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Analysis of the size distribution of binary Cu-Au nanoparticles
during synthesis from a gaseous medium
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The paper presents the results of molecular dynamics computer simulation studies on the synthesis of binary Cu-Au
nanoclusters by condensation from the gaseous phase. To calculate the interatomic interaction forces, the modified TB-SMA
potential with a fixed cutoff radius was used. As the initial structure, a configuration containing a total of 91124 Cu and Au
atoms distributed in a cubic lattice with a parameter of 30-a,, where a, is the Bohr radius, was chosen and periodic boundary
conditions were used. For the analysis, we selected the initial configurations of different chemical composition Cu,Au,
Cu-Au, Cu,Au,, Cu Au,, which were cooled in the condensation process to 77 K. As a result of numerical experiments,
condensation of liquid droplets from hot high-density gas was observed, which then crystallized into primary particles of
nanometer size and then merged into larger formations. According to the simulation results, a relationship was found between
the number of clusters formed at the first stage of synthesis and the percentage of gold atoms in the primary gaseous medium.
It was concluded that this fact was a consequence of different binding energies between copper and gold atoms, which led to
different melting points of these clusters. Despite the random nature of further agglomeration processes, this trend still persists
at lower temperatures. Therefore, using different concentrations of copper and gold atoms, it is possible, in principle, to control
the formation of Cu-Au binary clusters from the gas phase with some predetermined chemical composition and size.
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AHanus pacupeneneHus o pasmMepy OMHaApHBIX HAHOYACTHUI]
Cu-Au npu cuHTE3€ 13 ra30BOM Cpefbl
Tadpmnep 0. 4.7, Tapuep C.JI., Tonosennko K. B.

XaKacckmit TOCyJapCTBEHHBIN YHUBEPCUTET, TIp. Jlenuna, 90, Abaxkan, 655017, Poccusa

B pabote mpencTaBlIeHbI Pe3y/lIbTaTbl KOMIIBIOTEPHOIO MOJCIMPOBAHMA METOROM MOJIEKY/IAPHONM JUHAMMKM CHUHTe3a
OvHapHBIX HaHOKIacTepoB Cu-Au IpM KOHJIGHCALMM 13 BBICOKOTEMIICPATYpPHOII TIa30BOil Cpembl. [ BBIYMCIEHNS
CIJI MEXAaTOMHOTO B3aMMOJENCTBMA JICIONb30BaICsA MopuduuupoBaHHbll noreHnyuan TB-SMA ¢ ¢uxcupoBaHHBIM
paguycoM obpesaHys. B kauecTBe MCXORHON CTPYKTYpBI OblIa B3sATa KOHGUrypauys, cofep>xaas 91 124 aromos Cu u Au,
pacrpefieneHHbIX B KyO1UdecKoil pemerke ¢ mapamerpom 30-a,, e a, — paguyc bopa, ¢ ncrnonpsosaneM nepuopmIecKmx
TPaHMYHBIX yCIOBuUIL. [/ aHanmm3a mpoIleccoB CiHTe3a 6bmy BhiOpanbl xummdeckue komnosuiyn Cu,Au, Cu-Au, CuyAu,,
n Cu,Au,, KOTOpble B MpoOIlecce KOHJIEHCAIMM OXXHanuch fo Temmneparypsl 77 K. Ilpu mpomemeHMn 4YMCIEHHBIX
SKCIIEPMMEHTOB HAOMI0fiaoch 06pasoBaHMe >KMAKMX Karelb M3 TOPAYEro rasa BBICOKON IIOTHOCTH, KOTOpPBIE 3aTeM
KPVICTa//TM3MPOBANCh B MIEPBUYHBIE YACTHI[BHI HAHOMETPOBOTO pasMepa M flazee oOBefMHAMICh MKy coboil B 6omee
KpymHbIe obpasoBanus. Ilo pesynpraram MomenMpoBaHUA Obla HalifleHa 3aBMCMMOCTD MEXY UMCIOM 00pas3ymolMXcs
Ha IepBOM 3Talle CUHTe3a K/IACTEPOB U IPOLEHTHBIM COJiep)KaHMEM aTOMOB 30JI0Ta B MCXOJIHON rasosoii cpefe. Crenman
BBIBOJ], YTO JAHHBI (PaKT SABJIACTCA CIEHCTBYEM PasHON SHEPIMU CBA3M MEXJY aTOMaMU MeIM U 30JI0Ta, IPUBOJALLEN
K pasnu4YHON TeMIlepaType IIaB/lIeHNA JJaHHBIX KIacTepoB. HecMOTpsA Ha cIydaliHbIN XapaKTep AalbHENINNX IPOIecCOB
arJioMeparyin, 3aMedeHHas TeH/IeHIVA COXPaHMIAch 11 Ipy 60/lee HU3KMX TeMnepaTypax. CeoBaTeIbHO, MCIIONb30BaHNeM
Pas/IMYHON KOHIIEHTPAlV}i aTOMOB MeIM ¥ 30/I0Ta MOXKHO, B IIPMHIUIIE, KOHTPOIMPOBATh IPOLECChl 0Opa3oBaHNA
OuHapHBIX K1acTepoB Cu-Au 13 ra3oBoil Gpasbl ¢ HEKOTOPBIM, 3alaHHBIM 3apaHee XVMIYeCK/M COCTaBOM J pa3MepPOM.

KnroueBble cmoBa: HAHOTEXHOTOT M, HaHOIIOPOIIKY, KOMIIBIOTEPHOE MOJIE€/INIPOBaHNE, CM/IbHAA CBA3b, HAHOYAaCTULbI, MEIb, 30/10TO.
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1. BBemenue

ViccnemoBaHne MeTaqmMyecKX HAHOCIZIABOB PA3/INIHOTO
XMMIYEeCKOTO COCTaBa IPUBJIEKAeT 3HAYNTE/IbHBIN MHTEpec
B CBSI3M C IIMPOKVMI BO3MOXKHOCTAMM UX IPAKTUIECKOTO
IpYMeHEeH!A B HAHOJI/MIEKTPOHUKE, KaTajnse, OITHKe,
CEHCOPHBIX YCTPOVCTBAX, OmoMenmmuuHe u T.7. OpHaKo
0Ka3aJI0Ch, YTO PU3UKO-XVMUIECKVe CBOICTBA OMHAPHBIX
HAHOYACTUIL IMEIOT O0jIee CIOXKHBII XapaKTep IOBeIeHIs,
IO OTHOLIEHWIO K COCTAB/IAOINM UX MeTa/UlaM. Vl MMeHHO
Pas3MMYHBIA XMMMWYECKMII COCTaB HAHOYACTUI[ YacCTO
ABJIACTCS K/II0YOM K IIOHMMAHUIO 9TUX 0COOEHHOCTEI.
brnapupnt cmmaB  Cu-Au  U3BeCTeH Y)Ke [JaBHO,
HO U TaKasg XOPOIIO 3HAKOMAas CHCTeMa Ceifdac MCCIefyeTcs
ZOCTAaTOYHO aKTVBHO, 0COOEHHO B 00/IaCTV HaHOPa3MepOB
[1-7]. IIpn aTOM B 3KCHEPUMEHTAIbHBIX paboTax OBLIO
YeTKO II0OKa3aHO, YTO YacTUYHOE 3aMeIleHMe 307I0TOM
MeI¥ BO MHOIMX CIydYasX IPUMBOIMUT K 3HAYNTETBHOMY
U3MEHEHNI0  KaTaIMTUYeCKUMX  CBOJICTB  HAHOCIUIaBa
II0 CPaBHEHMIO C MOHOMETA/UIMYECKVMMI HaHOK/IACTepaMMu
Au mwm Cu. IlomMmmMo KaTanmaa OTPOMHBINI WHTepecC
BBI3BIBAIOT HaHouyacTuupl Cu-Au B ONTHUKe, Ifie OBLIO
OIIpefie/ieHo, 4YTO JIeTMpOBaHME MeAU B HAHOYACTHIIBI
30/10Ta IPMUBOAUT K IIOSIB/IEHNIO CVJIbHBIX ITOBEPXHOCTHBIX
IIJITA3MOHHBIX PE30HAHCOB, C SHEPIueil ¥ HMIMPUHOI JIMHUMI
Pe30HaHCa 3aBUCAILINX OT IPOLIEHTHOTO COfEeP>KaHNUA MEefIL.
OpnHaxo Npu 9KCIEepYMEHTATbHOM aHa/M3€ HAaHOYACTHI]

CJIO)KHOTO ~ XMMMYECKOTO  COCTaBa  MMeEeTCa  HeMaso
TPyAHOCTeI. Bo-TiepBbIX, mpoliecc CnHTe3a YacTuly JO/DKeH
obmajjaTh YETKOM IIOBTOPAEMOCTBIO, @  OIIpefielieHne

PeabHO 37IEKTPOHHON CTPYKTYPBI COeMHEHN BO3MOYXXHO
JIMIIb KOCBEHHBIMM 3KCIIEPUMEHTA/NbHBIMU  METOJAMIA.
Bo-BTOpBIX, 37IeKTPOHHAsA CTPYKTypa HOBEPXHOCTH, OIIpe-
IensoIas Bce OCHOBHBIE KaTaMNTUIECKVe CBOVICTBA YaCTUI]
HAHOCIUIABA, CYJIBHO 3aBMCUT OT T€OMETPUYECKOrO Xapak-
Tepa PacIoNIoKeHNsA aTOMOB [8-12], 4TO CBMIETENIbCTBYET
O B@KHOCTYM IpUMEHEHMsS IPaBIIbHON CTPYKTYPHOI
MOJIe/IV HAHOYACTHII.

2. OnucaHue KOMIBbIOTEPHOI MO NN

Ha ocHoBe mnpoleccoB, NpOUCXOJAIMX IIPU pPeaTbHOM
CUHTe3e HAHOYACTMI[ W3 Tra30BOil  Cpefpl, OblIa
IIOCTpO€Ha  KOMIIBIOT€pHas  MOfielb  KOHMEHCALNM
aTOMOB MeJu M 30/I0Ta HIPM BBICOKOTEMIIEPATYPHOM
UCIIapeHNN MCXOIHBIX 00beMHbIX MarepmanoB. Cucrema,
UMNUTHUpYIOIIasl KaMepy CMHTe3a, MMena QopMmy Kyba
¢ puHout rpanu B 1350 panuycoB bopa a, u comepxana
cymmapHo 91124 aromMoB Menu U 30/10Ta, PaBHOMEPHO
paclpefieleHHbIX B IIPOCTPAHCTBE €  HAYaJIbHON
temmnepatypoit T,=1000 K. CpenHee paccTosiHue MeXmy
aToMamM Ha 3TOM 3Tame cocTasuno 30-a,. Bribop Takoi
HayajbHON MEXKAaTOMHOI IUCTaHUMM OBUI 000CHOBAH
pesynpTaTaMy IPOBEIEHHOTO HaMIM paHee aHajausa
BIIVMSIHUA 9TOJ BEJIMYMHBI Ha PEeAIMCTUYHOCTb KOHEUYHOIO
pacupefiefienyisi IO pa3Mepy HaHOYAcTUL HuKens [13]
n Mexu [14] Takke NpPU KOMIBIOTEPHOW MMUTAIUN
CUHTe3a U3 ra30Boil dasbl.

B cBA3M ¢ 6ONBIIMM KOMMYECTBOM aTOMOB B VICCTIENY-
eMoi1 cucTeMe, OBIIO TNPUHSITO pellleHre MOJeNNpOBaTh
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KOH/IEHCAIIMIO K/IACTEPOB He B Cpefie PeaTbHOTO MHEPTHOTO
rasa, a B Cpefie Ta3a BUPTYJIbHBIX YaCTHUI, MMEIOLINX
IIOCTOAHHYI0 TEMIIEPATypy M CO3[aBaeMbIX TEPMOCTATOM
Anpepcena [15]. JlaHHBIT TEPMOCTAT HO3BOJIsIET IIPOBOLUTH
OXJIAXKZIeHNEe C HEKOTOPOIl (UKCMPOBAHHON CKOPOCTHIO,
IIOCPeJCTBOM  IIOCTEIIEHHOTO  yHaJeHusA  U3OBITOYHON
9HepruMy M3 MMUTHUpyeMOil obnmactu. Pacuer pBIDKeHMA
YaCcTUI] B CHUCTEMe OCYLIECTBIANCA C MCIIONb30BaHNEM
CKOpPOCTHOI cxeMbl Bepne [16] ¢ MOCTOSHHBIM IIarom
mo Bpemenn (h=1 ¢c). MopmenupoBaHue KOHAEHCALUN
ATOMOB Me[y M 30/I0Ta U3 ra3oBoil ¢aspl IPOBOAMIOCH
METOJOM MOJIEKY/IIPHOV JVHAMUKU C MCIIO/Ib30BaHNEM
ckopoctu  oxnaxpeHuss U=1-10" K/c no xoHeyHON
TEeMIIEPATYPhI sz 77 K, 4TO COOTBETCTBYET OXIaXKJEHUIO
CUCTEMBI JKUTKUM a30TOM.

Jns1  KOppeKTHOro  IpVMMEHEHNSA  JICIONb3YeMOTo
MMUTALMOHHOTO MeTOfja HeOOXO[AMMO TOYHO OIpeNeNnTh
9HEpPIMI0 MEXAaTOMHOTO B3aMOJENCTBMA. B mpemcras-
nsieMoit  paboTe  UCIOMB3OBAICS  MHOIOYACTUYHBIN
morenuyan cuwibHoit cBsisu  Knepu (Cleri) u  Posaro
(Rosato) [17], ocHOBaHHBII Ha HPUOIVDKEHUN BTOPBIX
MOMEHTOB TaMUIbTOHMAHOB cuabHOM cBsasu (TB-SMA).
JlaHHBINI HOTEHIVAan OBbUI YCIIENIHO HpUMEHEeH B LeJIOM
psilie WCCIeNOBaHUI HAaHOKPUCTA/UIMYECKUX 0OpasIfoB.
OTMmeruM, 4TO HOTEHIVAN CWIbHON cBaA3u (tight-binding)
OYeHb XOPOILIO 3apeKOMEHJIOBaN Cebs U MPU MOJEIUPO-
BaHMU cucTeM KoHpeHcaumn. Tak B [13,18,19] aBTOopammu
TaKXXe ObITa CMOJIeIMPOBaHa KOH/IEHCALMSI aTOMOB Meau
B cpefie BUPTyanbHBIX yacTuil. IlomydeHHble B [13,18,19]
pe3y/IbTaThl XOPOIIO CXOFATCA C SKCIepMMeHTa/TbHBIMUI
NAaHHBIMM II0 TAaKMM OCHOBHBIM IIapaMeTpaM CUCTEMBI
KaK BHJ pacIpefie/ieHMs IOMydaeMbIX YacTHI] IO pa3Me-
paM, CTpyKTypaM u popmam.

3. Pesynbrarsl 1 06CyKpeHne

Jist aHanmM3a MPOMCXOMSIUX TIPOIECCOB OB BBIOpAHbI
JeTbIpe Xxumudeckue komnosuunu Cu,Au, CuAu, CuyAu,
Cu,Au,, /iBe M3 KOTOPBIX MMENN CTEXMOMETPUYECKMI
coctaB. OcHOBHasA 3ajaya 3aK/IIOYanmach B HaXOXKIEHUN
BO3MOXKHOJ 3aBYICUMOCTM MEXJAY Ha4a/JbHBIM XUMMU-

YeCKMM COCTaBOM U  PasMepPOM CUHTE3MPOBAHHBIX
U3 BBICOKOTEMIEpaTypHONI Tra30Boil (asbl OMHAPHBIX
HaHOYaCTUII.

Jna sToro ObUIM IIpOAHANM3MPOBAHBI paclpele/leHNs
Ha"HodacTn, Cu-Au mHo pasMepy TIIOCIe JOCTVDKEHMS
VMY KOHeYHOI TemIrepatypsl T =77 K 11 Ha IpOMe>XXy TOYHBIX
craguax. OTMmeTMM, 4YTO yCIOBUA  KOMIIBIOTEPHOTO
9KCIIEpUMEHTA [l BCeX YEeThIPEX MOJENbHBIX CUCTEM
6bUTM  AOCOMIOTHO WAEHTUYHBIMY, pasindiie COCTOSIO
TObKO B Pa3HOM IIPOIIEHTHOM COJIEP>KaHUM B Ta30BO
Cpefie aTOMOB 30710Ta, KOTOpble BBICTYNalIM B HalIeM
Cllyyae B KauecTBe IIpUMecH. ATOMBI M€Y ¥ aTOMBI 30710Ta
B MOJIeIMPYEMOM IIPOCTPAHCTBEe ObUIM pacIpefe/eHbl
XaOTMYHO M Ha OOJIBLIOM pacCTOSHUY, KpPOMe 9STOro
BBICOKasA Haya/jbHasg TeMIlepaTypa IOTHOCTHIO MCK/II0Yana
BO3MOXKHOCTb (POPMUPOBAHNUA KIACTEPOB TOIBKO OJHOTO
U3 XUMMYECKMX 9JIeMeHTOB. TakuMm o0pasoM, efuH-
CTBEHHBIM (PaKTOPOM, BIMAIOMMM Ha IIPOLECCHl CHHTe3a
6uHapubIx HaHovacTuy CuAu mpu ycroBuM CBOOOFHOIN



Gafner et al. / Letters on Materials 10 (1), 2020 pp. 33-37

KOHJIEHCAL[MN U3 Ta30BOl Cpefbl, ObUT Pa3HbII XMMUYECKUIA
COCTaB Ha4Ya/IbHOTO ra3a 13 aTOMOB MeTaJl/IOB.

VI3BeCTHO, YTO B 3aBUCUMOCTY OT IUIOTHOCTM IIapa
M TeMIIepaTypbl CUCTEMBbI pa3/IN4aioT HeCKOJIbKO MEXaHU3MOB
pocTa KmactepoB. IIpu Majoil CTeleHU IepeHachIIeHMs
B MeTacTabMIbHOI ra3oBoil ¢asze oOpasoBaHMe KracTepa
Ha4MHAeTCs C FOMOreHHON Hykneanyu. Ilop saTum TepMmu-
HOM IIOHMMAeTCs C/Iy4ailHbII IIpoljecCc oOpa3oBaHMA
Majioro KjacTtepa KPUTUYECKOrO pasMmepa (3apopbliia).
B o6nmacT IepeHaCBIIEHHOrO IIapa BO3MOXHBI KOJIe-
0aHVA IUIOTHOCTM B [IOCTaTOYHO IIMPOKMX IIpefienax,
YTO VM IPUBOINUT K (HOPMMPOBAHUIO 3apOJbILIENi, KOTOpbIe
MOTYT /160 IIPOJOKUTL CBOM POCT JIO YK€ CTaOMIBHOM
YaCTUIBI B JKMIKOM COCTOAHUY, MO0 BHOBb VICHAPUTBHCA
B Ta30BYIO Cpeny.

ITocre 3aBepleHNA IPOLIECCOB HYK/IeALUy BO3MOYKHBI
Ipyrue CIOcoObl [JajbHEIIer0 yBeIM4YeHNUSA pasMepa
K1acTepoB. IIpy IOBEPXHOCTHOM pOCTe eNVMHUYHBIE
aTOMBI Ta30BOJ (as3bl IPUCOEHVHAIOTCA K IIOBEPXHOCTU
KJIacTepa, BBbI3bIBas €ro IIOCTENEHHBI pocT. Taxke
BO3MO>KHBI CTOJIKHOBEHVISI OTJEIbHBIX KJIACTEPOB MEXIY
co00Ji 10 CIeHapMIO arjIoMepaluyl WIN KOaJeCLeHLIMN.
IIpu armomepanuy KIacTepbl CIUIAIOTCA APYT € JAPY-
rOM TIIpakTudecku 0e3 u3MeHeHMs CBoeil (HOPMBL
ITpu KoamecHeHIUM KIaCTephl CIUIABIAIOTCA APYT € LPYrOM
1 06pasyloT egMHyI0 YacTULy ¢ GOpMOI OTIMYHOI OT TOI,
YTO ObL/IA Y IePBUYHBIX KJIACTEPOB JIO CTOIKHOBEHIA.

KoHeyHast CTpyKTypa 4YacTWI] 3aBUCUT OT BKJIafia
BCeX O9TUX Pa3IMYHbIX MeXaHM3MOB. Takum ob6pasom,
IIpefCTAaB/IACTCA  BaXHBIM  UCCIIEfIOBaHNe  IIPOLIECCOB
00pa3oBaHMA KJIACTEPOB M VX BKJIAJ B COCTOSHME BCeil
CUCTeMbl B LenoM. IloHuMMaHMe O0COOeHHOCTell pocTa
HAHOYACTHI] MOXET IIOMOYb IIPY IIPOU3BOJCTBE KIACTEPOB
C 3aJJaHHBIMU 3apaHee pa3MepoM, GOPMOIL M CTPYKTYpOil
U, C/IeOBaTeJIbHO, (PUKCUPOBAHHBIMU  (USUYECKUMMU
Y XUMMWYeCKVIMIU CBOVICTBAMI.

PaccMoTpuM 3Ty Ipoliecchl Ha IpuMepe OMHApHBIX
naHovactuyy, Cu-Au. Ha mepBom aTame cmHTe3a (Bpems
MOJIeTIMPOBAHMA [0 =4 HC) TeMIlepaTypa ra30BOJl Cpefpl,
U3-3a BBIICJICHNMS OSHEPIMM CBSA3M IpU  00BbefUHEHUM
IVMMEpOB, TPUMEpPOB U 0ojee KPYHNHBIX MOJIEKY/IAPHBIX
00pa3oBaHMl, Pe3KO YBeINYMBAETCA, IPEeBBIIAs TeMIle-
paTypy KUIEHV U 30/10Ta, M MeY B 00beMHOM COCTOSHUIA,
YTO JaeT BO3MOXKHOCTb XOPOIIO CMEUIVBAThCA aTOMaM
PasHbIX cOPTOB. V3-3a BBICOKOJI TeMIlepaTypsl 06pa3oBaHue
KJIaCTepOB, KAaKOro-Iubo 3HAYUTEIBHOIO pasMepa 37ech
HEBO3MOXKHO, TaK KaK OHM IIPaKTUYeCKM Cpasy e
ucnapsorca. Ho Tak Kak cycreMa HOCTOSHHO OXTaX[aeTcs
TPAHCIIOPTHBIM I'a30M, TO U30BITOUHAS SHEPTY HEIIPEPbIBHO
ymansgerca u3 OOIAacTM CHMHTe3a, U Jjajee CTAaHOBUTCH
BO3MOXKHOII ~BTOpas CTajys IIpoljecca KOHJEHCALUN
(crapus Hyxieanyn). [Tpu BpeMeHM MOfieIMpOBaHuM ¢t =5 HC
TeMIlepaTypa MOJEIUPYeMOro MPOCTPAHCTBA ellle BBICOKA
(T=1580 K), HO yxe HabmopmaeTcsa akTMBHOe (OPMUPO-
BaHNe KJIAaCTE€POB, XOTA BCe OHM HAXONATCA B XKUIKOM
cocrogHmu. Ha sToM orame mnpociexmpaeTcs deTKas
TEHJIEHI[MA K POCTY MAaKCUMaJIbHOTO pasMepa KlacTepa
C yBelIMYeHMeM IIPOLEHTHOIO COfiep>KaHMS aTOMOB MeIu
B ucxopHoM nape (Puc. 1). Oxmpaanoch, 4T0 HAHOYACTHIIBI
co crexnomerpuieckum cocraboM (Cu,Au n CuAu) 6ymyT
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Puc. 1. Pactipeniennenne CMHTe3MpPOBAHHBIX K/IACTEPOB IO pasMepy
IUIsL pa3HBIX XMMUYECKMX KoMosuumii (f=5.0 He).
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Fig. 1. The size distribution of the synthesized clusters for different
chemical compositions (£=5.0 ns).

pactu Hambosnee OBICTPO, HO B MEVICTBUTEBHOCTU ITOTO
He nponsoito. CriefoBaTeNbHO, IIPY YCIOBUY KOHAEHC AN
U3 ra3oBOJl cpefbl OOBbeNNHEHVe PACIIaBIeHHBIX NepBUY-
HBIX K/TaCTE€POB IIPOVCXOANT IT0 HECKOTIbKO VIHBIM 3aKOHAM.

JJaHHBIT (aKT MOXKHO OOBACHUTH TeM, YTO IPY TaKUX
TeMIIEPAaTypaX  KPMUCTA/UIMYEeCKass  pelleTkKa  KiacTepa
He cdopMMpoBaHa U II09TOMY KpuUCTauiorpapudeckue
3aKOHBI He HNEJCTBYIOT. [IpuduHy, BUAMMO, HY>KHO MCKaTb
B pasHOM TeMmeparype IUIAB/IEHNA MENHBIX U 30OTBIX
HaHOK/IacTepoB. HecMoTps Ha TO, YTO B 00 BEMHOM COCTOSHUN
JlaHHbIe TeMIeparypbl mpakTudeckn pasubl (T =1358 K u
T =1337 K COOTBETCTBEHHO), HPOBEJIEHHOE  HAMMI
KOMITPIOTEPHOE MOJITIMPOBAHME IIPOLIECCOB IUIAB/ICHNA-
KpHUCTa/UmM3anyy HaHokmactepoB Cu m  Au  IOKasaso,
YTO IIPM PAaBHOM 4MC/Ie aTOMOB TeMIepaTypa IUIaBIEeHNA
MeJHbIX HAaHOK/IacTepoB Ha 30-40% BbIlIe 4eM y KIacTepOB
somora [20,21], YTO XapaKTepHO [JIsI OTHOCUTEIHHO
HeOObIINX YacTull pasmepom Meree 10 HM. Tak mipu pasmepe
N=2243 aroma kmactep Memu mmasurcsa npu 1100 K,
a TaKol >Ke IO YICITy aTOMOB KiacTep 301m01a — 1ipn 815 K.

YkasanHaa Hamm Temmeparypa 1=1580 K saBmgerca
CpemiHell TeMIlepaTypoil II0 MOJEINPYeMOMY 00DBeMy,
ompefieNiieMass  IOCPEANCTBOM  CpefHell  KMHEeTUYeCKOM
SHEepruy aTroMoB. I[loaToMy, MCXOmA M3 paclpeneneHns
MaxkcBesuta, B 30He CHHTe3a BCera OYAyT NMeThCs K/IaCTePhl
KaK ¢ OONbIIMM, TaK M C MEHBUIMM 3HadeHMeM TeIIOBOI
aneprun. Kpome atoro, ormeuenHsiit Hamu B [20,21] adbdexr
YMeHbIIIeHNA TeMIepaTypbl IUIABIEHNA K/IACTepOB 30710Ta,
II0 CPaBHEHMIO C K/ACTEpaMM MefJ, O3HaJyaeT MeHbllee
3Ha4YeHVe SHEPIMU CBA3M MEXy aTOMaMM 30710Ta B TaKMX
MaJIbIX KJIacTepax.

ITOT 00CTOATENIBCTBO, IO BCEIl BUAVIMOCTY, U ABJIACTCA
omnpene/SIOIM  yisT  pOpMMUPOBaHNsST OMHAPHBIX HAHO-
gyactury, Cu-Au mpm pmaHHOM Temmeparype. B Taxkom
cocrossHMu Knactepsl Cu-Au IOJOOHBI KallelbKaM CUIBHO
HarpeToil  >KMAKOCTM, W3-3a 4Yero COCTAaB/IAINE ee
aTOMBI O0OJIATAlOT OYEHDb OOJNBIION CBOOOMON IBVKEHWA.
ITosToMy [y1A yMeHbBLIEHNS IIOBEPXHOCTHON SHEpPrum
KJIacTep IBbITaeTCs HNpUHATH  cdepudeckyio  ¢dopmy,
HO 13-3a TPaBUTALMOHHOM CIIbI IIPUHATb TAKOl BHeII-
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HUIl BUJ, HE UMesl NOCTaTOYHO OOJIBIION IHEPIUM CBS3U
MeXJy aToMaMM, KoTopas MoIma Obl 3Ty  CWIy
KOMIIEHCHPOBAaTh, MPAKTUYECKM HEBO3MOXXHO. IlosTomy
TaKMM JKUJIKMM KAIUIsIM IIpK O0O0beMHEHNN IIPOlle BHOBb
PasbeqUMHUTBCA Ha HECKOJIbKO 4YacTell [ yMEeHbI-

eHUA IIOBEPXHOCTHOJ  9Hepruy, Koropas OOpaTHO
MPONOPIMOHA/TIbHA KBAJIPaTy Pa/jiyca HAHOYACTUIIBI.
Taoke OojblIoe  3HAYeHMe MMeeT  C/IeHYIOLUIT

(daxT, yCcTaHOBNEHHBII HamMyu B [22] 1o pesynbraram
KOMITBIOTEPHOTO MOfienupoBaHusi. B [22] 6pu1o BbLsCHEHO,
4TO B XOJi¢ HarpeBa HaHOKMacTepoB Cu,Au MpOMCXOAAT
TUNNYHBIE V3MEHEHMs B €ro CTPYKType, B pe3ynbTare
KOTOPBIX aTOMBI 30/I0Ta HAYMHAIOT IOCTEIIeHHO BBIPbI-
BaTbCs U3  YS/IOB  KPUCTA/UIMYeCKOit — pemetku L1,
U 3aHUMaTb 0oJiee BBITOJHbBIE C 9HEPreTUYECKON TOYKM
3peHuA (IpM [JaHHOU TeMIeparype) MO3MULIUY, YTO HOCUT
HasBaHMe Iepexofia «IIOpARoK-6ecnopAnok». To ectTs, ecmn
Makpockomdecknit o6paser; Cu,Au paBHOBECHO Harpe-
BaTh, TO TIPU TeMmIlepaType HIpKe 663 K crmap mmeer L1,
noctpoeHne aromos. Ilpm Temmeparype 663 K cmmas
Cu,Au cxkaukom MeHseT cBoe cTpoenue Ha [TK
C PpaspylIeHHbIM AaTOMHBIM pacIpefie/ieHneM, Ipu KOTO-
pom HAaOIODaeTCs TOMbKO YeTKMIT OIVOKHUIL TIOPAJOK,
a B JAJIbHUX KOOPAMHALMOHHBIX cdepax mopsapox ITIK
IIOCTPOEHNA CWIbHO HApylleH, IIpudeM aTOMbI Mefu
U 30710Ta pacHpefie/NieHbl 10 y3/1aM TPaHeleHTPUPOBaHHOM
KyOM4YecKOl pelleTKM IpOM3BONbHO. IIpy nmanbHelieMm
HarpeBe HeymopsapgodeHHas [TIK  ¢asa  ocraerca
B paBHOBECMM) [O TeX IIOp, IOKa He NOCTUTHET TeMIle-
parypnl IabneHus. OpHako B [22] 6bUIO IIOKa3aHO,
YTO C HATbHENIINM POCTOM TeMIIepaTypbl IepBOHAYAIbHO
OJHOPOJHBIN XMMMYECKMiT cocTaB HaHovactul Cu-Au
Ha4yMHAeT M3MEHATBbCA BCIENCTBIE IPOIeCcca BBITECHEHNSA
aTOMOB AU B IIOBEPXHOCTHOI C/IOi, IpU4eM CKOPOCTb
Ipollecca Cerperauy yBeIUYMBAETCA C TeMIIEpPaTypoli,
YTO MOATBEPXKAeTCsi aKcrmepumenrtanbHo [23]. Iloato-
My MOXKHO 3aKJIIOUNTb, YTO IIPOLIECCBI aTOMHOTO
IepeMeIlNBaAHNA U Pa3felleHNsA OIpPeNe/ATCA MHOTVMMUI
¢daxTopamMy. OTO M MMHUMM3ALUA IOBEPXHOCTHON 9Hep-
I'MY, YMEHbIIEHUe BHYTPEeHHMX HampsDKeHmil, addex-
TUBHOCTb AaTOMHOJ YIIAaKOBKM JI Ha/ln4dye OIpeelleHHON
CTPYKTYpbI, YTO MOXKET CHeJlaThb Oojiee SHepreTUdecKn
BBITOIHBIM Au-Au mnu Au-Cu B3auMo/ieiiCTBUA.

Kak y>xe roBOpmmoCh BbIIE, SHEPTUA CBA3M METHBIX
aTOMOB IIpY Ma/bIX pa3Mepax HAHOYACTUI] OKa3bIBAETCA
Oonbllle 4YeM Y aroMoB 30/0Ta. JlaHHasd TeHJeHLUA
Habmofaach HaMM I dYacTul HaHocimaBa Cu-Au,
copepxamux 6omee N>400aToMOB, 13-3a I€TO yBeIMYeHme
KOHLIEHTPAly BHEJIPEHHBIX aTOMOB Au B HaHOK/IAcTepe
Cu npuBOAMIO K NMVMHETHOMY YMEHBIIEHNMIO TeMIIepaTyphl
IUIaB/IeHNs HaHocIutaBa [22]. ITosToMy mpu umMeromeiics
B MOfIeIbHON cucTeMe Temmeparype kmactep Cu-Au
daxTdecky OyzieT IPeACTaBIATb COOOI JaCTUIY C MEIHBIM
LIEHTPOM U IIOBEPXHOCTBIO OOOTaIlleHHOI aTOMaMU 30710Ta
(Puc. 2). CnemoBarenbHo, 4eM OOJIbllle MEIHBIX aTOMOB
Oymetr B OunapHoit HaHowacturie Cu-Au, TeM MeHbIe
aTOMOB 30710Ta OyHeT Ha ee IOBEPXHOCTU, YTO IIPUBOJUT
K YBE/INYEHNIO BEPOATHOCTY COXPaHEHNA COeNVHVBIINXCA
IIpM  XaOTMYECKOM [BIDKEHUV IIePBUYHBIX K/IACTEPOB
B eVHYI0 HAHOYACTUILY.
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B manpHeiimeM Ipoweccsl KoaneceHym (CIUIaB/IeHn)
KJIaCTePOB MEXJy 000/ IPaKTUYeCKU 3aBepIIAOTCA
M3-3a OTCYTCTBMSI HEOOXOFVMON [JIsI 9TOTO BBICOKOTO
3HAUYEHUS TEII0BON SHEPTUN Y HAYMHAIOT IIPE€BAINPOBATDH
IIPOLECChI AIJIOMepPALMM M/IM IIPOCTOTO CAMIIAHMS YacTuL
MeXAy co60il M TaKue IPOLECChl MPOVCXOAIT Hambosee
yCIIeITHO, KOrga Ha ONM3Koe pacCTOAHUE IOAXOHAT
aTOMBI OJHOTO COPTa, B JAaHHOM ciaydae memn. Hecmorps
Ha CIy4alHbIl XapaKTep J[aJbHEMIINX IIPOLECCOB arylo-
Mepauuy, npu 6onee Huskux temneparypax (T'=650 K)
[aHHas TeH/leHLMsI BCe JKe coxpansiercs (Puc. 3), uto Mox-
HO ellle CBA3aTh U C IIePECTPONMKON K/IaCTEPHONM CTPYKTYPbI
B HampapjeHnn Oojiee PABHOMEPHOIO pacIpefeeHus
B YaCTUIE€ aTOMOB 30/10TA ¥ MEJM, IIOBBIIIAIOLIETO SHEPTUIO
CBA3N IIOBEPXHOCTU.

Puc. 2. (Color online) Knacrep Cu,Au pasmepom N=1061 atom
(t=5.0 HC). ATOMBI 30710Ta TIOKa3aHbI KPACHBIM IIBETOM.

Fig. 2. (Color online) Cluster Cu,Au with N=1061 atoms (¢=5.0 ns).

Gold atoms are red.
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Puc. 3. Pacipenienienne CMHTe3MpPOBAHHBIX K/IACTEPOB IO pasMepy
IS pasHbIX XMMMUYECKUX KOMIo3ummii (t=7.5 Hc).

Fig. 3. The size distribution of the synthesized clusters for different
chemical compositions (£=7.5 ns).
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4, 3aKnrouyeHne

B mnpepcraBieHHoit paboTe MeTOZOM KOMIIBIOTEPHOTO
MOJIe/IVIPOBAaHNUA UCCIENOBAJICS IIPOLIeCC CYHTe3a OMHAPHBIX
Ha”odactuy, Cu-Au u3 rasosoit ¢aspl. IIpu mposemeHun
YJC/ICHHBIX 9KCIIEPYMEHTOB HaO/Mofanach KOHJIeHCAlVs
JKMIOKUX Kallelb "3 TOpAYEro rasa BBICOKOI IIJIOTHOCTU,
KOTOpbIE 3aT€M KpPUCTA/UIN3VPOBA/INICh B II€PBUYIHDBIE
YaCTHIBI HAHOMETPOBOIO pasMepa 1 Jajee 00beAUHANNCH
MexJly co60il B 60J1ee KpyIIHble 0Opa3oBaHMUA.

[Ipn MopenupoBanuy Oblla HalijileHa 3aBUCHMOCTD
MEXJy 4YUCIOM 00pasyIoluXca KIacTepOB U IIpMMeHse-
MbIMI HaYa/IbHbIMI YCIOBVAMM, a VIMEHHO ITPOLIEHTHBIM
cofiep>KaHMeM aTOMOB 30JI0Ta B IIEPBUYHOIN ra30BOM Cpefie.
JaHHBII (aKT O3HAYaeT, YTO MCIIOIb30OBAHNE Pa3/IUMYHON
KOHLIEHTPAllMJ ~ HAYa/IbHOTO  pACIpefeNeHNsI  aTOMOB
MeIy U 307I0Ta B MOJEMNMPYEMOM HIPOCTPAHCTBE MOXKET,
B IpMHIVIIE, KOHTPOIMPOBATh IIPOLECCl 00pa3oBaHMA
x1actepoB Cu-Au m3 razoBoil ¢asbl ¢ HEKOTOPBIM, 3afjaH-
HBIM 3apaHee XVMIIEeCKIM COCTaBOM I Pa3MepOM.
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