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(Monyuyera 20 wrona 1998 r. MpuHATa k neyatn 5 anpena 1999 r.)

IIpeioxkena TeopeTHyeckass MOJEb NMPELMIMTAIIMA TOYCYHBIX Ne(EKTOB B KpUCTaUIaX, KoTopas obobmaer
M3BECTHYIO MojiesIb XaMa. Vcronbp30BanHye TaHHOH TeOpUH MO3BOJIIIIO OIICATh KNHETHKY MPEIMITATAIIN KACIOPOsia
B KPCMHHH, OINpPEMC/IUTh KUHCTUKY HM3MCHCHHS CPCIHHX TCOMETPHUYCCKHX pasMepoB CKOIUICHHil. PaspabGorana
TeopeTnyecKass MOIEIb HEOMHOPOTHOW HO 00beMy MNpPELHUIUTAINK, KOTOpas MOXET OBITb HCHOJIb30BaHA IS
OIMCAHUS TIPOIIECCOB BHYTPEHHETO IETTCPUPOBAHUS U CO3[MAHMS AUIJICKTPUUCCKUX CJIOCB B 0ObEME KPEMHHSI.

1. BBepeHue

[penunuranys KUCIOPO#a JIGKUT B OCHOBE TAaKUX TeX-
HOJIOTMYECKHUX IPOLECCOB, KaK BHYyTpPEHHEE TIeTTepupoBa-
Hue [1,2] U cosgaHue AUINICKTPUYCCKUX CJIOCB B 00bEME
kpuctaiwia [3]. B paGore [4] 6bUT OpemIOKEH METON
MOJIEJIMPOBaHusA Mpoliecca MPEeLUIUTalud, OCHOBaHHBIH Ha
pewennn ypasHerust Pokkepa—ILnanka (OIT) st GpyHkimm
pacrpenesieHusi CKOIUIeHUi 1o pasMepam. J[aHHBIA momxon
ObUT B laJibHEliIEM pasBuT B paborax [5] u [6]. B Hux Gbit
UCIIOJIb30BaH KOMOMHHMPOBAHHBII METOJ MOJEIMPOBaHUs,
OCHOBaHHHIII Ha pelieHuH Au(QepeHIMaTbHbIX YPaBHCHHUI
IUTA KJIaCTepOB MAJIBIX pa3MepoB U ypaBHeHus PII ns cko-
wieHuii Gosbinoro pasmepa. Ilaee OyaeT MOKa3aHO, YTO B
9THX paborax [4-6] HeynadeH BHIOOpP GOPMBI KHHETHYECKHX
K03(p(PUITEHTOB, KOTOPHIE ONPENe/ISUIUCh U3 YCJIOBHS, UTO
POCT NpeLunuTaTa OrpaHuueH CKOPOCTBIO PEAKIMU IPUCO-
€JMHEHs MOHOMEPOB Ha IIOBEPXHOCTH KjiacTepa. OfHAKoO B
paborax [7-10], HapuMep, MOKAa3aHO, YTO POCT KHUCIOPOI-
HBIX INIPEIUNUTATOB OMHUCHIBAacTCs Teopuell XsMa, KoTopas
UCIOJIb3YeT MHYIO MOJEJb. POCT IPELUNUTATOB OIPaHUYEH
muddysueit Mmonomepos. B To xe Bpems Teopus XsMma He
MOKET OBITb HCIIONIB30BAaHA JJIS ONHMCAHHS HEOXHOPOTHOM
1o o0beMy npenunuranuy. B nanHoil paboTte 3TOT HegocTa-
TOK yCTpaHsIeTCS: IPEJIOKEHHAas MOJIesIb 0000IIaeT TEOpUIo
Xs5Ma Ha ciTyyail HeOTHOPOIOHOH 10 00beMy MPEIUITUTALUII
U TI03BOJIIET MOAEIMPOBATh BaXKHBIE TEXHOJIOTUYECKUE MIPO-
LIECCBL

2. Teopusa pacnaga TBepabiXx pacTBOPOB

B nmannOIl paboTre mpenmosaraeTcd, YTO KHHETHKA pPO-
CTa CKOIUICHHMI TOYEYHBIX [e(eKTOB OIpenessercss Hux
TeOMETpHEll W TPAaKTUYECKH HE 3aBHCHT OT BHYTpPEH-
Heit cTpykrypel. [loaTomMy B naspHeilmmeM MBI He OymeM
NPOBOMUTh PE3KOH TpaHMIBl MEXIYy KjacTepaMd U Ipe-
U TaTaMH.
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PaccMoTpuM KMHETHKY pocTa CKOIUIEHHH, NPOXOMSIIYIO
o cJienylomeii oopaTuMoii cxeme:

k(i)
AC+A= A, C,
g(i)

(1)

e k(i) u g(i) — kuHeTHuecKre KO3 PUIMEHTH CKOPOCTER
3axBaTa M BHIOpOca MOHOMepa MJIs LIEHTPa 3apOXICHUS,
MPUCOCITUHUBIIETO | YACTHII.

OTa MofIe/Ib COOTBETCTBYET POCTY MPEIUIATATOB Ha IICH-
Tpax 3apoxneHus C c xonrnentpamueit Nc. bynem cuurats,
YTO fAaHHAasd KOHIEHTPAlMs HE H3MEHAETCS C TeUeHHEM
BPEMEHU U MOJKET OBITH ONpefieieHa SKCIIEPUMEHTAIIBHO.

YuuteiBasi BaXKHOCTb BBIOOpa (POPMBI KMHETHYECKHX KO-
a¢UIIEHTOB, OCTAaHOBUMCS Ha 3TOM monpodHee. Kunetn-
Yeckre K0 HUIMEHTH JO/KHBI BKJIIOYATh [JBE CTAINH IIPO-
necca: mudpy3noHHYIO U peaKIMOHHYI0. Tak Kak 9TU cTaguu
MIPOTEKAIOT MOCJIeNOBAaTEIbHO, KWHETHYCCKUN K03 duIreHt
MeeT BHJ

\%
k i — o < 2
(I) lef(|) +Treac(|)’ ( )
rie V. — emuHmunbii o6bem, 7U(i), 7% (i) — cpemnee

BpeMsi, KOTOPOE YacTuLia 3aTPaTUT Ha qudPy3Huio K Kiractepy
U HETIPHUCOCIHHCHHIE K HEMY.

HuddysnonHoe ciaraeMoe MOXKET ObITh HaICHO U3 XO-
porio usBectHoro coorHommenusi CMoiyxosckoro [11]

\Y .
me D — koaduument auddysun monomepa, R(i) —

paauyc cKoruteHus u3 | yactuil. B pabore [12] mokasano, 4o
3aBMCUMOCTb PAJMyca OT YUCJIA YaCTHIl B KJIACTEPE MOXKHO
NPEJCTABATH B BUIE

R(i) = b(i +m)*, (4)
e b — BeJMUMHA MOPSIIKA PACCTOSIHUS MEKIY YACTHIIAME
B CKOIUIEHHH. BeJIMunHa M ompeiesisieTcss U3 yCJIOBHUsI, YTO
pasmep TIeHTpoB 3apoxkienns paseH R(0) = bnt*. 3xaduenne
mapameTpa « OMPENENAETCA U3 TPOCTHIX €OMETPIIECKHX
coobpaxeHuil (cM. TabiuILy).
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3aBUCHMOCTh napamMeTpoB o U ﬂ OT '€OMETPUM KJIaCTEPOB

o B
l'eomeTpus knacrepa «a B |— | —
l—a|1-p
Coepa 1/3 | 2/3 172 2
DpaxTabHbI K1acTep 1/D De+1| 1 |De+1
pasmepHocTH Dp F 2D |[DE—1|Dg—1
Huck, muametp D, d=const | 12 1 1 *
tomuwna d (D < d) |d/D=const| 1/3 | 2/3 1/2 2
Humnnp, auametp d,|d = const 1 1 * *
mmHa L (d < L) d/L=const| 1/3 | 2/3 1/2 2
Poct xsacTepoB Ha cTOKax 0 0 0 0
HEOrPaHMYeHHOH eMKOCTH

Hpu/vteuaHue. * HaHHOMy CJIy4yaro COOTBETCTBYET HEC CTETICHHOH 3aKOH.

Bpewms, 3aTpaueHHOE YacCTHICH Ha PEAaKIMOHHOE IIPHCO-
eMHEeHNe, paBHO [13]

Vv S(i)D E(i)
— = — -t 5
Treac(j) ro eXp{ kT |’ ()
e E; — oHeprus akTuBaImu 3axBara YacTHIIBL HA KJIacTep
u3 | dactun, rp — mepuon pemerkd, S(i) — rmromab
HOBEPXHOCTH KJIACTEPA,
S(i) = 4w’ (i + m)”. (6)

3HaveHus mapameTpa (3 Ui CKOIUIEHHH Pa3JIn4HOMN reo-
METPHUH MPEACTABJICHHI B TAOJIHIIC.

Beipaxkerust (3), (4) N03BOJISIOT HAATH OOIIMIT BUJ KIHE-
TUYECKOTO KO3 pHIEeHTa:

47DR(i)
[4mR(i)ro/S(i)] exp{E(i) /KT }
B 47Db(i + m)*
1+ (ro/b)(i + m)>—F exp{E(i)/kT}’

=17

(7)

Ecm E(i) < KTIn[b(i + m)?=*/ry], To npouecc pocra
CKoIIeHuit onpenensetcs uddysueit:

k(i) = 47DR(i) = 4xDb(i + m)°. (8)

B city4ae, eciiu 3HaK HepaBeHCTBa MEHSAETCS Ha IIPOTHUBO-
TIOJIOJKHBIA, BpeMsI IIPEOIOJICHUST SHEPreTHIecKoro dapbepa
ompenensieT GopMy KHHETHIECKHX KOA((UIMEHTOB:

k(i) = S(ri—ZDexp{—¥}

_ A (i+m™ { o } )

o - kT

Kunernyeckuit koa¢pduimeHt B Bune (9) ucmosb3oBaics
B paborax [4—6]|, OmMHAKO TaM pPACCMATPHBAJIUCH TOJBKO
chepHrUecKre MPETHITATATEL.

Jlst omucanust mporiecca, mpoxofsmiero no cxeme (1),
ucrosb3yercs ypasrenue OIT [4,14]:
aC(i, 1)
ot

=~ Z ki ~ 9IS 1

*%[thwgaﬂca,t), (10)

rme C(i,t) — KoHIeHTpaIWs [IEHTPOB 3apOXKICHHUS, [IPHCO-
CIIMHMBINKX | YacTuIl. V3 mprHIHIIA IeTaIbHOrO PaBHOBECHUS
BBITEKACT CBSI3b MKy KHHETHUECKUMH Kod(durmeHTaMun

g(i) = k(i — 1)NeCe(i — 1) /Ce (i) ~ k(i)Ne.

Kpome Toro, B ym000if MOMEHT BPEeMEHHU AJII CHUCTEMBI,
onuceBaeMoil cxemoil (1), BBIIOJHSIIOTCSL 3aKOHBI COXpa-
HEHHsl LCHTPOB 3apOXICHHS M OOLIEro Yhcia YacTHI[ B
cucreMe. JJaHHBIEC 3aKOHBI TO3BOJISIIOT HANTH CPEHEE YHCIIO
YaCTHII Ha EHTpax 3apoxueHus (i ):

[ic(, tydi

0= i:j) Cli,tydi s
i=0

2.1. Mpeuyunurauns, orpaHuveHHas aucpdysnen

B stom ciydae xuHeTHdyeckue Kod((HUIMEHTH oIperne-
sstiorest popmysoit (8). s MATEMAaTHYECKOTO OXKHIAHHS
(i(t)) MOXHO HCIIONB30BAaTh TAK HA3BIBACMOE MAKPOCKOIIH-
4eckoe ypaBHeHue [14]

% =ko(N = Ng) [(i(t)) + m|*, (12)

rne kp = 47 Db.

®opmysst (11) u (12) mossosisiior 3anmcars quddepeHim-
aJIbHOE YpaBHEHHE, OIMKCHIBAIOIICE U3MCHEHHE KOHIIEHTpa-
UM B TPOLIECCE PACIiajia TBEPIOro PacTBOpa:

dN(t) _ 11—«
gt = koNe [N(t) — Ng]

x {N(0) + mNe — N(t)}°. (13)
VYpasuenne (13) umeer ToyHOE pelICHHE:

N(0) + MmN — Ne
Ne — N

t=C+ R (a,a,l—f—a,—

y (N(O)—N+mN:> [N(0>—N+_mN:} R
NE —N kD -«
_ ~ N(0) + mN: — Ng
C= 2F1<a,a,1+a, Ne = N(0) )
me 1\ (M)~
" <NE—N(0)> oML (1)
3nech oFi — runepreomerpuueckas QyHKIUL
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st mpakTHdeckux mesieil ynooHee MoJib30BaThCs allpOK-
CHMAaLSMU, ONMCHIBAIOIIMMI HA4aJIbHBIA ¥ KOHSYHBII 3Tallbl
TIPEIUITTAIIN:

N = o el -0 e

(9} —s}, (16)

N(t) —Ng = Aexp{—Né*a [N(0) + mN — Ne]"‘kot}, (17)

rme S = MN:/[N(0) — Ng] = m/(i)g, koHcTanTa A ompe-
IeNsieTcs: U3 SKCIIepUMeHTa. BemanHa (i) B COOTBETCTBUM
¢ (11) npencrapiser coOOil PaBHOBECHOE CPCHEE YHCIIO
YaCTHI] Ha LICHTPAX 3apPOXKICHHUSL

Ecin npeHeOpeub HayajIbHBIM Pa3MEpPOM  BBIICIICHHIT
(m = 0), To KNUHETHKA YMEHBIICHUS KOHICHTPALMH MOHO-
MEpOB Ha IIEPBOM JTalle paciaiga TBEPAOro PacTBOpa UMEET
BHJ

N(t) — Ne

N(0) —Ne = exp{—l\lc{(l - a)

x [N(0) — NE]ath}ﬁ}, (18)

me a € [0,1). W3 ypasuenust (18) BoiTekaior op-
MyJIbl, HaiileHHble X9MOM Ha OCHOBE ypaBHEHHWil muddy-
sunm [15-17].

st cnyyast « = 1 ypasenume (13) MOXHO pemmTh
TOYHO:
N(t) — Ne . Ci

N(O) — Ng N(O) — Ng + (ml\b— NE) exp{Clth}’ (19)
rme C; = N(0) + mNe — 2NE.

Comnocrasinenne ypasaenuit (11) u (18) mossosster mpo-
CJICIATh 3aKOHOMEPHOCTb M3MEHEHHMSI CPEIHero 4mciia 4a-
CTUIl B KJIACTE€Pax M UX CPENHUHA eOMETPUYECKHUNA pasmep
Ha HavJaJIbHON CTA[WH paclaja TBEp/IOro pacTBopa:

1

(i) ~tme, (R~ (i) ~ T (20)
2.2. Tpeuunutauusa, orpaHu4eHHas CKOPOCTbIO
peakuuu npucoeanHeHUs

HanHas 3a7aya CYIIECTBEHHO YIPOINAETCSl, €CJIM Clie-
JIaTh TPEIIOJIOKEHUE, YTO DHEPreTHYecKuil Oapbep 3axBa-
Ta YacTHUIBl Ha NPENUNATAT HE 3aBUCHT OT €ro pasMepa:
E; = Ey = const.

Torna BepaxkeHHE UIsT KHHETHYECKOro KoaddurenTa (9)
MIPUMET BUI

Eop) b2, 5

k =4rDexpq—— ¢ — (i + m)”. (21)
kT o

B sToM ciydae MOryT OBITh HCIOJB30BAHBI PE3Yilb-

TaThl, MOJTyYCHHbIC B MpPeNBIIyIIeM pasmesne. Jocrarod-

HO W3MEHHTh B O9TMX ¢opmynax « Ha (G u kp Ha

kg = 47D exp {—Ey/KT} (b?/ro).
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Torma HavaJbHBII M KOHEYHBI STalbl NPELMIHTALIN
OymyT omuchIBaThCA (popmysiamMu

RO e = e { e (1= AINO) — Nk} 7

(R ~ 177 (22)
N(t) —Ne = Aexp {_Né*ﬂ[N(oH mN: — NE]ﬁth} . (23)

CreneHHas 3aBICHMOCTb U3MEHEHHSI pa3sMepa CKOIJICHHUIT
MO3BOJIICT AMATHOCTHUPOBATh MEXAaHU3M HX OOpPa30BaHMS.
ITokazaTesnu cTeNeHN Ul peakMOHHOro u auddy3uoHHOro
MexXaHu3Ma 00pa30BaHUs KJIACTEPOB PA3JIMYHON reOMEeTpUH
MIPUBEICHBI B TabJIHIIC.

Hns ciydasi chepudeckux BbIICJICHHN 3Ta 3a7ada ObLia
paccmorpena TapHOosutom [18].  Ero pesymprar MOXHO
nosyunts u3 (22), ecau nonoxutb 3 = 2/3. 3amerum, 4TO
3aKOHBI, [10 KOTOPBIM YMEHBIIAETCs KOHIIEHTpaLus MOHOMeE-
POB B Cily4ae MPELUIHUTAINN, OrpaHUYCHHON nuddysuein u
CKOPOCTBIO PEaKIU HA MOBEPXHOCTH, PA3JIMIHBIC.

3. WMccnepoBaHue KMHETUKMN
npeyunuTaunm Kucnopoga B KpeMHUM

B npenpimymem pasnese Obula NpeaiokeHa MUKPOCKOIIU-
Yyeckass MOJE/b paclajia TBepOblX pacTBOpoB. [ mposep-
KU JaHHOW TEOpHHM HaMH ObL1 MPOBEIEH SKCIEPHMEHT II0
OTKHUTY OC3ANCIIOKAIMOHHOTO KPEMHHS B aTMocdepe a3oTa.
Hcrnonp30Basvch MIaCTHHBI KPEMHHS, BRIPAIICHHOTo 1o Yo-
XpasbcKkoMy, N-tura (8 OM-CM), ¢ HAYATbHBIM COIICPIKAHHEM
kuciopona 1.4 - 1018 em—3.

KoHIeHTpanmst Mexy3eJIbHOTO KHCIOpoa B KPEMHHIH pe-
TUCTPUPOBAJIach 110 M3MEHEHMIO KO3((HUIMEeHTa IOIJIoNIe-
HUSA B MaKCHUMYyMe I10JIOCHI BOJIU3H 9 MKM IIpH TeMIlepaType
300K [1]. KuHeTrKa yMeHBIIICHHsT KOHIICHTPALMH KHCJIOPO-
Iia IpU TpeX TeMIIepaTypax OTXKWIa IMpUBeeHa Ha puc. 1.

70.0

T T TTTTT]

1.0

T T TTTTT]

0.1

n (NM0)-Ng)/(N(t)-Ng)

0 [ N A | 1 TR S B R |

10 100

Puc. 1. Kunernka W3MCHEHHMS] KOHLCHTPALMH MEKY3CIBHOIO
KHCJIOpOa B KpeMHHH. JINHAM — YHCIIEHHBIT pacder 1o (opmy-
sie (13). Temmeparypst omxura, °C: 1 — 1100, 2 — 950, 3 — 850.
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TemmneparypHasi 3aBUCUMOCTb KOHIIGHTPALMHU LIEHTPOB 3a-
poxnennst Nc Oblia orpesesieHa 1Mo JaHHBIM MUKPOCKOITIYe-
ckux HaOmoneHuil. CunTanoch, YTO KOHIICHTPAIKs LIEHTPOB
3apOXKICHUS paBHA KOHICHTPALMH [IEHTPOB BBIACJICHUS Ha
KOHEYHOU craguu pacnafa. IlosydeHHbII Hamu pe3ysbTaT
HAaXOIWJICSI B XOPOIIEM COTJIACUM C JAAHHBIMH MUKPOCKOIIH-
veckux HabsmoneHuit [1]:

Ne = 0.15exp{2.65/kT}, cm 3. (24)

CyIecTByeT HECKOJIbKO Pa3JIMYHBIX MHEHHIl 00 UX NpH-
pone. Cunrtaercsi, YTO LEHTPHl 3apOXKICHUASA MOTYT 00pa3o-
BBIBATbCSL KaK Ha JAeeKTax pEIeTKH (TCeTCPOreHHBIA Me-
xaHu3M [19]), Tak U NIpu OOBbCIUHCHUU HECKOJIBKUX OJIM3-
JIKAIUX aTOMOB MEKY3eJIBHOIO KHCJIOpofa (TOMOreHHOE
3aponpinieoOpasosanue [20]).

PaccMOTpYM IOMOICHHYIO CXEMY NpPCLUINUTALNH, Pealli-
3yeMyI0 IOCJIeJOBATEJIbHBIM MPHCOEIMHEHNEM MOHOMEPOB.
VYuuteiBas, 4TO YCTONYMBBIMU SBJIAIOTCSH TOJIBKO CKOILUICHHS
pasmepa M (LEHTPHI 3aPOXKICHUS), MOXHO HCIIOJIb30BATH
cliefylomee MPUOIDKCHAE IS 3aKOHA COXPAHCHUS MOHO-
MepoB: N(0) ~ N + mN;,. Torna 3akoH JeHCTBYIOINX Mace
3aIMCHIBACTCS CIICAYIOMIM 00pasoM:

[N(0) — mN;™
,\b = Nm = T exp{—Em/kT}, (25)
f
rme M — 49YHCJIO aroOMOB KHCJIOpPOZAa B  3apOMBILIC,
N(0) — HavasbHash KOHIIEHTApIUS MEXKY3€IbHOIO KHCJIO-
poma, Ny = 510 — 4uciio Mex0ys/Hil B €MHUIE

o0beMa KpHCTajUla KpeMHus, Ey — 9Heprus o6pasoBaHus
KOMIUIEKCA U3 M YaCTHIL.

ComnocrasiieHue BelpaxeHuit (24) u (25) maer 3HadeHue
M= 5, T.e. B 9TOil MOJEJIU LICHTP 3apPOXKICHHUS COCTOUT U3
IIITH aTOMOB KHCJIOPOJIA.

PaBHOBeCHYIO KOHIIEHTpalnio MoHOMepoB Ng ompenesnsim
U3 SKCIEPUMEHTAIbHBIX KHHETHYECKHX KPUBBIX B OOJIACTH
Oosbimx BpeMeH. 13 eThlpex napameTpoB ypaHenust (13)
peasIbHO IPUXOIUTCS IOAOUPATh TOJIBKO OIHH HapameTp Kp.

HaiineHHble 3HAUYCHHUS [ApPaMETPOB XOPOLIO OIKCHIBA-
I0T 9KCIIEPUMEHTAJIbHBIC NAHHBIC [0 YMEHBIICHUIO KOHIICH-
TPALMH MEXY3e/IbHOr0 KHCJIOPOa B XONE IPEIUIUTAIIH
(puc. 1).

OKCIepUMEHTAIbHEIC JaHHbIC IPU PA3HBIX TeMIepaTypax
II03BOJIAIOT HAWTH TEMIIEPaTYpPHYIO 3aBHCUMOCTb NAHHOTO
KHHCTHYCCKOro K03 dHIICHTA:

ko = 3.08 - 10 8 exp{—2.44/KT}, e’ /c. (26)

DHeprusi aKTUBAIMK B BbIpaxkeHUU (26) paBHA SHEPIUU
aktuBaimy JHGQY3NH Mexy3esIbHOTO KHCJIOPOia B KPeM-
Huu [21]. Ecou npussite Mopmenb pabor [4—6], B coOTBeT-
CTBHH C KOTOPHIMH POCT MPELHUITUTATOB OrPAHIIUBACTCST Pe-
aKuueil MOBEPXHOCTHOIO HPHCOCAUHCHHSI, TO KCICPUMEH-
TaJIbHO HaliICHHbIC SHCPTHU AKTHBALMH TEMIICPaTYPHOI'O
K03((pUIIMEeHTa TOJLKHB OBITH OOJbIIE Ha SHEPTUIO aKTHBa-
1K npucoennHeHust. Takum 006pa3oM, MOJIelTb, IPUHSTAsK B
pabotax [4—6], MPOTUBOPEUUT FKCIICPUMEHTY.

80

e KX

20

i 3
le

10 100 1000
t., hour

Puc. 2. Kunermka W3MCHCHHS CpPENHErO paiyca HPELHII-
tatoB. JluHmm — wumcieHHBII pacder mo Qopmymam (13) u
(28), Toukn — mauHele paboThl [22]. Temmeparypsl oTxkura, °C:
1 — 900, 2 — 700, 3 — 600.

Tak xak peanusyercs: nupdy3noHHAS MOIEIb, TO MOXHO
Haitu ko3¢pdument qupdysun: D = kp/4xwh. [Napamerp
b = 2.5A MOXHO OLEHHTh U3 ILUIOTHOCTH dassr SiO;.
ITonyueHHOe 3HaYeHUE

D = 0.05exp{—2.44/KkT}, cM?/c (27)

XOPOIIO COMJIACYeTCs C JAHHBIMU IPYrux aBTopoB [21].
Pemass upcyienHo ypasHenue (13) coBmectno ¢ (11),
MOXHO BBIYHCJTUTb CPCIHUN Paguyc B JIOOOH MOMEHT Bpe-
MCHI
3/3b3(i(t))
47

Ha puc. 2 npuBeneHo cpaBHeHHE paanyca, HalIEHHOTO
¢ momorpio popmyn (11), (13), (28), ¢ maHHBIME pabo-
Tl [22]. CoGpanHble B cTaTthe [9] IKCIEPUMEHTAIIBHBIC
NaHHBIC 10 M3MEHEHWIO CPEIHETro pajnyca IpEelrIiTaToB
OT BPEMEHW TPH Pas3jMYHBIX TEMIIEPATypax IOKa3bIBAIoT,
9TO HA HAYaJbHOM ITalle MPEHHIUTAIMN €r0 YBEJMYCHHE
OpoHucxXomuT mo 3akoHy R(t) ~ t?, uTo cormacyercs c
Gopmysnoit (20) u Tarke momTBep:KAAcT IU(p(Y3HOHHBI
MEXaHI3M 00pa30BaHMsl KHCIOPOIHBIX MPEIUIIUTATOB.

R(t) = : (28)

4. HeopHopopgHas no o6bemy
npeunnurayns

[Ipocreiimas monenb, o0bsAcHsOmAas 3(h¢eKkT BHyTpeHHE-
ro TeTTePUPOBAaHMS, OCHOBAaHA Ha PEIICHUU OIHOMEPHOIO
nuddysnonroro ypasHenust [1].  OpmHaKo OTHOBPEMEHHO
¢ muddysueit TPOUCXOMUT MPENUNUTANNS KHCIOPOaa, TaK
Kak 3TH JIBa IIpoliecca Hepas3sphIBHO CBA3aHBI MEXKIY COOOM.
[Toaromy k mu(py3noHHOMY ypaBHEHHIO CIIETyeT T0OaBUThH
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MogenuposaHue HeogHOPOZHOU Mo 0bbeMy NpeuunuTaLnml KUCopoga B KPeMHUN 1285

YJIeH, OTBETCTBEHHBIH 32 KHCIOPOAHYIO MTPELUNUTALHIO:

% = —koNN(%, 1) — NeJ{(i(x, 1))+ m}
+ D(0°N(x,t)/0x%), (29)
Lig{m = ko[N(%, t)~Ne] {(i(x, 1)) + m}e.

HayvanbHbie ycCJ10BUs 3aJa4v MOXHO IPEACTaBUTL B BUIE

N(0), x>0 . m,
0. x>0 iy 0y)= >
Ng, x=20 0, x=0.

N(X7 0) =

ByneMm cumTath, YTO LEHTpPHl 3apOXKACHUS PABHOMEPHO
pacrpesiesieHbl 10 MJIACTHHE, a UX KOHICHTpalus oIperne-
ssiercst u3 (25).

Pemrast wiciieHHO cucTeMy ypaBHeHHU (29), BbIMHCIISIEM
KOHILIEHTPAIUIO KUCJIOpOfa 1o IIyOuHe obpasla mocje oT-
’KUTa B TeUeHUe BpeMeHH t mpu Jiro0oil TeMmeparype.

Ilomydennsle npoduIM KOHIEHTpAIMU IO3BOJIIOT Olle-
HUTh mUprHy GesnedextHoit 30ub (IIIB3), mony4arontyocs
B mporecce oTxkura. B kadectBe kpurepusi oueHku 1153
M0 PACCUYUTAHHBIM IPOGIIIAM KOHLIEHTPALK ObLTa BEIOpaHa
BEJINYMHA, IPOTIOPLIOHAIbHAS TUCTIEPCHH TPOQHIIA KOHIICH-
TpaLyK:

1/2

A (2fx2[NE — N(x,t)]dx) (31)

TINe — N(x, 1)]dx

PesynpraTsl Takoil OIIEHKW NPHUBENCHBI Ha pUC. 3 B Cpas-
HEHUH C IKCIICPHUMEHTAJIbHBIME JaHHBIMH, B3SThIMA 13 [1].
HecMoTpst Ha 60JIBIIYIO OTPEITHOCTD SKCIEPUMEHTAIBHOTO
onpenesenuss 1163 (maHHYIO BeaMYMHY ONPENENSIOT IO

0 2 4 & 8 10
t, hour

Puc. 3. 3aBucumocTs mmpuHb 6e37ie)eKTHOM 30HBI OT TeMIIepaTy-
PBL U BpeMEHHU OTKHTa. JINHIY — 4UC/IeHHBII pacdeT 1o GopMynam
(31), Toukn — pmauHele pabotsl [1]. Temmeparypsr omxkura, °C:
1 — 1200, 2 — 1100, 3 — 1000.
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| 1 1 | L

0 1 2 J 4 5
z, pm
Puc. 4. PacnipenienieHne KuCIopopa 1o ITyOHHE IUIACTHHEL TIOCIIE
omkura ipu T = 900°C B Teuenue 40 MuH. JIMHUM — YHCIICHHBII

pacder mo ¢opmyrtam (29), Toukm — pgaHHBIE paboTe [23].
Hoser, em™ 2 1 — 10,2 — 3. 108,

pe3yibTaTaM MIKPOCKOIIMYECKIX HaOTIONEHMI CKoJIa IIIac-
THHBI TIOCJIC CEJIEKTHBHOIO TPAaBJICHWSI) M HEOIpe/ieseH-
HocTh Kpurepusi (31), HabiomaeTcsi yIOBJIETBOPUTEIBHOE
coracue.

B HacTosimee Bpems aKTHBHO BEIyTCs pa3pabOTKH Tex-
HoJIoTHX “KpeMHHMi Ha mudsiekTpuxe” (SOI — silicon on
insulator), COrJIaCHO KOTOpOIii CJIOH BBICOKOKAYECTBEHHOI'O
MOJTYIPOBOIHMKA (KpeMHHs) (HOpMHUpPYETCST Ha H30JIHPYIO-
[eM CJI0e¢ AMOKCHAA KpeMHus. IlepCreKTHBHBIM METOIOM
cosnanus cTpyKTypbl SOI 17151 cBepXOO0JIBIINX HHTETPATTBHBIX
cxeM (CBUC) sBisieTcss MMIUIAHTAIHsl KUCIOPOA B IPH-
MOBEPXHOCTHBII CJIOH KPEMHHsI C HOCIICIYIOMIM OT)KHIOM.
M3omupyronmit cj10it HEOOXOIUMON TOIIMHEL (POPMHUPYETCS
B IpOIeCCe OTIKMIAa KPHUCTAUIAa B TEYEHHE HEKOTOPOro
BpPEMEHH TPH OTIpeeICHHOI TeMIleparype.

IIpenyiokeHHast B TaHHOW CTaTbe TECOPHS KUCIIOPOTHOM
NPELUITATALMA TO3BOJISICT IPOMOIEIMPOBATh TAKOU OTIKUT
C TIOMOIIBIO crcTeMbl ypaHeHuit (30) U moMo4Yb B BBIOOpE
COOTBETCTBYIOIMX BPEMEH M TEMIICPATyp HPOBEICHUS MPo-
IICCCOB.

Ha puc. 4 npuBenieHa o0Imasi KOHIEHTpAIWsT KACIOpoa
(M MeKy3eJIbHOrO, W BXOMSIIErO B MPEIMIIUTATH) B 3aBU-
CHMOCTH OT IJTyOHMHBI NMpPU ABYX Pa3jIMYHBIX UMIUIAHTHPO-
BaHHBIX [03aX, HOCje OTkUra. Toukamu MOKa3aHBI JKCIIC-
PUMEHTaJIbHbIC TaHHbC [23], CIUIOIIHBIMA JIMHASIMH — pe-
3yJIbTAaT MOJIEJIMPOBAHHS C TIOMOIIIBI0 ypaBHeHuit (29). B ka-
YeCTBE HAYaJIbHBIX YCJIOBHA IPUHUMAIIOCH, YTO MEKY3EJIb-
HBI KHCJIOPOX paclpefesieH mo IwiactuHe mo layccy, a
KOHLICHTPALWsI [ICHTPOB 3apOXKACHHS OMPECIIsIeTCs B COOT-
BetcTBUH ¢ (25). XOpomo BUIHO, 4TO HIPU HeOOIBIIONH 03¢
KHCJIOPOJia IPELUIUTALMS He BO3HUKACT U IPO(HIN UMEIOT
qicTo ¢ dy3noHHbI By, T1py HOBBIIICHHH 03Bl GOJIbIIE
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HEKOTOPOH KPUTHUIECKON KUCIOPOI HauMHAeT 00BEIUHATHCS
B IIPELMITUTATEI, KOTOPbIE IIPH YKPYIHEHUH ITPEBPAIIAIOTCA
B JUAJICKTPUYECKU cJIoi. MOXXHO BBIOpaTh CJICMYIOUIUI
KpUTEPUH CITASHUSA NPELMITUTATOB B TUJICKTPUYECKHUIA CIIOM:
CpemHUI pagryc MPEHUITNTATOB CTAHOBHUTCSI OOJIBIIE TOJIO-
BUHBI PACCTOSIHUA MEXAY NPELUITUTATAMU,

Y
b3&>—NC13.

47 2

5. 3akniouyeHue

IIpensioxkeHHass KUHETHYECKasi MOJIEIb PAcIafa TBEPIbIX
pacTBOPOB HE TOJIBKO XOPOILO OIMCHIBAET MMEIOIIIECS SKC-
MEepPUMEHTAJIbHBEIE [TaHHBIC 10 NPELUNHATAIMKA KUCJIOpoaa B
KPEMHHH, HO ¥ MTO3BOJIIET MOJEIMPOBATh TEXHOJIOTNIECKUE
IIPOLIECCHI, CBA3aHHbIE C MpeIMNUTaIrell Kucaopoa.

Pabora BbIOSTHEHA TTPY MOACPIKKE TPAHTOB ~ YHUBEPCH-
tetl Poccun”, PODU, "MunucrepcTBa HayKu U TEXHOJIO-

2
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Peoaxmop B.B. Yanoviuwes

Inhomogeneous oxygen precipitation
in silicon
S.V. Buliarskii, V.V. Svetukhin, O.V. Prikhodko

Ulyanovsk State University,
432700 Ulyanovsk, Russia

Abstract A theoretical model for the point defect precipitation
in crystals has been proposed, which is a generalization of the well-
known Ham’s model. Equations obtained are helpful in describing
solid solution decay in silicon. A theoretical model of a non-
uniform spatial precipitation is developed, which may serve as
a basis for consideration of processes of internal gettering and
dielectric layer creation due to oxygen implantation in silicon and
sequential thermal annealing.
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