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AHHOTANMSA

B paGote npu momomu MoJEKyJISIpHO-IMHAMUYECKUX PacyeToOB ONPEAEIECHB apaMeTpbl TEPMUUECKON CTaOMIBHOCTUH KOMIIO-
3uTHBIX HaHo4acTul Cu@Si pa3Horo pasmepa u crpoeHus. HaiineHsl TemnepaTypHble TOUKH PE3KOro M3MEHEHHs OTEHIUAIbHON
OHEPTUU UCCIICAYEMBIX YaCTHII. IToka3aHa CcBsI3b TAKHMX U3MEHEHUI C HapylmeHUEeM CTPOCHUA HAHOKOMITIO3UTA. C,E[CJ'IaH BBIBOJ, YTO C
pocToM TeMmeparypsl Ha4YMHAeTCs TUPPy3ns aTOMOB MEAN Ha TIOBEPXHOCTH, IPUBOIAIAS K PEBEPCY CTPOCHHUS YaCTHUIIBI.
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Abstract

In this research with the help of molecular dynamics calculations, the parameters of the thermal stability of the composite
nanoparticles Cu@Si with different size and structure have been determined. The temperature points of a sharp change of the
potential energy of the investigated particles have been found. It has been concluded that with the temperature increasing the
diffusion of copper atoms on the surface begins.
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W3ydenne KOMITO3UTHBIX HAHOYACTHIL SBIISIETCS cefiyac OAHOHN 13 Hamboliee MHTEHCHBHO Pa3BHUBAOIINX-
cs obnactelt HaHOTexHOJOTHH. OCHOBHOW NMPUYMHONW TaKOTrO MOBBIIIEHHOTO MHTEpeca ABISAETCS TO, YTO B
OTJIMYHME OT OOBIYHBIX, OJHOKOMIIOHCHTHBIX HAHOYACTHI], CBOWCTBA HAHOKOMITO3UTOB CHIIBHO 3aBUCST He
TOJILKO OT pa3Mepa, HO U OT CTPYKTYPhI, POPMBI U COCTaBa, 4TO NAET OOJbIIEe BOZMOKHOCTEH IS yIpaBiie-
HUS QUBUKO-XUMHUYECKUMHI OCOOCHHOCTSIMU UX TOBEIEHHS W, COOTBETCTBEHHO, PACIIUPSET OOJIACTH ITOTEH-
nuansHoro nmpuMeHenus. MccnenyeMbie HaMu ABYXKOMIIOHEHTHBIE HAHOYACTHIIBI MOXKHO Pa3lIeNuTh Ha OJI-
HOPOJHBIE, COCTOAIINE U3 OAHON (pa3pl (HEYMOPAIOUYSHHOTO CIIaBa WJIM MHTEPMETaUInAa ¢ YETKOW KpH-
CTAJUTMYECKON CTPYKTypoi), M nByxdasueie. llpu sToM aByxda3HbIe YaCTHIBI MOTYT UMETh DPa3InIHOE
CTpOCHHE: THIIA Ap0-00004Ka WK Tuna «SIHyc». JIByX(hazHbie YacTUIIBI, COCTOSIINE U3 SiIpa M BHEITHEH
TOHKOW 00O0JIOYKH, BBUAY OCOOEHHOCTEH CBOETO CTPOEHUS, aKTHUBHO HCIONB3YIOTCS B KaUeCTBE KBAHTOBBIX
TOYEK, MAarHUTO-(PITyOpECIIEHTHBIX HAaHOYaHOYACTHIl W BHICOKOA()(EKTUBHBIX aHOIOB B JUTHH-UOHHBIX aK-
KyMyJsitopax. Hannure Heopranndeckoil 000JI0YKH Ha METaIMUECKON YaCTHIE YacTO CIOCOOCTBYET 3Ha-
YUTENBHOMY YIIYYLICHHUIO TEPMHUYECKOH CTaOMIBHOCTHU SiApa W MPH YCIOBUU T'€PMETHYHOTO MOKPBITHS Ha-
JEKHO 3alllUINaeT ero MOBEPXHOCTh OT OKHCIUTEIHFHO-BOCCTAHOBUTENBHBIX peakiuil. Sapo-o0onodedHbie
YaCTHIBl APYTOTO THIA aKTHBHO HWCIONB3YIOT B Ka4eCTBE MATPHIIBI IS TOJYYEHHUS IOJIBIX YACTHIL ITOCIe
yaaleHus siApa IMyTeM pacTBOpeHHs WiIU oOxwura. Takue yacTHUIBI MOTYT UCIIOJIb30BAThCSl B KAYECTBE MHUK-
pPOCOCYIOB, aCOPOEHTOB, JISTKUX KOHCTPYKIITMOHHBIX MaTEPHAJIOB, TETUIOBBIX U AIEKTPUIECKUX H30ISTOPOB.

Cuctrembl Cu@Si, ¢ TEXHUYECKOW TOYKHM 3PCHHS, OYCHD IMEPCIIEKTHBHBI BBUIY CBOMX OCOOEHHBIX ONTH-
YEeCKHX CBOWCTB, TaK KaK KPEMHHH, SBISISICH ONTHYECKH IPO3PAuyHBbIM, CIIOCOOCH M3MEHSTHh MOJOXKEHUE U
WHTEHCHBHOCTD TOJIOCHI IIa3MOHHOTO moriomeHus [1]. B wactHOCTH, mpu 100aBieHHH KOMITO3UIIMOHHBIX
HaHovactuil Cu/Si MPOUCXOIUT YCHIICHHE HHTCHCUBHOCTH JIIOMUHECIICHITUH IICHTPOB CBEUCHUS HOHOB pa3-
nmanbix nantannaos (Prr, Nd**, Ho’", Er'’") Gonee yem Ha mopsiiok [2]. AKTHBHOE HCIIOIB30BAHHE COCIN-
HeHnid Cu-Si B XUMHUYECKUX PEaKkIMsAX BHI3BAHO YHHUKAJIbHOM KAaTaJUTUYECKOM aKTHBHOCTHIO HAHOYACTHUI]
Cu@SiO, B ruaponuTHYecKkod aerupporeHmsanun Oopana ammonms (NH;BH;) w ruaposwna Oopana
(N,H,BHj3) ipu atMochepHBIX YCIOBHSIX U KOMHATHOHM Temmeparype [3].

]
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Puc. 2. 3aBUCUMOCTb MOTEHIMAIBHON SHEPTUU U TETIIOEMKOCTH
OT TeMIlepaTypsl B Ipoliecce HarpeBaHus yacTUIbl Cuyge @Sizs7.

OpHako mccienoBaHNe TEPMUYECKOW CTaOMiIbHOCTH HaHovacTul] Cu@Si SKCIepUMEHTAIEHBIMA METO-
JaM{ OKa3aJI0Ch BECbMa 3aTPyAHUTEIbHBIM. TaK NeTadbHOMY aHAJTU3y MOTYT OBITh MMOJIBEPTHYTHI JHIIb pe-
3yJbTaThl, OJIY4YEeHHBIE MOCTIE 3aBEPIICHHS BCEX MPOLECCOB TEPMUUECKOTO BO3ACHCTBHS, O€3 TONHOTO MO-
HUMaHUs PU3NIECKON KapTHHBI TepMOoIBotonrd. C 3TON TOYKM 3pEHHs] IMEHHO KOMITBIOTEPHOE MOJIEIHPO-
BaHUE NPU HCIOJIb30BaHUH (PU3NUECKU OOOCHOBAHHBIX MMOTEHIMAIOB MEXATOMHOTO B3aUMOJCHUCTBHS IO-
3BOJIICT HA aTOMHOM YPOBHE BBISIBUTH OCHOBHBIE 3aKOHOMEPHOCTH SBOJIOLMU CTPOCHHUS ABYXKOMIIOHEHT-
HOH CHUCTEMBI.

B nanHo# paboTe MoAeTMpOBaHIE TEPMUUECKOTO BO3AEHCTBHS Ha yacTHIbl Cu@Si pa3nnyHoro pasmepa
MPOBOJMIIOCHE METOJIOM MOJICKYJISIpHOW ITWHAMUKK B mporpamMmHoM nakere LAMMPS c ucnonszoBanuem
MOIU(PHUINPOBAHHOTO MHOTOYACTHYHOI'O MOTEHUHUANa HorpyxenHoro atoma MEAM [4], ycnemHo npume-
HABIIIETOCS TIpU pacuete mHTepdeiicoB cuctembl Cu-Si. MoeKyIsipHO-THHAMAYECKHUE UCCIICIOBAHUS HAHO-
YacTHUII, IOJTYYEHHBIX aBTOpaMu paboThl [5] sxcniepuMeHTanbHO (co cpeaHuM pasmepom 119 M), npeacras-
JISIIOTCA BeChMa 3aTpYJHHUTENILHBIM, TaK Kak Aaxxe camasi Manas yactuua (D = 46 HM) cocTouT OoJiee yem u3
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4 MITH aTOMOB, a CHCTEMBI TAKUX Pa3MEPOB SBIISIOTCS HEAOCTIKUMBIMHU JUIS PACUETOB METOJIOM MOJEKYJIISp-
HOM IMHAMHUKU JJake MPH YCIOBUU HCIONB30BaHUS cBepxMouHbIX OBM. B cBsi3u ¢ aTum, B ganHoil pabote
IUIS. HaXOXKIEHHUsSI OCHOBHBIX 3aKOHOMEPHOCTEH TEPMHUYECKOTO BO3ACHCTBHS OBUIM HCCIEIOBAaHBI OTHOCHU-
TeapHO HeOopmue JacTurbl Cu@Si. [l aToro ObUTH BEIOpaHBI YacTHITEI, coaepkamtie ot 2000 mo 8000
aTOMOB ¢ pa3inu4HbIM pazmepoM sapa (1061, 2123 u 3151 aromoB Cu) U U3MEHSIOMIMMCST KOJTMYECTBOM
ATOMHBIX CJIOEB KpeMHHUEBOH 000s10ukH (0T 3 10 6).

Core-Shell Shell without Core  Core without Shell
a) 7'= 1000 K Cu

Cu

Puc. 3. OBomronms gactuisl Cuy)p;3@Siygsg ipu HarpeBanuu oT 7= 100 K mo 7= 1500 K B Teuenue ¢ = 20 Hc.

Ha puc. 1 mpencraBieH rpaduk TemrepaTypHOH 3aBUCUMOCTH IMOTCHIIMATbHOW 3HEPTUM YACTHUIIBI
Cu,o61@Siy27s B iporiecce HarpeBanus ot 7'= 100 K mo 7= 1500 K 3a Bpems ¢ = 10 uHe. 13 rpaduka xoporro
BUAHO, 4TO B TemnepaTypHoM uHtepBaie 7 = 100 - 700 K HMKakuX 3HaYUTENbHBIX U3MEHEHUN B YaCTHUIIE HE
npoucxoaut, a npu I’ = 800 K nabmogaercs peskoe U3MEHEHHE YHEPTUH BBI3BAHHOE pacIliaBIeHHEeM 000-
JIOUKH COCTOSIIEH U3 TpeX aTOMHBIX cioeB KpeMHus. [Ipu goctrxenuun temmneparypsl 960 K HaumHaroTcs
MIPOIIECCH TUTABIICHHUSI METHOTO Sapa, aTOMBI KOTOPOTO OCTATOYHO Jerko Au(GyHAUPYIOT CKBO3b aMopg-
HyI0 KpeMHeBy0 06omnouky. [Ipu 7= 1500 K siapo HOTHOCTBIO pacTiaBiseTcsa, ¥ aTOMbI MEAU B OOJIBIIIOM
KOJIMYECTBE MPOHUKAIOT HA TIOBEPXHOCTh YacTHIbl. [Ipy yBennueHnn B JBa pa3a KOJINYECTBA AaTOMHBIX CJIO-
eB kpeMHHS (C 3 10 6) 000N0YKa OKMIAEMO HAYMHAET TUTABHTHCS MPH OoJiee BBICOKOU Temrmeparype 1 =
1160 K, uTo BBI3bIBaeT pe3KUil CKaYOK TEMIEPAaTypHONH 3aBUCUMOCTH MOTEHINAIBHON SHEPTUU U TETJIOeM-
KocTH yactulpl (puc. 2). C nanpHEHIIUM pOCTOM TEMIEpaTyphl MIPOUCXOJUT pa3pylleHHEe CBA3EH yKe MEx-
Iy aTOMaMH| si7jpa YaCTHIBI, U eJMHUYHBIC aTOMBI MEM TaKXe BBIXOMAT Ha TIOBEPXHOCTh YacTHUIBl. OIHAKO
n3-3a OOJBIICH TONITUHEI KPEMHEBOW 000JI0UKH JTaXKe TIPY HArpeBe YaCTHUITHI J0 KOHEUHOH TeMmepatypsl 1 =
1500 K MemHOE siapo, B Ipeeiax BpeMEHH MOJICIMPOBAHHUS, TaK U HE YCIIEBAET MOJHOCTHIO BBHITEYh CKBO3b
000JI0YKy Ha MOBEPXHOCTH YacTHIBI Cu o1 (@Si357;.

Jua Gonee moapoOHOTO HAOMIONEHUS KOHEYHOW CTaJWM TEPMUYECKON IBOJIOIUHM YACTHIl THMA SAPO-
000JI04YKa OTHOCUTENBHO 0oJbmoro pazmepa (> 4000 aromoB), HarpeBanue mpoBouiock 1o 7= 1500 K B
teuenue 20 He (puc.3). [Ipu nporpese actuiisl Cuy r;@Sizgsg 10 7= 900-1000 K B ee cTtpoeHnn cymiect-
BEHHBIX HApYIICHHWI HE HaOII0JIAOCh, OJHAKO MPHU OoJiee BBHICOKMX TEMIIEpPaTypax MPOUCXOIMI IPOIECC
MTOBEPXHOCTHOTO TUIABJICHHA siipa U Au(PPy3us eIMHUIHBIX aTOMOB CKBO3b 000youky. [lpm mampHeiimem
MOBBIILICHUN TEMIIEPATYPHI SAPO MOJTHOCTHIO PACIUIABIAETCS, U aTOMBI METU MPAKTHYECKH MOTHOCTHIO Mepe-
pacmpenensoTcsl Ha MOBEPXHOCTH YaCTHIIBI, CMEIIas aTOMbI KpEeMHUS BHYTPb.

Takum o0Opa3om, 1Mo pe3yibTaTaM MPOBEACHHOTO KOMIBIOTEPHOTO MOJEINPOBAHUS MpoIlecca TepMuIye-
CKOTO BO37elicTBHsI Ha yacThIbl Cu@Si MOXKHO cAenaTh BEIBOJ 00 UX TEPMHUYECKOH CTaOMIBHOCTH TOJBKO
B 00J1aCTH OTHOCHTEJILHO HEOONBIINX TEMIIEPaTyp, 3aBHCALICH OT pa3Mepa KOMIIO3UTHOH 4acTUIBI M TOJI-
IUHBI KpeMHEBOW 000J109ku. C pocTOM Temmeparypbl HauumHaeTcs auddy3us aToOMOB MEIH Ha IOBEPX-
HOCTB, IPUBOJIAIIASL K PEBEPCY CTPOCHUS YacTUIBI U (OPMHPOBAHHIO YacTHIIBI ke Trma Si@Cu, mo Bcel
BUAMMOCTH, HEIOCTHKUMOMY IIPH OOBIYHOM Ta30()a3HOM CHHTE3E.
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AHHOTaNMSA

B paborte MeToI0M MOJIEKYIISPHON THHAMUKH ¢ Uctonb3oBanneM MEAM - MOTEHIIAIOB MPOBEACHO KOMITBIOTEPHOE MOJEIHPO-
BaHUEC IpONecCa KOHACHCAIIUU IBYXKOMIIOHCHTHBIX HAHOYAaCTUILl CUCTEMbI ME/JIb — erMHHﬁ. HOKa3aHO, 4TO Ipu TOMOT'CHHOM KOH-
ACHCAlUM U3 aTOMAapHBIX MapoB q)OpMI/IpyIOTCSI TOJIBKO 4YaCTHUIIbI CILIaBa. OHpe;{eneHo, YTO OAHHMM H3 BO3MOKHBIX MCXaHHU3MOB
(bOpMPIpOBaHI/IH YaCTUYHO IMOKPBITBIX KPEMHUEM HAaHOYACTULl MEIU ABJIACTCA MEXAHU3M OCAXICHUS MaJIbIX KJIAaCTEPOB KPEMHHUSA Ha
copMHPOBaHHOE METAIIMYECKOE AAPO.

KiroueBble ciioBa: QpyHKIHOHAIBHBIE MaTepUasibl, KOHICHCALMS, MOJCKYISIpHAsT AMHAMHKA, KOMIIBIOTEPHOE MOJCIHPOBAHUE,
meam nOTCHIUAJIBI, ﬂnp0-06onoqeqm>1e HaHOYaCTHUIIBI

Theoretical Investigations of Synthesis Mechanisms
of Gas-phase Bicomponent Nanoparticles Cu@Si
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Abstract

In the work the condensation process Cu - Si has been investigated by the molecular dynamics method with of MEAM —
potentials. It has been revealed that the atomic vapor form only alloy particles at homogeneous condensation. It has been determined
that one of possible mechanisms for the formation of partially coated Si nanoparticle deposition mechanism of Cu is small Si clusters
formed Cu metal core.

Keywords: functional materials, condensation, molecular dynamics, computer simulation, meam - potentials, core-shell
nanoparticles.

Beenenue

B nocnenHee Bpems ABYXKOMIIOHEHTHbIE HAHOYACTHIIHI TPUBJICKAIOT MOBBIIIEHHOE BHUMAHHE HCCIIENO-
BaTeJed B CBA3M C WX YHUKAJIBHBIMU CBOHCTBaMH. OTIEIBHBIM KIACCOM MOXKHO BBIIENTUTH HAHOYACTHIIBI
THUINA AAPO-0001104Ka (core-shell), M(pUMEHEHNS KOTOPBIX NMEET MEPCIIEKTHBEI B KaTalln3e, OMOIOTUH, XUMUU
MaTepHajoB, CCHCOPHBIX AaT4uKax u T. A. Hampumep, mo onenkam [1] ucnoiap3oBaHNe YacTHULBI KPEMHHS B
Ka4yecTBE aHOIHOTO MaTepHala JUId Nepe3apsukacMbIX JIUTHH-HOHHBIX aKKyMYJIITOPOB ITO3BOJIUT 3HAUUTEIb-
HO YBEJMYHUTh €MKOCTh JIAHHBIX OaTapeii, 0JIHAKO, OHUM W3 OCHOBHBIX HEIIOCTATKOB, SIBJSICTCS 3HAYHTEIb-
HOE yBEeNUYEHHH 00beMa HAaHOYACTHIBI TP TMOBTOPHOM IpoLiecce 3apsia/pa3psd M Kak CIEACTBUE TOTeps
(YHKIMOHATBHBIX CBOWCTB. OHUM M3 BO3MOXKHBIX PEILICHHH SBIISIETCS UCTIONIB30BAHUE SIPO-000JI0UCYHBIX Yac-
THII, YTO TTO3BOJIUT CHU3UTH MEXaHMYECKHE HAarPy3KH H, CIICIOBATENBHO, CTA0MIN3HPOBATh 00hEM HAHOYACTHUIIBL.
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