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B pabote paccMmarpuBarOTCS acleKThl aTOMHOW (U3UKW, NPHUBOAAIIUME K OTOOPY
pa3pelmeHHbpIX opOuTaIeil aTOMOB MPU HACHIIIEHUH TPOBOSIINX KPUCTAIIIOB aTOMaMH
neiitepusi. Hanmume ~ cBOOONHBIX — 3MEKTPOHOB — NMPOBOAMMOCTH  KPHCTANJIA,
TPYNIHUPYIOMUXCS B 00JacTH TMOTCHIMAIBHBIX HHII KPUCTALIMYECKON PEHICTKH,

MPUBOJUT K 3allpeTy JUIsl S-COCTOSHHUS BOAOPOJAa 3aHWMaTh 3TH HumM. [Ipm sTOoM
3allOIHEHUE DJTHUX HUII JeHTeprueM OKa3bIBAeTCS BO3MOXKHBIM ISl BO30YKIEHHBIX

ATOMHBIX COCTOSIHUH YPOBHS 2p win Beime. B skcmepumentax mo DD cuntesy Ha
YCKOPHUTENSAX HU3KMX OSHEpruil ObUIO MOKa3aHO, YTO €CIH aToM JeHTepusi-MUIIECHU
pacmonaraeTcss B TPOBOAALICM KpHCTalUle, 3Ta peakius HAET ¢ Topaszao Ooubliei
BEPOSITHOCTBIO, 4Ye€M B CiIydae CBOOOAHBIX aroMoB nfeirepus. Korma B oany
KPUCTAUTMUECKYIO HUIY MOMAaaloT Ba aToMa ACHTEpHsl, TO PACCTOSHUE MEXKIY SIpaMu
ATHUX aTOMOB OKa3biBaeTcs paBHbIM 1/10 — 1/20 0T HOMHUHAJIBHBIX Pa3MEPOB 3TUX aTOMOB.
TeopeTnyeckue pacueThl MOKa3bIBAIOT, YTO JUIA peakiun cuHTe3a DD—'He* s1o
SKBHUBAJICHTHO AONOJHUTENbHON 3Hepruu 300 — 700 »B. MbI mosaraem, 4To MUMEHHO

nporiecc BO30YXKJIEHHS ATOMHBIX COCTOSAHHME 70 ypoBHA 2P WM Bbille OOBACHSET
HEPBYIO CTa/IUI0 TaK HA3bIBAEMOI'0 XOJOJHOTO AIEPHOIO CHUHTE3A.

PACS 25.45.-z — ?H-induced reactions.

KiaioueBble cjioBa: CHHTE3 [CHTPOHOB, KPUCTAUIMYECKAs peIieTka, aedopMaiys 3JIeKTPOHHBIX
000JI04Y€K, IPO3PauHOCTh KYJIOHOBCKOTO O0aphepa, MexaHu3M Pumdepra, kataius sIepHOrO CHHTE3A.

1. BBegenue

VYxe B TeueHHUe IIIUTEIHLHOIO BPEMEHH BEIYTCS pa3rOBOPHI O MEpPeXoie K MPOIEecCy YIpaBIsieMOro
TepMosaepHoro cuHTe3a. OgHaKo, MepBOHAYAIbLHBIE OXKHAAHUS TOr0 4YTO 3Ta mpoliema OyaeT BcKope
pelIeHa, Tak ¥ He MaTepUaIN30BaIHCh. TeXHUYECKHE TPYAHOCTH YCTOWYMBOTO MOIyUYEHHUs CBEPXTOpAUeit
mnasmel (~10° °C) u paspymaromiee BO3IEHCTBHE IPOMAIHOTO HEHTPOHHOIO MOTOKA, BOBHUKAKOLIETO
BCJIECTBHE TEPMOSICPHBIX PEaKLUi, OTOABUTalOT PEIIeHHE TOW 3a/Jaud Ha Bce Oojiee OTAalIeHHOE U
HeoIpeIeeHHOe Oy myIiee.

B 1989 romy Obutn nosnokeHbl pe3ynbratel ombiToB M. ®neitmmvana u C. Ilonca [1], rme
YTBEPXKAAIOCh, YTO TIPU JJIEKTPOJUTHYECKOM HACBHIIIEHWH KPUCTAJUIOB TAIJIaAuA JeHTepreM
HaOJroaeTcs 3HAYUTENbHOE BBIIEICHUE TEIUIA, KOTOPOE KOJMYECTBEHHO HE MOXKET OBITh OOBSICHEHO
BO3MO>KHBIMM XUMHYECKMMHU pEakIUsAMH. ABTOPHI NPHUIUIM K 3aKIOYEHHIO, YTO B 3TUX OIBITax OHHU
HaOJIOAIOT TIpOIlecC SAAEPHOTO CHHTE3a, MPOUCXOMAUINA TNPH KOMHATHOW Temmeparype. OTBITHI
Oneitmana u [loHca 1OBOJIBHO OBICTPO OBUTM NMPHU3HAHBI (YU3UYECKUM COOOIIECTBOM OIIMOOYHBIMH.
OpHako, mocie uX MOCIEAYIONIINX MHOTOUHCIICHHBIX TOJITBEPKICHUN U MMPOBEPOK MOABUIIACH HA/IEK 1A U
Jla’ke YBEPEHHOCTH B TOM, YTO MPO0JieMa YIPaBIsIeMOro SAEPHOTO CUHTE3a MOXKET OBITh PellieHa MMEHHO



»TuUM criocobom. Hanbosee cepbe3Hbie uccieaoBanus ObUTH MpoBeaeHsl rpymmoit Mak-Kyope [2]. Tem He
MeHee, IKCIIEPUMEHTHI 110 XOJOJHOMY CHHTE3Yy, KOTOpbIE MPOBOIATCA YK€ B TCUCHHE MOYTH 25 JeT,
MOTIPEKHEMY JTNO0 TIOTHOCTHIO HTHOPUPYIOTCS COOOIIECTBOM SIIEPHBIX (DU3UKOB, JIMOO BCTPEUAIOTCS HMH
c Oompmiol momel ckenTHIK3Ma. J[Ba OCHOBHBIX BO3PaKEHHUS, KOTOPbIE BBIIBHTAIOTCS TPOTHB ITHX
SKCIEPUMEHTOB, 3aKII0YAIOTCS B CICTYIONIEM:

1. Her oObsicHeHHsa, KakuM o0Opa3oM B TIPOIECCE XOJOJHOTO CHHTE3a MPEOJ0JIEBACTCS TaK
Ha3bIBAEMbIN KyJIOHOBCKHI Oaphep.

2. B 3THX 3KCHepUMEHTax, B OTIMYHE OT TEPMOSICPHOTO CHHTE3a, MPAKTUYECKH He HabromaeTcs
JPYTHX SAEPHBIX IPOIYKTOB, 3a HCKIMoUYeHHeM “He.

B skcnepumentax nmo DD cuHTe3y Ha YCKOPUTENSX HU3KUX SHEPTHid ObLIO MOKA3aHO, YTO €CIH aTOM
IEeNTepusI-MUIIICHH PAcIIoiaraeTcs B MPOBOMSINEM KPHCTAJIe, 3Ta PEaKIHs HAET C ropa3fo OOoNbIIeH
BCPOATHOCTBHIO, YEM B CJIydac CBO6OI[HBIX aToOMOB HeﬁTepHH. Ot SKCIICPUMCEHTEI IPAMO IMOATBEPIKIAIOT
CYIIECTBOBaHUE SBJICHUSI XOJIOJHOTO CHHTE3a, BIIEPBbIC HAOJIOAABIIETOCs MO BBIACICHUIO aHOMAIbHO
OO0JIBIIIOrO KOJMYECTBA TEIUIa B Ma/UIaJMEBBIX 00pasiiax, HAChIIEHHBIX aAeiTepueM [1]. Takum oOpazom,
MBI BCTPCTWINCH C HOBBIM (I)I/I3I/I‘ICCKI/IM SABJICHUEM, KOTOpPOC HCCOMHCHHO H3MCHHUT BECb XOI
YeIIOBEYEeCKON IUBMWIM3ANNU. HEeKOoTophle W3 MpakTHYeCKUX MPUMEHEHWH 3TOro sBJIeHHS (Kopal:iw,
CaMOJIEThl, KOCMOHABTHKA) OKAa3bIBAIOTCS MIPOCTO HENOCTYIHBI YCTPOWCTBAM C WCIIOIH30BAHUEM
TUKJIOITMYCCKU 6OHBIHI/IX PasMEPOB TOKaAMAaKOB U APYTUX I'MIIOTETHYCCKHUX YCTAHOBOK C MCIIOJIBL30BAaHUCM
TEPMOSICPHOTO CHHTE3A.

2. YkcnepuMeHTsI 10 DD cuHTE3y Ha yCKOPUTEIAX HU3KUX IHEPTHIA.

[Ipu onucannm CTONIKHOBEHHI aTOMOB HEOOXOAMMO COOTBETCTBYIOLIMM 00pa3oM MOAN(HUIMPOBATH
BBIpa)KEHHE JJIsi BEPOATHOCTH MIPOHUKHOBEHHUS Yepe3 MOTEHIMAIbHBIH Oapbep, HAITMCAHHOE [T CTOJIKHO-
BEHUs “TONBIX” sifiep, T.K. aTOMHBIE 3JEKTPOHBI 3KpaHUPYIOT 3((dekT oTTankuBaHus 3apsaoB siaep. B
pamkax npubmmkenus bopHa-Onmnenreiimepa B pabotax Accenbayma u np. [3] u psaa apyrux aBTopoB
OBUIO TOKAa3aHO, YTO BBEJCHHUE TaK Ha3bIBAEMOrO “‘TIOTCHIIMANA BJIEKTPOHHOTO SKPAHUPOBAHUS IS
Clly4yasi CTOJIKHOBEHHUS! aTOMOB 3KBUBAJCHTHO B BBIPAXCHUH JJISI IPO3PAUYHOCTH KYJIOHOBCKOTO Oapbepa
JOTIOMHUTENbHON 2HEepruu U, B CHCTEME IEHTpPa MacC CTAIKUBAIOMIUXCS YacTHIl, T.e. Egr = Ecn + U,
OKcIepUMEHTAIbHBIE PE3YJIbTaThl MOT'YT OBITH XOPOILO ONMHCAaHBI BBEACHHEM BCETr0 OAHOIO MapaMmeTpa
U, — moTeHMana JeKTPOHHOTO SKpaHupoBaHuA. Takoil moaxoa SKBUBAIIEHTEH CHOCO0Y ydeTa TONIIMHBI
Oapbepa NPH BBIYHCICHUH KBAaHTOBO-MEXAHWYECKOTO pacueTa BEPOSTHOCTH IPOHUKHOBEHHS 4Yepe3
MOTEHIHATbHBIE Oapbephl.

Kak wMpl yXe oOTMETHIM B KpaTKOM COAEpP)KaHWM D3TOM CTaThbH, IMOTEHIMAT 3JIEKTPOHHOTO
9KpaHupoBaHus Ui peakuuu DD cuHTe3a B mpoBOASsIIMX KpUcTauiax okasajicsa paBHeM 300 — 700 3B.
Ecnmn aromMel MuIIEHM B 3TOM IPOLECCE HWMIUIAHTHPOBaHBI B KPHUCTAIBl HM30JATOPOB WIH
MOJTYTIPOBOJTHUKOB, TO d(()eKTa MOBBIIICHHUS TOTEHIHAIa SKpaHUPOBaHUs BhIlIe 27 3B, 4To XapakTepHO
Il CTOJIKHOBEHUH CBOOOIHBIX aTOMOB JeWTepus, HE HaOMoAaeTcs. DTO O3HAYAeT, YTO €CIH B OJHY
KPUCTAJUTMUECKYIO HHIIY B YCJIOBHSX IPOBOJSAIIETO KpHCTasla TOMAAaoT JBa aroMma JerTepus,
paccTosiHue MEXJY sIPaMU dTHX aTOMOB OKasbIBaeTcsi paBHbIM 1/10 — 1/20 0T HOMHHAIBHBIX Pa3MepoB
3THX aTOMOB. Huke MBI MoKa)xeM, P KaKUX YCIOBHAX 3TO CTAHOBUTCS BO3MOYKHBIM.

IMpoueccrr xosoanoro DD cunTe3a ObUM paccMOTpeHbl Hamu B paborax [4 — 6]. Kak ormeuanoch B
3TUX paboTax, MPUYMHOM CYIIECTBOBAHMS SIBJICHUS XOJIOJHOTO CHHTE3a SIBISAETCS Takas aedopmanus
OpOUTHI (OpOUTANA) DJCKTPOHA ICHTEpHsi, KOTOpasl MO3BOJISCT SApaM ICUTEpHs, IMOIMABIIAM B OJHY



MMOTEHIMANBHYIO HUIIY KPUCTAJUIMYECKOW sA4eiiku, cOmm3uThcs Ha paccrosaue B 1/10 — 1/20 ot
HOMHHAJIBHBIX Pa3MEpPOB aTOMOB 3TOr0 3jieMeHTa. B 310l pabore MBI paccMOTpUM OoJiee MOAPOOHO
MMEHHO 3TOT HavaJIbHbIA MPOIECC SASPHOTO CHHTE3a B MTPOBOAAIINX KPUCTAIIIAX.

3. ®usuka IJNICKTPOHHBIX 000J109eK aToMa BoaAOpoOaA.

®dusnKa IEKTPOHHBIX 000JI0YEK aToMa BOAOPOIa CXeMAaTHICCKH MpecTaBieHa B Taommme 1.

Tabmnna 1
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B aroit Tabmurie mpuBOIUTCS cXeMa SJIEKTPOHHBIX YPOBHEHW BO30OYKIeHHsI atoma Bojgopoja. Jms Hac
MPECTABISIET HHTEPEC BTOPas BEPTHKAIbHAS KOJIOHKA ¢ KBAHTOBBIMH urciaamMu N=2, |=1 u, B yacTHOCTH,

yposenb 2p. Ha Puc. 1 rpaduuecku npejcTapieHa JIeKTPOHHAS IMJIOTHOCTH B aToMe BOJOPOJA B

coctosunu 1S u 2.



Puc. 2. CneBa — rpaduueckoe mpecTaBieHus JIEKTPOHHON TNIOTHOCTH COCTOSHUS 2p
aToMa Bojopoa. Ha mpaBoM pucyHKe H300paXkeH KOHTYP, coaepskariuii 95%
AJIEKTPOHOH TIOTHOCTH aTOMa. PO30BEIM 1IBETOM IMpeCTaBICHA TIOJIOKUTENbHAS YaCTh
BOJIHOBOW (DYHKITUM 3JIEKTPOHA, CHHUM — €€ OTpUIaTeIbHAsl YaCTh.

N3o0paxkenus, npeacTaBicHubie Ha Puc.l u Puc. 2, 3auMcTBOBaHBI U3 padboThl [7]. OHM cxemaTHdecKu
HILTIOCTPHPYIOT (hOPMY IIEKTPOHHOH [IIOTHOCTH B aTOME BOJOPOJA B COCTOSHHAX 1S 1 2p.

WHTepecHoe mpeacTaBiIeHUe pacueToB PassIMUHBIX OpOMTajieil aroMa BOIOpOJa pa3BUTO B padoTax
Bunrepa [8]. Ha Puc. 3 npejcraBiena GyHKIMS JIEKTPOHHOM IOTHOCTH BOJIOPO/Ia B COCTOSHUN 2p us3
3TOU PabOTHI.



"Dot-density"” plot of the 2p, electron density function prxz.

Puc. 3. Pacpenenenue 37eKTPOHHOM TNIOTHOCTH B aTOME BOJIOPOIA JIJISi COCTOSTHUS 2p
u3 pabotsl Bunrepa [8]. KpacHbIM 1 CHHUM I[BETOM 0003HAYEHBI IUIOTHOCTH,

MOJIYYCHHBIC JI MTOJIOXKUTCIBHOTO U OTPHUIATCIIbHOTO 3HAYCHUA BOJIHOBOH (1)}’HKI_II/II/I \I/,

COOTBCTCTBCHHO.

Ha Puc. 4 rpaduuecks n306paxeHa KpucTammmdeckas cTpykTypa 1CC, KoTopoil 0671aal0T KpHCTaIIIbI
naJUIagusl U IUIaTHHBL. BoJbpmmMu Kpy>Kkamu 0003HAYE€HO PACIOJIOKEHHE aTOMOB KpHCTalIa-X03siMHa,
MaJIBIMHA KPY>KKaMH 0003HA4Y€HO PacHoioKeHUe Hanbojee TITyOOKHX OKTOXEAPANbHBIX MOTEHIMAIbHBIX
HUII B 3TOH cTpykType. [lapaMeTpsl BcexX OKTOXEOpalbHBIX HUII SBISAIOTCS WACHTHYHBIMHU. [loka
COOTHOIIICHHE TPHUMECHBIX aTOMOB JIGHTEpHsi W AaTOMOB KpHUCTala- XO3SMHA HE MpPEBbIIIaeT
cootrnomenne D:Pd ~1, Hukakoro mporiecca XOJIOJHOTO CHHTE3a HE MPOMCXOINT, TaK KaK MPHUMECHBIE
aTOMBI JieWTepusi PaclojOKeHbl B Pa3IUYHBIX OKTOXEIPAIbHBIX HUILIAX JIOCTATOYHO JANeKO APYr OT
npyra. OmgHako, KOrja B OAHY TaKyl MOTEHIMAIBHYIO HAlly TOMAJar0T JBa aroma JAEWTepus, a 3TO
TIPOMCXOJIUT B COCTOSHHU YPOBHS BO30YKIEHHS 3MeKTpOoHa 2J) WITH BBILIIE, BEPOATHOCT TIPOHUKHOBEHHST
Yyepe3 MOTEeHIMAbHbIN Oapbep s nponecca DD cunTe3a yBenmumnBaercs mpuMepHo Ha ~60 mopsIkoB!
Ha Puc. 5 nzo0pakeHa npoHHIIaEMOCTb KYJIOHOBCKOTO Oapbepa B npouecce DD cuHTe3a B 3aBUCUMOCTH
OT TIOTEHIIMAIIA 3JIEKTPOHHOTO dKpaHupoBanus (3 (HEeKTHBHOM dYHEPIUN B3aUMO/ICHCTBHS).



Puc. 4. Kpucranmudeckas CTpyKTypa fce (namnammit, muatiaa). Maneivu Kpy>KKaMu
0003HaYCHO PACIIONIOKEHUE Hauboee rIyO0OKUX OKTOXEAPANbHBIX MOTEHINAIbHBIX HULI
B 3TOM CTPYKTYpeE.
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Puc. 5. IIponniiaeMocTh KyJIOHOBCKOIO O0aphepa B nporecce DD cuHTe3a B 3aBUCUMOCTH

OT TIOTEHLIMAJIa 3JIEKTPOHHOTO SKpaHupoBaHus (3¢ PEKTUBHON SHEPTUU
B3aUMOJECHCTBUS).



Ha Puc. 6 npuBenena ¢opma OKTOXEApaTbHON MOTSHIIMATLHON HUIIK B KPUCTAJLIC TUIATHHBIL.
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Puc. 6. ®opma okTOXenpanbHON NOTCHIMATBHON HUILIK B KPUCTAJIIC IJIATHHBI.

Ha Puc. 7 cxemaruuecku H300paKeHbI TO3MIIMU JBYX AaTOMOB JEHTEpUS B COCTOSHUHU Zp,
pAacroJIOKEHHBIX B OJHOM OKTOXEApalbHOM MOTEHIMANbHOM HUIlIE. IMEHHO OpPTOrOHajJbHOE B3aUMHOE

pacrionoxkenue 2P opbuTtaneii obecrieunpaeT Hanbosee GrICTpHIi mpomece DD cunTesa.

Puc. 7. Cxematudeckoe n3obpaxenue 2J) MO3UIMIL IByX aTOMOB JeiTepus,
PAcIOJIOKEHHBIX B O/THOM U TOW K€ OKTOXEAPabHOM MOTEHIMAIbHOM HUILIE KpUCTasIa
naytagus. [TyHkTHpoM ycioBHO M300pakeHa MO3ULKs BTOPOTo aToMa Jeirepus,
PAcCIIOJIOKEHHOTO MIEPTICHIUKYIISIPHO TNIOCKOCTH PUCYHKA. Slipa aTOMOB jedTepust
n300paKeHbI KPACHBIM LIBETOM.



4. 3akiaouenue

Kak oxka3anoch, K HACTOSAIIEMY BpPEMEHH CYIIECTBYIOT HAJCKHBIC METOJBI OIMMCAHUS aTOMHBIX
opOuTaneii, OCHOBaHHBIC HA YHUCIICHHBIX pacueTax ypaBHeHus IlIpémunrepa. DTH METOIBI XOPOIIO
pa3paboTaHbl M MIMPOKO HCIONB3YIOTCS JUIS PACUYETOB B XUMHH. [IpMEHEHHE 3THX METOAOB JUIS
pacyeToB MEXaHM3Ma KaTaiu3a sSJACPHOr0 CHHTE3a B MPOBOASAIIUX KPUCTAIaX MOXKET OKa3aThCs BEChMa
IUIOJIOTBOPHBIM. ABTOPY XOTENOCh ObI OTMETHTH BBICOKHI YPOBEHb MpodeccroHamn3Ma mpodeccopa
Mapka Bunrepa u3 yausepcutera B T. [lleddunn, BeaukoOpuranus.
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