMa M KJIACTepOB M 3MUCCHUI JlecopOupOBaH-
HBIX M3 KJIACTEPOB BO30OY K/IEHHBIX YACTHUIL OT pa3Mepa
KJIACTEPOB ABJIAETCA J0Ka3aTeJIbCTBOM CYLIeCTBOBAHUSA
B KJacTepax MHEPTHBIX 3JIEMEHTOB JBYX Pas3JIMYHbIX
KaHAJIOB peJIaKCAIlUN SHEPTHU 3JIEKTPOHHOTO BO3GYIK-
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Bausnue pasmeprnozo 3¢$€K7’)’ld 6 cnexkmpe dHepZuu IKCUMOHO6 K1ACmepos UHEePMHBLX d/IeMennos

Jgenus. OQuH U3 HUX 3aKaH4yuBaeTcs jecopOiueil Bos-
Oy KIEHHBIX ATOMOB U MOJIEKYJI C TOCJIETIYIONIM X 13-
gydenneM B BY® amanasone, npyroi — 3aceseHuneMm
HIDKHUX KoJleGaTeJbHBIX YPOBHEH 3KCHMEPHBIX MoJie-
Ky R (1’322) B KJacTepax ¢ nocJuaeaymoueir ux BY®
momuHectieHeli.  TakuM  o6pasoM, 3aBUCHMOCTH
OTHOIIIEHWH MHTErpajbHbIX MHTEHCUBHOCTEH Q OT pas-
Mepa KJIACTEPOB 10 CYTH [leJla XapaKTePU3YIOT «pas-
MEPHYIO 3aBUCUMOCTb» OTHOIIEHUS 3(hPEeKTUBHOCTH
[BYX KaHa/IOB peJlaKCallud dHepruu. IJTO OTHOIIeHHe
PE3KO YBEJIUUNBAETCS C yMEHbIIIEHUEM CPe/IHero pazme-
pa ksacrepoB npumepto or 190 mo 50 aromos/KJja-
crep. B cBa3u ¢ atuM ciaegyer OTMETHTDb, 4TO OIEHOY-
HbIl KpuTHYecKuii pazmep kJaacrepos N, (em. Taba. 1),
OTIPEICTIAIONINN TIepexo/] OT 0JHO(OHOHHOTO TIpoIiecca
pesakcanuu K MHOTO(hOHOHHOMY, KaK pa3 MPUXOUTCS
Ha 06JIaCTb PE3KUX M3MEHEHHUI B 3aBUCHMOCTSX OTHO-
LIeHUs MHTEHCUBHOCTEH aMuccuil ABYX peJlaKcallloH-
HBIX KaHas0B. Eciu yuecTb, 4yTO JIIOMUHECLEHIUS KJa-
crepoB (KOHTHHYYM M) MMeeT MeCTO NP PesTaKcalin
9KCUTOHOB BJIOJIb UX JAMCIIEPCMOHHOW KPHMBOW, TO Ha-
OJTI0JTaeMbBINl PE3KUIT POCT OTHOIIEHWH WHTErPATHHBIX
MHTEHCUBHOCTeH Q ¢ yMeHbIIIeHNeM CpeJIHero pasMepa
kjactepos npumepro ot 190 mo 50 aromoB/Kjactep
CBU/IETEJIBCTBYET O GJIOKUPOBAHUM OJHO(POHOHHOTO
peJIaKCallMOHHOTO KaHaJla HOBBIM KOHKYPUPYIOIIUM Ka-
HAJIOM peJIaKCalliy, KOTOPDBIN 3aKaHUYMBaeTcs Jecopo-
el BO36YKAEHHBIX YacTull. 1o, 4To GJIOKMpOBaHUE
0/IHO(DOHOHHOTO PEJIAKCAIIMOHHOTO KaHaJIa «Pa3Ma3bl-
BaeTcs» Ha JI0BOJIBHO IIMPOKUN nMHTEepBaJ pa3Mepos,
SIBJISIETCSI CJIE/ICTBUEM IMMPOKOH (DYHKIIMN pacrpeeie-
HUS KJIACTEPOB 10 pasMepaM B cTpye.

W3 mpoBeieHHOTO PacCMOTPEHU cJieyeT, 9to 6Jio-
KIPOBaHUE OOBIYHOTO [IJIs1 KPUCTAJJIOB PEIaKCAIIOH-
HOTO KaHaJa 4depe3 30Hbl CBOOGOIHBIX IKCUTOHOB 00Y-
CJIOBJIEHO pa3MepHBbIM 3(HEKTOM B CIIEKTPE HEPTUN
9KCUTOHOB KJactepoB. B kaacrepax Ary, Kry n Xey
Gosbinx pazmepoB (N > N ), Korjia cpejiHee paccTosi-
HUEe MeXAy OJIDKAHIIIMI YPOBHSAMU B 3KCHTOHHON
30He A MeHbIe aeb6aeBcKoil sHepruu (oHOHA Fom py,
uMeeT MeCTO OObIUHbBIN 0HOMDOHOHHDIN MTPOIIECC PeJlaK-
caluy SHEPrUH 9KCUTOHOB, KaK B MACCUBHBIX KPUCTAJT-
Jax uHeprHbIX 3jeMmentos. IIpum TakoMm IyTu pesak-
caly TPOMCXOAUT CcOPOC 3IHEPTUN SKCUTOHOB W3
BBICOKOSHEPTETHYHBIX 30H B HIDKAHIINE 3KCUTOHHBIE
S-30HBI C TOCJEAYIOIMUM 06pa3oBaHNeM JOKAJIN30BaH-
HBIX 5KCUTOHOB THIIA SKCUMEPHBIX MOJIEKY.T R) (1’322 ),
naayvaionux kontnayym M. Ha puc. 3 atoT pesnakca-
IMOHHBIN KaHaJ 0003HAYEH MITPUXOBBIMHU CTPEIKAMMU.
Opnaxo Ipyu yMeHbllleHUU pa3Mepa KJIacTepoB /10 BeJlu-
gHbl N < N, KOT/la cpejiHee PacCTOSTHNE MeXKIY OJIi-
JKaUIIMMU YPOBHAMU B 9KCUTOHHOH 30He A > /i ), 9K-
CUTOH MOJKET Ilepe/laBaTbh CBOIO 3HEPIHUIO KJacTepy
yepe3 OJHOBPEMEHHOE M3JIy4YeHUe JIBYX WJHM HECKOJIb-
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kux (OHOHOB, T.e. GoJjiee MeJJIEHHBIM TyTeM. B aTtom
cJydae ObICTPBIN OHO(OHOHHBII MTPOIECC PeslaKcaluu
9Heprun 3amensiercs: 6oJiee MeJIEHHBIM MHOTOMOHOH-
HBIM TTpotieccoM. B pe3yibrate 0ObIYHbBIN KaHAT peJiak-
caluu dHepPTuu OJIOKUPYETCS U TOSIBJISIETCS HOBDBII
MyTh peJIaKCaIlu, KOTOPBIH 3aKAHIMBAETCS 1eCOPOITH-
eil BO3OYKJEHHBIX aTOMOB M MOJIEKYJ TI0 MEXaHWU3MY
«6e3bI3JIyJyaTe/bHOIl dKCUMEPHO aucconuanuuy [5].
Ha puc. 3 aror myTb pesakcayu 0603HAYeH CIJIONTHbI-
MU crpeskamMu. OH HAYMHAETCS € BBICOKOBO3OYIK/EH-
HOTO TepMa SKCUMEPHOil MOJeKy bl Ry* ¢ TIpeesioM
qmccormarn R** (np® (n + Dp) + R('Sy) (rne n =3,
4, 5 coorsercteenno ans Ar, Kr, Xe), kotopas o6pasy-
eTcs B IPOIecce aBTOJIOKATM3AIIE HKCUTOHA u3 6oJiee
BbICOKOHEPIeTUYHOI p-30HbL (n =1, 1'). Penakcamnu-
OHHBII KaHAT JleficTByeT uepes3 KoseOaTeabHble YPOBHI
BBICOKOBO30YKICHHOTO AKCHUMEPHOTO TepMa, KOTOPDIii
repeceKkaeTcss ¢ OTTAJTKUBATEJbHBIMU TepMaMu GoJiee
HU3KUX COCTOSTHUiT MOJIeKy/Ibl R ¢ IpejesaMu Aucco-
Ianuumn 1P1 + 150, 3PO + 150, 3P1 + 150, 3P2 + 150. ITo-
cJielyIonasg pesakcalys MoKeT IIPOUCXOUTDb 110 OJHO-
MY M3 OTTQJIKUBATEJbHBIX TEPMOB, YTO TPHUBOAUT K
OCBOOOK/IEHUIO OOJIBIIION KUHETHYECKOH 3HEPTUH, J0C-
TATOYHON I IecopOIuy BO3OYKJIEHHOTO atoMa B O/I-
HOM U3 COCTOSTHUI 1P1, 3PO, 3P1, 3P2. [TomMumo BO36YX-
JIEHHDBIX aTOMOB R*(1P1, 3P0y172) U3 KJACTEPOB MOTYT
J1lecopOMpPOBaTh U 9KCUMEPHbBIE MOJIEKYJIbI B KOJleOaTe lb-
HO-peJIaKCUPOBaHHOM  coctoanun  C 12;(1P1 + 1SO),
a TakxKe B KOJIe6aTebHO-BO30YKAEHHBIX COCTOSHIIX
ASSIVCP, +15)) u B'SIYCP + 18)), usnyuao-
ngue amucenu My, My u M'3 (em. puc. 1). Itu Mosieky-
JIbI BOBHUKAIOT B Pe3yJbTare CTOJKHOBEHUN BO30Y:K-
JICHHDBIX aTOMOB, 06Pa30BaHHbIX TIPH AMCCOIHAIH Ry
1 HAXO/AINXCS B OJJTHOM U3 COCTOSTHUN 1P1, Py, 3P2, ¢
aTOMaMH KJiacTepa B OCHOBHOM cocTtogHuu. PazMepHbiil
apdexr B mecopbrm Bo3OYKACHHBIX aTOMOB U MOJie-
KYJI U3 KJIACTEPOB MHEPTHBIX 3JIEMEHTOB 110 MEXaHU3MY
«6e3bI3TyIaTeIbHON 9KCUMEPHON JIMCCOTMAIIANS O/
po6Ho omucan B padore [5]. Kpome Toro, paccMorpen-
HbIIl KaHaJ JgecopOunu GbLT YaCTHYHO TPOCJEXKEH [
KJIACTEPOB aproHa (UKCUPOBAHHOTO CPEHETO pa3Mepa
N ~ 100 aToMOB,/KJ1acTep C IOMOIIBIO BPEMSIIPOJIET-
HOM TexHuku B [19].

Pasmephbrii adeKT B crieKTpe SHEPTHH IKCUTOHOB
KJIACTEPOB BJIMSET HA paclpejieieHne peakCupOBaH-
HBIX 9KCUTOHOB MEX/Y JBYMSI PAaCCMOTPEHHBIMU Ka-
HaJIaMH, BbI3bIBag COOTBETCTBYIOIIME M3MEHEHUS B 3a-
BUCHMOCTSIX WHTEHCUBHOCTH W3JIyYeHHUs KJACTEPOB
uecOpOUPOBAHHBIX M3 HUX BO3OYXK/CHHBIX YaCTHIL
OT pasmepa KJactepoB. Hampumep, kak ciaemyer
U3 aHaJM3a HKCIIEPUMEHTANbHBIX JaHHbIX (cM. puc. 2),
WHTETpaJbHble WHTEHCWBHOCTH amuccuii Ly, Ly n
M necop6MPOBAHHBIX YACTHUI[, KOTOPbIe He HaOJI0/1a-
I0TCS B KPUCTAJJIAX TAXKEJIbIX MHEPTHBIX 2JIEMEHTOB,
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Puc. 3. SHQPI‘QTI/I'-IBCKBH CXeMa peJlaKCallun 3KCUTOHOB B KJIACTEPaX aproHa. CneBa — ToTeHIMa/JIbHble KPUBbIE HEKOTOPBLIX BO3-

Gy’KIAEHHBIX COCTOSIHUIT MOJIEKYJIbI aproHa € TPEIes]aMi JICCOIMAIII Ar*(3p54s) +Ar(3p6 150) u Ar**(3p54p) +Ar(3p6 1SO)

[18]. CupaBa — cxemaruuecKoe H300pasKeHne SHEPTETHIECKUX 061acTell 30H MoBepXHOCTHBIX (s) 1 06beMubIX (V) $- U p-3K-
CUTOHOB KJacTepoB Arygy [10,2]. PenakcaimoHubiil myTh 5KCUTOHOB — B MaJoM kjacrepe (—), B Gosbiiom kiacrepe (uin
kpucraine) (— —). Ha cxeme He IPUBEAEHDI 30HbI OGBEMHBIX IKCUTOHOB € 77 = 2, 3 1711 GOJBIINX KJIACTEPOB.

3HAYUTEIBHO YCUJIMBAIOTCI B 06JACTH  Pa3MepOB
N < 160-190 atoMoB/KJIacTep, HA KOTOPYIO HPUXO-
JIATCS  OIEHOYHbIE 3HAYEHWS KPUTUYECKOTO pa3Mepa
N, ~ 100—250 aromoB/xkiactep. IIpm atom momMuHU-
pyOIuil KOHTHHYYM M KJacTepHON JIOMUHECIIEHIIUN
CUJIBHO TIOJIaBJIeH. B MpOoTHBONOJIOKHOCTD 3TOMY € yBe-
JIMYEHWEM CPEIHEr0 pasMepa KJIacTepoB B 00JacTH
N > 160-190 aToMOB /Kj1acTep HHTErpajibHas HHTEH-
CUBHOCTb KOHTHHyyMa M yBEJUYUBAETCS, & IMUCCUN
JIecCOPOUPOBAHHBIX YACTHI[, HAOOOPOT, YMEHBIIAECTCS.
W3 atoro cremyer, WTO BEpPOSATHOCTL AecopObuuu p
JoJKHA OBITh 6sn3Ka K equauIe st N < N, 1 HaMHO-
ro Menbue egnHuLbl Aad N > N .

p=poana N <N, p=pgam N>N.(py>>p).
2)

Crernenb lecopOiuu, onpeesionas 6JJ0OKUPOBaHe

IYTH peJlaKcalluy Yepe3 30HbI CBOOGOIHBIX IKCUTOHOB,
MOKeT ObITb OXapaKTepU30BaHa OTHOIIEHUEM

*

o=-_"_ (3)
1-p

N0 BO30YKJAEHHbIX ns-atoMoB (n = 4, 5, 6 cooTBet-
creenHo aas Ar, Kr, Xe), usayyaomux mmocJie gecop6-
IIUU, K YUCJy NS-aTOMOB, M3JIYUAIOIIUX Tocje 06paso-
BaHMs CBA3aHHbIX TepMoB (ns + 150) B KJacrepax.
C ymenbiieHneM pasmepa kJjactepa oruomenne (3)
JOJUKHO Pe3Ko pactu B Touke N = N .

Jlyis  KOJIMYeCTBEHHOTO OIMCAHUS Pa3BETBJIEHUS
MpoIiecca 9KCUTOHHON PeIakCaIlii MCIOJIb3yeM OTHO-
urenne Q, onpejiessgeMoe KaK OTHOIICHHE CyMMapHOi
WHTErPaJbHON MHTEHCUBHOCTH JIIOMUHECIIEHITH JIECOP-
OMPOBAHHBIX aTOMOB* K MHTErPAJbHON MHTEHCUBHOCTH
JIIOMUHECIIEHITNN KOHTUHYyMa M KJIacTepoB. ITO OTHO-
1eHue, B3SITOe M3 SKCIEPUMEHTAIBHBIX CIIEKTPOCKOIIN-
4YeCKUX JAHHBIX, TPE/ICTABJIEHO TOUKaMU HA PUC. 4 IS
KJIACTEPOB PA3HBIX CPEAHUX pa3MepoB N. DKcIepH-
MEHTAJbHAST 3aBUCUMOCTh MMEET XapaKTep Pa3MbITOTO
IOpora BMECTO PE3KOI CTYIEeHU B MOA0OHOI 3aBUCHMO-

I/IHTEFpaJIbHaﬂ MHTEHCUBHOCTb MU3J1YyY€HUA LLECOpél/lpOBaHHbIX IKCHUMEPHDIX MOJIEKYJI HE YyUUTbIBAETCA, ITOCKOJIbKY OHa HaMHOI'O

MeHblle PIHTeI‘paJIbHOfI MHTEHCUBHOCTHU U3JIy4Y€HU BOSéy}KL[eHHI)IX [[eCOpéI/IpOBaHHI)IX AaTOMOB U3 KJIaCTEPOB (CM. puc. 1)
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10

(]

100 200 300 400 500

N, atomoB/knacrep

Puc. 4. 3aBUCHMOCTH OTHOIIEHUS CYMMapHOH HWHTErpaJib-
HOW WHTEHCHBHOCTH JIIOMHHECIIEHIINN /[eCOPOUPOBAHHBIX
BO30Y3K/ICHHBIX aTOMOB K WHTETPAJbHOI MHTEHCUBHOCTU
KJIACTEPHOTO KoHTUHYyMa M oT pasmepa KJacrepos: (o) —
AKCIePUMEHTAIbHbIE TOUKH; (=) — pacueTHast KpuBasi.

cru B Touke N = N, 3asanHoii ypasuenusimu (2) u (3).
Kax ormedanoch, «pa3MasblBaHHe» IMOPOTa SBJIACTCA
CJIE[ICTBUEM MIMPOKOH (DYHKIUHU paclpeseseHus KJa-
CTEPOB 110 pasMepaM B CTPYe.

Jlist TOro 4To6hl CPABHUTDH PACUETHYIO 3aBUCUMOCTD
O (N), ycranasmmpaemyio ypasnenuavu (2) u (3), ¢
9KCIEPUMEHTATBHBIMEI CIHEKTPOCKOINNYECKIMY JaHHbI-
MH HEOOXOANMO YCPEAHUTH (DYHKIIMIO PACTIPEACTCHUS
KJIaCTEpPOB 1O pasMepaM B cTpye. Pacnpenenenne Koia-
CTEPOB 110 PasMepaM OIUChIBAETCs Caepyomeil (pyHK-
et pacnpenenenus [20]:

f(N) = (4/N?)N exp(-2N /N). (4)

Knacrepol ¢ pasmepamu N < N, /111 KOTOPbIX OT-
KPBbIBAETCS KaHaJ JecopOiuu ¢ GOJIBIIOI BEpOSITHO-
CTDBIO P(), COCTABJISIOT J[OJIIO

NC
2N 2N
g = (N)dN:1— TC+1 ex _TC
! f N - | ©®

oT CyMMapHOfI MacCChl KJIaCTEPOB B CTPYE, N — sxkcrie-
PUMEHTAJbHOE 3Hau€eHue CpeJHEro pa3mMepa KJiacTe-

®dusnka HU3KkMx Temnepatyp, 2006, T. 32, Ne 10

poB. [l OCTaBIIMXCSA KJIACTEPOB, COCTABJSIONINX
pomo (1 — €), kamam 1ecopOLUuK OTKPBIBAETCS C MEHb-
uieil BeposATHOCTBIO . 10711 BO3OYIK/IEHHBIX J1ecOpOu-
POBaHHBIX aTOMOB W3 KJACTEPOB, YCPEIHEHHAs IO
BCeM KjacTepaM B crpye ectb £p, + (1 — ¢)p,. Toraa
oTHOIIeHNe ) CyMMapHOW MHTETrpaJbHOU MHTEHCHBHO-
CTH JIIOMUHECIIEHITNY JIeCOPOUPOBAHHBIX ATOMOB K WH-
TerpajbHOl MHTEHCUBHOCTH JIIOMUHECHIEHI[MN KJIacTep-

HOTO KOHTHHYyMa, [OCJ€ VCPEIHEHUS TI0 BCEM
KJIacTepaM, uMeeT BUJL

— epg + (1 —¢)

0 = Po P1 (6)

1—8p0 —(1—8)[271.

Boipaskenune (6) sBasercss ¢pyHKmeidl mapamerpos
N, po ¥ p{, a TaKKe cpejiHero pasMepa Kaactepos N .
ITH TapaMeTphl, XapaKTepusylolue IPOoIlecc peJakca-
UM, OIPEEJISIINCh TOJTOHKON 4Yepe3 COrJacoBaHUe
ypasenus (6) ¢ COOTBETCTBYOIMMHU 9KCIIEPHUMEHTAb-
HBIMHU 3aBUCHMOCTSIMH, TIPE/ICTABICHHBIMU TOYKAMU Ha
puc. 4. Ilapamerpol N, pg ¥ py, HOJy4YECHHDIC TaKHM
croco60M [IJIST KJIACTEPOB aproHa, KPHUITOHA W KCEHO-
Ha, npusejensl B ta6r. 1. 3asucumocts (6) ¢ aTuMu
rapaMeTpaMu MpeCTaBIeHa Ha PUC. 4 CIIONTHBIMHU JIH-
nusimu. OHAa BOCIIPOU3BOJUT PAa3MBITBIN MOPOT JKCIIE-
PUMEHTAIBHO TOJIYYeHHOr0 OTHOIIeHNS Q ¢ yMeHblile-
unem N. Ha puc. 4 BuanOo Takxe, uTo U3JIy4eHue
J1ecOPOMPOBAHHBIX BO30Y K/ICHHBIX YACTHI] 3HAUUTE/Ib-
HO yBEJIMUNBAETCS, HAUMHAS C HEKOTOPOI KPUTHIECKOTT
BeamunHbl N,.. B 1abn. 1 a1 cpaBHeHHS TpUBEIEHDBI
OlleHOYHbIe BeInYNHbI N ., TIOJy4eHHbIE U3 BBIPASKEHUI
(1), (5) u skcrepuMenTanbHbie 3HaueHns N B TOUKe
CUJIBHOTO POCTA WHTEHCUBHOCTH M3JIYUYEHUST 1eCOpOU-
POBaHHbBIX BO36YsKAeHHbIX yacTuil (Ha puc. 2 Touka N
OTMeYeHa CTPeJIKoii). Besmuutbl N, B TOM 4ucie M0-
JydeHnble 13 Bpipakernst (1), HaXosATCS BOIU3U 9KC-
TepPUMEHTAIbHOTO 3Hauenns Ny, HauMHas ¢ KOTOPOTO
u3JIydeHre JecopOUPOBAHHBIX YACTHI[ HAYMHAET PACTU
¢ yMenbienueM N .

N3 ananmsa faHHBIX Ta01. 1 cieayeT Takke, 4TO Be-
POSITHOCTD p peslakcalii, TMPUBOJAIIEH K AecopOunun
YaCTHUI[, YMEHBIIAETCS OT aproHa K KCeHoHy. llpudem,
BEPOSITHOCTD P, OTHOCATIASICS K 06JACTH pa3MepoB
N < N_, cerka yMeHbIIaeTcs, TOr/1a KaK BEPOSITHOCTD
p1, oTHOCAMmAsACA K nnrepsasy N > N, yMeHbIIaeTcs
60Jiee yeM Ha opsi/ioK. [Ipu aTom obpaiaer BHUMamue,
YTO JJIs KJIAcTepOB aproa OOJBIINX pasMepoB
(N > N_), B KOTOPbIX y3Ke MpeBaIUPyeT GhICTPBIi 0/1-
HO(OHOHHBIH TIPOIECC peaKCcallii dHEPTUH HKCHUTO-
HOB, BEPOSITHOCTD p{ 3aMETHO OTJIMYAETCS OT HyJIsT. ITO
COTJIaCyeTCsl C U3BECTHBIMY HKCIIEPUMEHTATbHBIMU JaH-
HBIMU O TOM, 4TO /iecopO1iust BO30Y K/IEHHBIX YaCTHUIL 13
GOJIBIIIX KJIACTEPOB U KPUCTAJIJIOB aPTrOHA IIPOUCXOIUT
[0 XOPOIIO M3BECTHOMY TBEPJAOTEJbHOMY MEXaHHU3MY
«KEeKIMN U3 moJsioctny [21-24].
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3akjoueHue

[IpoBe/ieHtble COBMeCTHbIE JKCIIEPUMEHTAJIbHbIE U
TeOpeTHUYECKUE MCCJAEOBAHNS OCOOEHHOCTEH B 3aBUCH-
MOCTSIX BY®D cmeKTpoB KaTOIOJIOMUHECIICHIINN KJIa-
crepoB Ary, Kry m Xey oT nx pasmepa NO3BOJNIA
BBIABUTH BJNAHUE pasdMepHoro addexrra B CHEKTpe
9HEPruM SKCUTOHOB HA MX IHEPIeTHUECKYIO peJlaKca-
IO B KJIacTepaX WHEPTHBIX 371eMeHTOB. OGHAPY KEHbBI
sSpKue 0COOEHHOCTU B 00JIACTH KPUTHIECKOTO CPEHETO
pasmepa N, = 160—190 aToMoB /KJacTep B 3aBUCHMO-
CTSIX OTHOINEHUS] WHTErPAJbHON MHTEHCUBHOCTH SMUC-
cuil 1ecOpOMPOBAHHBIX YACTUI] K MHTErPAIbHON MHTEH-
CUBHOCTH KJIACTEPHOTO KOHTHMHYyMa M oT pa3Mepa
KJIACTEPOB, KOTOPbIE MO3BOJHUJIN YCTAHOBUTD [[BA KOH-
KyPUPYIONNX KaHaJa peJlakCallii 9HePriu 9KCUTOHOB,
3aBUCAIINX OT pagMepa KjaactepoB. B kiactepax 60Jb-
mux pasmepos N > N, JeiicTByeT THITHHbIIT 1T TBep-
JIBIX TeJT OTHO)OHOHHBIN MTPOTIECC PeJIAKCAINY SHEPTUH
9KCUTOHOB BJIOJIb UX JIUCIIEPCUOHHON KPWBOI, TIPUBO-
Ml K cO6pocy 9Hepruu B HIUDKAIIINe dKCHUTOHHBIE
s-30HbBI. B pesysbrare nocsenyionieil aBTOJI0KATU3AITIT
S-9KCUTOHOB BHYTPH KJACTEPOB 00pa3yioTCs IEHTPDI
TUMa BO30YKIEHHBIX KOJIeOATETbHO-PETAKCUPOBAHHBIX
9KCHMEPHbBIX MOJIeKyT R (1’322), M3JIyYafoInX MOII-
Hble KOHTHHYYMbI M B ob6sactu BYD. Ilpu oanodo-
HOHHOM ITIPOIIECCE PEJIAKCAIIUY PACCTOSTHIE MEXK/TY OJTH-
JKalIuMu ypoBHSIMM A B 3KCUTOHHOH 30HE MeHbllle
JebaeBckolt sHeprun (HoHOHA /e . YCTAaHOBJIEHO TaK-
JKe, UTO C YMEHbBIIIEHNEM CPe/IHEer0 pazMepa KJIacTepoB
o semmannbt N < N, Kora paccrosmme A > ho ), of-
HO(OHOHHBIH TTPOIECC PeJIaKCAIMH 3aMEHSIeTCST MHOTO-
¢ononubIM. B pesysbrare myTbh pesakcaluu dHEPTUH
9KCUTOHOB Yepe3 9KCUTOHHbIE 30HbI GJIOKMPYeTCs U Ha-
YUHAeT JIeHiCTBOBATh HOBbI KOHKYDPHUPYIONUN KaHas
peJsakcanun sHepruu. Ha ocHOBaHUM aHaiau3a I0JIY-
YEHHBIX PE3YJIbTATOB BBLISBJICHO, YTO B 00JIACTH pa3Me-
poB N < N, HOBbIil KaHaJ peJaKcalliii HaumHaeTcs ¢
60J1ee BBICOKOIHEPTETHYHOI p-30HBI M 3aKAHYNBAETCS
Jecopbiueii Bo30y KJEHHBIX aTOMOB R*(1P1, 3P1) n
skenMeprbix Monekya Ry (C'S), R3(BSHY) o me-
XaHU3My «06e3bI3JIydyaTeTbHON 9KCUMEPHON JMccorma-
uu», TpeaaoxenHomy B [5]. Pagmanumonnbrii pacman
BO30Y>K/IEHHBIX IeCOPOMPOBAHHDBIX YACTUI[ TPUBOINT K
(opMupoBaHWIO TMHENYATHIX U MOJOCATHIX CIIEKTPOB B
obnactu BY .

Takum o6pa3oM, CyIIecTBOBaHNME pa3MepHoTo 3dh-
(dexta B pesakcalMOHHBIX IIpoieccax 00YCJIOBJIEHO
crieruuyecKuMu 0COOEHHOCTSIMU CIIEKTPA SHEPTUH K-
CUTOHOB KJIACTEPOB MHEPTHBIX JIEMEHTOB. DTH OCOOEH-
HOCTHU BJIUSIOT Ha paclpefie/ieHe SHePTUU 9KCUTOHOB
MEXKIY JIByMsS KOHKYPHUPYIONUMHU KaHAJaMU pesakca-
1M1, TPUBOJISI K TepepacIipe/ie/IeHNI0 NHTEHCUBHOCTH
smuccuii B BY® cnekrpax M3/ydeHUs] HCCJe/yeMbIX
kJjactepoB. Iloatomy KaromoJsitomuHecieHTHass BY D
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CHEKTPOCKOINS KJACTEPOB MHEPTHBIX 3JIEMEHTOB MO-
JKET CHAYKHTb B KadyeCTBe YHWKAJIbHOTO WHAMKATOPA
W3MeHeHUl, MPOUCXO/SINX B CIIEKTPe 3HEPIUU KCH-
TOHOB C Pa3MepOM KJIACTEPOB, U BJUSHUA 3TUX U3MeHe-
HUN Ha peJlaKcalluio 9KCUTOHOB.

ABTopbI BbIpakaioT Garogapuocts B.H. Camosa-
poBy, E.B. CaBuenko u E.V. TapacoBoii 3a moJsie3nbie
JINCKYCCUM.

1. N. Schwenter, E. Koch, and J. Jortner, Electronic
Excitations in Condensed Rare Gases, Springer Tracts
in Modern Physics 107, Springer Verlag, Berlin (1985).

. A.M. Ratner, Phys. Rep. 296, 197 (1996).

3. K.S. Song and R.T. Williams, Self-Trapped Excitons,
Springer Series in Solid State Science 103, Springer
Verlag, Berlin (1996).

4. Kpuoxpucmannor, B.1. Beprun, A.®. TIpuxorsko (pex.),
Hayxosa /Iymka, Kues (1992).

5. E.T. Verkhovtseva, E.A. Bondarenko, and Yu.S.
Doronin, Fiz. Nizk. Temp. 30, 34 (2004).

6. E.T. Verkhovtseva, E.A. Bondarenko, and Yu.S. Doronin,
Chem. Phys. Lett. 140, 181 (1987).

7. T. Méller, Z. Phys. D - Atoms, Molecules and Clusters
20, 1 (1991).

8. E.V. Savchenko, A.N. Ogurtsov, and O.N. Grigora-
shchenko, Fiz. Tverd. Tela 40, 903 (1998).

9. A.G. Belov, I.Ya. Fugol, E.M. Yurtaeva, and O.V.
Bazhan, J. Lumin. 91, 107 (2000).

10. J. Wormer and T. Maller, Z. Phys. D20, 39 (1991).

11. M.A. Ratner, E.T. Verkhovtseva, and A.M. Ratner, J.
Lumin. 68, 255 (1996).

12. M.R. Hoar and P. Pal, Advo. Phys. 24, 645 (1975).

13. C.1. Kosasenko, [./I. Comnbrmkun, E.A. Bounapen-
ko, D.T. Bepxosuesa, ®HT 23, 190 (1997).

14. O.F. Hagena and W. Obert, J. Chem. Phys. 56, 1793
(1972).

15. 9.T. Bepxosuesa, B.U. Apemenxo, A.M. Dorenn, On-
muxa u cnexmpockonus 44, 3889 (1978).

16. D.T. Bepxosuena, E.A.Bongapenko, [O.C./loponun,
Xum. ¢pus. 10, 956 (1991).

17. G. Zimmerer, Nucl. Instrum. Methods Phys. Res.
B91, 601 (1994).

18. R.S.F. Shang and D.W. Setler, J. Chem. Phys. 69,
3885 (1978).

19. P.J.M. Van der Burgt and J.W. McConkey, J. Chem.
Phys. 102, 8414 (1995).

20. M.A. Ratner, Fiz. Nizk. Temp. 25, 266 (1999).

21. M. Joppien, F. Groteliischen, T. Kloiber, M. Lengen, T.
Moller, J. Wérmer, G. Zimmerer, J. Keto, M. Kykta,
and M.C. Castex, J. Lumin. 48—49, 601 (1991).

22. F. Colletti, J.M. Debever, and G. Zimmerer, J. Phys.
Lett. 45, 1-467 (1984).

23. C.T. Reimann, W.L. Brown, D.E. Grosjean, M.J.
Nowakowski, and W.T. Buller, Phys. Rev. B4, 43
(1992).

24. M. Runne and G. Zimmerer, Nucl. Instrum. Methods
Phys. Res. B101, 156 (1995).

\S}

dunzuka HU3KNX Temnepatyp, 2006, T. 32, Ne 10



Bausnue pasmeprnozo 3¢$€K7’)’ld 6 cnexkmpe dHepZuu IKCUMOHO6 K1ACmepos UHEePMHBLX d/IeMennos

The influence of size effect in the exciton energy
spectrum of inert element clusters upon
the exciton energy relaxation

E.T. Verkhoviseva, E.A. Bondarenko,
Yu.S. Doronin, and A.M. Ratner

The influence of the size effect in the exciton
energy spectrum of inert element clusters upon
the exciton energy relaxation was studied by
the VUV cathodoluminescence spectroscopic
method. The ordinary single-phonon relaxation

®dusnka HU3KkMx Temnepatyp, 2006, T. 32, Ne 10

of excitons appears to be blocked as the mean
size of the clusters decreases from a certain criti-
cal value N, ~ 160—190 atoms /cluster. This oc-
curs because the separation between the neigh-
boring exciton levels in the band increases up to
the Debye photon energy. As a result, a new re-
laxation channel (suppressed in solids) comes
into operation. It culminates in desorption of the
excited atoms and molecules from the clusters of
inert elements

Keywords: cluster, size effect, exciton energy
spectrum, relaxation.
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