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INpenmnoxkeH HOBBIA MOIXOA K aHAIU3Y CHEKTPOB KaTOMOIIOMUHECIEHIINN CBOOO/HBIX HAHOKIIACTEPOB aproHa,
KOTOpBIe (POPMUPYIOTCSI B CBEPX3BYKOBOI! CTpye, HcTeKaromiell B BakyyM. Ha ero ocHOBe NpoBeJeH aHAIN3 UHTEH-
CHBHOCTEIH TIOJOC JTIOMHHECTICHITNH HEHTPANBHBIX H 3apSKeHHBIX SKCHMEPHBIX KOMIUTEKCOB (Ar, )" u (Arg )*, us-
MEpEHHBIX I KIACTEPOB CO CPeTHUM pasMepoM oT 500 10 8900 atoMos Ha KnacTep u muamerpom 32-87 A. Tloka-
3aHO, YTO KOHIEHTPAlUs CKOHJEHCHPOBAHHOTO B KJIAcTePhl BEIECTBA, ONPEACILIIONIast BEININHY HMHTETrpabHOH
MHTEHCUBHOCTH TI0JIOC, IIPONOPLHOHANIBHA JIorapudMy CpeiHero pasmepa KJIacTepoB B CTpye. AHaIN3 HOPMHpO-
BaHHBIX HHTEHCUBHOCTEH monoc (Ar, Y m (Ar;r )" st kpucTammaeckux kactepos ¢ IIK cTpykTypoii o3Bommn
YCTaHOBHTB, UTO CBEUEHHE HEUTPAIBHBIX MOJIEKY (Ar,)" TPOMCXOUT U3 BCero obbeMa KIIacTepa, B TO BPEMs Kak
3apsKEHHBIE KOMIUTEKCH (Ar; )* M3JTydaroT 3 MPHTIOBEPXHOCTHOTO CII0s. Briesiena o61acTh pasMepoB, TIpH KOTO-
PBIX B CTpye Mpeo0iIafatoT KBa3UKPUCTAIUTMUECKHE KIIACTEPHI C MKOCAIPUUIECKON CTPYKTYpOH, U MOKa3aHo, uTo Te-
PEXOJ1 OT HKOCAdIPUUECKUX KIacTepoB K kiactepaM ¢ I'TIK cTpykTypoil IporCXOQUT IPU CpeHEM pa3Mepe KilacTe-
poB B ctpye N = (1000-1800) aromos/kiactep.

3anporoHOBaHO HOBHUI ITiJIXIJ JO aHANI3y CIIEKTPIB KaTOMOJIIOMIHECICHIIIT BUTbHUX HAHOKJIACTEPIB aproHy, sKi
(GopMyIOTECSI B HAJ3BYKOBOMY CTPYMEHi, IO BHTiKae y BakyyM. Ha #Horo OCHOBI MNpOBEeIEHO aHai3
iHTEHCHBHOCTEH CMYT JTIOMiHECIEHITii HEHTPATHHUX Ta 3apsPKEHHX eKCHMMEPHHX KOMIUIEKCiB (Ar,)" i (Ar4+ ),
BUMIpSHUX 1 KITACTepiB i3 cepennim posmipom i 500 1o 8900 aromis Ha kiactep i miamerpom 32-87 A. Tloxa-
3aHO, IO KOHIEHTpALis CKOH/ACHCOBAaHOI B KJIAaCTepPU PEYOBHUHHM, SKAa BH3HAYAE BEJIMUMHY IHTETPaJIbHOI
iHTEHCHBHOCTI CMYT, MPOMOPIIiiiHA JorapuMy CepemHbOro po3Mipy KIacTepiB y CTpyMeHi. AHaji3 HOPMOBaHHX
inTencusHocTelt cMyr (Ary)” i (Ar4+ )* s kpuctaniurmx knactepis 3 TLIK cTpyKTyporo JaB 3MOTY BCTAHOBHTH,
110 CBITIHHS HEHTPAIBHIX MOJIEKYI (Ar2) BiXOyBaeThCsA 31 BChOro 06’eMy KIacTepa, Y TOH Yac K 3apsypKeHi KOM-
ILUIEKCH (Ar;r )" BUTIPOMIHIOIOTH 3 TIPUTIOBEPXHEBOTO IMapy. BUIiIEHO 061aCTh PO3MIpIB, PH SIKUX Y CTPYMEH Tie-
peBaXKAIOTh KBA3iKPHCTANIUHI KJIACTEPH 3 IKOCASAPHYHOI0 CTPYKTYpOIO, i IIOKa3aHO, II0 Tepexiy Bix iko-
caefpuuHMX KiactepiB no kimactepiB 3 I'TIK cTpykTypoio BinOyBaeThbesl 3a CEpeHBOTO PO3MIpy KIIACTepiB Y
crpymeni N = (1000-1800) aromis/kiactep.

PACS: 36.40.—c AToMHBIC U MOJEKYJISIPHBIE KIAaCTEPHI;
36.40.Vz Onruyeckue CBOMCTBA KIACTEPOB.

KirodeBsle cnoBa: HaHOKJIACTEP aproHa, CHEKTP KaToJO0NIOMUHECIIEHIINH, HKOcasApHyecKas cTpykTypa, I'TIK

CTpYKTypa.

BBenenne

HanopasmepHsbie arperaliu aTOMOB U MOJIEKYJI, HMe-
HyeMble HaHOKJIaCTepaMH, IPEICTABILIIOT COO0M MPOMExXy-
TOYHOE 3BEHO MEXIy OIMHOYHBIMH aTOMaMH W MaKpOCKO-
MMMYECKIMHU TenmamMu. OyHIaMEeHTaIbHBIH MHTEPEC K TaKUM

CHCTEeMaM BO MHOTOM OOYCIJIOBJICH HAJIMYMEM Y HUX IEJIOTO
psna HEOOBIYHBIX CBOWCTB, KOTOPHIC HE HAONIOMAIOTCS B
MacCHBHBIX oOpasnax. Cpend HUX, B 9aCTHOCTH, 3aBHCH-
MOCTh CTPYKTYPHI KJIACTEPOB OT HX pasMepa U peain3aliis B
KJIacTepax CTAOMIBHBIX KBA3UKPUCTAUTMUCCKUX CTPYKTYP C
OCBIO cUMMeTpHH 5-To Topsinka [1,2]. XopommMu MoJIeb-
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HBIMH OOBEKTaMH SIBISIOTCS BaH-IEP-BAaabCOBBI KIIACTEPHI
Ha OCHOBE OTBEPJICBIIMX HMHEPTHHIX T'a30B, HAIPHUMEp Ta-
KHX, KaK aproH. K MOIIIHBIM SKCIIEPUMEHTAILHBIM METOIaM
W3yYCHUS HAHOCHUCTEM OTHOCSATCS CICKTPOCKOITUYECKIEC
HCCIICIOBAHUS, B TOM YHCJIC HCCIICJOBAHUS CIIEKTPOB JIFO-
MUHECIICHITMH CBOOOIHBIX OT TOIJIOKEK KIacTepoB, (op-
MHpPYEMBIX B CBEPX3BYKOBBIX CTPYfAX (CM., HampmMep,
[3,4]). OnHa W3 OCHOBHBIX CIIOKHOCTEH IMOJOOHOTO poja
WCCJIEIOBAaHUI — TMpaBUJILHBIA yY€T COCTaBa CBEPX3BYKO-
BOM CTPYHM WM €ro BIMSHHS HAa XapaKTEPUCTUKU CIICKTPa,
HaTpUMeEp TaKue, KaK HHTErPaIbHBIC HHTCHCHBHOCTH 3MUC-
CHOHHBIX ToJoc. [lenplo maHHOW paboTHI ABISLIACH pa3pa-
00TKa METO/a, KOTOPBIA MO3BOMI OBl KOPPEKTHO HCIOJb-
30BaTh JAaHHBIC WHTECTrPaJIbHbBIX MHTEHCUBHOCTEH IOJIOC
JIFOMUHECLIEHIMY ISl aHAIIM3a MPOLECCOB, MPOUCXOISIINX
B (OPMHUPYEMBIX B CBEPX3BYKOBBIX CTPYyAX KiacTepax, a
TaKXEC €r0 MPUMCHEHHC JUIA HCCICAOBAHUA CTPYKTYPHBIX
TpEeBpaIICHU B TAKUX KJIacTepax.

3KCHepHMeHTaJILHaH METOAHKA

B pabote mpezncraBiieHbl pe3yabTaThl HCCIEIOBAHUN
CIIEKTPOB KaTO/IOJIOMHHECLIEHIIMN CBOOOJHBIX TBEPIO-
TENBHBIX KJIACTEPOB aproHa, MOJIy4aeMbIX METOJOM KOH-
JEHCAlUU Ta3a B CBEPX3BYKOBOH CTpye, anuabaTHuecKH
pacmmpsronencss depe3 KOHHYECKOE COIUI0 B BaKyyM.
Pasmep u cTpyKTypy KJIaCTEpOB MOXKHO OBIJIO BapbUpO-
BaTh, M3MEHSSI TEMIepaTypy rasa 7( Ha BXOJE B COILIO,
IIPY ATOM JIaBJICHHWE ra3a py Ha BXOJE B COIUIO COXpaHsi-
JIOCh HEM3MEHHBIM Ha ypoBHe | atMm. [loHmkeHue Temrie-
patypsl ra3a MpuBOJIMIO K 00pa30BaHMIO KIIacTepoB OoJiee
KpYIHOro pasmMepa. PacueT cpeaHero pa3mepa K1acTepoB B
CTpye OCYIIECTBIIICS MO MOAWGHUINPOBAHHOMY COOTHO-
MIEHUIO XarcHel, KOTOpOe OBIIO TOJYYEHO B PE3yIbTaTe
3NIEKTPOHOTpapUIECKUX HCCICNIOBAHHUM, IIPOBEICHHBIX Ha
YCTaHOBKE ¢ KOHMYECKUM CBEPX3BYKOBBIM COIIJIOM, aHaJIo-
TUYHBIM Haiemy [5].

Hccnenyemsle B pabote kiactepsl conepxanu or 500
70 8900 aToMOB Ha KJacTep W UMeH jguameTp 32-87 A,
YTO COOTBETCTBOBAJIO MHTEPBAITY 3HAYCHUH TEMIEPaTypsbl
raza Ha Bxome B comio Top= 116-240 K. Temmneparypa
KJIacTepoB coctaBiisiia okoio 40 K u mpakTtudeckn He 3a-
BHCeEJIa OT MMapaMeTPOB T'a3a Ha BXOJIE B COILIO [6].

st momy4eHus CrieKTpoB KaTOMOIIOMHUHECIICHIINH KJla-
CTEpBl BO30YKNAIUCh JJIEKTPOHHBIM ITyYKOM C SHEprHei
1 x3B. Peructpanus curxama ocymiecTBisuIach B 00JIaCTH
sHepruit poToHOB 8—12 3B, comeprkaiieii MoIOCH CBEUCHHS
HEUTPAIbHBIX M 3apsHKEHHBIX 3KCHMEPHBIX KOMIUICKCOB
(Ary)" m (Ar4+ )*. TIoApOGHOCTH IKCTIEPUMEHTATBHOM Me-
TOJIMKY TIPUBEICHBI B padboTax [7,8].

Pe3yabTarsl M MX 00CyXKIeHUE

Ha puc. 1 B kauecTBe npumepa NpecTaBiIeHbl CHEKTPBI
KaTO/IOIIOMHHECLEHIUH JIIS KJIACTEPOB CO CPETHUM pa3Me-
pom N =~ 1000 atoMoB/kyactep (quameTp kinactepa 42 A) u
8900 aTomoB/knacTep (mamerp kinactepa 87 A), a Takke ux
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Puc. 1. CrieKTpBI JIOMHHECICHITUN CBOOOIHBIX KJIACTEPOB aproHa
pasmepoMm N =1000 u 8900 aTOMOB/KJIacTep B 00JacTH MOJIOC
(Ar))*, (Arf)*, W u W. DKcriepuMeHTAILHBIE JTAHHBIE MpE-
CTaBJICHBI CIUIOIIHBIMU JIMHUSMH. Pa3iiokeHue CIeKTpOB Ha ra-
YCCOBBI KOMIIOHEHTHI MOKAa3aHO IITPUXOBBIMH M ITyHKTHPHBIMH
JIMHUSAMHU (acCMMMETpUYHAs Tojioca J¥ NpeacTaBieHa CyMMOW
TpeX TayCCHAaHOB).

pa3lOKECHUE HAa CIHCKTpajbHbIC KOMIIOHEHTHL. CHEKTpHI,
MOJYYCHHBIC IS KIIACTEPOB JIPYTUX Pa3MepPOB, KAYECTBEH-
HO COOTBETCTBOBAJM TPHBEACHHBIM Ha pHC. 1. CHekTpsl
COCTOSIT M3 HECKOJBKHX MOJIOC, CBSI3AHHBIX C HM3Iy4CHHEM
W3 MOJICKYJIAPHBIX W aTOMapHBIX COCTOSIHUH aproHa. Y3Kas
nojioca ipu 11,61 3B coOTBETCTBYET mepexoay 3P1—>1So B
OJTMHOYHBIX aTOMax aproHa, JeCOpOMpPOBAHHBIX U3 KIacTe-
POB B pe3ynbTaTe UX BO30YKICHUS DIICKTPOHAMH, a TAKIKE B
aTOMax aproHa W3 ra3000pa3HON YacTH CTPYH, KOTOpasi He
CKOHJICHCHPOBAJIach B KIIACTEPBL. B JIIMHHOBOJIHOBOH 00-
JIACTH CIIEKTPa PACIIONOXKEHBI [[BA MHTCHCHBHBIX MOJEKY-
JSIPHBIX KOHTHHYYMa, W3JIydaeMble W3 KIIacTepOB: MOJ0Ca
npu 9,6 3B coOTBEeTCTBYeT TepexomaM C KojebaTelbHO-
pPEeNaKCUPOBAaHHBIX YPOBHEW HEUTpalIbHBIX SKCHUMEPHBIX
KOMILIEKCOB (Arz)* B COCTOSIHUSIX 3P1 + lSo u 3P2 + °So
(cM., HanpuMep, [9]); nonoca npu 8,9 3B cBsa3aHa ¢ nepexo-
JlaM4 B 3apsDKCHHBIX KOMILICKCaX (Ar;r )* [10,11]. B obnac-
TH OOJBIIUX YHEPTUH (POTOHOB HAOIIOAACTCS U3TYICHHE U3
KJIACTEPOB YaCTHYHO KOJIeOATETHHO-PETAKCHPOBAHHBIX MO-
nexkyn (Ar,)* (monoca W mpu 10,6 5B), a Taxxke koneba-
TENBbHO-BO30Y/IEHHBIX COCTOsHME (Ar,)" (acumMerpuu-
Has monoca W ¢ makcumymoMm mpu 11,3 3B). Crmenyer
OTMETUTh, YTO B MACCHUBHBIX 00pa3liaX TBEpIOrO aproHa
nonoca W uMeeT 3HAYUTEIBHO MEHBINYI0 OTHOCHTCIBHYIO
WHTEHCUBHOCTh, YeM B Kiactepax [12,13]. Ananu3 monoc
W' u W ObLT HEOOXOIMM ISt 0OJIee TOYHOTO KOJHYECTBEH-
HOTO ONHCaHWSA KOHTYPOB MOJICKYJISIPHBIX KOHTHHYYMOB
(Ar))" m (Ar;r )*, NpeACTABJAIOMUX OCHOBHOM MHTEpEC B
paMKax JaHHOU paOOTHI.

OO6pa3oBaHre HEUTPATBHBIX U 3aPSDKEHHBIX YKCUMEPHBIX
MOJICKYJ MMPOUCXOAUT B PE3YJIbTAaTe JOKAIU3AIUU CBOOO-
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HBIX HSKCHTOHOB, HIDKAWIIME >HEPTeTHYECKUE COCTOSHUS
KOTOPBIX 3()(PEeKTUBHO 3aCEISIOTCS IPH 00IydeHNN KilacTe-
poB anekTpoHamu. Ilporecc nokann3anuy 3HAYUTEIHEHO
HHTCHCH(UIMpYeTCs HaIMYUEM IpuMeced B oOpasie u
Pa3HOro poja HECOBEPILCHCTB KPUCTAIIMYECKON PELIeTKH,
K KOTOPBIM MOKHO OTHECTH W MOBEPXHOCTh KpHCTaia. B
YHCTBIX MAacCCHBHBIX OO0pa3Iax OTBEPICBIINX HHEPTHBIX
ra3oB C COBEPIICHHON KPHUCTAJUIMYECKON CTPYKTYpOM BO3-
MOYXHO HaOJIO/ICHHE MPU HIBKUX TeMIepaTypax NepexomaoB
KaK U3 KOTEPEHTHBIX, TaK U JIOKAIM30BAHHBIX SKCUTOHHBIX
cocTosiHMM. B ciyuae e KlacTepoB JIOMUHECLIEHIUS CBO-
0OIHBIX SKCHUTOHOB HaOJIONAIAaCh A0 HACTOSIIEr0 BPEMEHH
TOJNBKO Ul KCEHOHa ¢ HEOOJBIION NPHUMEChIO aproHa U
0o0BACHSTACh 00pa30BaHHWEM AKCHTOH-TIPUMECHBIX KOM-
riekcoB [14]. B cmekTpax JTIOMUHECHEHIMH YHCTHIX Kia-
CTEpOB aproHa (hUKCUpyeTCs JIHUIIb SMUCCHS U3 JOKAIU30-
BaHHBIX COCTOSIHMM, OCHOBHAsl 4acThb KOTOpPOM NpeJCcTaB-
JIeHa B BUJIE CBEUYCHUs HEHTPaJbHBIX U 3apSHKEHHBIX KCH-
MEPHBIX KOMILIEKCOB (AL, Y m (Ar‘:r )*. JlauHbli BHUA
SMHCCUM HAOIOAAeTCsl KaK JUIl KPUCTAUIMYECKHUX KIlacTe-
POB, Tak U IJIsl KIACTEPOB C MUKOCA3APUIECKON CTPYKTYPOH,
JUISL KOTOPOM XapakTEepHO OTCYTCTBHE TpPAaHCISIITUOHHON
CIMMETPHH B PaIiaIbHOM HaIlPaBICHHH.

Jlnsa ananmm3a (U3NIECKUX MPOIECCOB 00pa30BaHUS U pe-
JIaKCAIMH 3IEeKTPOHHBIX BO30Y)KICHHH B KilacTepax B 3aBHU-
CHMOCTH OT MX CTPYKTYpBHl HEOOXOAMMO HCCIIEIOBATh JBO-
JIOLMIO CHEKTPAIBHBIX OCOOEHHOCTEH, MpeXIe BCEero X
HHTErpajibHyl0 MHTEHCHUBHOCTH, IIPH HM3MEHEHHH pa3Mepa
KJacTepa. 3ajaBast ONpeeeHHbIH CPeIHUH pa3Mep Kiacre-
POB B CTpye, MBI MEHSEM JOJIF0 CKOHICHCHPOBAHHOTO B KIIa-
CTephI BeIecTBa M ero abCOMOTHOE KOJIMIECTBO. B cBs3M ¢
STHM BO3HHKAeT 3aJa4a pacyeTa MHTETPAIbHBIX WHTCHCHUB-
HOCTEH CIICKTPAJIbHBIX I10JI0OC, HOPMHPOBAHHBIX Ha OJIWH
KJIacTep 3aJaHHOrO pa3zMmepa. J[o HacTOSIIEro BpeMEHHU HH-
TerpajibHble MHTEHCHBHOCTH I10JIOC AHAIM3HPOBAINCH B
MIPEHEOPEKEHUH 3aBUCUMOCTBIO J0JIM CKOH/ICHCHPOBAHHOTO
B KJIaCTephl BEIIECTBA OT IapaMETpPOB ra3a Ha BXOJE B CO-
IUIO, @ CIIEJOBATENbHO, W CPEIHEro pa3Mepa KIacTepoB B
ctpye [8,15,16]. s pemeHns moCcTaBIeHHON 3a/1auu yI00-
HO HCCJICNOBATh XOI HHTCI'paJTBHOﬁ MHTCHCUBHOCTH II0JIOC
CBEUCHHUS KOJIEe0aTeNbHO-PEIAaKCUPOBAHHBIX COCTOSHUHN 3K-
CHMEPHBIX KOMIUIEKCOB (Ar,)" 1 (Ar‘:r )*, TOCKOJBbKY JaH-
HOE CBEYEHHE NTPOUCXOIUT MPAKTUIECKU MCKIFOYUTETHEHO U3
KJIacTepOB M 00JIaZaeT JOCTAaTOYHO OOJIBINON HMHTEHCHBHO-
CTBIO, CBOJSIIIIEH K MUHIMYMY IIOTPEIIHOCTh B OIPEEICHUH
e¢ BEJINYNHBL

WuTerpansHas HMHTEHCUBHOCTD M3IYYCHUS, CBA3aHHOTO
C OIpEIeNeHHBIM H3ITy4aTeIbHBIM KaHAJOM peJaKCcaluu
3JICKTPOHHBIX BO30YKJEHUH, B OOIIEM CiTydae Ompeaess-
eTcsl CeYeHUEM BO30YXKICHUS CIUHUILBI 00beMa H3ITydaro-
[IEro BEUIECTBa, IUIOTHOCTBIO IIOTOKa BO30YXKIAIOUIMX
YacTHII, BEPOSITHOCTHIO pean3aliii JJTaHHOTO H3ITydaTellb-
HOTO KaHaJa, a Tak)ke 00bEMOM BEIIECTBa, IPUHIMAIOIIUM
ydacTHe B Iporeccax Bo30YKICHHS M MOCIEIYIOMETO H3-
ny4deHus. B ciaydae kmactepoB, BO30YKIaeMBIX HIICKTPOH-

HBIM ITYYKOM MOCTOSTHHOM INIOTHOCTH, OHA AOJIXKHA 3aBH-
CeTh OT CeueHHMs1 BO30YyKAeHHs KilacTepa, KOJIN4eCTBa BO3-
Oy>XIaeMbIX KJIacTepOB M BEPOATHOCTH peEJIaKCalud CO3-
JaHHBIX BO30YXXICHMI MO HCCIeTyeMOMy H3ITydaTellb-
HOMY KaHamy:

I~ GexchIVVrad 4 1)
rae [ — uHTerpanbHas MHTEHCHBHOCTB IIOJIOCHI H3ITyde-
HUSA, Oexc — CEUEHHME BO30YXICHHS OJHOTO Kiacrepa,
N¢l — KOJIMYECTBO BO30YKAAEMbIX KIacTepoB, a Wyad —
BEPOSATHOCTh pean3alli¥ HM3JIy4aTelIbHOrO KaHaja, CBs-
3aHHOTO C MCCIELYyEeMON OJI0COH U3ITydEHUs.

KommuecTBo KitacTepoB r¢l, BO30YXJaeMbIX B CTpye B
€/IMHMILy BpPEMEHH, OINpENeNsieTCs] OOLIMM KOJINYECTBOM
aTOMOB BEIIECTBa 71, [IPOXOJSIIECTO Yepe3 30Hy BO30Yyx-
JIEHHS CTPYH B €IMHUIY BPEMEHH, a TAKXKe JOJIEH BEIECT-
Ba C¢|, CKOHIEHCHUPOBAaHHOTO B KJIACTEPHI, H CPEIHUM pa3-
MepoM KIacTepoB N B 30HE BO3GYKICHHS:

ng =cgny/N . 2

B pabote [17] TeopeTwueckn IMOKa3aHO, YTO MAaKCH-
MallbHasi KOHICHTPAIMsSI CBSI3aHHBIX ATOMOB Cpax B KOHIIE
npolecca pacuIMpeHusl YUCTOr0 ATOMHOTO ra3a UMeeT BUJI:

T

—In Ny 3)

Cmax ~

A€ Nmax — MakCUMaJIbHOE YUCIIO aTOMOB B KjacTepe B
KOHIIE Ipolecca paciuupenus, 7, — TeMIeparypa Hadajia
KOH/ICHCAllUH B CTPYye, a €)— CPEIOHAA DHEPTHs CBA3U
aTOMOB KJIACTEpa, MPUXOAIIAsACS Ha OAWH aToM. B ciryuae
0ONBIINX KITACTEpOB, KOTAA YHEPTHS CBSI3U aTOMOB B Kia-
cTepe cnabo 3aBHCHUT OT pa3Mmepa KiacTepa u Om3Ka K ee
3HAUEHUIO JJI1 MaKpPOCKOIWYECKON CHUCTEMBbI, OTHOLIECHUE
T./€(y MOXHO CUUTATh KOHCTAHTOM.

C y4yeToM TOro, 4YTO B HAIIMX SKCIEPUMEHTaX 30Ha BO3-
Oy>KICHUS CTPYH HAXOAWIACh Ha paccTosHUU 30 MM OT BBI-
XOIHOTO CEYECHHUS COIlIa, Ha KOTOPOM KJIacTepsl yxke o0ua-
JAf0T HAWOOJBIINM CPEJHHM pa3MepoM M TIPOIecC HX
JabHEHIIero pocra MaodPPeKTHBEH, a TaKkKe B MPE.IO-
JIO)KEHUH, YTO MaKCUMaJbHbIH pa3Mep kiactepa Npmax B
30HE BO30YXKICHHUS CTPYH MPOIOPIMOHAICH CpPEIHCB3BE-
IICHHOMY pasMepy KJIacTepoB N (Npax = AN), nons
CKOHJICHCHPOBAHHOTO B KIJIACTEPHI BEIIECTBA C¢| OyIeT or-
penensaTbes BblpaxkeHHueM (3) ¢ TOYHOCTBIO 10 YUCIIOBOTO
MHOXUTeNsT A mopn jorapudmom. Torma Belpaxkenue (2)
MOYKHO 3aITHCaTh B BUIIE

ng ~ngln N/N +ngln A/N , (4)
700050

ng ~ noln N/N 5)
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B TIPEIITOIOKEHUH MAJIOCTH BTOPOTO WieHA B BRIPAXKCHUH (4)
JUTS KITACTEPOB MCCIICYEMBIX B TAHHOM paboTe pa3mMepoB.

BenmnuunHa ng omnpenensiercs AaBICHHEM ra3a Ha BXOJC
B COIUIO, KOTOPOE B HAIKX 3KCIIEPHUMEHTAaX OCTaBalIOCh
HEU3MCHHBIM, TIOATOMY

ng~mIN/N . (6)

CedeHne BO30YXICHHS KJIacTepa 3IEKTPOHOM B 00IIeM
ciydae siBisieTcst QyHKIUEH OT SHEPruM JJIEKTPOHA U pas-
Mepa Kiactepa. B ciydae BO30YXKICHHS KIaCTEPOB DIICK-
TPOHAMH C OIHOHM U TOW KE IHEPTUcil B KAYECTBE CCUCHUS
BO30YKICHHUS MOXHO B3ATh IT'€OMETPHUYCCKOE IMOMEPEYHOE
CEYCHHE KIIAacTepa, KOTOPOE MPONOPLHOHAIBHO N 23,
Toraa, ¢ Y4eToM 3aBHCHMOCTH Gy, ~ N 23y ypas-
HeHus (6), Beipakenue (1) Oymer UMeTh BUJT

I~ N2/3VVradncl - ]\7_1/3VVrad InN . (7

Bripakenue (7) naet BO3MOXHOCTb, UCIIOJIB3YS DKCIIE-
pUMEHTaIbHBIE JaHHbIE IO MHTErPAIbHOH MHTEHCUBHOCTH
I TOOCHI IIOMMHECLICHIINH KJIACTEPOB, MOIYYUTh HH(OP-
MaIMIo O BeMUUUHE Wrad, KOTOpast OTpaxkaeT (Gpusuky mpo-
[IECCOB, NPHUBOAAMIMX K HCCICIAYEMBIM H3IIydaTeIbHBIM
HepexojiaM B OHOM KJIacTepe.

Ha puc. 2 nmoxa3aHsl 3aBUCUMOCTH OT CPEIHET0 pa3Me-
pa KmactepoB N HMHTErpalbHBIX MHTCHCHBHOCTEHl MONOC
(Ar,)" u (Ar])", HOpMupOBaHHBIX Ha In N. Kaxnas
9KCIIEpUMEHTalIbHAsl TOYKa SBIISICTCS YCPEIHEHHEM MaH-
HBIX HECKOJIBKHX 3KCIHEPHMEHTOB. Ha pHCYHKE MOXHO
BBIJICTIUTH ABE O0JIACTH Pa3MEPOB KJIACTEPOB C PA3THUHBIM
XOZ0M HOPMHUPOBAHHOI HHTEHCHBHOCTH AJISI 00EHX IOJIOC.

O6nacTs  GOJNBIIMX — pa3sMepoB (N >
> 1800 aromoB/KIJlacTep) XapaKkTepu3yeTcs HEIWHEHHBIM

KJIacTepoB

poctom I/InN ¢ yBemmuenuem N, KOTOPBIA MOXKHO C XO-
pOIIEH TOYHOCTBIO AINMPOKCHMHPOBATH 3aBHCHMOCTBHIO
I/InN ~N% ca=2/3 nns (Ary)" mwo=1/3 s (Ary )"
U3 soipaenns (7) caenyer, uto I/InN ~ N™V3W. 4. Do
O3HAYaeT, YTO BEPOATHOCTH BHICBCUMBAHUS W3 OJHOTO Kia-
cTepa HEUTpaJIbHBIX 3KCHMEPOB (Arz)* MPOTIOPIIMOHATBHA
00IEeMy KOJIMYECTBY aTOMOB B Knacrepe (W4 ~ N), B 1O
BpeMsl KaK BBICBCUHMBAHHC 3apSDKCHHBIX  KOMILICKCOB
(Arir )" ompenenseTcs KOIMYECTBOM aTOMOB, COJIEPKAIINX-
cs B HEKOTOPOM NPHIIOBEPXHOCTHOM CJIO€ Kiacrepa
Weaa ~ N 23 ). JeHCTBUTENBHO, B Clly4ae MOHU3AIMHU aTo-
Ma aproHa BO BHYTPEHHHX CJOSX KJIacTepa BEJHMKa BEPOST-
HOCTH €r0 PEKOMOHMHAINH C 3JICKTPOHOM JI0 BEICBEUHBAHUS
W3 COCTOSIHUS (AL:r )*. Ecii 5Ke HOHU3UPYETCS aTOM B IIPH-
MIOBEPXHOCTHOM CJIO€, PEKOMOWHALINS CTAHOBUTCS MEHEE
BEPOSITHOM, TTOCKOJIBKY DJIEKTPOH ¢ OOnbIIei rojeil Bepo-
ATHOCTH MOJKET IIOKHHYTb KJIacTep.

WHas kapTuHA HAOIOACTCS B 00JIACTH MaJbIX pa3Me-
poB kmactepoB (N < 1000 atomos/knacrep). 3xech 3a-
sucumoct [/InN or N s obenx moioc B mpeenax
MOTPEITHOCTH HM3MEpPEHUN WMEIOT JIMHEHHBIN Xapakrtep.
W3 snexkrpoHOorpadmuecKkux MAHHBIX HM3BECTHO, YTO B

30 a
O (Ar2 )* //
® (Ar))

N
()]

[\
()

—_
S (V)]
L e B e

I/1n N, ipouss. ex.

[/InN~N"

—_
(=]

2000 4000 6000_ 8000 10000
Cpenuuii pa3mep kiactepa N, arom/Kiiactep

Puc. 2. 3aBUCHMOCTb OT CPEJHETO pasMepa KIacTepoB N HHTe-
IpalbHbIX MHTEHCUBHOCTEH [, HOPMMPOBAaHHBIX Ha In N, s
nonoc (Ar,)" u (Ar:;r )*. BepTHKaIbHBIMH OTPE3KAMH MOKA3aHbI
TIOTPEITHOCTH SKCIIEPUMEHTAILHEIX H3MEPEHUH U nX 00paboTku.
Ha pucyHke MOXXHO BBIIETUTH 001aCTh UKOCA3APHUUECKON CTPYK-
Typbl KnactepoB mpu N < 1000 aToMoB/knactep, B KOTOPOit
I/InN ~ N aus obenx nosoc (MyHKTUPHAs JIMHUS), ¥ 00J1acTh
T'UK crpykrypsl npu N > 1800 atomoB/KiacTep, B KOTOPOit
/N~ N?3 as nonocsr (A)* u1/InN ~ N3 xns no-
JIOCBI (Arir )" (CTUTONIHbBIE KPUBHIE).

3TOH 00JacTH pa3MepoB KIacTep aproHa XapaKTepU3yeT-
Csl KBa3UKPHUCTAJUIMYECKUMHU CTPYKTYypaMH C OCBIO CHM-
MEeTpHH 5-T0 TopsiaKa (TMIONMMHKOCadApUIecKas U CTPYK-
Typa MHOTOCJIOWHOTO HMKoca’apa) [18], B To Bpems Kak
KIJIACTEP, COJCPIKAIINA HECKOJNBKO THICAY aTOMOB, o0a-
npaet xpucrammumueckod I'IIK crpykrypoit [19]. Cpssas
pa3IUYHOE TOBEIACHHEC HOPMHUPOBAHHOW WHTETPabHOM
MHTEHCHBHOCTH TIoloc (Ary)" u (Arf)* co crpykrypoit
KJIacTepa, MBI MOKEM IO JaHHBIM CIIEKTPOB KaTOIOJIO-
MUHECIICHIINY OIPEICIUTh 00JIaCTh Pa3MepOB KIACTEPOB,
B KOTOPOH OCYIIECTBIISIETCS MEPEXO MEXKIY MKOCadIPHU-
YeCKOW (MHOTOCIIOWHBIM MKOCAdAp) W KPHCTAITHIECKOM
(I'LIK) cTpykTypamu: u3 puc. 2 clenyeT, 4To OHA COCTaB-
mser N = 1000-1800 atomoB/kiactep. OTKIOHEHHE 3a-
BHCHMOCTH HOPMHPOBAHHO} HHTEHCUBHOCTH TIoN0C (AT, )"
u (Ar])" S MKOCAdAPUUECKHX KIACTEPOB B CTOPOHY
MEHBIINX 3Ha4YeHUM 1Mo cpaBHeHHIO ¢ ee xoaoMm miusi 'K
(a3bl MBI MOXKEM KadeCTBEHHO OOBSICHUTH OOJNBIICH cpel-
Hel PHepruel CBsA3U €) aTOMOB B MKOCAYIPUUYECKOM KJlacTe-
pe [20] (cm. mHOXUTENb T, /€ B BhIpakeHuu (3)), a 6am3-
KUE 3HAa4YeHWs WHTCHCHBHOCTEH /I1 o0enx mojoc o0y-
CIIOBJICHBI TEM, YTO B MaJbIX KJIacTepax HPHIIOBEPXHOCT-
HBIH CJIO¥ 3aHMMAcT 3HAYUTEIILHBIN 00BhEeM KIlacTepa.

3akiaouenue

B pabote mpemnoskeH HOBBIA MOIXOM K aHAIN3Y WHTe-
TpajibHBIX UHTEHCUBHOCTEH / MOJIOC B CIIEKTPaX JIIOMUHEC-
[EHINN KJIaCTepOB aproHa B IIMPOKOHW 001acTH pa3MepoB
N ot 500 10 8900 aTomoB/KIacTep.
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Hoebiii nooxo0 k uccareoosanuio CNneKmpoe6 JIHIOMUHeCyenyuu Cc680000HbIX HAaHoOKIacmepoe apeoHa

Ha ocHOBaHMM TaHHBIX CIIEKTPOCKOMMYECKHUX HCCIIEI0-
BaHMH IOKa3aHO, YTO JOJSI BELIECTBA C¢l, CKOHAEHCHPO-
BaHHOTO B KJIACTEPHI, MPOTIOPIHUOHATBHA JIOTapu(QMy cpeli-
HEro pasMepa KIacTepoB B CTpye, ¢l ~ In N.

VYcTtaHoBieHO, 4TO B ciydae kpuctamumdeckux LK
K1acTepoB aprora mpu N > 1800 aToMOB/KiacTep W3-
YEHHE TTOJIOCHI CBEUSHHSI KOJIebaTesHO-peTaKCHPOBAaHHON
HeHTpanbHOI SKCHUMepHOit MosleKynbl (Ar, )" Tpoucxoaut
u3 Beero oGbema kmactepa (I/InN ~ N?'?), B 10 Bpems
KaK 3apsUKEHHBIE SKCHMEPHBIE KOMIUTEKCH (Ary )* cBeTsaT
U3 IPHUIIOBEPXHOCTHOTO cliost kinactepa (I/InN ~ N 173 ).

MeTomoM KaTONOJTIOMHMHECIICHIIMN BBIJEIEHa 00J1acTh
nepexoa MeXIy KBa3sHMKpPHUCTAJUTMIECKOH CTPYKTYpOH MHO-
rocioiHoro mkoca’apa u kpuctamumyeckor I'IIK cTpykry-
PO¥i B KJIacTepe aproHa: OHAa COOTBETCTBYET CPEIHUM pa3Me-
pam Kiactepos B ctpye N = (1000—1800) aromoB/Kiactep.

[IpenBapuTenbHBII aHAMN3 TAHHBIX 10 KCEHOHY U KPHII-
TOHY TO3BOJISICT YTBEPXKIaTh, YTO TPEAJIOKEHHBIH ITOJIX0
NPUMEHUM U JUTS aHaJIH3a CIICKTPOB JFOMUHECICHITUH KJIa-
CTEpOB JIPYTHX MHEPTHBIX T'a30B.

B 3akmodcHHE aBTOPHI BBIPAXKAIOT OJIATOAAPHOCTH
C.U. Kosanenko, A.I'. lanunsuenko u A.Il. Konoromy 3a
TUIOZIOTBOPHOE OOCYKCHHE PE3YIbTATOB PAOOTHI.
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Rare-gas  Clusters

A new approach to investigation of luminescence
spectra of substrate-free icosahedral
and crystalline nanoclusters of argon

Yu.S. Doronin, V.L. Vakula, G.V. Kamarchuk,
A.A. Tkachenko, and V.N. Samovarov

We propose a new approach to analysis of catho-
doluminescence spectra of substrate-free nanoclusters of
argon produced in a supersonic jet exhausting into a
vacuum. It is employed to analyze the intensities of lu-
minescence bands of the neutral and charged excimer
complexes (Ar,)* and (Arjr )* measured for clusters
with an average size of 500 to 8900 atoms per cluster
and diameters between 32 and 87 A. The concentration
of the jet substance condensed into clusters, which de-
termines the values of the integrated band intensities, is
shown to be proportional to the logarithm of the average
cluster size. Analysis of the reduced intensities of the
(Ar,)* and (Ary)* bands observed from crystalline
clusters with an fcc structure allowed us to conclude that
the emission of the neutral molecules (Arz)* comes from
within the whole volume of the cluster, while the
charged complexes (Ar;r )* radiate from its near-
surface layers. We found the cluster size range in which
the jet is dominated by quasicrystalline clusters with an
icosahedral structure and demonsrate that the transition
from icosahedral to fcc clusters occurs when the average
cluster size is N = (1000-1800) atoms per cluster.

PACS: 36.40.—c
36.40.Vz Optical properties of clusters.

Atomic and molecular clusters;

Keywords: argon nanocluster, cathodoluminescence
spectrum, icosahedral structure, fcc structure.

211


http://www.sciencedirect.com/science/article/pii/0009261487808114
http://www.sciencedirect.com/science/article/pii/0009261487808114
http://www.sciencedirect.com/science/article/pii/0009261487808114

	Введение
	Экспериментальная методика
	Результаты и их обсуждение
	Заключение

