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YBEJINYEHHUE 4YBCTBUTEJIBHOCTU
INIOBEPXHOCTHO-UOHU3AIIMOHHOI'O JETERTUPOBAHUSA
ATOMHBIX TIIOTOKOB C HOMOMIbI0O PEAKINV 3AMENIEHIIA
HA IIOBEPXHOCTH SMUTTEPA HOHOB

3. A. Bandbepe, I{. M. Hacpyaraes, E. B. Pymeros, A. A. Tonmeaode

IIpoaHaIM3EPOBAKE PE3YIbTATH PAabOT 10 U3YTEHUIO COBMCCTHOM aacopOuMM MOTOKOB Mo-
aerysx CsCl m aromoB Z (K, Na, Li, Ba, Tm, Pt) Ha 1maccUBHOil 0O OTHOWICHUIO K KaTaJMTH-
9YeCKOE NUCCONEALMA NOBEPXHOCTH HPHAMA, IMOKPHTOI Mowocaoexm rpadura (Ir—C), ¢ Toaxu 3pe-
HEA BO3MOKHOCTH VYBEeJWYeHAsI YYBCTBHTEIBHOCTH IIOBEPXMOCTHO-UOHM3ANUOHHOTO [JeTEKTHPO-
BaHHs IDOTOKOB aTOMOB Z CO 3HAYHTENLHHME DOTeHUHalaMe moHmsanmn. Haiimemo, uro peaxumm
samemeran Z-}-nCsCl — ZCl,4-nCs (n — BaJIeHTHOCT aTOMOB Z), HAIOMIIe BO3MOKHOCTH JeTeK-
TAPOBATH BMECTO aTOMOB Z aTOMil Cs, BO3MOJKHH JIUINb NPH YCIOBHU XeMOCOPOIHH aTOMOR Z.
VCTaHOBJIEHH HYKHEE MJIA NOCTHKGHEA MAKCEMAJIBHOU YyBCTBUTEJBHOCTH MACTEKTHPOBAHEA
TeMmepatypsl Ir—C Z COOTHOmEHHWS MEKAY BeJINYIHAMH IIOTOKOB AaTOMOB H MOJICKYJ.

IeTexTEpOBaHEE aTOMHHX IIOTOKOB IPOM3BOJAT Yam[e BCEr0 HyTEM HU3MEDEeHHS
BOHHOTO TOKa IPH MOHMW3aNUX MOTOKA KakmMm-nubo cmocoGoM. Benwumua cedenus
WOHM3aNUA NPWHOUNWAILHO OTPAHAYABAET TYBCTBHTEIBHOCTh [ETEKTHPOBAHHUA
(mampmmep, cedennsa moHmsanuu saextporamu ~1073—10-%). BeposaTrocts moBepx-
HOCTHOH MOHEM3aDWM 3aBHCAT OT COOTHONIEHHA MEKIY IIOTEHIWAJOM moHm3amud V
aToMoB W paboToil BHXOHA ¢ dMUTTEPa WOHOB. IIpW 0TCYTCTBHN CHIBHEIX BHEIIHEX
3JEKTPUIECKEX IoJaedl nupa 0160pe MOHHOIO TOKA, YTO HMEET MECTO B HOBEPXHOCTHO-
MOHM3AMUOHHBIX IEeTeKTOpPaX, IJIOTHOCTH TOKA

ev

= Guceyg (1)

1+Bexp|:—-—7c-T—‘

rge v — IJIOTHOCTH HOTOKA aToMOB, B — cna6o zaBmCAmuil OT TeMOepaTyps aMHAT-
tepa T xosddunment, e — saeMeHTapHHHA 3apaAnN, £ — mocTosmHaa Boabnmama [1].
Ilpa e (¢—V) > kT (ycmoBme Jerkoit MOHM3AIAH)

jrzev, (2)

T. . OIPAaKTEIECKH Ka’KIOHH aTOM IPEBPAIlaeTcs B MOH M JOCTHUTAeTCsA OpeelbHas
9yBCTBHTEIBHOCTD [eTEKTAPOBAHUA.

Ilockonpry MakcmMadbHEIE ¢ MeTamtoB <_ 6 aB [2], a Bosmomume kT~
~0.1—0.2 3B, TO Jerkas HOHHM3amWA Ha METANIHYECKHX DMHATTEPAX BO3MOKHA
ammb atoMoB ¢ V < 6 8B. Moxuo yBenmamBath ¢ 10 ~7 5B myTem Hamycka Kucio-
pona [3], HO 3TO mpEBOEET K HecTaGHABHOMY DeKEMY PaGOTH AeTeKTOpa.

B paGorax [* 5] npegmoskeno nia yBelmueHEA YYBCTBHTEIBHOCTH JeTeKTHPOBA-
HAA aToMOB Z ¢ GonpmuMu V HaOpaBIATh HA SMATTED OMHOBPEMEHHO C 3THM IOTOKOM
OOTOK MONEKYJ IeJ0YHO-TaNOHRHEX coledl MX W HeTeKTEPOBATh IyTeM MOBEPX-
HOCTHOM MOHM3aIUM BMECTO aTOMOB Z aToMH M ¢ ropasgo MeHsmuME V, BHIEXAN0-
mEecs Ha 3MHTTepe B peaknumax samemends Z-+MX —» ZX~+Mj(aBTops Ha3palm
TAKO# CHOCO0 NEeTeKTHPOBAHWMS «XMMHICCKOH TMOBEPXHOCTHON moEmaammein). [luas
ero pearmsamum TpeGyerca, 9TOGH MONEKYJH He THCCONUAMPOBAIH, amcopbmpyach
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HA OMUTTEPe, T. e. 4T00Bl OMHETTEDP OB NaCCHBEH IO OTHONIEHHIO K AHCCOTHAIAM
MOJIEKYII.

HecMoTpa Ha BaKHOCTH YBENHYEHHS YyBCTBUTEIBHOCTH TEeTEeKTUPOBAHHUA [IJA
MHOLUX 337127, CHOCOG XMMUTeCKO# HOHM3ANEM He GLLT MCCTETOBAH I 9TO CHEPSKH-
Bano ero mpmMenehme. OueBmIHO, 9TO BHXON PeaKmmil Ha MOBEPXHOCTH IMHETTEPA
OJI7KeH 3aBHCETH OT CBOMCTB aTOMOB Z | MoJekyax M X, ot poja SMHATTEPa O ero TeM-
OepaTypsl, a TAKKE OT COOTHOWEHHS MEKIY HOTOKAMH aTOMOB vz W MOIEKYH Vyr.
Hs MOJIeRY I MX naumboxee yno6au ranoremmmer Cs (Va23.89 5B), a m3 IMHUTTEPOB
€ MaCcCMBHOM MOBEPXHOCTDI0 — IPSIMOHAKANBHEE IPOBOJIOKH W JEHTH u3 Ir, HOKpH-
Thle MOHOCTOeM Ipadura [$°] ¢ ¢~4.5 3B.

[Ipm wmaywenmm coBMeCTHOH# amcopOmmm monexynx CsCl ¢ aromamm K, Na, Li,
Ba, Tm m Pt ma mosepxmoct: Momocion rpadmra ma Ir (Ir—C) B paborax [10-14]
MBI TIOJIYYHIH CBEEHAA O PANe XaPaKTePHCTHK XHAMAYECKOH IIOBEDPXHOCTHOH MOHH-
sauuu. ATOMH BHGpaEHOro HaGopa CYMECTBEHHO PasIEIaloTCA IO BEJHIEHAM V
{or V,=4.34 B 5o Vpy=38.9 aB), a raxske mo BamemTHOCTE R (0T R=1 10 3).

B pa6orax ['°71*] mcmons3oBam MeTON MOCTOSHHHEX HOTOKOB 9acTAN W HCCIe-
ToBaNH KTHETAKY PeaKnuii Me;kay atoMamu Z 1 moxexyiaamn CsCl mpz pasnuaanx 7,
vz U vcscl  C TOMOIIBIO IKCIEPHMEHTATBHEOIO ONPENENEHHS ABYX XaPAKTePHCTHK:
1) opdexrurnocTn peaxmum [10]

2(T)= “osct — Vascr (7)) 9Ger (1) 3)
vesel vesel

tae vesci — OOpaTHHE fmecopGmpyommiica ¢ SMmTTEpa IOTOK MOJEKYJI, HE yda-
CTBYIOMHAY B PEAKIIUY, & PA3HOCTD vosei— Vosct (') PaBHA BHIENHBIIEMYCS B Peak-
nusx KoxmiecrBy atomos Cs, rarx Kak monexyit CsCl He MCHBITHBAIOT yOpyroro
orpakennsa or mosepxrocTn Ir—C [*]; arm aToMmu gecopbupyooTcs B BHIe IOHOB
Cs* myreM mosepxXHOCTHOM moHMWBamun mpu Temumeparypax Ir—C, 6Oapmux moporo-
BBIX juis derxoi nommaanun Cs ma Ir—C; mo (3) 0 <C 1< 1; 2) xospdunmenra mc-
TOJIB30BAAMA aTOMOB Z B pearkpuax [M1]

ves+ (T)

vz

A(T)= , (%)

KOTOPHIZ IPAMO CBA3BIBAET KOJUYECTBO ofpasyromuxcsa nmoHoB Cst ¢ MOTOKOM aTo-
MOB vy H, TAKHM 00pa3oM, JaKTHIeCKH ONpefelseT TyBCTBHTEIBHOCTh €T0 TEeTEKTH-
poBaHMA OyTeM XNMMHYECKOR WMOHM3AOWH; €CciIW BAIEHTHOCTH aTOMOB Z paBHA R,
1o npu npepensHoM samemeruu nCsCl+Z — ZCl +nCs, mosromy 0 < x < n.

He mosTOpsisa ommcammsa sKcmepEMeHTOB B paborax [1°~!4], ormermm, uTo TiaB-
HEIM 00beKTOM McCIefoBaHmE B HEX Onurm saBmcuMmoctd 7 (T, vz, vesqi), KOTOPHe
MOYKHO MCHONb30BaTh MIA Haxomuewus x (I, vz, vesc), Tark Kax wo (3) u (4) 1 (T)
2 x (T) cBA3aHHE COOTHONMECHEEM

VARY
»(T)= "?_(_)v(*_qm. . ()
Z

CosmecTroe paccmorpenume paGor [0 mpuBomnT R CHefyIOMEM 3aKIIOICHEAM
-OTIIOCUTEIBHO XHMUIECKOH HOBEPXHOCTHOM MOHH3AIKH.

1. IlyreM XuMHYeCKON MOHHM3AI(HM MOKHO HETEKTHDOBATH JUOIb ATOMBI TEX Jie-
MEHTOB, KOTOPEIE XeMOCOPOUPYIOTCA 1 00IaKaloT 3HAIATEIbHEIMYE BPEMEHAMY JKE3HM
Ha mosepxmoctd. Ilockonpky momerynu CsCl ¢msamcopbmpyiores ma Ir—C [1€],
TO UPHA PU3UTIECKON amcopbmuyM TaK:Ke I aTOMOB Z BePOATHOCTE BCTPEY MEKITY HEMH
M MOJIeKylaMd 3& BPeMsA JKU3HH Ha IOBEDXHOCTH UPE3BHYAHHO Majla M peaxknmu
IPaKTAYECKN He IPOHCXONAT; 3TO mMeeT MecTo yxke B caydae Pt (V=8.9 aB) [3].
AtomH ¢ GoapmmMd V ¢maagcopGEPYIOTCSI, MOTOMY YT0 OKA3HIBAIOTCA HA IMOBEPX-
HOCTHE HE3aPAKEHHEIME U MOTYT CBASHBATECA C aJCOPOCHTOM TONBLKO CIAGHIMHA CH-
namu Ban gep Baanbca. Takmm o6pa3oM, KPYr 3JeMeHTOB, KOTODHE MOYKHO IETEK-
THAPOBATH MyTeM XUMHIECKOH HOBEPXHOCTHON HOHM3AaLHWH, OIDAHMYEH.

2. Xemocopbupyromuecs Ha IHACCHBHOHX HOBEPXHOCTH ATOMH Z MOTYT B HEKOTO-
PHX CIy49aAX CTaTh KATATUTHIECKH AKTEBHLIMHE IMEHTPAMHA I JECCONMANHAM IIOCTY-
MaromuEx Ha ToBepXHOCTh MoxerylX MX. B aToM caydae amaToMe Z He PacXOOYIOTCA
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B PeaKknusx ¥ MOTYT OPEBOIUTh K AMCCOLMALUE OOIBMOro KOJHYeCTBa MUTPUDYIO-
MEX K HAM MOJEKYJ; IPU 3TOM H3MEPEHHA v; CTAHOBATCS HeBO3MOKHHME. Ofuako
BTOT CAyIail JIETKO DKCHEPHUMEHTANbHO BHIABIATH IO BEJIUIHHE %, KOTOPas CTaHO-
BATCA GONBIION W 3HAYMTENBbHO IpeBmmaer x=n. OTMETHM, YT0 ONPEJeJeHUE BOIR-
9@H x CIYKHT yHoOHHM cmocoGoM ompefeleHus THIA PeakIui Ha NOBEPXHOCTH
(ygacTus MONEKYJ B PeaKIuUAX 3aMeIUeHUs UK JTUCCOIMALUY Y aKTUBHEIX OEHTDPOB),

3. Ecim xemocopOupylomuecss atoMbl Z 00I1amaioT BaJeHTHOCTBIO R, TO IDH
XUIMHUIECKON MOHU3ANHUM TYBCTBUTEIBHOCTH NETEKTHPOBANHA [OINOJHHTENBHO yBe-
IWYEBaeTcA B n  pas mopu obecmedeHWM YCIOBUIA IPeJeNbHOTO 2RAMEHICHHA
nCsCl+Z — ZCl,+nCs.

4, Ilpm [eTeKTHPOBAHMM ATOMHHX INOTOKOB C IIOMOIUBIO XHUMUYECKON IOBEpPX-
HOCTHON MOHW3AINN BEJIWIUHE IOTOKOB vz U Vyy AOJNKHEI OHTH TAKWMH, 9TOOLl MX
amcopbmus He NPUBONAIA K H3MEHEHHWAM ¢, T. €. CTeIeHb HOKPHTHA afcopOHpyio-

X
3
X
Qfm———————— —
2
al
0 ] '
10 z 7 g, K

Pmc. 1. 3aBUCHMOCTD » OT BEIHULHLI IIOTOKA MOJIEKYJI NPH COBMCCTHOII agcopOuuu aroymos Ba
u momeryn CsCl ma Ir—C opu T=900 K

vyBa=2.5-1011 cm~2.¢-1 [11],

Pmc. 2. 3asucmmocTs » oT Temmepatypil Ir—C mpn coBmecTHOI amcop6uiy MoxeKkyn CsCl u aro-
MoB K (1) mau Tm (2) mpir vieq, > vy ['20 1)

SsC1 =0+ 107 €707 vgr 3134100, 4oL L 208, - 26 107 on 0T vz $ =2 104, 4=
3.3 « 101,

IUMHCA JaCTUIAME JOJKHA OHITH Madod. B 9TUX YCAOBUAX [JsA IOJyYeHHR
%0 =nN B CIyYae MHOTOBAJEHTHHX aTOMOB PEAKIUy HA MOBEPXHOCTH NOJKHHE GHTH
MHOTOCTAAUHHHIMA, a8 HPOXLYKTH IPOMEKYTOIHBIX PEAKIUMl XeMocopOUpyoIUMUCA,
Haopumep, Ba-+CsCl - BaCl+Cs; BaCl+CsCl - BaCl,+Cs [*']. B cayuae
MHOTOBAJICHTHHX aTOMOB Z Ha ofuH aToM pacxoxmyerca r mouxexya CsCl, tax garo
HYKHO, 9TOOH vosg1=nvz. PeanpHO e s obecmedeHmsa MOJHOI0 MCIOIb30BAHAA
aToOMOB Z B peaxkmuaAX Tpe0yercs sHAYMTENbHOE HNPEBHINEHWE HOTOKA MOJEKYJ Haj
IOTOKOM aTOMOB. JT0 miIiocTpupyer puc. 1 m3 [1], oTKyna BEAHO, 9TO IOTOK MOJe-
RYJ CYNECTBEHHO IPEBHINAeT NOTOK aTOMOB HE TONBKO OPW x=2, HO u mpm x=1,
5. Temmeparypa amurrepa moHoB 13 Ir—C DPHENEOEANBHEO HOIKHA YIOBJIETBO-
pats yeaosuro To < T < T\, rpe T, — moporosas pasa mommaammm aromos Cs
ga Ir—C [*], a T, — TeMnepaTypa paspymerus rpajpmrosBoro ciaos mHa Ir. Hua
vesor =101 —108 ecm~2.¢71 Ty ~700 K, a T ~~1900 K. Opmaxo B orom murepsane T
BeJIMYEHA % Pe3Ko 3aBumcHT OT I (pnc. 2), oprdeM MaKCEMAaJbHHM BeJIMYAHAM X
Pa3HHX 3JIeMEHTOB OTB€JAIOT pasHHe obixactm TeMueparyp. Yseamuenme I cBepx
TpeOyeMBIX A JOCTHKEHHA X,,. HPUBONMUT K PE3KOMY YMEHBIICHHIO X.
Hacumennme ma rpagmrax sasucamocteit x (7) opu x=1 gna K u opm » =3 pas
Tm yxasmBaer Ha KOCTHKeHHmE NpEJeNbHOM TYBCTBUTEIBHOCTH NETEKTHPOBAHHA.
To me mmeer Mecto B cnysae Na m Li (x=1) u B caygae Ba (x=2). Ymensmenze *
opm fanbHeimeMm ysenmdeHuu I CBSA3aHO C YMEHBLIIGHWEM BPEMeH KU3HH T HA IO~
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BEDXHOCTH aTOMOB M MOJEKYJ IO OTHOMEHHIO K TePMHYECKOH fecopbummm, a Takxe
¢ YMEHBIIEHWEM [JJIFH HX MHATDANFY, OPHBONAMHAM K YMEHDBIICHHIO BEPOATHOCTH
BCTped MexkAy wacrmpamu. Ilpm ofecmedenuu yeiaoBMA vescy > vz Beamuman x (7))
HE BaBHCAT OT vz (PHC. 2), 9TO COriacyeTcs ¢ pa3pmTHMH B paborax [°-'%] mpen-
CTABIEHUAME O MeXaHH3Me B3auMofefictsua Mesxny Moxexyaamu CsCl m aromamm
HA TACCWBHO# HOBEPXHOCTH.

Pasnuunma B TemmepaTypHHX muTepBazax x (I') IiA aTOMOB PA3HHX 3JeMEHTOB
CBA3aHH He TOJBKO C PasHHME fiA Hux < (7'), Ho m ¢ pasamamaMA V, oT BeJIHUMEH
KOTOPHIX 3aBUCHT BEPOATHOCTh NPOTEKAHUA PEAKIUU UPU Y2Ke COCTOABIIEACS BCTpede
gactumn, [4].

B zaxaouenme orMeTEM, 9TO HIA TeX 3IEMEHTOB ¢ V > ¢, KOTODHE CIOCOGHE
xeMocop6EpOBaTHCA HA TBEPAHX TeJIaX ¢ NACCHBHOU IO OTHOMEHHIO K KATAIHTHIC-
CKOH IMCCONUANAA MOJEKYJI HOBEPXHOCTHI0, XAMUIECKASA HOHU3ANNS ABIAETCH MOII-
HHM CH0Co60M yBeIWYeHHS YYBCTBHTEIBHOCTH LOBEPXHOCTHO-HOHH3AMEOHHOIO
HeTeKTEPOBAHAS ATOMHEX IOTOKOB. T0 maxocTpupyer npumep ¢ Tm (V=6.18 s3B).
Tax, Opw perucTpanué TOTOKOB TYJIHA IyTEM XHMHUIECKON MOBEPXHOCTHOH HOHW3a-
OO¥ OIOTHOCTH M3MEPAEMOTro TOKa j=23evrm mpu T=850 K (pmc. 2), B To BpeMsA Kag
pgasxe opu T=2000 K nua oGH9HOM mOBEPXHOCTHOR MOHM3ANUM mOIydaeM mo (op-
myxe (1): B cnyzae Ir—C j==7-107% evpy,, mas rpanz (110) Boasdpama (¢=5.3 3B)
j~10~% evpm, a gus rpamm (111) Ir — Merannwmaeckoit mosepxHOCTH ¢ Hambolee
BHCOKOM ©=05.8 3B j=~0.1evrpy.
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