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KOMIT’'IOTEPHE MOJEJIIOBAHHS TU®Y3Ii MIYEHUX ATOMIB B
YHOPAAKOBAHOMY CIIVIABI 3 L1, CTPYKTYPOIO

YV pobomi npedcmasneno onuc 1ogoi mooeni oughy3ii miuenux amomis (6e3 BUKOPUCAHHS
cniesionowenns Eunwmenina) i xinemuku enopsoxyeanmns 6 oOinapnii cucmemi NisAl 3 T'I[K
epamxoto i cmpykmypoio L1y, na 6a3i Kinemuunozo Cepeonvononvosoco memody (Kinetic Mean
Field — KMF). Ha ocnosi 0anoco no6020 memoody suzHaueno xoepiyicumu oughysiii, a makoic
eHepeii akmusayii 01 KOHCHO20 3 KOMNOHEHMIB 3 GUKOPUCIAHHAM OOMIHHO20 MA BAKAHCIUHO2O
MexaHizmy ougysii.

Cucmema 6yna 3mM00e1b08aHa 3 (PIKCOBAHUMU 3HAYEHHAMU NAPHUX eHepeilti 83AEMOOIl |
eHepeicl0 CION0BOI MOUKU, HAOIUNCEHUX 00 PIBHOBAXNCHUX eracmusocmell. Modentosanns ougysii
mivenux amomie Ni i Al ¢ cucmemi NizAl oano suwyy ougysito amomie Ni, wo noe’a3amo 3 ne2ulor
niopewimkosor ougyszico amomie Ni ¢ cmpykmypi L1, cucmemu NizAl. Taxosxc ompumarno suwyy
enepeito akmusayii Onst mivenux amomie Al i ii 6ausbke 3sHauenns 00 enepeii akmueayii KiHemuxku
enopsokysants. MooenvHi excnepumenmu KiHemuKku 6nopsoOKy8aHHs NOKA3AIU, WO HA BIOMIHY 610
OOMIHHO20 MeXaHi3My NpU 6AKAHCIUHOMY MeXaHi3Mi KiHemuka enopsoxyeants 6 L1, onucyemucs
0goma wacamu peraxcayii.

Knrwouoei cnosa: oughyzis mivenux amomis, 8NOpPsAOKY8AHHS, CEPeOHbONOIbOBUL Memoo,
B8AKAHCII, MOOENIO8AHHS

Beryn

Jlnst MOJIeTIOBaHHS BIOPSIIKYBAaHHST Ta aTOMHOI Mirparii y BHOPSJAKOBaHHX CIUIaBaX 4acTo
BUKOPHUCTOBYIOTh KiHeTH4YHHMU MeToJ Monrte-Kapmo [1-3]. MozenoBaHHS MM METOJOM, OJHAK,
noTpedye 6arato 0OUHCIIIOBAILHOTO Yacy. ToMy B aHiid poOOTI B3STO 32 OCHOBY ajJbTepHATUBHUM
MiaXia, a came KiHeTHUHHK cepenabononiboBuii MeTo (Kinetic Mean Field — KMF. Jlana monxens
Oyna Briepie 3anpornonoBana JK. Maprenom B 1990 [4] sik kBazioqHOBUMIpHUH anroput™. Jlaii BiH
OyB PO3BUHYTHH Ta 3aCTOCOBAHHMM B JOCIDKEHHI HAHOTUTIBOK 3 JU(Y3IHHOI aCUMETPIer0 B cepil
poGit rpymu 3. Epaeni Ta JI. beke [5-8], motim posmmupenii 1o 3D B [9], i HemaBHO y3arajibHCHHIA,
JIOJaHHIM AMHAMIYHOTO IIyMy, 10 Metoay Stochastic Kinetic Mean Field (SKMF) B po6oTi [10].

OcHOBHE KiHETHYHE PIBHAHHS 3 poOoTH MapTeHa (3amucaHe ajisl MOCTiI0BHOCTI aTOMHHUX
IUIOIIMH — KBa310JHOBUMIpHA MOJIEb) € PIBHSHHAM OajaHCy 3 CaMOY3TO/DKEHUMH YacTOTaMH
CTpHOKIB:

dC,

T _Zv I:Ci (1_ Ci~l)ri,i—l - (1_ Ci )Ci—lri—l,i + Ci (l_Ci+l)F

dt _(1_Ci)ci+lri+l,i : (1)

i,i+1

[1312]
|

C, - me WMOBIPHICTH TOrO, WO y BY3Ji IUIOIMHA 3HaXOOUThbCA aTroM copTy A,

Z=7+2Z, — 3aranpHa KiTbKiCTh HAWOMIKUYMX CYCiTiB, Z,— BH3HA4a€ KiTbKiCTh HAWOIMKIHX

13321
|

CYCIZIB B IEHTPAIBHIN “i”-iif IUTONMHI, EPIEHANKYIAPHIN 10 KOHIIEHTPAIIHOTO TpaaienTy, Z, —

KUTbKiCTh HalOMMmKIMX cycimiB B “i+1” (abo “i-1”") mumomnuHi.

i,i+l

E
FiM =VEexp —F . (2)
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(1342

.. ,— e yactoTa (AMOBIPHICTB 32 OAMHUIIIO Yacy) OOMiHY aTomMa COpTy A B IUIOHIMHI “1” Ta

ii+1
aTomy copry B B mmommni “i+1”. E,. , — pisHuus Mix eHepriero cimmosoi Touxku E¥ i E.

ii+l vl

€HEPri€r0 B3a€MOIii TBOX aTOMIB 3 IX CycCijaMu JI0 OOMIiHY:

E _ Esaddle _ E (3)

(AN i,i+1

E saddle Esaddle

Enepris cimmoBoi Touku B MOJICITIFOBaHHI OepeThes 32 KOHCTAHTY ( =0) s Beix

oOMiHiB, eHeprii E,, , BHU3Ha4alOTbcs B HAONMKEHHI CEPEIHBOTO IOJIA 13 BUKOPHCTAHHIM
KOHIICHTpALI} y CYCIAHIX By3IIaX 1 3HAYCHb MAPHUX CHEPriil B3aemoaii V. ¥V BUIAJKy OIHapHOT

CUCTEeMH, eHepris B3aemoaii napu A-B 3 cycizamu 10 0OMiHY BU3HAYA€ThCA SK:

Ei,i+1 = ZvC AA + Zv (1_ Ci+1)VAB + ZVCHVAA + Zv (1_ Ci—l)VAB +
ZvCiVAA + Z| (1_ Ci )VAB + ZvCi+2VAB + Zv (1_ Ci+2)VBB + 4)
ZvCiVAB + Zv (1_ Ci )VBB + ZICi+1VAB + ZI (1_ Ci+1)VBB

i+1

I'pyna beke 1 Epaeni 3acrocoByBana naHy KBa3iOJHOBHUMIPHY MOJENb IS MOJCITIOBAHHS
MOYAaTKOBUX CTafiil B3aeMHOI nudy3ii y OiHapHMX Audy31HHUX Mapax 3 BEIMKOI PI3HUIICIO
3HaueHb eHepriii Vaa Ta Vpg. B pesynbraTi, HUMH OyB nependaueHuil TEOPETUUHO 1 MepeBipeHuit
eKCIIEPUMEHTAJIbHO €(EeKT 3aroCTpeHHs] KOHUEHTpaliitHOro mpoduto (3aMICTh 3ra/KyBaHHS) Ha
MOYaTKOBIM cTamii audysii[5,6], skuil B mnojanbimioMy OyB NepeBIpeHUN 1 MiATBEpAKEHUN
excriepuMeHTanbHo. KpiMm Ttoro, mist audysiitHoi mapu 3 pemitkoro OLIK 1 3HauHOIO acumeTpiero
MapHUX B3a€MOJII OyB 3HaimeHM epekT BHopsakyBaHHS (a3u B2 3 KOHIEHTpalisMu, 3HaYHO
MEHIIUMHU 3a cTexiomeTpuuny [8].

B po6oTi [9] Oyno 3ampononoBaHo posmmupeHHs cxemu metony KMF mns tpuBmmipHOTO
BUIAJIKY:

dCi z z
e -C X (1-C)r,; +1-C)X C;T, (5)
j=1 j=1
_(Esaddle _ E )
[, =vex = 6
i p T (6)
E,=E'+E}
Z Z
EiA :VAAZCin +VABZ(1_Cin) , @)
5 A Z
EP =Vie 2 Cjo +Vea D (1-C},)
jn jn
YA Z
ne z BU3HAUAE CyMy M0 HAWOMMKYMX cycimax Bysna “i”, Z — cyma IIo
in=1 jn=1
HaHOMIKYMX Cycimax By3Ja ~j”, MO B CBOIO YEPTy € HAWOMMKYUM CyCioM By3na “1”

(muB. Puc. 1).
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Puc.1. Cxema po3miiieHHs CyciliB Mpyu 0OYHMCIICHH1 eHepTii mepe i 0OMIHOM aTOMIB Y By3J1ax
ta “J”. Cipi i CBITIO-Cipi BY3/H € cycizaMu By3na “i” (iHaeKc “in”), YOpHi Ta CBITJIO-CIpi By3JIH €

[I3%2]

cycimamu By3na “j” (iHgekc “jn”). CBITI0-Cipi € CIUTBHUMU CycimamMu Jist 000X By3JiB “i” Ta “j”.

(1312
|

Jljis 3py4dHOCTI 1 3MEHIIEHHS KUIBKOCT1 OYAaTKOBUX MapaMeTpiB, mepenuiemMo piBHAHHS (7-
8) y Tepminax 6€3p0o3MipHOTO Yacy:

Z Z
Emie =Vae 2Z+ M-V > C,in — M+V > C, jn =
in=1 jn=1
. , , (8)
= Vg +Vg -Z+ M=V > C, in + M+V > C, jn
in=1 jn=1
I, =00, (9)
EHepris 3MIiITyBaHHs 1 A y3iiHa aCUMETPis BU3BHAYaTUMYThCS BIIITOBITHO:
V=V, VatVes VY —Ves (10)
2 2
ne 6e3po3MipHa 4acToTa 1:. ; Ta 0e3pO3MIPHHUI [EePEACKCIIOHCHIINHII MHOKHUK ['o IOPIBHIOIOTH!
yA yA
« _VZCA m} “ +v zCA qn:
i_",_ —ex in=1 jn=1 ’ (11)
" P KT
Esaddle _ ( +V \Z
L =v.expl — AB BB .4 ’
0 p( KT (12)
be3posmipHmii uac Moke OyTH BU3HAYCHHI K
t =T,t, (13)
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Bynyuu cyro nerepminictuunum, crannaptHuii KMF-merox He OyB B 3MO031 MOJENIOBATH
MEPEeTBOPEHHsT 3 MeTacTaOuIbHOiI (a3u, [uIs SKUX HeoOXinHa HasBHICTH QuiykTyariid. s
MO>KJIMBOCTI MOJIETIOBaHHS (pa3oBUX nepeTBOpeHs nepmoro poay B I'LIK crpykrypax B meTo Oyio
JOJJAHO CIIOYATKy MOYAaTKOBUI IIyM (TIOYaTKOBHMH IIyM MMOBIPHOCTI y By3nax rpaTHumi) [9], a
noTiM y [10] BBemeHO AMHAMIYHUI TIYM 9acTOT i 3a0e3MedeHHs MOJOJaHHS HYKIEaIiiHOTO
0ap’epy. HoBa Bepcin KMF wmerony Oyna nazsama SKMF — Stochastic Kinetic Mean-Field
(Croxactinunuit Kinernunuii CepeHbONOIBOBUN METO).

PiBusinus 6anancy B SKMF mosxe Oyt 3anmucanuii B HacTymHii Gpopmi

ﬁ:-i[c(l—c.) [+ —(1-C)C, I+t ] (14)
dt el i’ i ij i/~ jii ’

ne JlaH)XeBeHIBChbKUH IIYM 4aCTOT BUPAXKAETHCS 5K

o = i«/§(2 -random-1) , (15)
N M

B [10] 6yno nokazaHo, 1110 3MiHa aMILTITYIU IIyMY, MOXe OyTH aHaJI0roM KUIbKOCTI 3aI1yCKIB
Kinernunoro Monre-Kapio.

1. Moaudikanis SKMF merony ais 3acrocyBanHs 10 1udy3ii miueHux aTomin

1.1 O0OMinHuMI MexaHi3M auQYy3il

Meton KMF Moxe Oytu A0CuUTh IpOCTO MOAM(DIKOBaHMM Ans 3acToCyBaHHS B AUDy3ii
MI4EHHMX aTOMIB. 3BUYaHO, B IIbOMY METO/II MM HE MOKEMO BIJIC/IIIKOBYBAaTH TPAEKTOPIl OKPEMHX
atoMiB (sik, Hanpukian, y Mertoni KMC). Tomy TyT He MokHA Oy/ie BUKOPUCTATH CIIBBIIHOIICHHS
EliHmTeiina m1si cepeIHbOr0 KBAJApaTy BIAXHIICHHS MIYEHHX aTOMIB SIK JIHIMHOT QyHKIIT Jacy.
HaroMmicTe, MOXHAa BUKOPHUCTATH 3araJibHOBIIOMHUM aHATITUYHUNA PO3B’S30K JJII TOYKOBOTO
mokepena. st 1poro 3aMiHUMO YacTUHY IMOYaTKOBHUX aTOMIB COpTy A Ha MidueHi aTomMu A*, a
pemTy aToMiB, M0 3aJUIINCh, MO3HAYMUMO SK A’. Bukonaemo 1110 3aMiHy B TOHKOMY Imapi 3
TOBIIKHOO “h” 10 IEHTPY 3pa3ka (CKaxiMo, SKIO 3aMIHUTH BCi 0a30Bi aToMH A Ha MideHi aTOMHU

TOTO K COPTY y ABOX cycimuix mrommuax (100), Tomi h=2d,,). B pesynsrari Mu 3M0KeMO

BIICTIAKYBAaTH 3MIHY JIOKQJbHO YCEPETHEHOTO 3HA4YeHHs (MO JBOX IUIONIMHAX) KOHIIEHTpaIlii
MiueHuX aTtoMiB. JIokanpHEe ycepeaHEHHs HEoOXiJHe, TaK K, Y BIOPSAKOBAHINA IpaTHHUIII MOXKHA
OYIKYBaTH IOCTIMHI OCIWIAIT MDK JBOMa IuiomuHaMu. Ilicis 3amMiHM MaloOTh BHKOHYBATHCh

.. * 0 0 * .
cuispimnomernns: C,+C,=C,, C, =1-C,-C,, ne CA3~ — 3arajJbHa KOHLEHTpALlis

) 0 . ) . .
atomia copry A(B), C A@ — KoHueHTpauis atomis copry A(B), C, ¢~ — KOHIEHTpALlIS MIYEHUX

atomiB copty A(B). MosxHa o4iKyBaTH, IO 3aJICKHICTh yCEPEIHEHOTO MPODLITI0 KOHIIEHTpPAITii Bif
yacy Mmatume Burisif ['ayciana:

. C,,h X2 . 1
CiX =—=2 exp|———|, INC; & =const ———— X2 (16)
P JanDi 4D;t P 4Dt

Haxun ouikyBaHOi NiHIAHOT 3aJI€XKHOCTI Jorapudmy KOHIIEHTpallil Big KBaapaTy BiACTaH1
nacTh KoediuieHT qudy3ii (mpu BitoMoMy Yaci).
[Ipu BBeZeHI MiYEeHUX aTOMIB, KIHETUYHI PIBHAHHA OyIyTh Je1I0 Mo a1 (piKOBaHi:

dC, i L e o AR N A'B
TR ECA(‘OFW ~Ca Z}CB(k)r‘k ’ (17)
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dC (') 0/; z A’B
m —C ()ZC ()" CA(I);CB(k)Fik + -
= 18
* A0 Z 0
+CZ(i)ZCf\(k)FGA +Cy (i) CR(T
k=1 k=1
- Esaddle Ebefore
AN =yexp| — LY. 19
ik 14 p( kT J ( )

z z z z
Eiin’ =Van D>, Cai)+Co(i") +V,e ) Coli)+Vi D, Calk)+Cu(k) +Vie D> Co(k)  (20)
i=1 i1 k=1 k=1

Esaddle i Ebefore

AB = _ AB_ | (21)
A8 = pexp -
Eleore = AAZ Co(i")+CL(i") +VABZC (|)+VABZZ: Co(k)+C(k") +VBBZC k) (@22
Ea =VAAZ Ca(i)+C,(0") +VABZCB(i ')+VABZZ] Ca(k)+C,(k) +VBBZCB(k )
i'=1 i'=1 k'=1 k'=1 (23)

[Tepepo3mnoain WMoOBIpHOCTEH (KOHIIGHTpAIli) PO3PaXOBYETHCS IMICIS KOXKHOTO KpPOKY TIO
yacy 3a dopmynamu. (17-23). B kinmi Oyayerbes mpodiib KOHIIEHTpallid MideHnXx atomi. Moro
TUTIOBA q)opMa B ynop;mKOBaHOMy CIUIaBi Mpe/icTaBJICHa Ha puc. 1.

0.25 y T ‘ ‘ ‘ 0.14
0.12f
0.2t
01F
015}
z o0
T ooaf . “ 006t
0.041
0.05f
0.02
0 - . 0 . s . ‘ .
0 5 1 15 20 23 30 3B W 0 5 10 15 2 2 30 35 40
X
a) 6)

Puc. 1 Tunoswuii npodiab KOHIEHTPALIli MIYEHUX aTOMIB Micis Tudy3ii B yIOpsSAKOBAaHOMY CILIaBi:
a) npodink 6e3 ycepeaHeHHs, (0) mpodinp Micig ycepeTHEHHs MO ABOX CYCIAHIX IUIOLIUHAX.

Jlorapudm ycepenneHoro npouito KOHIEHTpaIliil ampOKCUMYEMO JIIHIHHOIO 3aJI€XKHICTIO Bij

KBaJpaTy BijicTaHi nmoauteHoi Ha 4t (Puc. 2). O6epHeHe 3HaUEHHSI TaHTE€HCY KyTa HaXwiy HpsMoi
JacTb HaM KoedirieHT qudysii.
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Ln(C(A*))

12 F 4

714 1 1 1 1
0 0.5 1 1.5 2 25

/At x10°

Puc. 2. [Tpuxnan 3anexHocTi gorapudmy npodiro KOHIEHTpaliil Bil BIIHOUIEHHS KBaparTy
BIZICTaHI JI0 Yacy, pa3oM i3 JIHIHHOIO anmpoKCHMAIli€to (dac 0e3po3MipHHiA, BiAmoBiaHo 10 (8-9)).

Jamni 3Halinemo koedinieHTH nudy3ii 1u1st psAay 3HauYeHb TeMIepaTyp 1 1o0yayeMo BIANOBITHY
3aJIeXKHICTh. Y OUIBLIOCTI BUMAKIB 3aJ€XKHICTh Jlorapudmy koediuieHTiB Audy3ii Biag npuUBeneHOT
00epHEHOT TeMIlepaTypu € JiHIHHOIW (YHKIIEI0. 3 TaHTeHCY KyTa HaXWIy MpsSMOi 3HAHIEMO
3HAYEHHS aKTUBAIIIHOI eHeprii 3aJlaHOr0 KOMIIOHEHTY. Y 3arajibHOMY BHUMAJKY, 30Kpema JUis
YHOPSIIKOBAHOTO CIUIaBY, aKTHBAIllIiHA €HEPris MOKE HEJIIHIHHO 3aJeKaTh BiJ MapamMeTpy
MOPSAKY, IO B CBOIO YEPTy, 3AJICKUTH BiJl TEMIIEpATypH, 3BIJICH, aKTHBAIlIiHA €HEeprisl 0y1e TaK0XK
3JIC)KHOIO BiJl TEMITEpaTypH.

Meton SKMF, sk 1 KMC, mae nesky JBO3HAUHICTh Y BU3HAYEHH1 YaCOBOT KA 1 €HEpriil B
CIIUTOBIM ToUIl. Y HAIIMX PO3paxyHKaxX MH MPUHAMaId €HEprif0 B CIIJIOBIA TOYIll KOHCTAaHTOIO
pPIBHOIO HYJIO, ajie HacmpaB[l € 3HAYCHHS € MIATOHOYHUM TNapaMeTpoM. BoHO Moxe OytH
3HaiiJIcHe MpU TOPIBHAHHI 3 CEHEPri€l0 akKkTUBalii OJHOTO 3 KOMIOHEHTIB. KpiMm ToroO,

BHUKOPHUCTOBYIOUH O€3pO3MIpHMI Yac BiIMOBiTHO 70 dopmyn (8 - 9), eHepria akTUBaIlii MOBUHHA

ddl ~ . .
E¥% — &, +Vgs 5Z . Ilicns nporo, Moxe OyTH 3HaiiieHe peanbHe

OyTH 3MillleHa Ha 3HAYCHHS
3HAYEHHS CHeprii akTuBallii 000X KOMIOHEHT, 1 TAKOX €HEPris aKTUBAIlli BIIOPSAAKYBAHHS 3aJaHO1
MOJIENI.

real __ ~simulated saddle
+E — Vg +Vg -2,

A T XA
real __ ~ysimulated saddle
s =Qg +E — Vg +Ves <, (24)
real _ (Simulated saddle
Qordering - Qordering +E - VAB +VBB L.

1.2 BakaHciiiHnii MmexaHi3m quys3ii.

B nonepenHboMy MyHKTI po3ziny OyB po3rissHYTHH OOMIHHMH MexaHi3M audy3ii MiueHuX
aTOMIB, SIKUW OJHAK, € JOBOJI IITYYHUM. 3BHYAHO, B OUTBIIIOCTI BUMAJKIB /Ui METAJIEBUX CHUCTEM
BaKaHCIMHMHA MexaHi3M audy3ii € Outbir peamictuyHuM. Tomy momudikyemo meron SKMF 3
MIYEHMMH aTOMaMU ISl BaKaHCIHHOTO MeXaHi3My, BBOJSYHM B PIBHSIHHS OOMIHM KOMIIOHEHTIB 3
BaKaHCISIMH 3aMICTh OOMIHIB KOMIIOHEHTIB MK CO00I0:
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dCV(i)__ . * 0 AV . BV
T CV(I)Z, Calk)+Cu(k) Ty CV(I)ECB(k)Fki (25)

b G CIH) DT +C ()3 C, (T

dCdt(I) _C ()ZC (K)I'E +C (|)ZC (9] iy (26)
df;t(') _c ()ZC (K2 +c (u)ZC (Qry’, (27)
dC;t(l) i )ZC (K)IY +C (I)ZC (9)eg (28)

OckipKH BakaHCIi HabaraTo OUTHIN PyXJTUBINII, HIX aToMHu (TIpU KOHIIEHTpaIlii BakaHciil 1e-6,
BaKaHCii B MUIBHOH pa3iB OUIbII MOOUIbHI HIK aTOMHM), €BOJIIOIIS BaKaHCIMHOI MIACHCTEMH
BiIOyBaeThCss HabaraTo MIBHIIIE, HDK y OCHOBHUX KoMrmoHeHTIB A(B). Ile o3nawae, mo s
MPSIMOTO YMCEITLHOTO PO3B’S3KY PIBHSHB 3 BAKAHCIIMU, TIOTPIOCH B MUTBHOH pa3iB MEHIIHUH KPOK
0 Yacy, HDK y BUTIAJKy OOMIHHOTO MexaHi3My. [{e pobuts moOy10By KOHIIEHTPAIIHHOTO PO QIO
MIYEHHUX aTOMIB MPAKTUYHO HEMOXXJIMBOIO, Yepe3 OOMEKEHHS 4acy OO4YHMCIIeHb. Y BaKaHCIMHOMY
MexaH3M1 audy3ii MOKHA PO3TIISAIATH JAHITIOKKH 1€papXiii MPOIECiB 1 XapaKTEPUCTUIHUX YaciB,
ska OyJna nerainbHo po3riisiHyTa boromo6osum|[11]. [IBuakuii mporec (3 MaarM 4acoM peJlakcarii)
3a3BMYAl MiJIAITOBYETHCS T MOBUIBHIMINANA MpoIec (3 OUIBIIMM YacoM peakcailii), oTke A
IIBUIKOTO  TMpOIlecy MOKHAa  BHUKOpDUCTaTH  HAOMMKEHHs — KBasicranioHapHocTi.  Towmy,
BUKOpHUCTOBYIOUH 171ei ['ypoBa [12], mpomnoHyeThCs BUKOPUCTATH HAOIMKEHHS KBa31CTallIOHAPHOCTI1
JUIs  BakaHCid, 100 miypIamTyBaTH 3MiHy TOpoduUI0o BakaHCId A0 TMOBUIBHOT 3MIHHU
KOHIICHTpAIIHHOTO MpodiTt0 OoCHOBHMX KommoHeHT [13], [14]. B pesymbrari ajis po3paxyHKy
KBa3ICTAI[IOHAPHOTO PO3MOJUTY BaKaHCI 3 BBEJIEHMMHU MIYCHUMHU aTOMaMU MAaTHMEMO HACTYIHY
iTepaniifny npouenypy:

yA yA
C.()+Ca(i) DO (IR +Ce() ), CF ()T
C\i/ter+1 (l) — k=1 k=1 (29)

Z

> Colk)+CR(k) Th +Cq ()T
k=1

1006 3a10BONBHUTH OOMEXKEHHS HE3MIHHOCTI CepeIHbOT KOHIIEHTpallii BaKaHCli{, BAKOHAEMO
peHopMaIIi3alliio KOHLIEHTpaIlii BakaHCiil Ha KO)KHOMY iTepallifHOMY KpOIIi:

S

C\i/ter+1 (l) _ ?0 C\ilter+1 (l), S — Z C\i/ter+1’ SO — Z C\? (30)
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ITepauiiinuii mpouec Oyae MPOJOBKYBATUCH 10 BUKOHAHHS YMOBH 301KHOCTI:

—iter+1 ~iter
‘Cv - C1v

<&

@opmynu It YacTOT 1 eHeprid MAaTUMYTh HACTYITHUH BUTIISA;

Esaddle _ Ebefore
Fﬁv =Voa EXP| — KT A ,
(31)
Esaddle . Ebefore
Y =v,,exp| - =,
KT

SIKIIO MPUIYCTUTH, IO B3a€EMOJISI KOMIIOHEHTIB 3 BaKaHCIIMU 1 BaKaHCIH MDX co00I0 piBHA
HyJI0 (HanpuKIiaj npu napaMerpax 3 [15], siki Oyiau BUKOpHCTaH1 1aji), TO OTPUMAEMO:

YA
Exvisn = 2, Calk)+Cu(k) Vay +Co (KW, (32)

k'=1

a0o0 B IHILIOMY BUTJISIL

z
E/T\e/fch:i) = ZVAB + VAA _VAB Z C/(A)(k |) +CA(k |)

- (33)
Envton =2V — V=M > Ci(k)+C,(k),

k'=1

z
Egs/fc()Le—)i) = ZVAB + VBB _VAB ZCB (k '), (3)
k'=1

z
Egslf(ZLe—ﬂ) =2V - V+M ZCB (k).
k'=1

[TonibHo nmo BHMaAKy 3 OOMIHHUM MEXaHI3MOM, TYT TaKOXX MOKHA BBECTH O€3pO3MipHi
napameTpu:

T AoV =TT, AoV )
I, BeV =I [, BoV

Jle 6e3po3MipHi YacTOTH 1 epeAeKCIOHEHIIIMHUNA MHOKHUK OyIyTh PiBHI:

YA
_ V ¢-M3C, €]
I, €@oV = /Vﬂ exp| — I;”_lil (36)
0B
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C+MIC, €

[, €V = |28 expl - il”_lil (37)
Yoa

Esaddle _Vab . Z
KT ’

Ly =/VoaVos - €XP| — (38)

a 6e3pO3MIpHHI Yac BU3HAYATUMEThHCS K
=Tt (39)

2 SKMF metoa — 3acTtocyBaHHA AuQY3ii MiueHHX aTOMIB 10 BHOPAAKYBAHHA B CHCTeMi
Ni3Al

2.1 Buznauyennsi napametpy nopsiiky B meroai SKMF

KopekTHicTh JaHOTO METOAY /AJIsl TEpMOJUMHAMIKY 1 KiHeTHKH BriopsiakyBaHHs B ['TIK criimaBax
Oyita mepeBipeHa 1 oBeaeHa B poOoTi [ 16]. 3Buuaiino, 3actocyBanHs SKMF, sk 1 Oyap-skoi Teopii
cepenHboro moJis (0e3 ypaxyBaHHs KOpesilii) 0OMeKeHa, OCKUTbKH HAOJMIKEHHS CEPeTHBOTO MOJIs
HE BpaxoBye OIMKHIN MOPSIAOK.

VY crpykrypax L1, ( nampukian NizAl) mokansHUM JabHUN TOPSIOK B HEBEITUKOMY KJIacTepi
13 33/1aHOTO BY3J1a 1 HOTO HAWOIMKYMX CYCiJIIB BU3HAYAETHCS BIAMOBIAHO JI0 CTAHAAPTHUX PIBHSIHB!

- PA—Ca _Ps -Cq (40)
1—v! 1—y"
e
0l O3 Nr6~ i _ N (41)
Ae: N|(|:1 N|+N|||

10 BHPaKaIOTh WMOBIPHICTh 3HaxokeHHs aromy Tumy A(B) B I(II) migperririti i 4acTKy BY3IIiB
I(II) migpemriTku BiAmoBiaHo. BuzHauaroun JOKaIbHHE aHAIOT AadbHBOT0 mapamerpy mopsaky (30)
st Mmerony SKMF, moTpiObHO posrisaatv KiacTep, sSKi MamTh TaKy X YacTKy aTOMHHUX
KOMIIOHEHTIB 1 BaKaHCIH, 110 1 Bech KpucTtan. OHOYACHO 3 IIUM, MOTPIOHO TaKOK BPaxOBYBaTH, 1110
BY3JIH 3 OJHOTO KJacTepy MOXYTh OJIHOYACHO HAJIe)KAaTH KUIBKOM CYCiHIM Kiactepam. Toni

. - . Q1 . .
YJacTKa BY3JIiB MEBHOI MAPEIIiTKH V' ~ ~ MOKe OyTH oOuKcieHa BiAMOBiAHO 10 (41) 32 HACTYITHOO
dbopmynoro:
M I M 1]
N'=>1/share(i1), N" = 1/share(i2) , (42)

i1=1 i2=1

| I
Jle CyMyBaHHs BinOyBaeThes 1o Beix Bysnax M (M) migpenritky, 1o nmoBHicTiO a60 4aCTKOBO

HalexaTh Kiactepy, share(i) — ymcno cycimHiX kimactepiB, sIKi AUISITH MDK coOOrO i-THH BY30I1,
TakuM uYuHOM 1m0, 1/share(i) € dwacTkoro By3nma i y Kiacrepi. 3BiJCH JIOKalbHY aTOMHY
KOHIICHTPAIIil0 MOXKHA Oy/ie BU3HAUUTH SIK:
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MII

MZICA € Ishare(i1) + Y C, €2 Ishare(i2)

CA == I i2=l|| !
. Nl (43)
> C, € Ishare(il) + > C, €2 Ishare(i2)
C — il=1 i2=1
g N'+N"

AnpiopHi IMOBIPHOCTI JUIsl MAPEMIITOK 13 3aiiHATUMU aroMamMu A i B OyayTs oGuucieni 3a
dbopmynamu:

MII

%:CA € ] share((i1) > C, @ Ishare(i) (44)
| i1=1 ’ plI3I — i2=1

Pa =

N | N 11

Bubepemo knactep, SIKMH CKIAQAaTUMEThCS 3 LIEHTPAJIbHOTO By3Ja 1 12 fioro HalOmMK4YMX
cycifiB. Takuii BUOIp HaMEHIIIOT0 MOXJIMBOIO KJIACTEpy, HaWKpalle MiAXOJAUTUME Ui CUCTEM 3
PI3KUM TpaieHTOM KOHIeHTpailii. OfuH 3 KIacTepiB MICTUTh IIEHTpalbHKUNA By304 (share = 1) i 12
rpaHuYHUX BY31iB (Share = 4), KoXeH 3 TPAaHUYHUX BY3TiB Oy/ie CHUTbHUM Ui YOTUPHOX CYCITHIX
knactepis. ToMy, 3aradpHe umcio Hesanexsumx Bys3misB oOyme N'+N'"=N=1+12/4=4.
LenTpanpHuil By30J Ma€ HaJeXaTH JI0 OJHOI 3 4 MPOCTUX KyOIYHUX I'PaTHUIb, sKi popmyroTs ['TIK
rpatHuio. Tpu mpocTi KyOiuHI TpaTHHUII (HOPMYIOTh MIAPENITKY OuIbIIOCTI B cTpyKTypl L1y,
YyeTBepTa MpocTa KyOluHa TpaTHULA € MIJPEUIITKOI0 MEHIIOCTI i€l cTpykTypu. [is kokHOTO
BUIAJIKY, TOOTPIOHO Oye 0OUMCIUTH CBii BIACHUM JIOKAIBHUI apaMeTp JalbHOTO MOPSIKY.

Sx Oyno 3ragaHo BHILE, KOXEH BY30JI ampiopi Mae HaiuexaTd 4 NpOCTUM KyOluHHUM
rpatauisM [TIK rparauni. 3BudaifHO, y 3araJilbHOMY, BC1 4 BUITaJIKM MaiOTh OyTH TIEpEBIpeHI 1
MOPIBHSHI. A came, SIKIIO BY30J [ PO3TJISIAETHCA, K TaKUH, 110 HAJEKUTh MiAPEIIITIII OUTBIIIOCTI
cynepcTpykTypu L1, Ta 3aifHATHI KOMIOHEHTOM OUIBIIOCTi, TOMI iCHYye 3 cmocoOu BUOpaTtH IBi
IJIOIIMHM 3 TPHOX B3a€EMHOTIEPIECHANKYISIPHUX TUIOMIMH MIAPEIIITKH OLIBIIOCTI, SIKI MICTSTh JaHUH
By30J. KoxeH 3 BapiaHTIB BHOOpY BIAMOBIAa€ TEBHOMY 3HAYCHHIO JIOKAJBHOTO TapameTpy
nopsaaky. KoxeH 13 mux JIOKAIbHUX MapaMeTpiB MOPSIKY MOKE OyTH OOYMCIICHHH, 3aJIEKHO Bij
BHOOPY 8 cycimHix By3:diB (i3 12), 1m0 Haye)aTh Til caMiil MiAPEIIiTIII.

) 1 8 ) 1 12
CA(|)+4%CA(nn) _CA(|)+4;:1CA(nn) )

3 4
1-3/4

SIKII0 BY30J1, IO PO3IUISIAETHCS, HAJIECKUTh MIIPEIIITII MEHIIOCTI, TO JIOKATbHHI MapameTp
JAbHBOTO TOPSAIKY BU3SHAUAETHCS SIK

771|,2,3 ()=

)+ C,(m)

Cai)- P (46)

1-1/4

n, (i) =

Mo>kHa JIeTKO TNEepeBIpUTH, W0 JIOKAJbHUM Tmapamerp JaJbHbOTO TOPSIKY, SKUH
BU3HAYAETHCS JUISI KOXKHOIO By3sa PIBHMH | y BUNAAKY 11€IbHOTO MOPSJIKY, 32 YMOBH, IO
MiPENiTKA BUOpaHi HaJIeKHUM YMHOM. Y BHUIAJKy HEKOPEKTHOIO BUOOPY MiJPEIIiTOK 3HAaUeHHS 77
Bix’emHe i piBHE -1/3.

€IMHUM TPaBUWIBHUM [APaMETPOM MOPSAKY 3 YOTUPHOX OOUYMCICHUX JUIs 33JaHOTO BY3Ina i,
Oyze ToH, 10 MaTuMe HaOUTbIlIe 3HAYEHHS TI0 MOJTYJIIO.
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2.2 3actocyBannst SKMF 1o BnopsiakyBanHsi B cTpyKTypi NizAl

Jnst Toro, mo0 YHHKHYTH YTBOPEHHS Ta IMOAAJbIIO] KOHKYpeHIii aHTH(]a3HUX TOMEHIB,
JOCTI/DKEHHS! KIHETUKU YIOPSAKYBaHHS 3aBXAW IOYMHAIOCH 3 OJHOPIAHOI 1 1IeanbHO
BriopsiikoBanoi ctpykrypu (to0to mpu T ~ 0 K). [Totim Temmeparypa MUTTEBO 30UIbIIyBajach 10
JICSIKOTO OUTBIII BUCOKOTO 3HAYCHHS, 1 JOMEH YaCTKOBO PO3YHMOPSIKYBABCS, MO MPHU3BOIMIO JIO
HOBOTO CTYIICHSI IMapaMeTpy NalbHbOTO mopsaky. Ilicims Toro sik cucremMa BpiBHOBaXyBaJlach,
mporieiypa MOBTOPIOBAIACH 3HOBY /IS iHIIOT BUOpaHOT TemmnepaTypu. Po3paxyHKH MOYHHAIKCH 3
PIBHOMIPHO PpO3MOJUICHOIO JOBUIBHOIO KOHIEHTPAIiI0 BakaHCiii (HMOBIPHICTH aJIsl KOXHOTO
By371a). [1ig yac mporecy BIOPSIIKYBaHHS, BAKAHCIi IIEpepO3NOIUISIIUCE MDK ITIPEITiTKAMHU.

[Mpouenypy, onucany B myHkTax 1.1 Ta 1.2, Oys0 3acTOCOBaHO AJiT MOJCTIOBAHHS CUCTCMH
AsB, ska imitye intepmeranin NizAl. Eneprii mapuoi B3aemonii V,, =-0.3eV, Vg, =-0.15eV i
Vg =—0.295 eV | Bukopucrani B MmoentoBanHi, Oy B3sTi 3 [15], 47151 BIATBOPEHHS BIACTHBOCTEH
dazu y-NizAl

Mooentweannsa 3 peanizayicto o00minHo20 mexanizmy ougysii. Ilpu 1poBeneHH1

MOJICTFOBAHHS JIJISl PsIIy BUOpaHUX TemIiepaTyp OyJ0 OTpUMaHO 3aleKHICTh (10 ApeHiycy) amis

koedirieHTiB Au(y3ii MideHHX aToMiB 000X KoMIoHeHTiB A (OunbiricTe — Ni) 1 B (Menmicts — Al)

Arrhenius

nokasany Ha puc. 4. Ixui kyroBi koedinienTn a NOB’sA3aH1 3 TEpPMOJAMHAMIYHUMU €HEPTisIMU

aktuBanii Q, 1 Qg mudysii MiveHnx aromiB A- i B-kommoneHT BinnosigHo 10 piBHAHHS (4.10).

-8

y = -1.1793x - 0.9938
R? = 0.9969

[l

sy

o
T

y = -2.4335x - 1.3268
R? =0.9997

-

1 1 1 1 1 1

-26 L
6 6.5 7 7.5 8 8.5 9 9.5 10 10.5
(1/kT) x 10%
Puc. 4. 3anexuicts koedinieHTIB Audy3ii MiueHUX aToMiB KOMIOHEHTIB A 1 B y cucremi AzB
(NisAl) s BumaaKy 0OMiHHOTO MeXaHi3My Tudy3ii.
Buxonsuu 3 piBHsHHS (24), MaeMO:

Q,=1.1793-10 ®J +E®™™ - V,, +V,, -Z

47
Q, =24335-10 ) +E™ _ v, 4V, -Z e
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Mu MOXEMO OIIIHUTH 3HAa4CHHs EHEeprii CIAJIOBOT TOYKH, JHIIe NPU TOPIBHSAHHI 3
excriepuMeHTanbHuME tannmu, Wit Ni y NisAl ue 6yne Qy ~3eV =4.8-10"°J [17]. 3sixcu

3HANIEMO
Qu ~ 6.05-10%°J
Q,/Q, ~1.27 (48-49)

Buma enerpis akrtuBanii npu audy3ii MiYeHHX aTOMIB MIHOPHOTO KOMIIOHEHTY OiHapHOT
cuctemu (Al y NizAl) B ymopsiakoBaniii L1, cTpyKTypi Y3ro/DKYeTbCsl i3 €KCIIEPUMEHTAILHUMHU
pesyabratamu [3], [18]. Bummii koedirient audysii Ni i menme 3nauenns Q; € pesynbrarom

toro, mo Ni Moxe audyHayBaTH B MEKaX BIACHOT MIJIPEUIITKH, 2 aTOMH MIHOPHOTO KOMIIOHEHTY
MOXYTb MITpyBaTH JMIIE CTPUOKaMHM B IHIIY HiApemiTky abo uepe3 aHTu(a3zH1 JedexTu
MIIPENITKH OUTBIIOCTI.

B xoni SKMF wmopnenmioBaHHS KIiHETHKH YHOPSAKYBAaHHS OYJIO TakoX 3HAWAEHO, IO
penakcailiiHa i30TepMa HaOIMXKY€EThCs (PYHKITIEIO TUTBKH 3 OJTHOI0 €KCTIOHEHTOHO:

nCné_ (_Lj (50)

I'padix Oe3po3mipHOoTO penakcamiitHoro 4wacy 7 (Puc. 5) BimoOpakae cranmapTHY
TEMIIEPATYpHY 3aJI€KHICTh:

T=1,exXp Qordering /kT: (51)

Arrhenius

o P -19 > .
KyroBuit xoedirienT a =2.32x10" J wma puc. 5, 3B’s3aHUI 3 TEPMOIUHAMIUHOIO

ordering

eHepriero akTuBarii Q KIHETHKH BIIOPSIKYBAHHS BIAMOBIAHO JI0 piBHSIHHS (24).

24 T T T T T T T T
22+
y = 2.32026e-19x - 1.73757
20 R? = 0.9998 .

18

In(t)

16

14

12 1 1 1 1
6 6.5 7 7.5 8 8.5 9 9.5 10 10.5

1/kT x10'°

Puc. 5. Penakcaitist 4acy /s KiHeTHKH BriopsiikyBanHs y cuctemi AsB (NizAl) y Bunaaky
0OMIHHOTO MeXaH13MY 1u(y3ii.
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BukopucroBytoun ominky (24), oTpuMaeMo 3HAYCHHS:
ordering __ -19 saddle ~ 1019
Q =2.32.10°J +E (o +Ves W ~59:107°7, (52)
SKe TI0Ka3ye, IO EHEeprist aKTUBAILil JUIS KIHETHKH BIIOPSIKYBAaHHS Yy BIOPSAKOBaHIA OiHapHIN
cTpykrypi L1, nocuts 6mu3pke 10 eHeprii akTuBallii MidveHUX aToMiB MeHmocTi (B*).
Mooentoeanns 3 peanizayicto 6aKanciinozo mexanizmy ougysii. J{ns MonentoBanHs 0yso

B3sTO (hiKCOBaHe 3HAuEHHs cepeHboi KoHuenTpanii Bakaunciii C, =107, 3 sikum Gy;10 MOBTOPEHO

IpoIeypy, aHAJOTIYHO JO0 BUMAIKY 3 OOMIHHMM MexaHi3MoM. B pesymbrarti oTpumano rpadik
3anexxHocTi (1o Apeniycy) koedirienTtiB qudy3ii komnoneHtis A i B (Puc. 6).

-5

-10

y = -5.0013x+22.408
R? = 0.9998

Ln(D)
[N
o

y = -5.6959x+22.099
R? = 0.99998

Iy
o
T

&
(43}
T

_40 1 1 1 1 1
6 6.5 7 7.5 8 8.5 9 9.5 10 10.5

1/kT x 10

Puc. 6. 3anexHicth koedimieHTiB qudy3ii mivenux aromis y AzB (NizAl) mis Bunaaky
BaKaHCIHOTO MeXaHI3My Judy3ii.

Tepmonmnamiuna enepris aktuBanii Q, 11 MiYeHHMX aToMiB KOMIIOHEHTY A Mae OyTH

CKOPEroBaHa BUXOTYM 3 EKCIIEPUMEHTaNIBHOrO 3HaueHHs Q,;, JoaaBanusM Bemmunan AE“* 1o
KyToBOro Koedimienra a ™™ mpamoi mokasanoi Ha puc. 6.
Q, ~5.00-107°J + AE = (53)
3Bakaroun Ha 3HayeHHs Q,; [17] AE¥™ ~—-0.20-10™"J mu otpumaemo
Q, ~5.70-10 ™ J + AE™* =55%10" eV = Q, >Q, (54)

IO SIKICHO Y3TOJDKYEThCSI 3 OTPUMAaHUMHU pe3yibTaTaMH I BHUIAJAKy OOMIHHOTO MEXaHI3MY
mdys3ii.
TunoBuil mpukiag penakcaii BIOPsIKyBaHHS OKa3aHU Ha puc.7.
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real
= = = gpproximation| 4

0.8

o
o

N—Nleq
0 —Teq

o
~

0.2

10 12
time %1012

Puc. 7. Penakcartist BopsiikyBanHs B OiHapHiit cuctemi AzB (NizAl) 3MonensoBana mpu
temneparypi T = 800 K st Bunaaky BakaHCIHHOTO MEXaHI3MY U Y3ii.

Bbyno BcraHoBieHO, IO penakcallis YHOpsIKyBaHHS HaOIMKYeThCs (DYHKIIEIO 3 CYyMU JIBOX
€KCIIOHEHT:

A STL DIPENE ot 55
1_77(03_( Azjxp( TlJJrAzexp[ Tz) (55)

SxicHo 1el pesymbTaT 30iraeThcsi 3 pesyiabraTamMu Koszyocekoro Ta Opamyca B [15],
oTpuMmanoro B xoai Monre-Kapno monemtoBanns. Hanpuxmnax, mis temneparypu T =800 K
3HaueHHS A mpubnu3Ho piBHe 0.03, 1 pemakcaniiHuil 4yac T, Maibke B JBa pa3d KOPOTIIUN HIK T1:
7,17, ~0.54.

OOuBa penekcarliifHi 9acu T ; T2 3a10BOJIBHSIIOTH 3aK0H ApeHiyca (Puc. 8):

35 T T T T T T T

In(7)

10 1 1 1 1
8 8.5 9 9.5 10
1/kT ©10'®

Puc. 8. 3anexHiCTh penakcaliifHuX yaciB Tq 1 T2 AJIs KIHETUKU BIOPSAKYBaHHS B cucteMi AzB
(NizAl) y BumajKy BakaHCIHHOTO MeXaHI3MY U y3ii.

34



Cepis «IIpuxnaona mamemamuxa. Ingpopmamurar

[Ticnist koperyBaHHs eHeprii akTuBalii 000X 3aJeKHOCTEH penakcallii BIOPSIKYBaHHSA, SKUM
BIJIMOBIAIOTH KYTOB1 KOE(IIIEHTH HA pUC. 8, OTPUMAEMO

Qlordering ~ 5.33.10—19 J

Q ordering __ 5 36'10_19J (56)
2 ~ .

AHANOTIYHO /0 MOJETIOBAaHHS, pEai30BaHOTO 3 OOMIHHUM MexaHi3BMOM  audysii,
TEPMOAMHAMIYHI €Heprii akTuBamii penakcamii BHOPSAKYBAaHHS BHUSBWINCH OJM3BKAMH TIO
3HA4YEHHIO JI0 eHeprii akTuBamii MiHOpHOro KommnoHeHTy (B) miuenux arowmis. Lle o3nagae, mo
BY3bKHM MICIIEM Yy NpOLECI BIOPSAKYBAaHHSA € AUQPY31sl MIHOPHOTO KOMIIOHEHTY (KOMIOHEHTY
MEHIIIOCTI).

BucHoBku

Ha ocuaoBi Metomy SKMF Oyino mnoOymoBano #oro Mojaudikamiro ais TpoOBEICHHS
MOJIENIOBaHHS AUQY31i MIYEHHUX aTOMIB Ta MPOLECIB BNOPSAKYBaHHA y OiHapHii cuctemi 3 ['IK
rpatHuIeto, mo npenacraise coborw cmiaB NisAl. Pesynaprat MonentoBaHHs Oyinu MOPIBHSHI 3
MOTIEPETHFO OTPHUMAHUMH pE3yIbTaTaMH MOJICTIOBAHHS IIUX YK€ CUCTEM METOJaMHU KIHETUYHOTO
Mounre-Kapno (KMC) Ta ekciepuMeHTaIbHUMU JaHUMH.

VY cucremi, 3M0/IeIbOBaHIN y paMKax JaHOi poOoTH, Oy BUKOpUCTaHi (hiKCOBaH1 3HAYEHHS
eHepriii mapHoi B3aeMo/lii, HAOMMXKEH1 70 PIBHOBAXHUX BIIACTUBOCTEW IHMX CHUCTEM, a TaKOX
3HAYEHHS €Heprii CIAJIOBOI TOYKH, $KI HaOMWKeHlI [0 mapameTpiB Audy3ii 1 KIHETUKU
BMNOPsIAKYBaHHS. EBouroriist KoH]irypaiii cuctem B mporieci audysii Oymo po3risHyTO Ha JBOX
PIBHSIX HAONIDKEHHS: a) 4epe3 MPOCTUi, aje Mamo(i3MYHUMA Miaxig oOMIHHOTO MexaHI3My Ta 0)
yepe3 OUThI peaibHy MOJENb 3 peaiizalli€lo BakaHCIHHOTO MexaHi3My mudy3ii. 3 ypaxyBaHHIM
BCiX HaONM)KEHb, OTMMCAHUX BHWINE, TUILKM BIJHOCHI 3HAYEHHS OIIHIOBAHUX TapaMmeTpiB 1 AKICHI
Y3rOJDKEHHS 3 eKCIIEPUMEHTAIbHUMHU Pe3yIbTaTaMi MO>KHA BBa)KATU CYTTEBHMH.

MopaemoBanus audysii mivenux aromiB Ni ta Al y NizAl mamo Bumuii koedirient audysii
s Ni, o € ouikyBaHuM eeKTOM, OB’ A3aHUI 3 JIETTIOO MiJAPENITKOBOIO AU(Y3I€r0 I aTOMIB
Ni B ctpyktypi L1, cuctemu NizAl. Takosk, BuIlla eHepris akTuBailii aus Midenux atomis Al i 11
ONM3bKEe 3HAYCHHS JO €Heprii akTWBalii KIHETUKM BIOPAJIKYBaHHS B TIM caMmii cuCTeMI
Y3TOJUKYETbCSI 3 EKCHEPUMEHTAIbHUMH JaHUMH 1O AuQy3ii Ta KIHETUIl BHOPAIKYBaHHS B
NizAl [3].
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Summary
V. Bezpalchuk, O. Bogatyrev, A. Gusak

SIMULATION OF TRACER DIFFUSION AND ORDERING KINETICS IN L1,
SUPERSTRUCTURE

Introduction

Tracer diffusion and chemical ordering processes in two FCC binary systems mimicking
Ni3Al and FePt were simulated by means of the Kinetic Mean Field (KMF) method. Some of the
results were compared with the ones previously obtained by simulating the same systems with
atomistic Monte Carlo algorithms.

Kinetic equations formulated within the KMF technique, as originally proposed by G.
Martin in 1990, describe the time evolution of configuration parameters which having a local
character are, however, averaged over macroscopic parts of the system (crystallographic planes,
sublattices etc.). Moreover, none of the known realization of the KMF method goes beyond the
point approximation — i.e. the atomic configurations are parameterized by average site
concentrations. In this way, any correlation effects are definitely beyond the current version of the
method.
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Purpose
The research aims at the development of the KMF based tracer diffusion method, chemical
ordering and tracer diffusion simulation processes in FCC binary system.

Results

This original method was modified to model tracer diffusion. (for two cases — exchange and
vacancy mechanism). As in KMF, we cannot trace the trajectory of individual atoms (as e.g. in
Monte Carlo simulations), therefore, we cannot use Einstein relation for mean squared
displacements of tracers. Instead, we used the well-known analytical solution for the point source.

Denoting: C,¢- — total A(B)-atom concentration, C,‘ie\ — A(B) - atom concentration, CZG\ —
A(B) tracer concentration, we have:

C,=C,+C°
C,=1-C¢-C}’

One expects the following time dependence of the locally averaged C, € X profile:

* 1
INC e~ X =const ———— X
— Agi

where X denotes the distance from the center of the layer originally occupied by the tracer atoms.
The slope of INCj€ X _vs. X ? yields the diffusivity scaled with respect to the simulation time

units.

The modelling by this developed method of Ni- and Al-tracer diffusion in NiszAl yielded higher
diffusivity of Ni — the effect anticipated in most of the related investigations due to easy
intrasublattice diffusion channel for Ni in the L1, superstructure of NisAl. In contrary to the
experimental investigations suffering from a lack of practically applicable Al* tracers, the
simulations made it possible to model the process directly. In addition, the higher thermodynamic
activation energy for the Al'-tracer diffusion and its value close to the simulated thermodynamic
activation energy for the ‘“order-order” kinetics in the same system is in agreement with the
experimental results concerning ‘“‘order-order” kinetics and tracer diffusion of admixtures
substituting for Al in NizAl.

Conclusion

It is interesting that the simulated “order-order” relaxations in NizAl showed either one or
twotime scales depending on whether the ‘“direct exchange” or vacancy mechanism for atomic
migration was implemented. The presence of the two-time scales might recall the results obtained
for NisAl by means of atomistic MC simulation.

Keywords: tracer diffusion, ordering, mean-field method, vacancies, atomistic modeling.
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