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AHHOTanusi: MeToJJoM MOJIEKYJSIPHON TMHAMUKU MPOBEIeHA MMHUTAIUS Mpoliecca CUHTE3a
U3 BBICOKOTEMIIEpAaTypHOH ra3oBoil (as3sl HaHokmactepoB Cu-Au. B kadecTBe HayambHOU
KOHUTypauu ObUTH uconb3oBaHbl 91124 atromoB Cu u Au, pacmoIOKEHHBIX XaOTHYHO B
IPOCTPAHCTBE C Pa3HbIM IIPOLEHTHBIM COOTHOLIEHHUEM. 3a OCHOBY HCIOJIb3yEMOM
KOMITBIOTEPHOW MOJENIN CHUHTe3a U3 Ta30BOM (a3pl OblIa B3ATa HKCHEPUMEHTaJIbHAas
ycTaHoBKa, Haxomsmasicss B Mucturyre saepHoi ¢usuku um. ['U. Bynkepa CO PAH. Ha
0a3uce MOJIyYeHHBIX JTAaHHBIX CIEJIaHbl BBHIBOABI O PEAIbHOM XMMHUECKOM COCTaBE KJIacTEepPOB
Ha KOHEYHOH craauu ¢opmupoBanus. [lokazano, 4ro kiactepsl ¢ pazmepom 6oiee 400-500
aTOMOB MPHUAEPKUBAIOTCS 33JIaHHOTO IIEJIEBOTO COOTHOILIEHUS, MAKCUMAJIbHBIE OTKJIOHEHHS
OT Hero (HUKCHPOBAJIMCH TOJBKO Yy AaTOMHOTO Tapa CTEXHMOMETPHYECKOro cocraBa. B
OCTAJIbHBIX CIIy4asiX ¢ COKpAaIIeHHEM MPOLIEHTHOTO COJEPKaHUsl aTOMOB 30J0Ta B HCXOAHOM
nape MpPOUCXOJIMIO YMEHBIIEHUE OTKIOHEHUH KJIAcTEpOB OT 3aJaHHOIO IIEJIEBOTO COCTAaBa.
Omnpeneneno, 4To MPUYMHON ATOTO CTajo0 pa3HOE KPHUCTAJUIMYECKOE CTPOCHHE MOTYyYEHHBIX
IIPU MOJIETIMPOBAHUM HAHOYACTHII.
Knrouesvie cnosa: HanomexHonocuu, HAHONOPOWIKYU, KOMNbIOMEPHOE MOOeIUposanue,
HOMEHYUAN CUTbHOU CE53U, HAHOYACMUYbI, MeOb, 30]I0MO.

1. BBenenne

KomrmbroTepHbie UcCCienoBaHus BO MHOTHUX CIIy4asX MOTYT CTaTh OYEHb
3G ()EKTUBHBIM  COCOOOM  M3YYEHHS IIEJIOT0  psga METOAMK CHHTE3a
HAHOYACTHUII, JAIOIIUM BO3MOXXHOCTh OIIEHKH BIUSHUS TE€X WIW HHBIX
TEXHOJIOTHYECKHX IMapaMeTPOB Ha pasMmep, PopMy U XUMHUECKYI0 KOMITO3UIIAIO
nojyyaemMoro Ha"Homatepuana. HecomMHEHHO, 4YTO co3jgaBaemas MOJAEHb WU
COOTBETCTBYIOIIAss KAueCTBEHHAs M KOJIMYECTBCHHAs OIEHKAa IPOIECCOB
dbopMHpPOBaHUS TOJDKHBI TECHO KOPPEIUPOBATh C JAHHBIMH CIIEKTPOCKOIIHH,
AJIEKTPOHHONH MHUKPOCKONIMM W  3aKOHaMHM  (yHIaMEHTIbHOW  (hHU3UKO-
XUMHUYECKON KMHETHUKHU [1-5].

B npoTuBOMONI0KHOCTS K OOBIYHBIM XUMHUYECKUM CITIOCO0aM CUHTE3a, MPU
MPOU3BOJICTBE HAHOYACTUI[ M3 Ta30BOM cpefbl OONbIIOEe 3HAYCHHE HMEET
KOHKYPEHIIUS MEXIy TEPMOAMHAMHUYECKUMU M KHUHETHYECKUMHU (PaKTOpamH,
HaOmoMaemMasi TP UMEIOIMIEMCS B JIaHHOM METOJMKE CBEpXOBICTPOM
OXJIAKJICHUH B PEAKIMOHHOW 30HE HCXomHoro mapa. CrencTBUEM TaKou
KOHKYPEHITUH SIBJISIETCS YaCTO€ 00pa30BaHME METACTAOMIBHBIX, 10 OTHOIICHUIO
K I[eJICBOMY XHMHYECKOMY COCTaBy WJIH KPUCTAJUIMUYECKOU CTPYKTYpE,
coctostHui. Kpome 3Toro mpu JaHHOM CrocoOe MPOM3BOJICTBA MBI MOJTy4YaeM
HAHOYACTHIIBI B MIX «YHCTOM» BHJIE, TO €CTh 03 000JIOYKH W3 JIMTAHI0B WA
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UHBIX TPOAYKTOB XHWMHUYECKHX pPEaKlUid, YTO JaeT BO3MOXKHOCTh Ooiee
HAIJISJTHO MCCJIEIOBATh OCHOBHBIE MPOIIECCHl HYKJI€AIlMH U POCTa.

Eme onHoit mHTEpecHOW OCOOEHHOCTHIO Ta30(ha3HOrO CHHTE3a MOYKHO
CUMTATh TO, YTO 3TOT MPOIECC SABISIETCS YCIOBHO HeNpephiBHBIM. Eciu mpu
XUMHUYECKOM  Croco0e TMPOM3BOJCTBA HAHOYACTHI] UX (HOPMHUPOBAHUE
3aKaHYMBAETCA CTagueld CO3JaHUS TEPMOAMHAMUYECKH YCTOWYMBBIX YacCTHII,
OOBIYHO CTPOTO OMNPEACIIEHHOTO CPETHEro pa3Mepa, TO B Clydyae CHHTE3a U3
razoBol cpenbl, BapbUpys Ta30JWHAMHUYECKUE TOTOKH, YAAETCS TMOIydaTh
HAHOYACTHUIIBl B OYEHBb HTUPOKOM JUAINA30HE Pa3MEPOB.

B npexacrtaBneHHol paboTe Mbl CKOHIICHTPUPYEMCSI HA aHAIIM3€ METOAaMuU
KOMIBIOTEPHOTO MOJICTUPOBAHUS TOJIbKO OJHOW M3 TpoOJieM MPOU3BOJICTBA
OMHAPHBIX HAHOYACTULl Cu-Au TPU CUHTE3€ U3 BBICOKOTEMIIEPATypPHOU ra30BOM
¢da3pl, a UMEHHO HUX IIEJIEBOr0 CocCTaBa. BrepBbie Ha OCHOBE JOCTATOYHO
CIIOHOTO I  MOJEIMPOBAHUA  OOJIBIIUX CHUCTEM  MHOTOYaCTUYHOIO
MOTEHIMAa CWJIbHOW CBA3M OyJeT NPOBEICHO IMOJAPOOHOE UCCIEeIOBAHUE
3aBUCHUMOCTH TIPOLIECCOB aTOMHOIO YNOPSAMOYEHUs YacThll Cu-Au  OT
KOHIICHTPAIIMM aTOMOB 30JI0Ta B MOJEJIbHOU cpene. Ha OCHOBE MOJIy4eHHBIX
JAHHBIX [JIAHUPYETCS ClIeNIaTh BHIBOABI 00 0COOCHHOCTSIX (DOPMUPOBAHUS TAKUX
YaCcTHUIl, UX PEAJTbHOM XHUMHUYECKOM COCTaBE, a TaKXKE OOBSICHUTh OCHOBHBIC
MEXaHU3Mbl O00pa3oBaHUsl OWHAPHBIX HAHOYACTUL] Cu-Au TIPU OCAXKIACHUU U3
ra3oBOM CpEIbL.

2. KomnbrorepHast MoJeJIb

3a OCHOBY MCIIOJIb3YEMOW KOMIBIOTEPHOM MOJEIM CHHTE3a W3 Ta30BOM
¢da3bl ObuTa B3sSITA HKCIIEpPUMEHTAIbHAS YCTAaHOBKA, Haxoxsmascs B MHcTuTyTe
anepHoit pusuku um. .M. bBynkepa CO PAH (r. HoBocuGupck). Jlannas
METOJMKA  OCHOBBIBAETCS Ha  HCHOJIb30BAaHMM  JUIsl  peau3aluu
BBICOKOTEMIIEPATYPHBIX XUMUYECKUX PEAKIUH MOLIHOTO IMy4YKa 3JIEKTPOHOB C
SHEPrUel Ha «PEJSITUBUCTCKOM» YPOBHE, HUCTOYHUKOM KOTOPOTO SIBJISIETCS
ITPOMBIIJIEHHBIM YCKOPUTEND 3JIEKTPOHOB HENPEPBIBHOI'O JIEUCTBUS C SHEPrUEH
1,4 M»sB. Ilpu 3TOM 3J€KTPOHBI ABUKYTCS C PEISITUBUCTCKUMHU CKOPOCTSIMU, U
JUIMHA WX CBOOOJHOro mpodOera B BO3AyXe JOXOAUT JO 6 METpOB.
KoHLIeHTpalss MOIMHOCTH MOXKET JOCTHraTth 5 MBT/cM?, 4TO MO3BOJISET
MEePEBOJIUTH B ra30BY10 (pa3y JroObIe TYroIUIaBKUE BEIECTBRA.

OpHako W3-3a TOTO, YTO peakuuu (GOPMHUPOBAHUSA YACTHULl MPOUCXOIAT,
KaK MpaBWjiO, B HAHOCEKYHIHOM MHTEpBaJieé BpPEMEHHU, a pa3Mephl
OOBEAUHSIOIINXCS HAYAJIbHBIX ()PArMEHTOB JieXKaT B HAHOMETPOBOM JIMaIa30He,
HKCIIEPUMEHTAJIbHBIN aHAM3 MPOUCXOISAIIMX MPU 3TOM MPOLIECCOB SIBIAETCS
JIOBOJIBHO 3aTpyAHUTENbHBIM. C NIpyroil CTOPOHBI, TEOPETUUYECKOE OIMHUCAHUE
mpoiiecca KOHJIGHCAIIMU TaKKe MPEACTABISIET CO00M CIOXKHYIO 3a7a4y, TaK Kak
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qacTUIbl (DOPMUPYIOTCSI B SIBHO HEPABHOBECHBIX YCIOBHUSX C 3aBUCHMOCTHIO
(bU3BUKO-XMMUYECKHX CBOMCTB OT pa3Mepa HaHOYACTHIIBI.

Pemenne nanHO# mpoOsieMbl MOXKET ObITh HaWIEHO C KCIOJIb30BAaHHUEM
KOMITBIOTEPHOTO ~ MOJENHpOBaHuA.  HecMoTps  Ha  NpPUHIMIHAIBHYIO
BO3MOXKHOCTh, Pa0OT MO KOMITBIOTEPHOMY aHaJu3y MpoIeccoB GOPMHUPOBAHUS
HAHOYACTHUII, MPOTEKAIOIIMNX MPU TAKOM CHUHTE3€, U3BECTHO OYEHb MAJIO, YTO
CBA3aHO CO CIOXHOCTBIO NPOMCXOIAIIMX peakuu. Hamm mnpumensercs
COOCTBEHHAasT ~ METOAMKAa  KOMIIBIOTEPHONH  WMHTAUMd  (HOPMUPOBAHUS
HAHOKJIACTEPOB M3 BBICOKOTEMIIEPATypHOM Tra30BOM CpeIbl, MO3BOJISIIOLIAS C
OOJBIION CTENEHBIO JOCTOBEPHOCTH IMPOTHO3UPOBATH BO3MOKHBIE PE3YNbTATHI
CUHTE3A.

B nanHOil paboTe MBI TOPOBEIEM aHAIM3 HEKOTOPBIX IPOILIECCOB,
IIPOUCXOMSIINX TP COBMECTHOM KOHJIEHCALIMX aTOMOB 30JI0Ta U MEIH METOZIOM
MouiekyJisipHoi auHamuku (M/]) Ha ocHOBe MOAMGUIIMPOBAHHOTO MOTEHIIHAIIA
CWIBHOM cBsi3U [6]. Monenupyemasi HaMu 00J1acTh nMena KyOudeckyro GopMy
muHOM rpanu B 1350 O0poBcKHX paauyca U colepikaja B OOLIEH CIOXKHOCTH
91124 aromoB Meau U 30J0Ta, PABHOMEPHO PACIPEEICHHBIX B IPOCTPAHCTBE.
Havanbnas Temmnepatypa Obuia 3agana 7, = 1000 K, 4to cooTBeTCTBYET CTaauu

TPAHCIIOPTUPOBKH aTOMOB HCIAPEHHBIX BEIIECTB Oy(EepHBIM razoM B KaMepy
CUHTE3a. YPaBHEHUS JIBIKCHHUS aTOMOB pEIAUCh Ha OCHOBE CKOPOCTHOM
cxembl Bepie ¢ marom wHTerpupoBaHus k=1 dc. Jas oxmakaeHus ra3oBoM
CMecH 10 TeMIieparypsl >kujakoro aszora (7'=77 K) npumenscs tepmocrtar
AHzepceHa ¢ (UKCHUPOBAHHBIM TEMIIOM OTBOJIa TEIUIOBOM SHepruu. bojee
OAPOOHO O METOJIUKE ITPOBEACHHOT'O MOJISIUPOBAHUS U3JI0KEHO B [7, 8]

3. Pe3yabTaThl M 00CyKIeHUE

OcHOBHOM pemraeMoil HaMHM 3aJadyeil ObUIO OMpeAcICHUE BIUSHUS
HMCXOJHOIO COJEp)KaHUS AaTOMOB 30JI0Ta B Ta30BOM CpElAe Ha peaIbHBIN
XUMHUYECKUH COCTaB CHUHTE3UPYEMBIX HAHOYACTHL Cu-Au. J{aHHBIA BOIPOC
MMEET OYEHb OOJIbIIIOE 3HAUCHHE JIJIsi TPOOJIEMATUKU TTOTYYEHUs] HAHOYACTHI] C
TpeOyeMbIM TPOILICHTHBIM COAEPKAHUEM TOrO0 WM HHOTO XHMHUYECKOTrO
areMeHTa. B OCHOBHOM Takue OWHAapHbIC HAHOYACTHIIHI CO3/Ial0T CMEIIMBAHUEM
MPEKYpCOPOB B  OMNPEICICHHOM MPOMOpPLMH, HO JaXe B OTOM CIydae
HaOJIIOMaeTCsl BBICOKAsk HEOTHOPOJHOCTh IO COCTaBY KOHEUHBIX HaHodacTuil. B
Ka4yeCcTBE MNpuMepa IMpHUBEAEM JaHHbIE [9] 1O XMMHYECKOMY TOJIYYECHHIO
HAHOYACTHUIl C UEJIEBBIM COCTaBOM Au,Cu W AuCu,. Tak 151 HAHOYACTHI] C

LEJIEBbIM COCTaBOM Au,Cu OBUIO 3a(UKCHPOBAHO JOCTATOYHO XAOTUYHOE

MIPOIICHTHOE COJIEP)KaHMS aTOMOB Meau, 0e3 Haaudus SBHOW 3aBHCUMOCTH OT
pasMepa. A HMEHHO cojepkaHue Cu HU3MEHsJIoCh oT 6 g0 23 ar.% mns
OMHAPHBIX YaCTHI] Pa3MEpOM JI0 8§ HM CO CPEIHHUM IIPOIICHTHBIM COCTaBOM
paBHbIM 11 £3 ar.% Cu.
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I/ISY‘{CHI/IG CUHTC3UPOBAHHBIX XWMHWYCCKHUM crrocobom HaHO4YacCTHul C
HHBIM [EJICBBIM COOTHOMICHUEM AuCu,, TAKXKC HEC CMOIJIO OIPCACIUTh YETKHUX

3aBUCUMOCTEN MEX]ly pa3sMEPOM U COCTAaBOM, HO 3/1€Chb HAHOYACTHIIbI OKa3aJINCh
3HAYUTENbHO OOOTAIICHBI 30J0TOM, MO CPAaBHEHHIO C HOMHUHAJIBHBIM COCTaBOM
npekypcopoB. Haiinennass xumudeckass kommo3unus Obuta Mexay 8 u 19 ar.%
Cu CO CpelHUM cojepxxkanreM 12 + 2 at.% Cu AJi1 HAHOYACTHUL C Pa3MEPOM J10
26 HM. Ilo pesynapTaraM MNPOBEACHHBIX AKCIEPUMEHTOB B [9] ObLI chaenaH
JIOCTATOYHO HEOXKHUJAHHBIA BBIBOJ O TOM, 4YTO COJEpXaHUE MeAu B
HAaHOYAaCTULAX Cu-Au , 1O BCEM BUAMMOCTH, OTpaHuueHO BennunHou 11-12 at.%
Cu. ClenoBaresbHO, HE3aBUCUMO OT PEAJBHOIO IEPBHUYHOIO COCTaBa
IPEKYypCOpPOB, KOHEYHBIA COCTAaB MOJYyYEHHBIX XHMHUYECKUM CIOCOOOM
HAHOYACTHII BceTaa OJM30K K Au,Cu [9].

Takoit pe3yabTaT MOXKET OBITh OOBSICHEH Ha OCHOBE KHHETHKHU PEaKIuil B
HaHo4yacTulax Cu-Au . CUHTE3 COeAUHEeHUsI Cu-Au 1O MeToay [9] 3akitouaeTcs B
MPOTEKAHUM TUIMYHBIX PEAKIMN CICAYIOIIEr0 BUAA: Au(aq)™ +3e” — Au(s)’ W

Cu(aq)™ +2e~ — Cu(s)’. OKHUCIUTEILHO-BOCCTAHOBUTEIILHBIN MOTCHIIAT
(Au’*/ Au) mepBoM peakumeH, paBeH +1,50 B. Jlnsg peakuun BOCCTaHOBICHUS
MOHOB Cu COOTBETCTBYIOIIMH TMOTEHIMAN (Cu’"/Cu) paBeH +0,34 B.

OKUCITUTENBHO-BOCCTAHOBUTENBHBIA ~ MOTEHUHUAT  BOCCTAHOBJIIEHHUS  HMOHOB
Au(lll) BpIIE, YeM y WHWOHOB Cu(ll), TOPTOMYy HOHBI 30JI0Ta JIETYE
BOCCTAaHABIIMBAIOTCA B  MeTayuimdyeckom  Au(0), YeM HOHBI MEIu B
MetammyeckoM Cu(0). CrmenoBaTenbHO, CBEPXMEIIKME HAHOKIACTEPHI 30JI0Ta
MOTYT OBITb OOpa30BaHBI €II€ 10 MOMEHTA, MOJHOTO BOCCTAHOBJICHUS MOHOB
M, YTO U MOXKET CIYXHUTh OOBICHEHHUEM TpPYJIHOCTEeH B (HOPMUPOBAHUU
OMHApHOTO CIUIaBa 30JI0Ta M MEIU ONPEACIICHHOTO I1IeJIEBOr0 COCTaBa B
YCIOBUSIX XHMMHYECKOTO CHHTE3a C OTUMH mOpekypcopamu. OcTaBummecs
HEHCIIOJIb30BAHHBIMU B PEAKIMAX AaTOMbl MEIA 3aT€M  OKa3bIBAIOTCS
CIOCOOHBIMM K (OPMHUPOBAHMIO MaJbIX Cu HAaHOYACTHI], (UKCUPYEMBIX
AKCIIEPUMEHTAIIBHO [9].

OpnHako MCMOIB30BAHUEM (PU3UYECKUX METOJUK CO3JaHUS HAHOYACTHI]
Cu-Au  MOXKHO TIPEOJIOJIETh HECIOCOOHOCTh XHWMHUYECKHX CIIOCOOOB K
MPOU3BOJICTBY OWHAPHBIX HAHOYACTHI[ C TpeOyeMBbIM IIEJEeBBIM cOcTaBoM. B
KauecTBe MpUMeEpa PacCMOTPUM HECKOJBKO PabOT, KaK TEOPETUYECKUX, TaK U
skcriepuMeHTanbHbIx. B [10] MJI MomenupoBanneM Ha ocHoBe bond-order
MOTEHITNAIA TAKXKe OBLITN MTPOAHATU3UPOBAHBI OCOOCHHOCTH CUHTE3a U3 Ta30BOM
cpelbl, HO Ha mpumepe HaHouactul SiC,. @opmupoBaHue SiC, KIACTEPOB
M3y4YaJoCh IPU PA3JIUYHOM HAYAIBHOW IUIOTHOCTA aTOMHOIO TMapa |
CUHTE3UPOBaHHbIE Ha (UHAJIBHOW CTaJMM YaCTUIIBI B OCHOBHOM HWMEIHU
CTEXMOMETpUYECKUM cocTaB. B skcriepuMeHTanpHOM padoTe [9] HaHOYACTHIIHI
Cu-Au , ObUTH TIOMyYEHBI JIA3€pHOM NETIO3MIMEeH Ha TPauUTOBYIO MOJJIOKKY.
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AHanu3 CIEKTPOB MOKa3zal cpeliHee cojepkanue atomoB Meau 20 + 1 ar.% B
oOpasIie ¢ IeJeBbIM COCTaBOM Au,Cu W 73 £ 3 ar.% B oOpasie c IeJeBbIM

COoCTaBOM AuCu, . KpOMC 3TOro Onlia AJOCTUTHYTA OYCHb MaJlasd IOUCIICPCHA

3HAUYEHUH CpEAHUX MapaMeTpoOB KPHUCTAUIMYECKOW pemeTkn Cu-Au. ITO
O3HA4aeT, 4YTO B IMPOLECCEe TAKOrO0 CHUHTE3a Oblla OCTHIHYTa BBICOKAs
OJTHOPOJHOCTb COCTaBa OMHAPHBIX HAHOYACTHII.

Coaepxxanne atomoB Cu, %
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Yuciio aToMOB
Puc. 1. IlpoueHTHOE colep)kaHHE aTOMOB MEAW B OWMHApHBIX HaHouyacTunax Cu-Au TIpU
pa3IUYHON XMMHYECKON KOMITO3UIIMM MCXOAHOW Tra30BOM CMeCH. AHAlW3 MPOBEJICH Ha
KOHEUYHOU cTaguu MoAenupoBaHus. [[yHKTUpHBIMU JIMHUSIMH TTOKa3aHO CPEHEE COAECPKaHUE
aTOMOB MeJU B HaHOYacTUll Cu-Au TPU Pa3INYHBIX LEJIEBBIX COCTABaX.

Ha puc. 1 mnoka3zanbl [aHHbIE YX€ HaIIEro KommbooTepHoro MJ]
MOJICJIMPOBAaHUs IMPOLECCa CUHTE3a HAHOYACTUL Cu-Au W3 Ta30BOM CpEabl
OTHOCHUTEJIHHO TIPOILIEHTHOTO COJEPKaHUsI aTOMOB MM B C(HOPMHUPOBAHHBIX TIO
JTAHHOW METOJIMKE KJacTepax C MEJIEBbIMH COCTaBaMU Cu, Aug,, Cu,,Au,,,

Cu,Au,, U Cuy Au,,. AHaIU3 pUCYHKa | TMOKa3bIBa€T IOCTATOYHO OJIM3KOE

CoJIep)KaHWEe aTOMOB MeIu K TpeOyeMbIM II0 YCIOBHSAM JKCIEPUMEHTA
sHaueHusIM: 46,50 aT.% s neneBoro cocraBa 50% (otkinonenue 3,50%), 57,87
at.% nns neneBoro cocraBa 60% (otkimonenue 2,13%), 71,59 ar.% nna
neneBoro cocraBa 75% (otkinonenue 3,41%) u 89,81 ar.% s ueneBoro
coctaa 90% (otkmonenue 0,19%). Tak ke MOXHO OTMETHUTh, YTO
MIPUBEACHHBIC JaHHBIC KOMIIBIOTEPHOTO KCIEPUMEHTA MO CHUHTE3y OMHApHBIX
HAHOYACTHUIl Cu-Au W3 Ta30BOM Cpeabl COTJACYOTCS C pPe3yJIbTaTaMH
AKCIIEPUMEHTATILHOUN padoThl [9] mis ciydas Cu,Au (73 £ 3 at.%).

OnHako SIBHYIO KOPPEJSILHIO MPOLIEHTHOTO COAEp>KaHUsi aTOMOB MEIH B
HCXOJTHOM TIapOBOM cpelie M B KOHEUHBIX KJIACTEpaxX BCE K€ OOHAPYXKUTh HE
yaanocb. Ho B xoae aHaim3a mogoOHOW B3aUMOCBSI3M ObUIO HaWIEHO, YTO
MaKCHMAaJIbHbI€ OTKJIOHEHHUSI OT TpeOyeMOoro IO YCIOBUIO JKCIEPUMEHTa
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OciacBOIro cocCraBa ObLIN Ba(i)HKCHpOBaHBI A Cu-Au  KIJIACTCpPOB HMEHHO CO
CTCXHOMETPHUYCCKUMU COCTaBaMU CuAdu U Cu,Au . Mel cyuTacM, 4To HquHHOﬁ

TAKOr0 HEOXKMIAHHOIO pE3yJbTaTa CTaJ0 KPUCTAJLUIMYECKOE CTPOCHUE
IIOJIYYEHHBIX IIPU MOJEIMPOBAHMM HAHOYACTHIl. XOPOILIO HM3BECTHO, YTO NPH
OTHOCHUTEJNIBHO MAJIBIX TEMIIEpaTypax MAaKPOCKOIMYECKUE CIUIABbl  Cu-Au
00pa3yloT TeTparoHajIbHYI CBEPXCTPYKTYpPY Ll, JUIl CTEXUOMETpUU Cudu W

KyOMYECKYIO0 CBEPXCTPYKTYPY L1, JUIsi CTEXHOMETPUU Cu, Au . OJJHAKO CILIaBHI C
XUMHYECKUMH COCTaBaMU Cu,,Au,, U Cu,,Au,, TAKUM CTPOCHUEM HE 00JaIaloT.

IIo Bcen BUIAMMOCTH, HMCHHO 3TOT (1)aKT N UrpacTt KIHYCBYIO pPOJb B
00BACHEHUH PE3YIbTATOB IIPOBCACHHOI'O KOMIIBIOTCPHOI'O aHAJIN3a.

4. 3axkioueHue

3amaya TOJYYECHUST HAHOMOPOIIKOB METAJUIOB W CIUIABOB PEIIACTCS B
MUPOBOM HAayKe U MPAKTUKE PA3IUYHBIMH CIIOCOOaMHU. YCIOBHO OTHECEM K
MEepBOM TPYIIEe U MEPEUUCIUM Haubojiee pacHpOCTPAHEHHBIE W3 METOJOB, B
KOTOPBIX MPUHUUNHAIBHBIM SIBJISETCS 3HAYUTENbHBIA HarpeB pearupyrommx
Cpel: THUPOTEHHbIA CHHTE3, IUIA3MOXMMHWYECKUHA CHUHTE3, CHHTE3 C
MCMOJIb30BAHMEM MOIIHOTO JIA3€PHOTO MU3IYYEHHUS, TEPMUUYECKOE Pa3JI0KEHUE
win (M) BOCCTAHOBJICHHE TMPEABAPUTEIILHO TOJATOTOBICHHBIX pPEareHTOB.
OO0muM TpU3HAKOM, OOBEAMHSIONIMM 3TH CHOCOOBI, SBJISIETCS MPOTEKAaHUE
OKHUCJHUTENbHBIX WM (M) BOCCTAHOBUTEJBHBIX PEAKIUA TPU OTHOCUTEIHHO
BBICOKHMX TemIiepaTypax. OTAelbHbIE TPYIIIBI IPEACTABISIOT TAKUE METOJIBI KaK
OCaXJICHUE W3 KOJUIOMIHBIX pPACTBOPOB, METOJ AJIEKTPUUYECKOTO B3pbIBA
MPOBOJHUKOB, MEXaHOXUMHUYECKUI CUHTE3, NETOHAIIMOHHBIN CUHTE3, U JIPyTHE
MEHEE PaCpOCTPAHECHHEIE.

Cunre3 u3 ra3oBoil (ha3bl SABIAETCS OAHUM M3 OCHOBHBIX (DH3MYECKUX
METOJIOB MOJYYEHHS] HAHOIMOPOIIKOB, UMEIOIUM MHOTO MpeumyiiecTB. Tak Ha
«JIOCTaBKY» HEPrUU B UCIAPSIEMOE BEIIECTBO HE BIUAIOT €r0 «ONTHYECKHUE
CBOIWCTBA — HAIIPUMEDP, JIA3€PHOE HU3IYUYECHHUE JOHKHO HMMETH OIPEICICHHYIO
JUIMHY BOJIHBI, YTOOBI PEaM30BBIBAJIOCH €ro IMOIJIOIIEHUE KOHKPETHBIM
BemiecTBOM. Takke B ciydae Jasepa oOpasyroluecs IMapbl 3a4acTylio
MPENATCTBYIOT MPOXOXKACHUIO Ja3€pHOr0 Jyda K IMOBEPXHOCTHU HCXOJHOIO
BEI[ECTBA M BCJEICTBHE 3TOro — ero 3¢ ¢dekTuBHOMY wHcmnapenuro. [lomumo
ATOro, IPEUMYIIECTBAMH HCCIEAYEMOTO MeEToAa SBISOTCA BbICOKM KII]
mpoiiecca, BCIEJACTBUE MPSMOTo IMpeoOpa3oBaHUs DJIEKTPUUYECKONW SHEPTUU B
TEIUIOBYIO0, @ TaKXKe «XHMHUYECKasi YUCTOTa» IyykKa SJIEKTPOHOB. B gaHHOM
pabore MeToaoM KoMIbioTepHOro M/ MoaenvupoBaHusi ObLT MpOaHATU3UPOBAH
PAIl aCTEKTOB TaKOTO ra3o(a3HOr0 CMHTE3a OTHOCUTEIHLHO OMHAPHON CHUCTEMBI
Cu-Au  Pa3IUYHOIO IeJeBOro cocrtaBa. [lo pe3ynbTaram mDPOBEIECHHOTO
YUCIICHHOTO MOJEJMPOBAHUS MOXXHO CJIEJaTh BBIBOJ O TOM, UYTO KJIACTEPHI C
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pazmepom Oosnee 400-500 aTomMOB, HE3aBUCUMO OT XHMHYECKOTO COCTaBa
UCXOJTHOM Ta30BOM CMECH, B OCHOBHOM NPHUAEPKUBAIOTCS 33JaHHOTO
XUMHUYECKOTO COOTHOIIECHHUS, OJHAKO MAaKCHUMAaJlbHbIE€ OTKJIOHEHHS OT HEro
(= 3,5%) ¢uxcupoBamuCh y aTOMHOTO Mapa CTEXHMOMETPHUYECKOTo cocTaBa. B
OCTaJIbHBIX CIIy4asiX C COKpallleHHE MPOIEHTHOTO COACpKaHUs aTOMOB 30JI0Ta B
HUCXOJHOM Tape MPOUCXOJUIO YMEHBIIEHUE OTKJIOHEHUH KIIACTEpPOB OT
3aJIaHHOT'O LIEJIEBOTO COCTABA.

Hccneoosanue svinonneno 3a cuem epawma Poccutickoco nayunoco ¢ponoa Ne 22-29-20018,
https://rscf.ru/project/22-29-20018/  npu  napumemnotl  UHAHCOBOU  NOOOEPICKE
Ilpasumenvcmea Pecnyonuxu Xakacus.

bubauorpagpuyecknii CiucoK:

1. Schulz, C. Gas-phase synthesis of functional nanomaterials: Challenges to kinetics, diagnostics, and process
development / C. Schulz, T. Dreier, M. Fikri, H. Wiggers // Proceedings of the Combustion Institute. — 2019.
—V.37.-1 1.-P. 83-108. DOI: 10.1016/j.proci.2018.06.231.

2. Mustonen, K. Gas phase synthesis of non-bundled, small diameter single-walled carbon nanotubes with
near-armchair chiralities / K. Mustonen, P. Laiho, A. Kaskela et.al. // Applied Physics Letters. — 2015. — V. 107.
—1. 1. - P. 013106-1-013106-5. DOI: 10.1063/1.4926415.

3. Feng, J. Toward industrial scale synthesis of ultrapure singlet nanoparticles with controllable sizes in a
continuous gas-phase process / J. Feng, G. Biskos, A. Schmidt-Ott // Scientific Reports. — 2015. — V. 5.
— Art. No 15788. — 9 p. DOI: 10.1038/srep15788

4. Zhang, X. Detection methods of nanoparticles synthesized by gas-phase method: a review / X. Zhang,
X.Zhao, H. Li etal. // Frontiers in Chemistry. — 2022. — V. 10. — Art. Ne 845363. — 11 p. DOL
10.3389/fchem.2022.845363.

5. Dvornichenko, A.V. Electromigration-induced formation of percolating adsorbate islands during
condensation from the gaseous phase: a computational study / A.V. Dvornichenko, V.O. Kharchenko,
D.O. Kharchenko // Beilstein Journal of Nanotechnology. — 2021. — V. 12. — P. 694-703. DOI:
10.3762/bjnano.12.55.

6. Cleri, F. Tight binding potentials for transition metals and alloys / F. Cleri, V. Rosato // Physical Review B.
—1993.-V.48. 1. 1. - P. 22-33. DOIL: 10.1103/PhysRevB.48.22.

7.Tadmuep, 10.51. Hekxotopeie HOBBIE pe3yiabTaThl MOAEIHPOBAHUS MPOIECCOB Ta30()a3HOTO CHHTE3a
nanouactun Cu-Au / F0.51. T'aduep, C.JI. Taduep, FO.A. Kynukoa // ®U3NKO-XMMUYIESCKHE aCTICKThI H3YUCHUS
KIIaCTepOB, HAHOCTPYKTYp M HaHomatepuanoB. — 2020. — Bem. 12. - C. 384-393. DOL
10.26456/pcascnn/2020.12.384.

8. Gafner, Yu.Ya The role of gold atom concentration in the processes of formation of Cu-Au nanoparticles
from the gas phase / Yu.Ya. Gafner, S.L. Gafner, D.A. Ryzkova, A.V. Nomoev // Beilstein Journal of
Nanotechnology. — 2021. — V. 12. — P. 72-81. DOI: 10.3762/bjnano.12.6.

9. Prunier, H. New insights into the mixing of gold and copper in a nanoparticle from a structural study of Au-
Cu nanoalloys synthesized via a wet chemistry method and pulsed laser deposition / H. Prunier, J. Nelayah,
Ch. Ricolleau et.al // Physical Chemistry Chemical Physics. — 2015. — V.17. — L. 42. — P. 28339-28346. DOL:
10.1039/c5¢p01491c

10. Erhart, P. Molecular dynamics simulations of gas phase condensation of silicon carbide nanoparticles /
P. Erhart, K. Albe // Advanced Engineering Materials. — 2005. — V. 7. — 1. 10. — P. 937-945. DOI:
10.1002/adem.200500119.

References:

1. Schulz C., Dreier T., Fikri M., Wiggers H. Gas-phase synthesis of functional nanomaterials: Challenges to
kinetics, diagnostics, and process development, Proceedings of the Combustion Institute, 2019, vol. 37, issue 1,
pp. 83-108. DOI: 10.1016/j.proci.2018.06.231.

2. Mustonen K., Laiho P., Kaskela A., Zhu Z., Reynaud O., et.al. Gas phase synthesis of non-bundled, small
diameter single-walled carbon nanotubes with near-armchair chiralities, Applied Physics Letters, 2015, vol. 107,

397


https://rscf.ru/project/22-29-20018/

Du3uko-xumuueckue acneKmul U3yueHus Kiacmepos,
Hanocmpykmyp u Hanomamepuanos. — 2022. — Boin. 14

issue 1, pp. 013106-1-013106-5. DOI: 10.1063/1.4926415.

3. Feng J., Biskos G., Schmidt-Ott A. Toward industrial scale synthesis of ultrapure singlet nanoparticles with
controllable sizes in a continuous gas-phase process, Scientific Reports, 2015, vol. 5, art. no. 15788, 9 p. DOI:
10.1038/srep15788.

4. Zhang X., Zhao X., Li H. et.al. Detection methods of nanoparticles synthesized by gas-phase method: a
review, Frontiers in Chemistry, 2022, vol. 10, art. no 845363, 11 p. DOI: 10.3389/fchem.2022.845363.

5. Dvornichenko A.V., Kharchenko V.O., Kharchenko D.O. Electromigration-induced formation of percolating
adsorbate islands during condensation from the gaseous phase: a computational study, Beilstein Journal of
Nanotechnology, 2021, vol. 12, pp. 694-703. DOI: 10.3762/bjnano.12.55.

6. Cleri F., Rosato V. Tight binding potentials for transition metals and alloys, Physical Review B, 1993, vol. 48,
issue 1, pp. 22-33. DOI: 10.1103/PhysRevB.48.22.

7. Gafner Yu.Ya. Nekotorye novye rezul'taty modelirovaniya protsessov gazofaznogo sinteza nanochastits Cu-
Au [Some new results of modeling the processes of the gas-phase synthesis of Cu-Au nanoparticles], Fiziko-
khimicheskie aspekty izucheniya klasterov, nanostruktur i nanomaterialov [Physical and chemical aspects of the
study of clusters, nanostructures and nanomaterials], 2020, issue 12, pp. 384-393. DOIL
10.26456/pcascnn/2020.12.384.

8. Gafner Yu.Ya., Gafner S.L., Ryzkova D.A., Nomoev A.V. The role of gold atom concentration in the
processes of formation of Cu-Au nanoparticles from the gas phase, Beilstein Journal of Nanotechnology, 2021,
vol. 12, pp. 72-81. DOI: 10.3762/bjnano.12.6.

9. Prunier H., Nelayah J., Ricolleau Ch. et.al. New insights into the mixing of gold and copper in a nanoparticle
from a structural study of Au-Cu nanoalloys synthesized via a wet chemistry method and pulsed laser deposition,
Physical Chemistry Chemical Physics, 2015, vol. 17, issue 42, pp. 28339-28346. DOI: 10.1039/c5¢cp01491c.

10. Erhart P., Albe K. Molecular dynamics simulations of gas phase condensation of silicon carbide
nanoparticles, Advanced Engineering Materials, 2005, vol. 7, issue 10, pp. 937-945. DOL:
10.1002/adem.200500119.

Short communication
ANALYSIS OF THE CHEMICAL COMPOSITION OF Cu-Au NANOPARTICLES DURING
SIMULATION OF THE PROCESS OF GAS-PHASE SYNTHESIS
Yu.Ya. Gafner, D.A. Ryzhkova
Katanov Khakas State University, Abakan, Russia
DOI: 10.26456/pcascnn/2022.14.391
Abstract: The process of synthesis of CuAdu nanoclusters from a high-temperature gas phase was
simulated. The molecular dynamics method was employed, 1124 Cu and Au atoms were used as the
initial configuration. The computer model of synthesis from the gas phase was based on an
experimental setup located at the Budker Institute of Nuclear Physics SB RAS. On the basis of the
data obtained, conclusions were made concerning the real chemical composition of clusters at the final
stage of formation. It is shown that clusters larger than 400—500 atoms adhere to the given target ratio.
The maximum deviations from the target ratio were recorded only for atomic vapor of stoichiometric
composition. In other cases, with a reduction in the percentage of gold atoms in the initial pair, the
deviations of clusters from the required composition decreased. It was determined that the reason for
this was a different crystal structure of the nanoparticles obtained by modeling.
Keywords:  nanotechnology, nanopowders, computer simulation, tight-binding potential,
nanoparticles, copper, gold.
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