Ha mpaBax pykomnucu

NITATOB Anapeit HukosaeBu4

KOJIJIEKTUBHBIE 9JIEKTPOHHBIE BO3BY 2K/IEHWN 1
B ATOMHBIX KJIACTEPAX I MOJIEKVYJIAX

CrnenmansaocTh 01.04.02 - TeopeTrnueckas ¢pusmka

ABTOPE®EPAT
OUCCEPTAIIN HA COMCKAHUE Y4Y€HOIl CTelneHn

JOKTOpa (PpU3MKO-MaTEMATHIECKNX HAYK

Cankr-IletepOypr - 2010



Pabora BbIllO/IHEHA B TOCYJapCTBEHHOM 00Pa30BaTEIbHOM YUPEXKJIEHUU BBICIIETO MPodeccro-
HasibHOrO obpasoBanus "Cankr-IleTepOyprekuii rocyapCcTBeHHBIN MOIUTEXHAIECKHIT YHABED-

curet".

Hay4nbrit Koncy1bTanT:

JIOKTOp HU3UKO-MaTeMaTHIeCKUX HayK, mpodeccop  lBanos Bamgum KoncTtanTuHOBHY

Odunuaabuble ONMIOHEHTHI:

JIOKTOp du3uKo-MaTeMaTndeckux Hayk  /lybos BukTop BukTopoBuu
JIoKTOp dusuko-maremarndeckux nayk  [Hlarungan Bacuiuit Pobeprosuu

JoKTOp du3uko-MareMarndeckux Hayk  Lleiitmepman Cepreit AbGpamoBud

Benymasa oprannzanus:

Ouszuko-Texuanvecknit Uucturyt nm. A.®.Noddpe PAH

Bamura cocrourcs 16 despans 2011 r. B 16 yac. 00 MuH. Ha 3aceJaHUH JTUCCEPTAIMOHHOTO
copera /1 212.229.29 B 'OV BIIO "Cankr-Ilerepbyprckuii rocy1apcTBEHHOM IOJATEXHAIeCKTi
yHupepcuter 1o ajapecy: 195251, Cankr-Ilerepbypr, [lomurexuanueckas yi. 29., II y4a. kopmyc,

ay.265.

C auccepranueil MOXKHO 0O3HAKOMUTHCH B (yHpamerTa pbHoi bubsmorexe 'OY BITO

"Cankr-ITerepbyprekuii locynapcersennsiit [losmrexandaecknit Yausepcurer'.

Apropedepar paszocaan 7 2010 r.

Yuenblil cekperapb
JIACCEePTAINMOHHOTO COBETA,
KaHIuaaT (pu3.-MaT. HAYK,

JIOIIeHT Epmakosa H.FO.



OBIITA A XAPAKTEPUCTUKA PABOTHI

Jlnccepraiys TMOCBSIIEHA TEOPETHYECKOMY WCCJIEIOBAHUIO JEKTPOHHON CTPYKTYPBI H
dusnuecknx XapakKTepUCTUK MHUKPOCKOTMMYECKHX ATOMHBIX KJIACTEPOB U MOJIEKYJ, B YaCTHO-

CTH, KOJITEKTUBHBIX BO36y}K,ZLeHHbIX COCTOSIHHH B UX JIEKTPOHHLBIX CIIEKTpaX.

AKTya.TII)HOCTb TeMbl JuccepTaninum

AKTyaJIbHOCTH TEMBI OIPE/IEISIeTCs HEOOXOUMOCTHIO PA3BUTUsI TEOPHUH, OINUCHIBAIOIIEH KOJI-
JIEKTUBHBIE SIBJIEHUSI B ATOMHBIX KJIACTEPAX W MOJIEKYJIaX, C OJHOIl CTOPOHBI, W OOJIBITUM KO-
JINYECTBOM HOBBIX SKCIIEPUMEHTAJIbHBIX JTAHHBIX, HMOJYUYEHHBIX B 3TOil 00JaCTH 3a IMOCeTHee
Bpems, ¢ apyroii [1, 2|. BosmoxkuocTb npejickasanns busndecKux CBOHCTB MUKPOCKOINIECKUX
00'bEKTOB Pa3/JMYHOIO COCTaBa BaxKHA MpH pa3paboTKe eMHOI0 TEOPETUYECKOrO TMOIX0AA JIJIsT
OIMCAHUA HEOTHOPOIHOTO JIEKTPOHHOIO ra3a. V3ydenune ¢dpyHaMeHTaIbHBIX CBOICTB HAHOpA3-
MEPHBIX CTPYKTYP CBA3AHO C MEPCIeKTUBAME HCIOJIH30BAHUS PE3YIbTaTOB HCCJIeIOBAHUN 115
CO3/IaHMS HOBBIX MATEPHUAJIOB C 33/[aHHBIMU XapPaKTEPUCTUKAMHE, a TaKKe JJIsi pa3pabOTKH HO-
BBIX MHKPO3JIEKTPOHHBIX TTPHOOPOB [3, 4]. VIHTepec K MEKPOCKOTIHIECKIM ATOMHBIM KJIACTepaM
BBI3BAaH T€M, UTO OHU 3aHHUMAIOT MPOMEXKYTOUHYIO 00JACTh MEXKIY OT/IEJTbHBIMH aTOMaMH H
TBEPJIBIM TEJIOM U IPOSB/ILIOT CBOMCTBA, OTJIMYHBIE OT CBOMCTB 00beMHBIX MaTepuaJion. [lpu
9TOM UX (PU3NYIECKHE XAPAKTEPUCTUKU CYIIECTBEHHO 3aBUCAT OT COPTA W OT UHCJIA BXOISIIHAX
aToMoB. [loHmMaHne 3aKOHOMEPHOCTU U3MEHEHHUsI STUX CBONCTB MO3BOJIUT HE TOJIHLKO IOJIYUHTD
dyHIaMeHTaIbHbIE 3HAHUS O BENIECTBE, HO U MCIOJIb30BaTh UX B NPHUKIAJHBIX Neadax. B psary
KJIACTEPOB, OJIHOPOJIHBIX MO COCTaBy, 0CO00E MECTO 3aHMMAIOT KJIACTEPbI, COCTOSIINE U3 aTO-
MOB MeTaJsI0B. [IpucrasbHoe BHUMaHWE K HUM OOBSICHSIETCST OCOOEHHOCTSIMU UX IJIEKTPOHHOI
CTPYKTYPBI, C OJHOW CTOPOHBI, & C JAPYIOH - OTHOCUTEJbHON MPOCTOTON WX IMOJYYEeHUd 4
9KCIEPUMEHTAJIbHBIX ucciepoBanuii. [Ipu sToM nmeronmecs: MeTo/ bl SKCIEPUMEHTATLHOTO U3Y-
deHHsI CBOWCTB MeTasuiniecknx kiaactepoB (MK) mogkperieHbl BO3MOKHOCTBIO IPHMEHEHUsT K
HUM JIOCTATOYHO HAIJIA/IHBIX TEOPETHUYECKUX MOJIe/ell U CYIIEeCTBYIONIUX METOI0B pacdera, UcC-
MOJIb3YEMBIM B aTOMHOiT 1 MosieKysipHoii dbusuke [5]. K unciy nanbosee BazKHbBIX MOMEHTOB B
pa3puTun HU3NKH ATOMHBIX KJIACTEPOB CJIEAYeT OTHECTH OTKPBITHE 000I09€9HOT CTPYKTYPhI U
MePUOINIECKOTO XapaKTepa N3MEHEHUsI WX CBOWCTB ¢ POCTOM YHCJIa YACTHI[ U TOATBEPIK/IeHIE
HauGOIbINeH CTAGUIBHOCTH CHCTEM ¢ 3aMKHYTBHIME 0Go0uKamu |5, 6], a Takke obHAPYKeHUe
IUTAHTCKUX PE30HAHCOB B creKTpe (oronoriomenus psija Kiacrepos |1, 7|.

s onucanust MEHOTOYacTHIHOM cuctembl MK HamNmm npuMeHeHne TeOPeTHIECKTE MeTO-

JIbl, OCHOBaHHbBIE HA MOJIEJIN YKeJie, CYyTh KOTOPOl COCTOUT B TOM, UTO KJIACTEDP PacCMaTpPUBAETCS



KaK J[Be KBa3MHE3aBUCUMbIE MOJCUCTEMbI: CUCTEMA, JIe/IOKAJIM30BAHHBIX BAJIEHTHBIX 3/IEKTPOHOB
U CHCTeMa MOJIOZKUTETbHBIX HOHOB C 3aM0JTHEHHBIMHA 37IeKTPOHHBIME 000JTOUKAMH, TPUIEM JJTeK-
TPOHBI 0OOOTIECTBIECHBI U ABUKYTCS B MOJIE, CO3aBAEMOM MOHHBIM OCTOBOM, TTPeICTABIEHHBIM
B BUJIE YCPEJ/IHEHHOI'O HECKOMIIEHCUPOBAHHOI'O 3apsi/ia C HEKOTOPBIM 3a/IaHHBbIM PaCIpe/ie/IeHu-
eM miaoTHOocTH [5, 8]. BBIGOp MOmEsm OCHOBHOIO COCTOSIHWS, B 9aCTHOCTH, (DYHKIMH PacIpe-
JleJIeHns TJIOTHOCTH TOJIOZKHTETHLHOTO 3apsa OCTOBA, BIAUSIET HA PACUETHBIE JTHHAMUYECKUE
XapaKTePUCTUKU JIEKTPOHHON CHUCTEMbI: PACIIPejie/IeHre CUJI OCIUILISTOPOB, 1OJISPU3YEMOCTD,
4acToTy pe3onaHca. OIHUM U3 OCHOBHBIX HEJIOCTATKOB C(HEPUIECKH CHUMMETPUUIHON MOIeIn
JKeJle ¢ OJTHOPOJHBIM pacHpejieleHreM ITOTHOCTH 3apsa JJisd MOCTPOeHUsT MUKPOCKOIIITIeCKON
TEOPUN SBJISETCS TO, YTO OHA YIUTHIBAET CBONCTBA KOHKPETHBIX aTOMOB, BXOASIINX B KJIACTep,
C TIOMOIIBIO HMIUPUYECKUX 1TapamMeTrpos. [Ipu arom, HeCMOTPs Ha KavyeCTBEHHOE COIJIacue HpH
OIMCAHUK OCHOBHBIX 0coOeHHOCTEl crieKTpoB (oronoriomniennss MK B pamkax pa3/jimdaHbIX T€O-
pPeTUYeCKUX MOJIXO0B, pACUeTHbIE XapAKTEePUCTUKN KJIACTEPOB OKA3bIBAIOTCS CUCTEMATHIECKN
3aHUKEHHBIMHE TI0 CPABHEHUIO ¢ FKcepumenToM [9]. OmHoli 13 aKTyanbHBIX 32,184 ABIAETCS UC-
cJIeJIOBaHNEe BO3MOYKHBIX U3MEHEHUI, BHECEHUE KOTOPBIX B MCXOJIHYIO OECCTPYKTYPHYIO MOJIE/Ib
NOHHOTO OCTOBA MOTJIO OBl MPUBECTH K JIYUIIEMY COTJIACHIO C IKCIEPUMEHTOM, He Tepssd IpHu
9TOM MPOCTOTHI, KOTOPAs JIeaia MPUBIEKATEILHON YKesle MOJETb.

[Ipu xapakTepHbIX /Il TPOBOJMMBIX IKCIEPUMEHTOB TeMIleparypax HaOJ/I0JaeTcs 3Ha-
YUTEILHO YIIHPEeHHAs! JIUHWS JUMOJIBHOTO pe3oHaHca B cnekrpax dboronormormenns MK [10].
[Ipu sToMm HabIOIaeMas TOTHAS MMUPUHA PE30HAHCHOTO MUKA, BKJIIOYAOIIAd B ceOsd KaK HeoJI-
HOPO/IHYIO, TaK U OJIHOPOJIHYIO COCTABJIAIONINE, HE OTPazKaeT peasibHyI0 CKOPOCTb peJlaKCalluu
KOJJIEKTUBHOM Mojibl. [IpobiieMa TeopeTndeckoil ONeHKH BPEMEHH YKU3HU KOJLIEKTUBHOTO BO3-
OyzKJIeHUs B 9JIEKTPOHHOII cUCTeMe KJlacTepa I MEXaHW3MOB ero 3aTyXaHUsd sABISeTCd aKTyalb-
HO W /IO CHX MOP HEJOCTATOYHO MCCJIeq0BaHHOil. Kpome TOro, yuuThIiBasg pa3BUTHE JIa3epHO
TeXHUKH, BaXKHOU 3ajiaueil sABJIsieTCsl pa3paboTKa TEOPEeTUIeCcKo Mojie/in, KoTopas Obl 1103BO-
JILJIA OMHUCHIBATH BBICOKOBO30OY K/IEHHBIE KOJIEKTUBHBIE cocTosinuss MK B ajekTpoMarauTHOM
10JTe BBICOKOII MHTEHCUBHOCTHU W ONPEIETUTh YCIOBUS, IIPH KOTOPBIX OHH MOTYT OBITH 3aduK-
CUPOBAHbI IKCIIEPUMEHTAJIBHO.

ononurenbaast wapopMaIus 0 CBORCTBAX aTOMHBIX KJIACTEPOB MOYKET ObITh MMOJIyYeHa
yTeM U3yYeHHs UX B3amMOJeICTBHS CO CBOOOTHBIME 3JIEKTPOHAME. Birarogaps BBICOKON OIS~
puzyemoctun MK B3anMoeiicTBne HU3KOIHEPTeTHIECKHUX ITEKTPOHOB C HEHTPAJTHHBIMHA KJIACTe-
paMu MOXKeT HPUBOJUTH K 3aXBaTy 3JEKTPOHOB ¢ 00pa30BaHMEM OTPHIATEJbHBIX HOHOB [11].
JlocTuzkenne corjiacusi SKCIEPUMEHTAIBHBIX JIAHHBIX C Pe3y/IbTaTaMi PACuYe€TOB, OCHOBAHHBIX HA,

ZKeJjie Modesin, MOKET CJY2KUTb KOCBEHHLIM IIOATBEP2KJACHUEM €€ IIPUMEHUMOCTH IIPDU UCCJIEI0-



BaHUU MHOI'OYACTUYHBIX ITPOIECCOB B 3jIeKTpoHHOI cucteme MK u, Takum 06pa3om, CTAaHOBUTCS
BaKHOM IpobJ/ieMa TeOPeTUIeCKOTrO OIMUCAHMS IIPOIECCOB HEYIIPYTIOro CTOJKHOBEHUS JIEKTPO-
HOB C KJIaCTepaMH.

Jedunur TOYHBIX KCIHEPUMEHTAJBHBIX JAHHBIX B 00JIACTH KaK JIA3ePHOH CIIEKTPOCKO-
nun MK, Tak u paccesinusi 371eKTPOHOB Ha CBOOOIHBIX KJlacTepax, 00bICHIETCS TeXHUICCKUMHU
TPYAHOCTSIMH, CBA3AHHBIMH C CO3JaHHEM OJHOPOIHOTO MAaCC-CeJeKTHPOBAHHOIO IydKa J0CTa-
TOYHOW IJIOTHOCTH, & TaKKe C KOHTPOJIEM €ro remieparypsbl |7]. Dro genaer akTyajbHbIME
uccjaeoBanns (hU3NIECKUX XapaKTePUCTUK KJIACTEPOB B 00beMe KPUCTAJINYECKONW PelreTKH,
rJie MOZKeT ObITh JIOCTUTHYTa CPABHHUTEIbHO BBICOKAS ILJIOTHOCTb YacTHUIl. TakuM oOpa3om Io-
SIBJISIETCS HEOOXOIUMOCTh B Pa3pabOTKe TeOPEeTUIeCKOil MoIe/n, KOTOpas MO3BOJIIIA ObI TIPe/I-
CKa3aTh, KaK M3MEHSITCd CBOWCTBA MOMEIIEHHOTO B PENIETKY KJjacTepa 110 CPaBHEHWIO € €ro
CBOOOTHBIM AHAJIONOM B 3aBUCUMOCTH OT THUIIA ATOMOB MATPHIIbI, Pa3Mepa CaMoro KjacTepa u
reoMeTpUYIecKoil KOH(MUTYpaIud BHEIPEHUSI.

Hecmorps Ha pasnmdme B moaXogaxX K OMHCAHHIO OOMEHHOTO B3aMMOIEHCTBHSA MKy
JIEJIOKAJIM30BAHHBIMU JIEKTPOHAME B CHUCTEME, B CJlydae MeTa/JIMYeCKUX KJIACTEPOB PacUeThbl
UX OCHOBHBIX (PU3MYECKHX XapaKTePHCTUK HPUBOJMIM K KAaUeCTBEHHO OJIU3KUM pe3yJIbTaTaM
IPU HCIOJb30BAHUE TEOPETUUYECKHX METOJ0B, OCHOBAHHBIX Ha KBAHTOBOW TEOPUU MHOTHUX TeI
u Teopun GyHknuonana mwiorHocru |9]. Okazanock, 4To cymecTByer psiji 3ajad, perneHne Ko-
TOPBIX OJIHO3HAYHO TPEOYeT TOYHOrO ydera 0OOMEHHOTO B3amMojeiicTBus. K TakuMm mpobsiemam
MOKHO OTHECTH OIMCAHWE JeKTPOHHBIX BO30OYK/IeHuii ¢ mepenocoM 3apsiaa [12]. Obrmeit oco-
OEHHOCTBIO 1O/IOOHBIX BO30Y2K/JIEHHBIX COCTOSHUIN $BJISETCH TO, YTO TEOPETUYECKHE PACUYEThI,
OCHOBAHHBIE HA WCIHOJIL30BAHUHU JIOKAJIHHBIX OOMEHHBIX (DYHKIIMOHAJIOB, JIJI HUX JIAIOT CYyIIe-
CTBEHHO 3aHUKCHHbIE 3HAYEHUs SHEPTHil Iepexo 0B M0 CPABHEHUIO C Pe3y/JIbTaTaMé pacueToB
C y9eTOM HeJOKAJbHOr0 oOMeHa. AKTya bHOI 3aadeil aBisgercsa pa3padoTKa 3(MdeKTHBHO-
ro TOJX0/a, codeTamliero B cebe npenmymiecrsa Teopun gynknuonana mioraoctu (DFT) u
BO3MOXKHOCTH yUeTa HeJIOKAJHLHOTO OOMEHHOTO MeXK3JIEKTPOHHOTO B3aUMOJIEHCTBUS Ha OCHOBE

opOUTaTbHO-3aBUCUMOI0 OOMEHHOTr0 (hYHKITHOHAJIA.

e n 3agaum padboTh

[Hesns HACTOSIEH PADOTHI COCTOUT B PA3BUTHH TEOPUU MHOIOUYACTHIHBIX BO30Y:K/IEHHBIX COCTO-

SHWN B JIEKTPOHHBIX CIIEKTPaX KOHEYHbBIX CTPYKTYPHBIX CUCTEM U €€ IIPUJIOZKEHUU K OITMCaHUIO
KOJIJIEKTHBHDBIX S(I)CI)GKTOB B MUKPOCKOIINY€CKUX aTOMHBIX KJIaCT€paX U MOJIEKYJIaX.

B pamkax 3ajgaHHOI 1e/1 OBLIH MOCTABIEHBI U PEIIeHbl CJIeIYIONNue 33/ 1a4u:



1. UccnenoBanue 3aBucuMocTu ontudeckux xapakrepuctuk MK ot BeiOopa pacripejiesienust
NJIOTHOCTH 3aps/ia yKese n 3hdOEKTUBHOIO IKPAHNPOBAHUS MEKIACTHIHOIO B3aUMO el

CTBHUA B KJIaCTepe.

2. HccnemoBanme mMporeccoB YIIPYTOTO W HEYIIPYTOTO pacCesTHus] MeIJIEHHBIX 3JIeKTPOHOB HA
KJjacrepax. Pacuyer cedenuii pe30HAHCHOI'O 3aXBaTa JEKTPOHOB KJACTEPaMU, COJEpKa-

OIMMHA Ppa3JINIHOE YUCJIO aTOMOB.

3. Teoperndeckoe ncciaesoBaHne IPUPOIBI AHTAPMOHI3MA KOJJIEKTUBHOI MOJIBI B 3JIEKTPOH-

noii cucreme MK.

4. VccnenoBanne MeXaHH3MOB pe/IaKCAIMH ILTa3MOHHOTO BO30YK/I€HHA B paMKax cepude-

cKoil xkeJjie mojiein. PacueT BpeMeHn KU3HU 1JIA3MOHHOM MOJIbI.

5. MogenmmpoBanne nporeccoB B3amMOJEHCTBHS KJIacTepa € HOJSPU3YyeMOit Jn3jIeKTpude-
CKOll KpucTtaJjindeckoit marpurneit. McceieoBanne ontuuecknx xapakrepuctuk MK B kpu-

CTAJIJINIECKOM OKPY2ZKE€HHH.

6. VccienoBanue po/id HEJOKATBHOIO OOMEHHOTO B3aUMOJEHCTBUS MPH ONMHCAHUKA BO30YK-

JCHHDBIX COCTOSHHUHA B MOJIEKYJIaX.

Hayuynasg HoOBu3HA pabOTHI

[Tepeunciiennblie 3aa49u SIBJISIIOTCA HOBBIMH, JTUOO HEJIOCTATOYHO HMCCJIEJOBAHHBIMU B PaMKax
CYIIECTBYIOIIKUX Mojeseil 1 MeTo0B. B pabore paccUuTHIBAIUCDH CJIEIYIONIAE XapaKTePUCTUKH

HCCIeyeMbIX 00 BEKTOB:

1. DeKTpOHHBbIE YPOBHU SHEPIUU, HOJHBIE SHEPIUH KJIACTEPOB C PA3JIMIHBIM YHCJIOM aTO-
MOB, BOJTHOBBIE (DYHKIIMM OCHOBHOT'O M BO30Y K/IEHHBIX COCTOSIHUIT U paCIIPeIeIeHUsT JIeK-

TPOHHOM’ IJIOTHOCTH B 0ObeMe KjiacTepa.

2. CeveHns ymnpyroro m HeyIpyIOTO paccesHus W Pe30HAHCHOTO 3aXBaTa HU3KOIHEPTeTHd-

HbIX 9JICKTPOHOB MeETaJJIJIMYCCKUMU KJIaCTE€PpaMu.

3. Henuneiinplie cjiBuru pe3oHaHCHON YaCTOThl MHOI'OILIA3MOHHBIX KOJIJIEKTHBHBIX BO30Y K-
JleHnit U cedeHusi pesoHaHcHoro dotonoronienns MK B cuibHOM 371€KTPOMarHuTHOM

ImoJie.

4. BpemeHa KU3HU ILTa3MOHHOIT MOJIBI ¢ yaeToM (bparmenTanuu Jlanaay u 3/1eKTpoH-(OHOHHOTO

B3aUMOAEICTBHU.



5. HambGosiee Bepositubie reomerpudeckue koudurypanuu MK B o0beme Kpucrajjimdaeckoit
peleTKN U CIeKTPhI (DOTOMOTIIONIEeHNs BHEIPEHHOTO KJIacTepa B MATPHIle U3 aTOMOB OJ1a-

rOpoOJHOT'O Tra3a.

6. YacToThl TEKTPOHHBIX BO30YK/IE€HUI C TEPEHOCOM 3apsjia W UX 3aBUCHMOCTH OT MeK-
ATOMHBIX DACCTOSHUII B MOJIEKYJaX. 3aBUCUMOCTHU SHEPTHil BO30YKICHHBIX COCTOSHUI

MOJIEKYJI OT 4aCTOTHI KaK MapaMeTpa 4acTOTHO-3aBUCUMOTO siapa ypasuenus TDDFT.
HoBbimu, BiiepBbIe 110JIy4Y€HHBIMU B JIAHHOU JIMCCEPTAIUU, SBJISIOTCS CJIeYIONIe Pe3y/ibTaThl:

1. Pazpaborana Mojenb Keje JJid KJIaCTEePOB € SKPAHUPOBAHHBIM KYJOHOBCKHM B3amMO-
jeiicreuem. Ha ocHoBe 1pejijio2KeHHON MO/1e/IU 1TPOIEMOHCTPUPOBAHO, 4TO yueT ddder-
TUBHOTO SKPAHUPOBAHUS MEXKIACTUIHOTO B3AUMOJIEHCTBUS B CUCTEME JIeTOKATN30BAHHBIX
3JIEKTPOHOB TIO3BOJISIET JOCTUTHYTH COTVIACUS PACUETHBIX XapPaKTEPUCTUK MeTAJLINIECKIX

KJIaCTepOB C SKCIIEPpUMEHTAJIbHBIMHI JaHHBIMHA.

2. IlocraByiena n peleHa 3aJa49a TEOPETUICCKOIrO OIIMCaHuA PE30HAHCHOI'O 3aXBaTa HaJleTa-
IOIEro 9JIEKTPOHa KJIaCTEPOM B CBA3aHHOE COCTOAHHUE OTPUIATE/IBHOTI'O MOHA. Paccaura-
HbI C€YE€HUA PE30HAHCHOI'O 3aXBaTa W HEYHNPYT'OI'0 PE30HAHCHOI'O paCCeAHUA IJIEKTPOHOB

C y4€TOM JUHaAMHYIECKOI'O IIOJIAPU3allMOHHOI'O BSaI/IMO,D;eI'?'ICTBI/ISI.

3. Paspaborana Teopermdeckasi MOJEIb JJIsi BHICOKOBO30Y K/IEHHBIX MHOTOYACTUYHBIX CO-
CTOSTHUII B CHCTeMe JIeJIOKAJIM30BaHHBIX 3JIeKTpoHOB MK, ¢ momombio KOTOPoil y1anoch
OIMCATh MHOI'OIJIA3MOHHbBIE COCTOSHUS U, TAKUM 00pa30M, BbIUTH 3a PAMKHU HPUO/IUZKe-

HHUY JUHEHHOTO OTKJIMKA.

4. VccenepoBana npupojia aHrapMoHU3Ma IJIa3MOHHON MOJIbI B KJIACTEPaX U MPOBE/IeHA OIlleH-
Ka YCJIOBHIA, TPH KOTOPHIX MHOTOIJIA3MOHHBIE BO30Y KI€HHBIE COCTOSTHUSI MOT'YT MTPOSBUTh-
cg cuekTpe dortonornomenns. Ha ocHoBe pazpaboTanHoii TeOpeTHIeCKOl MOIETN PACCUU-
TaHbl ABTOMOHU3AIMOHHbBIE IUPUHBL U YIVIOBbIE 3aBUCUMOCTU (DOTOIJIEKTPOHOB JIjIsd 1IPO-

11eCCOB aBTOMOHU3AIMOHHOIO PACIa/1a BHICOKOBO30YKIEHHBIX KOJIJIEKTHBHBIX COCTOSIHUIA.

5. IlocraBiiena u perreHa 3aadva ONMUCAHUS MEXAaHH3MOB PeJIAKCAIMU KOJJIEKTHBHOIO JIH-
MOJTLHOTO BO30Y KJeHus B 3j1eKTpoHHoil cucreme MK. Pazpaborana mojesnb, onuchBaio-
masg MeXaHH3M paclajga FapMOHUYECKOH KOJLIEKTHUBHOII MOJBI 3a CUeT B3aUMO/IeHCTBUS
¢ "BHyTpeHHUME'" SJIEKTPOHHBIMEU CTEHEHSIMI CBOOOIBI ¢ MOCJIEAYIONEeH pejlakcanuei au-
HOJIbHBIX BO30YKJIeHUIT B pe3y/ibTare 3JIeKTPOH-(POHOHHOTO B3aumo/ieiicTBus. [Iposeaenp
YUCJIEHHBIE ONEHKH BPeMEHHU YKU3HHU JIMIOJIBHBIX BO30YZKJIEHHBIX COCTOSHUN B MeTaJIIU-

YeCKUuX KJjaacTepax.



6. Paspaborana teopermveckasi mojiesib B3aumojieiicrsuss MK, BHeapennoro B kjucraJiu-
YeCKYyIO PeIIeTKY, C aTOMaMU OKpY2KeHHs. PaccuuTaHbl SHEPIrUH 3aMeleHnus U Haubosiee
BEpPOSITHBIE TeOMeTpHYecKne KOHMUryparun s KJIacTepoB HATPHUs PAa3TUIHOTO pa3Me-
pa, BHEJPEHHBIX B KPUCTAJLIMYECKYIO MaTPUILy U3 aToMOB aproHa. llcciiejjoBano Bins-
HIe KPUCTAJLINYIECKOTO OKPYKeHUs Ha CIIeKTP (oTomorIoIenns Kiacrepa. [Ipeackaszano
CMeIleHNe JIMHAU JUIOJBHOIO PEe30HaHCa B pe3yibTraTe CYMMAapHOI'O BKJIA/a IOJdpU3a-
IUOHHOI'O U KOPPEJSIUOHHOIO B3auMOJIEHCTBUI MexK/ly 3JIeKTPpOHHOU cucremoit MK u

KPUCTAJIJINYCCKON PEeIIeTKOM.

7. Pazpaboran TeopeTrmdecKnii moJaxo/, K ONMCAHUIO BO30YKIEHHBIX COCTOAHNN, yIUTHIBAIO-
muil HeJIOKaJIbHOCTh OOMEHHOIO MezK3JIeKTPOHHOIO B3auMojeiicTBud B paMKax dopma-
muzma TDDFT. Tlposesen cpasauTenbubiii ananus noaxonos TDHE (RPAE) u TDDFT
¢ TounbM yderom obmenunoro szammoseiicrsusi (TDDFT-EXX) u Teopernueckn j1oka-
3aHa HeOOXOANMOCTh MCMOJIb30BaHN 9aCTOTHO-3aBUCHMOTO siIpa 1PN pacueTax SHepruii

BO36y}K,H,eHHbIX COCTOSIHHM C II€pEeHOCOM 3apdda B MOJIEKYJ/IaX.

Hayuynaga n npakTudeckas 3HAYNMOCTh pPabOTHI

Jlannas pabora gBJisercsd TeOPeTUYeCKUM UCC/IeJ0BAHUEM, 1HOTOMY €€ Hay4dHas HEeHHOCTb CO-
CTOUT B Pa3BUTUHU TEOPUHM HEOJHOPOIHOTO JIEKTPOHHOTO Ta3a U KOHEUYHBIX (hepMU-CUCTEM.
[IpakTnyeckas MeHHOCTD MOJYYEeHHBIX Pe3YIbTATOB 3aKI0YaeTCs B BO3MOXKHOCTH UX IIPUMeHe-
HUS B pacuerax (pU3NIECKAX XaPAKTEPUCTUK ATOMHBIX KJIAaCTepoB U MOJeKys. [Ipemptokennbie
ABTOPOM TEOPeTUYeCKHre MO MOIYT ObITh MCIIO/Ib30BaHbl DU UHTEPIPETAIUU PE3Y/ILTATOB
9KCIEPUMEHTOB M0 (DOTOMOTTIONIEHNIO, PACCESTHUIO W 3aXBaTy JIEKTPOHOB KJIACTEPAMU, Pe30-
HaHCHOI doTomonusanyu u T.71. [IpencraBiennbie pe3yJbTaThl MOTYT HPEJICTABIATH UHTEPEC
C TOYKHU 3PEHUsi ATOMHOM, KJIACTEPHOW U MOJIEKYJISPHON (DU3UKHU, JIA3ePHO CLIEKTPOCKOINU, B
YACTHOCTH, TPU HCIOJIH30BAHUN JIa3ePOB (PeMTOCEKYHIHOTO JIUAlla30Ha, a TaKyKe MPH pa3pa-
OOTKe HOBBIX TEXHOJIOTUI U MaTepHAIOB ¢ UCIOJIH30BAHIEM MUKPO- B HAHOCTPYKTYP B KPUCTAJI-
JINYECKOil peleTKe W APYTUX HAHOTeXHOJIOTHil. Bemymumecs B mociennee mecaTuieTne WHTEH-
CUBHBIE UCCJIeI0BaHNS B 00J1aCTH (PU3NKN HAHO-PA3MEPHBIX CHCTEM JeJai0T PpaboTy OCODEHHO

AKTYaJbHON.

1. Ilpemioxkennas mMoaudunupoBaHHass MOJEIb HOHHOTO OCTOBA C YKPAHHUPOBAHHBIM MerK-
9JeKTPOHHBIM B3aMMOJIEHCTBHEM JIsI METALINIECKUX KIacTepoB, 3(HIHEKTUBHO YIUTHI-

Balolllad BJIMAHHE JIEKTPOHOB BHYTPEHHUX O6OJ’[O“I€K, IIO3BOJIdeT, OCTaBasdACh B pPaMKaX



Mozae/Im KeJie, ,ZLO6I/ITBCH CorJjiaCus C 9KCIIepUMEHTAJIbHBIMU JaHHBIMU U MOXKET CJIY2KUTh

OCHOBOII JIJIsT T€OPETUIeCKUX UCCJIeI0BAHUI B 001aCTH KJIACTEPHON (DU3UKH.

Paspaborannas Mojie/ib pe30HAHCHOTO 3aXBaTa U HEYIPYIOr'O pacCedHHs 3JTEKTPOHOB Ha
MeTaINIeCKNX KJIacTepaxX W MOJIydeHHbIe Ha ee OCHOBE Pe3yIbTaThl PACIIUPAIOT TTPeI-
cTaB/IeHHE O POJIM KOJIJIEKTUBHBIX B3aMMOIEeHCTBUI B KOHEUYHBIX (bepmu-cucremax. Cora-
cve TOJIyYeHHBIX YUCJIEHHBIX Pe3yJabTaToOB C JaHHBIMU 3KCIEPUMEHTa TTO3BOIsIeT CAeIaTh
BBIBO/I, UTO IPEJICTABJICHHBIII TEOPETUIECKHIT MO/IX0/T MOKET ObITh MCIIOJb30BaH B Kade-

CTBE MHCTPYMEHTAa JJi4d JAJbHEHIINX UCCIeTOBAHUNA.

Pazpaborannasi MO/ie/1b MHOIOYACTUYIHBIX 3JIEKTPOHHBIX COCTOSTHUMN, YIUTHIBAIOIIAS MEXa-
HU3MBI, TPUBOJISAIINE K BOSHUKHOBEHUIO aHTAPMOHU3Ma KOJJIEKTHBHOM MJIa3MOHHON MOJIBI
U, KaK CJIeJICTBUAE, HEJTUHEHHOCTH MPHU (DOTOIMOIJIONIEHNH, TIO3BOJISET BBITH 3a ITPeeibl
IpUOTMKEHNs TUHEHHOTO OTKJINKA W OMUCHIBATH MPOIECCHl BO3OYKICHUSI W PeTaKCAIIN

KOJIJIEKTUBHbBIX MO/ B HEJINHEHHOM pezxKuMe.

[IpetoxKeHHasi TeopeTHdecKasi MO/Ie/Ib, ONUCHIBAIOIIAs MeXaHu3M pacnaia (dbparven-
TAIMN) KOJUIEKTUBHON ILJIA3MOHHON MOJBI HA CMeIIaHHble BO30YK/IEHHBIE COCTOSHUS C
SHEPrUsiMH, OJU3KUMHU K YACTOTE TapMOHUYECKO# MOJIBI, ¢ MOC/JegyIolleil pegakcamueit
JIMTIOJIbHBIX BO30YZK/IEHUI B 3JIEKTPOHHOM CHCTEME KJacTepa MOXKeT ObITh UCHO/Ib30BaHA
JIJI TaJIbHENTITETO NCCaeJOBAaHNS KOJIJIEKTUBHBIX MPOIECCOB B KOHEYHBIX MHOTOJIEKTHOH-

HBIX CHCTeMaX.

Paspaborannass Moje/ib B3aUMOJIEHCTBUAA KJaacTepa C IOJAPU3YEMOl JTHIJIEKTPUIECKOit
KpHCTaﬂJIH‘{eCKOﬁ ManI/ILLefI n HpOBe,ZLeHHbIﬁ AaHaJIU3 BJIUAHUA HHOJIAPU3AIUMOHHOI'O U KOP-
PeANMOHHOTO B3aMMOAEHCTBUI JIEKTPOHOB BHEIPEHHOTO KJacTepa € OKPYzKalolei pe-
IIETKOI Ha ONTHYECKHe CBOWCTBA CHCTEMBI ITO3BOJISIET 0OOOITUTD Oy YeHHbIE Pe3YIbTaThI
Ha OoJiee MUPOKU CIIEKTP BHEIPEHHBIX KJIACTEPOB M aTOMOB OKpyzKeHusd. [Ipemsmozken-
HbI aBTOPOM METO MOZKeT 6bITb HCIIOJIb30BaH B Ka4Y€CTBE€ OCHOBDLI OJId ﬂaﬂbHeﬁIHeFO

MCCJIeIOBAHUS TIPOIIECCOB B TIOI00HBIX CUCTEMAaX W ITPOTHO3WPOBAHNS WX CBOWCTB.

[IpenozKeHHBII TEOpeTHIEeCKUN MOIXO0/ K PAacueTy BO30YKIEHHBIX COCTOSHUII aTOMOB I
MOJIEKYJI, OCHOBAHHBIII HAa MeTO/IaX Teopuu (PyHKIMOHATA MJIOTHOCTH W YIUTHIBAIOTITUI
HEJIOKAJIBHOCTH OOMEHHOT'O B3aMMO/IEHCTBHUS B 3JIEKTPOHHOI cucTeMe U, B O0IIEM CJIydae,
HeainabaTnvdecknii xapakrep sjpa ypasuenuss TDDFT, B coyeranwu ¢ BbICOKOIH wuc-
JeHHO 3DMEKTUBHOCTHIO W CPABHUTETBHON MPOCTOTON pean3alnui, OTKPHIBAET HOBBIE

BO3SMOZKHOCTHU IJId UCCJAE€TOBAHUA OINITUYECKUX CBOMCTB MHOTO3JIEKTPOHHBIX CHCTEM.



OcHoBHBIE ITIOJIO2KE€HN 4, BbIHOCHUMBbIE€ Ha 3alllUTYy:

1. Cornacue pe3y/ibraToB pacdera ONTHYECKHX XapaKTePHUCTUK METAIMYECKUX KJIACTEPOB
1 9KCHEPUMEHTAIbHBIX JAHHBIX MOXKET ObITh JOCTUTHYTO B PAMKAX MOIEJHU KeJIe ¢ OJI-
HOPOJIHBIM pacIpejieIeHieM IIIIOTHOCTH HOHHOTO 3apsijia yTeM He3Haduteabuoro (S 5%)

BapbHUpPOBaHUA IIapaMETPOB ME2KIaCTUIHOI'O B3aI/IMO,ILeI7'ICTBI/IH B CUCTCEME.

2. Muorouactuynasa mpupoja ontudeckoro orkanka MK mpogaBnsgerca B mpormeccax pacces-
HUS 3JIEKTPOHOB Ha KJIacTepaxX. Pe3oHaHCHAd CTPYKTypa CcedeHnus HeYIPYTOro pacCesHus
CBsI3aHa C JUHAMWYECKUM TOJISTPUSAIUOHHBIM MEXKIJIEKTPOHHBIM B3auMO/IeCTBHEM U Ha-

JudreM KOJIJIEKTHUBHOI MO/JbI B CIIEKTpPE BO36y}K/IeHHbIX COCTOSIHHH CHUCTEMBI.

3. AHrapMOHH3M ILTA3MOHHBIX BO30YZK/I€HUII B METAINIECKUX KJacTepax OOyC/JIOBJIEH Ha-
auaueM spillout 37€KTPOHOB 3a MpejieaMu HOHHOTO ocToBa. KosmekTupHble KomeOaHus
SABJISIOTCS JIOCTATOYHO FAPMOHUYHBIMU, YTOOBI MOIJIM CYIIECTBOBATH BbICOKOBO30Y 7K/ I€H-
HbIe COCTOSTHWSI, COOTBETCTBYIOIINE MHOTOTIJIA3MOHHBIM MO/IaM, KOTOPbIe OKAa3bIBAIOT BJIN-

guue Ha crnekTp (oronoriomenus MK B cuibHOM 3JIEKTPOMArHUTHOM IIOJIE.

4. BzammoieiicTBre rapMOHIYECKONH MOJIBI ¢ BHYTPEHHUMHE 3JI€KTPOHHBIME BO30Y K IEHUSIMI
HPUBOJIUT K €e paciia/ly Ha CMellaHHble cocTosinusd. /lajibHeiinas pejlakcanus 3J1eKTPOH-
HBIX BO30Y2KJEHUI CBA3aHAa C JIEKTPOH-(POHOHHBIM B3aMMO/I€HCTBHEM, BbI3bIBAIOIIUM 3a-

TyXaHue JUIIOJIbHOI'O BO36y>K,ZLeHI/IH B CUCTEeMe.

5. BzamMmogeiicTBue 3ekTporHO# moacucteMbl MK, BHEIPEHHOTO B KPUCTAJLIUIECKYIO pe-
MMeTKY, ¢ aTOMaMHW KPHUCTAJJINYEeCKOWM MaTPHUILI TPUBOIAT K M3MEHEHUSIM B €ro ONTH-
YeCKOM OTKJIMKE 0 CPABHEHHIO CO CIEKTPOM poTonor/iomenus c¢BOOOIHOIO KJiacTepa.
OcCHOBHOIT BKJIaJ, B M3MEHEHWe CIEeKTPa BHOCAT KOPPEISIHOHHAS W TOJAPU3ANNOHHAS

COCTaBJIdIOIIHE OIlepaTopa BBaI/IMO,ILeI./JICTBI/IH, JaCTUIHO B3aHMMHO KOMIIEHCHDPYIOIIUE JIPYyT
Apyra.

6. [Ipu onucanuum BO30YZK/JEHHBIX COCTOSAHUN € HEPEHOCOM 3apsijia HeOOXOJUM y4eT HeJlo-
KaJILHOTO 0OMeHHOTro B3anMmoyieiicTBusi. B pamkax dpopmainzma TDDFT 1o moxker ObIThH
peaim30BaHO Ha OCHOBE ONTUMHU3UPOBAHHOIO 3 (MEKTUBHOIO MOTEHIHAIA B COUYCTAHUU C
JaCTOTHO-3aBUCUMBIM g1poM ypaBaerus TDDFT-EXX npu yciaoBun npaBuIbHOIO BBIOO-

pa 9acTOTHl KaK HapameTrpa sapa.

JImuHbBI BKJIQA aBTOPA JUCCEPTAIMU B BBHIMOJHEHHYIO PabdOTy COCTOWT B TMOCTAHOB-

Ke Teseit u 3a7a4 paboThl, BBIOOPE MEeTO/Ia TeOPEeTHIECKOTO UCCIe0BAHUS, HEIIOCPEICTBEHHOM



BBITIOJIHEHUH TEOPEPETHYECKUX PACYETOB U UX aHajmu3e. B onyb/IMKOBaHHBIX B COABTOPCTBE pa-
60Tax ydacTue aBTOpa OBLIO OIPEIESIONIUM B TOH YacTH MOJTYyYEeHHBIX Pe3yIbTaToOB, KOTOPBIE
HAIILJTH OTParkKeHue B JINCCEPTAIINAH.

JloCTOBEPHOCTH IOJ/Iy4YE€HHBIX PE3YyJIbTATOB I'apAHTUPYETCs KOPPEKTHBIM HCIIOJIb30-
BaHUEM METOJIOB KBAHTOBOW TEOPUU MHOTHUX TeJj, TeOpuH (DYHKIMOHAIA TJIOTHOCTU, MOJIEKY-
JISPHOM JIMHAMUKW, & TaKxKe COTJIACUeM TOJyYeHHBIX pe3yJ/IbTaTOB M TeOPpeTHIeCKUX BBIBOJIOB
JIMCCEPTAIMOHHON paboThl ¢ pe3y/bTraTaMu JIPYIUMX TeOPEeTUYECKUX UCCJIEOBAHUN U IKClLEepu-

MEHTaJbHBIMHA JaHHBIMHA.

Anpobaius paboThl u ITyOJIMKaAIUN

PesysibraTer, mojiydeHHble B JUCCEPTAIUH, IPEICTABIAINCH HA HAYIHBIX ceMHHApaxX KadeIpbl
sxkcnepuMenTanbaoil pusnku CIIGITIY, Paul Sabatier Université (Toulouse, France), CIRIL/GAGIL
(Caen, France), Universitit Erlangen-Niirnberg (Erlangen, Germany). B Teuenune nocsennux
JIET OTJeJIbHBIE TOJIOKEHUsT TUCCEPTAINN TPE/ICTABISIINCH HA CJIEIYIONNX HAYTHBIX KOH(MEPeH-
nugax u cemuaapax: 11-th International Conference on the Physics of Highly Charged Ions,
1-6 centabps 2002, Kan, ®pannus; ISACC 2003,International Symposium “Atomic Cluster
Collisions: fusion, fission, electron, ion and photon impact”, 18-21 urosrst 2003, Canxr-IleTepOypr,
Poccus; 9-eme Rencontre des Chimistes Théoriciens Francophones (RCTF), 20-24 cenrsbps
2004, Tlo, ®@panmusg; 4-th International Conference on Theory and Molecular Clusters, 24-28
anpeJisi, 2004, Tynyza, ®pannus; Nuclear Theory XIV Colloque GANIL, 6-10 utons 2004,
ZKnen, @pannus; 10-eme Rencontre des Chimistes Théoriciens Francophones (RCTF), 10-13
uiosig 2006, Hancu, @panmnus; 5-th Meeting of the DFG Priority Programm 1145 Modern and
universal first-principles methodes for many-electron systems in chemistry and physics, 4-6
uionsi 2007, Boun, I'epmanus; Symposium of the DFG Priority Programm 1145 Modern and
universal first-principles methodes for many-electron systems in chemistry and physics, 21-23
Mmas 2008, Tyrnunr, lepmanus; DFT2009, 13-th edition of the International Conference on the
Applications of Density Functional Theory in Chemistry and Physics, 31 aBrycra - 4 ceHTssbpst
2009, JIuon, @pannus; 2-nd Frankonian Theoretical Chemistry Meeting, 19-20 wostopst 2009,
Bropudypr, I'epmanusi.

Pesynbrarsr quccepranuu omnyOJIMKOBAHBI B OPUTHHAJIBHBIX 42 CTAThsX B pedepupyeMbx Kyp-

Hastax. Crucok nyOuKaluil mpuBe/ieH B KOHIE aBTOpedeparta.



O06beM u CcTpyKTypa JAUCCEPTAIIAN

Jluccepramnusa cOCTOUT W3 BBe/IeHUsd, MIECTU TJIaB U 3aKaiodenusd. OOmuii 00beM IuccepTaIi
cocrasiisier 294 crpanuiipl Tekcra. Juccepranus cojepxkur 19 tabiun, 50 puCyHKOB U CIHUCOK

JurepaTypbl n3 403 HauMeHOBaHWIA.

Coaep>kaHne auccepTalmm

Bo BBEJIEHUWMU nposejien anajin3 COBPEMEHHON CHTyallid B pacCMaTpPUBAEMOil 00-
JIACTU HAYYHBIX UCCJETOBAHU, 0OOCHOBAHBI TeMa M aKTYaJbHOCTH JTUCCEPTAIMOHHON PabOTHI,
IIOKa3aHbl €€ HOBU3HA U IIPAKTUYCCKAA 3HAYUMOCTb, a TaK2Ke HU3JI02KEHbl KPpaTKO€ COJep2KaHue

pa6OTbI U OCHOBHBIE ITOJIO?K€HU A, BBIHOCUMbIE€ Ha 3allUTY.

ITEPBAA T'JIABA coaepXKut onucanue MOJIEJIH, B paMKaxX KOTOPOIi IOJIYy9YeHbl OCHOB-
HbIE Pe3yIbTaThl MEPBO YacTU JaHHON paboThl. TeopeTndecknii Moaxo 1 Mpy pacdere OCHOBHOTO
cocrosinnst MK ocnoBan wa npumenennn npubimzkenust Xaprpu-Poka (HF) k cucreme jeno-
KaJIN30BAHHBIX 3JIEKTPOHOB, JIBUKYIIUXCS B M0JI€ HOHHOTO OCTOBA, OMMCHIBAEMOTO C MTOMOIIHIO
MojiesT keje. Beibop pacupe/ie/ieHus IJI0OTHOCTU MOJTOXKHUTETHHOTO 3apsd/ia U yueT HeJTOKaJb-
HOTO XapakTepa MerK3JEeKTPOHHOI'O B3aUMOJEHCTBUS SABIAIOTCS OCOOEHHOCTSIMHU UCIOTb3yeMOii
Mojiesiu. [lepBbiit pas3 e/ riaBbl YaCTUYHO HOCUT 0030PHBINA XapakTep. Boruucjienubie B pud im-
xennun HF oanovyacTuvnbie sHEpIruy U BOJIHOBBIE (DYHKIMK OBLIH MCIIOJIL30BAHbI IIPU pacueTax
CHEKTPOB (OTOMOTJIONIEHUST U CTATHYECKON JTUIIOJIBHOM TOJIIPU3YEMOCTH KJIACTEPOB C YIETOM
MHOT'OJIEKTPOHHBIX KOPPeJIsiiiuii B paMKax npubsmzKkenus caydaitubix dasz ¢ oomenom (RPAE).
Pacdernsr nokazaJin, 9T0 TEOPETUYIECKUI TIO/IX0/I, OCHOBAHHBIN HA MOJIE/IN KeJIe C OJHOPOHBIM
ceprIecKu-CUMMETPUYIHBIM PacIpe/ieIeHHeM IJIOTHOCTH 3apsjia, Pajuyc KOTOPOTO OIIpeje-
JISLTICSL, UCXOJSl M3 W3BECTHOTO MEYKATOMHOTO PACCTOSIHUS B TBepaoMm tese (BM momenn), mos-
BOJIsIET OO'bICHSATH SIBJICHUS, CBA3aHHbIE ¢ (DOPMUPOBAHUEM 0D0JIOYEUHO 3JIEKTPOHHOM CTPYK-
TYpbl M BO30Y2K/JeHHEM KOJIJIEKTHBHBIX MOJ (IJIA3MOHHBIX DE30HAHCOB) B crekTpax (hoTomo-
romennsg MK. B To ke BpeMsa npu nmpoBeeHUN BBIYHCIEHUN HAOIIOIAI0CH CHCTEMATHIECKOe
PacxoK/IeHne pacuYeTHbIX 3HAYEHUN C pe3yJbTraTaMu HU3MEPEHUil KaK CTaTU4eCKON JIMIOJbHON’
MOJISIPU3YEMOCTH, TaK M YaCTOTHI PE30HAHCHOTO NuKa B crekTpe (orornoriaomenns MK. Ta-
KHM 00pa3oM, HOSIBUJIACh HEOOXOIUMOCTh BHECEHHUsI M3MEHEHHUIl B HCIOJIb3YEeMYIO MOJIENb JIjIs
JIOCTH2KEHHSI JIYUIIero KOJMIECTBEHHOTO CONVIACH ¢ IKCIIEPUMEHTOM.

B pazgese 1.2 nccaenyercs becriapamerprdeckast Moaeb "onTumMaabHOro" pacmnpeesie-
Hust osiozKuTeIbHOrO hora (OJM), obecnednBaroiiero abCoMOTHbINH MUHUMYM MOJTHON SHEPTUH

KJaacTepa. B pe3ynbTrare BapHalMoOHHON MPOIEAyphl HaiiieHa (DYHKIU paclupeaeeHus ILI0T-
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HOCTH Peore(T’), COOTBETCTBYIOMAsA abCOMIOTHOMY MUHUMYMY NOJIHON 3Heprun Ei., nmpu KOTO-
poil B ciydyae paBeHCTBa IapHBIX IMOTEHIINAIOB B3aUMOJEHCTBUS MEXKy YaCTUIAMU CHCTEMbI
ILTOTHOCTD 3aps/ia KOpa paBHA 3J€KTPOHHON IIOTHOCTH IO BCEMY 00beMy KJaacTepa. JTO YCJI0-
BHE IPUBOAUT K CHCTEME CBS3aHHBIX HEJMHEHHbIX HHTerpo-anddepeHnuajibHbIX ypaBHEHMI
Xaprpu-®oka. Buraucsennbie mojiHble SHEPTHH SBJISIOTCS abCOTIOTHBIMA MUHUMYMaMU Cpe-
JIF BCEBO3MOKHBIX C(hepHIeCKH-CUMMETPUIHBIX pacipeeeHnil IJIOTHOCTH 3aps/ia 0CTOBA JIst
MK c¢ pasiimunbiM ductrom aromMoB. VHTEpeCHbIM pe3y/ibTaToM OKa3aJIoCh IMOsIBJIEHUE JIOIOJIHU-
TeJIbHBIX MUHIUMYMOB B ITOJIy9€HHO{l 3aBHCUMOCTH SHEPIUU CBSI3U OT YUC/IA ATOMOB B KJIaCTepe,
HAJIMYINEe KOTOPBIX COIVIACYeTCs ¢ SKCIEePUMEHTATbHBIMU JTAHHBIMU.

Berin pacuuransl crmeKTpbl (DOTOMOIJIONIEHNAS U CTATHYECKHE TUMOJTbHBIE MOISIPU3YeMO-
CTH (v JIJIsi KJIACTEPOB PA3JIMdHOro pa3mMepa. Kak mokasa/m pacdersl, IPU Hepexoe OT OJI-
HOPOJIHOTO K "omTuMaibHOMY" pacipeeieHuio TPOUCXOJAUT CYIIeCTBEHHOe BO3PACTAHWE Oy U
redshift MeHTPAJIbHON! YACTOTHI JUMOJHHOIO PE30HAHCA (s, a TAKIKe IepepaclpeIeeHne CI
OCIIIILIATOPOB B crekTpe oTonoriomennd. [Ipn 3ToM okasamochk, 4TO B caydae KJIacCTepOB
HATPUST PACXOXK/IEHNE PACIETHBIX ONMTUYECKUX XAPAKTEPUCTHUK, moaydeHubrx aias OJM, ¢ sxc-
HEePUMEHTAJIbHBIME JIAHHBIMHE JIazKe BBIIIE, YeM Ipu uciob3oBanun BM monenun. Kpome Toro,
HECMOTPs Ha mpuBaekaresbHocTh OJM Kak mnpeaeabHOro caydas "onrumanbaoro" pacmpeme-
JIEHUS Peore(T), K €€ OUEBUIHBIM HEJOCTATKAM CJIEYEeT OTHECTH €€ MPUMEHUMOCTD JIUIh K 3JIeK-
TPOHEHTPATHLHBIM CHCTEMAM.

B pazzene 1.3 npejioxKeHa Mojie/ib 2KeJjle ¢ SKpaHUPOBAHHBIM KYJIOHOBCKHM B3aHMO/Ieli-

—hlri —

CTBUEM MEXKJ/1y 4YaCTUIlaMU BULA V(I'Z',I'j) == , KOCBEHHO Y4UTbIBalOllasd BJIUAHUEC

elr; — ;|
9JIEKTPOHOB BHYTPEHHUX 000/1049eK. DBblan uccjeoBanbl BO3MOXKHOCTH 3(PEHEeKTUBHOTO dKpa-
HUPOBAHUs KYJIOHOBCKOT'O MOTEHIWAIa 3a CUYeT M3MeHEHHs IapaMeTpa SKPAHUPOBAHUSA K U
JIUJIEKTPUIECKONH KOHCTAHTBI € W MPOAHAJU3UPOBAHBI 3aBHCUMOCTH CTATHIECKOH JTUMOTHHOM
HOJIIPU3YEMOCTH (g W PE30HAHCHON 9acTOThI (e OT MApPaMETPOB MOTEHIHAJA. DBLIO MOKa3a-
HO, 9TO TyTeM HE3HAYUTETbHOIO M3MEHEHUs MapaMeTpoOB MOTEeHINaIa B WHTepBaJe 3HATEHNII,
obecrednBaronux coxpaHenne ycroitumoctu cucrtembl MK, B pamkax "rpamunumonnoit" BM
MOJIE/IN KEJ1€ MOYXKHO JOOUTHCSI 3aMETHOTO YJIYUIIEHUST COTJIACUsT MEZKJIy PACIETHBIMU U IKCIIe-
pPUMEHTATBHBIMU JAHHBIME. [Ipu 9TOM, y9IuTHIBas, YTO BaphUPOBAHUE MAPAMETPOB MOTEHINA~
Ja B Ipejeax, 00ecneInBaroNnX KOJINIEeCTBEHHOE COTJIachue C SKCIIePUMEHTOM, He MPUBOIUT
K KaUYeCTBEHHOMY U3MEHEHUIO CTPYKTYPHI CIIEKTPOB (DOTOMOTTIONIEHUS, MOJIENIb ¢ KYJTOHOBCKIM

BSaHMO,ZLef/'ICTBI/IGM MOXKET OBbITh IIO-IPpE2KHEMY IIPpUHATA 3a OCHOBY IIPpU UCCJICJOBaHUU OCHOBHBIX

CBOWCTB MeTaJIJINYEeCKUX KJIaCTEPOB.
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BTOPA4A T'JTABA nocssiiiena nccjie1oBaHuio mporeccoB B3aumoeiicrsus MK ¢ Hus-
KOYHEPreTHIeCKIMHI 3JIEKTPOHAMH. DB paccMOTpeHBbI IPOIECChl YIIPYTOro paccesaHus, pe3o-
HAHCHOTO HEYIIPYTOTO PacCesHusd W 3aXBaTa 3JEKTPOHOB.

Teoperuueckoe ucciegoBanne ypyroro paccesiHusi 3JIEKTPOHOB € dHEpPruei Huzke mopora
BO30y ) 1eanst MK, koTopomy mocssiten pasjen 2.1, nokasaJio, 9To, 6Jiaromgapsi BBICOKOi 1MoJIsi-
PU3YMOCTH KJIACTEPOB MIETOYHBIX METAIIOB, IHHAMIIECKOe OIS PU3AIIOHHOE B3aUMO/IeficCTBIE
MeK/ly HaJjleTaloneil 4acTuneil u JIeKTPOHHON CUCTeMOIl MUIEHU HPUBOJUT K 0OPa30BaHUIO
CBSI3aHHBIX COCTOSHHI OTPUIIATE]HLHOIO MOHA, MPUYEM YHCJIO0 COCTOSHUIT BO3pacTaeT Mo Mepe
yBeJndeHns pasmepa KiaacTepa. [Ipm ydere muHAMHYECKOTO HOJIIPU3ANMUOHHOTO TMOTEHIIHAJIA,
B paMKaX HCIOJb30BAHHOTO TEOPETHUIECKOTO allllapaTa OMUCHIBAEMOTO ¢ TTOMOIILIO ypaBHEHUST

Haiicona

A, (5) 4 [ o)) = e o) (1)

rae HHF) - onnouacTuunblii raMu/IbTOHHAH B npubsmxkennn Xaprpu-Doka, 1)(r) - BoaHOBaAS
bYHKIUS 3/IeKTPOHA C HEPrueil €, IBUKYIIErocs B IOJe JeKTPOHHON CHCTEMBI KJacTepa, a
Y(r,r') - HempuBogUMAast COOCTBEHHO-IHEpreTHYecKasi 4acTh (GyHKuun [prUHA, B PACUETHBIX
CeYeHusiX yUpYyroro paccesiius HaOJIIOAIOTCH PE30HAHCHbIE HMUKH, COOTBETCTBYIOIIUE KBa3W-
CBSI3AHHBIM COCTOSIHUSIM. DTO TaKKe HAXOJIUT OTPAZKEeHUE B MOsIBJIEHUH JIOMOJHUTETHHBIX (ha-
30BBIX CJIBUTOB JIJI Psjia IMapIHaJIbHBIX BOJIH 110 CPABHEHHUIO C pe3yJIbTaTaMH BBIYUCICHUN B
npubamkennn Xaprpu-Poxa.

B pazjuesie 2.2 npejjioxkena Teoperudeckasi MOJe/Ib PE30HAHCHOI'O 3axBaTa HaJieTalonei
YACTHUIIBI B CBSI3aHHBIE COCTOSIHUST OTPUIATEILHBIX MOHOB IPHU HEYIIPYTOM PACCEHUH JIEKTPO-
HOB C HEPrUsiMH HUKe YaCTOTHI IJIA3MOHHOTO pe3oHaHca. [Iporecc 3axBara 3/IeKTPOHA B OHO
U3 BO3MOXKHBIX CBSA3aHHBIX COCTOSHUN IIPU HEYIPYTI'OM PACCEsSHUM C BO30YK/I€HUEM KOJLIEKTUB-
HOI MOJIBI MOKeT ObITh H300pazkeH B BUJe OJHOI U3 quarpamm, n3obpaxenubx Ha Puc. 1(1-3),
B 3aBUCUMOCTH OT CTEIEHU ydeTa JUHAMUYIECKOIl MOIIpu3aIun 3JeKTPOHHOI cuCTeMbI KJacTe-
pa. Ha nmarpammax v, obo3HavaeT BOTHOBYIO (DYHKIIHIO HATETAONIETO 3/IeKTPOHA ¢ HMITYTECOM

Yy, HF HF 4, 1, HF DEM 4, ¢, DEM DEM g,

\If,, \Ilu ‘IIV
1) 2) 3)

Puc. 1: /ImarpamMuOe peicTaBaeHne TPOTEcca Pe30HAHCHOTO 3aXBaTa JeKTPOHA IPH HEYTIIPY-
TOM PaCCEeSHUU C BO30OYKICHUEM ILTA3MOHHOI MOIHI.

P, COCUATAHHYIO B UCXOAHOM TpuOanzkennu Xaprpu-Poka (ompunapuas jguuus, "HE"), wiu ¢
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YUYEeTOM MOJISIPU3AIMOHHOrO TIoTeHnuasa (apoituas aunusi, "DEM"), 1, - cooTBeTcTBEHHO, BOJI-
HOBYIO (DYHKIIMIO 3aXBaYEHHOTO 3JIEKTPOHA B OJTHOM U3 CBA3AHHBIX COCTOSHUI (He 00s3aTeIbHO
B OCHOBHOM COCTOSIHMU ¢ HawHU3MIeil sHeprueii), a V¥, - KOJIEKTUBHOE BO3GYIKIEHHOE COCTO-
sune ¢ dacroroit ),. TlosHoe cedenmst 3axBara JEKTPOHA IIPU €0 HEYIPYIOM PACCETHHHM Ha
KJIacTepe MOYKeT OBITh MPEACTABICHO B BHIE CYyMMBI MaPIUATBLHBIX CEedeHUit

1 2 L,
=3 ; ; e e 0,7 1 (T, 2P 2

rJie CYMMHPOBAHUE OCYIIECTBJISAETCS M0 BCEM MaPIUAJbHBIM KOMIIOHEHTAM HAJIETAIOIIETO JJIEK-
TPOHA, P - HCXOAHBII HMIYTbC pacCenBaeMOl JaCTHUIIBL, [, - OpONTATBHBIH MOMEHT IapIHAJIbHON
BOJIHBIL, £, - SHEPIUS KOHEYHOTO CBA3aHHOTO COCTOSHUS 3aXBAYEHHOTO jeKTpona, M, (p, lp,n)
- MATPUYHBINA 3J1€MEHT MHOIOYACTUIHOIO ONepaTopa M JJIsl OJTHOM ero u3 napiuaJjibHbIX KOM-
HOHeHT, [', - KoHeYHas NIUpUHA JUHUH BO30YKI€HHOIO cocTosgnud W, XapaKTepu3yolas ero
BpeMd KHU3HU. B mpeanonokennn, 9To MeK3TeKTPOHHOe B3aNMO/ICHCTBIE B CUCTEME SBISIETCS
YHCTO KYJOHOBCKUM, Marpudnbiii sjement M, (p, lp,n) olpeaeadeTcss OJHOYACTUYHbIMU BOJI-
HOBBIMH (DYHKIUSAME ), U 1, HAJIETAIONMIET0 W 3aXBAYEHHOI'O 3JIEKTPOHOB, COOTBETCTBYIOINMMU
onHoit u3 muarpamm Puc. 1 (1-3), B 3aBUCHMOCTH OT BBIODAHHOIO NPHOJUKEHUS, ¥ MHOTOYA~
crudHbiMU PYHKIHIMEA OcHOBHOIO W( 1 BO30yxkeHHOro W, cocrosiHuii

Mo, m) = (W 31) = (B30 | | W ()3 (3)

=1 "

[Ipu onucanuu cucremor "HefiTpabHbI Ki1acTep + 31eKTPOH'" HEOOXOMMO YIUTBIBATD B/IUSIHAE
Ha HAJIETAIONIYIO YaCTHILY JUHAMUYECKOTO TOISPU3ANUOHHOTO TOTEHIIHAA, C yIeTOM KOTOPOTO

NapIUATBHYI0 aMILTATYLY (3) MOXKHO 3alllCATh B BHUJIE

1

Wdthn) = s { (@) +X

(Pe|Ze]d) (D M [1))

€— ¢y

de (4)

e (€|3]€) - MATPHUHEIE STEMEHTH TPHBOIUMOIi COGCTBEHHO-9HEPreTHIeCKOH YacTH (byHKIIH
I'puna, ¢ - Xaprpu-Ookosckue BoHOBBIE hyHKINU. B paMkax onucanHoil Mojeu OblIu Bbi-
YUCJICHBI TIOJHbIC M MapIHaJbHbIe CeUeHHs PE30HAHCHOTO 3aXBaTa TEKTPOHA HEHTPATbHBIME
KJIACTepAaMU HATPUS U KAJHsl, COMEPKAIUME PA3IHIHOe YUCI0 aToMOB. [Ipu npoBegeHun pac-
9ETOB yYUTHIBAJIOCH, 9TO 3aXBAT He 00s13aTeJIbHO OCYIIECTBIISIETCs] B HANHU3IIIEE 110 SHEPIUH CBsI-
3aHHOE COCTOsTHHE, a TaKKe MPeyCMaTPUBAIACH BO3MOKHOCTh BO30OY K ICHUST KAK JUIOIbHBIX,

TaK ¥ KBaJIPYIOJbHBIX MO/ B KJaacTepe. Bblio oOHApY2KEeHO, 9TO, KaK IIOKa3aHO B pazjene 2.3,
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B CEYEHMIX 3aXBaTa KAK IMPABUJIO HAOIOMAETCS OCHOBHOI MWK, COOTBETCTBYIOIINN MEPEXO/y
9JIEKTPOHA B COCTOsIHME OTPHUIATE/JILHOTO MOHA C HAMHH3IIEH dHeprueil ¢ Bo30y:KIeHHeM KOJI-
JIEKTUBHON JIUIOJBHOI MOJBI, a TaK:Ke MPUCYTCTBYIOT HECKOJIBKO CATEIUTOB, CBI3AHHBIX C
nepexojilamu B 00J1ee BBICOKHE 10 dHEPruu cocTostaus. 1Ipu 9ToM, MOCKOJIBKY B3auMOIeicTBIe
HAJIETAIOIIET0 JEKTPOHA U MOBEPXHOCTHOTO TI/IA3MOHA MMPOUCXOIUT HanboJiee 3 MeKTUBHO NpH
YCJIOBUHU TPEUMYIIECTBEHHOI JTOKATU3ANUH HAYAJTHLHOTO U KOHEYHOI'O 3JIeKTPOHHBIX COCTOSHMI
B IPUIOBEPXHOCTHON 00J/IacTU KJjacTepa, OCHOBHOI BKJIA/l B PE30HAHCHBII 3aXBaT 3JIEKTPOHA,
JTAI0T TapPIHUAIbHBIE BOJIHBI C JIOCTATOYHO DOJIBITUMI OPOUTAIBHBIMI MOMEHTAMH.

[ToMmumoO mccteoBaHUs MPOIECCOB 00PAa30BaHUsA OTPHUIATEIbHBIX HOHOB IIPH HEYIIPYTOM
paccedHUE MeJIeHHBIX 3JeKTpoHOB HeiiTpanbHbiMu MK, B pasmene 2.4 ObLI0 NIpOBEIEHO HUC-
cJIe/IOBaHUE 3aXBaTa JEKTPOHOB MOJIOKUTENIBHO 3aPszKEHHBIME KJacTepaMu ¢ 00pa30BaHUEM
9JIEKTPOHEHTPAIHHON CHCTEMBI B KOHEYHOM COCTOSTHWH, TJIe POJib CBSI3AHHBIX COCTOSTHUIN [10-
HOJTHUTETLHOTO 3JIEKTPOHA Urpaj Habop PuadeproBckux Bo30yKIEHHBIX COCTOSHUN. Pacuers
MOKa3aJM, 9TO, KaK U B caydae HeiTpaabHbIXx MK, OoCHOBHOII BKJaJ B CceUeHHe 3aXBaTa Ja-
10T CBSI3aHHBIE COCTOSTHUSI C HAMHU3MIUME SHEPTUSIME, IYTO 00eCIednBaeT OBICTPYIO CXOAUMOCTh
[IOJTHOTO CEYEHHS, a B CIEKTPAJbHON 3aBHCHMOCTHU CEYeHHUs 3aXBaTa dJIEKTPOHA MOYKET OBITh
BBIJIeJIEH OCHOBHOI pPE30HAHCHBIN MUK U PsJ caTe/LTHTOB. B obomx ciydasx, Kak IpH 3axBa-
Te JIeKTPOHOB HelrpasibubiMu MK, Tak M MX 1M0JI02KUTE/IbHBIMA MOHAMU, HAOJIIOAAJIOCH CY-
IIIECTBEHHOE BJINSTHUE TUHAMUYECKON MOISPU3AINN Ha MPOIECC B3aNMOIEHCTBUS HAJIETAIOIIEH
JacTUIBl U KJjacTepa. [longpu3anuoHublil MOTeHIHA, 00yCJIOBINBAIONINNE 00Opa30oBaHUe CBSI-
3aHHBIX COCTOSIHUII OTPHUIATEILHOIO MOHA, TAKZKE 3aMETHO M3MEHSIeT JHEPIreTUdeCKUil CHeKTp
Punbeproseckux BO30YKIEHHBIX COCTOSHUT, 9TO HAIIO OTpaKeHWe B pe3yJbTaTaX pacueToB
cedyeHuil 3axBaTa 3JeKTpoHa. Kpome TOro, moJigpu3alnuoHHOEe B3auMmojeiicTBue 3(HdeKTUBHO
MeHgeT TJIYyOMHY MPOHUKHOBEHHS YACTHUIIBI CKBO3b IEHTPOOEKHBIN Oapbep U, TAKUM 00pa3oM,
BJIMSIET HA B3aUMOJICHCTBUE MEXK/ly BHEIHUM JIEKTPOHOM W ILJIA3MOHHON MOOH, 9TO IPUBO-
JIAT K 9aCTUIHOMY Mepepacipeie/IleHNi0 BePOSTHOCTH 3aXBaTa 3JIEKTPOHA B CTOPOHY OOJIBITIX
OpOUTATBHBIX MOMEHTOB U OOJIBIINX YHEPIUil HaIeTalleil YJaCTUIIbI.

Kaxk nokaszano B pasjesie 2.5, noMmumMo 00pa30BaHust CBSI3aHHBIX COCTOsIHUSI, PE3OHAHCHBIT
3aXBaT JEKTPOHA B TOJ€ HEHTPAJbHBIX KJIACTEPOB MOXKET MPOUCXO/UTH B KBA3W-CBI3aHHBIE
COCTOSIHUS HEIIPEPBIBHOTO CIIEKTPa, COOTBETCTBYIOINIHE HAOJIIOABIINMCS PE30HACHBIM MAaKCHMY-
MaM B CEUEHHAX YIPYTOTO PACCETHHS, C BO3SMOXKHBIM MOCTEIYIONINM HEPe30HACHBIM 3aXBaTOM
B COCTOSIHUE OTPUIATE/IHHOIO HOHA. PacdeTsl moKa3am, 9To, KaK U B C/Iydae 3aXBaTa HAJIETAI0-
IIET0 JIEKTPOHA B CBSI3aHHOE COCTOSTHUE, OCHOBHOMN BKJIA T B CEUEHNE PE30HAHCHOTO HEYIPYTOTro

paccedHus JAI0T MEPEXOIbl MEXK/Iy MapliuaJIbHBIMU BOJTHAMHE, COIMPOBOXKIAIONINECT BO30Y K Ie-
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CevyeHune 3axBaTa, OTH.epl.

JHeprug aneKTpoHa, 3B

Puc. 2: Dxcnepumentanbias 3apucuMocth (M) moIHOroO ceuennst 3axBata OT SHEPIHU HAJETAIO-
HIero 371eKTPOoHA JJ1s KjaacTepa Kg B CDaBHEHUH ¢ Pe3y/IbTaTaMH PACUeTa Pe30HAHCHOI'O 3aXBaTa
U HEYNIPYTOro Pe30HAHCHOI'O pacCesaHus, OTMEYeHHbIMH IIYHKTUPHOR U CIIONIHON JIMHUAMM.

HUeM B KJIacTepe JUIOJIbHON KOJIJIEKTUBHOI MOJBI.

[IpoBejiennoe B pasjiesie 1. 2.6 cpaBHeHUE PACUYETHBIX CEYEHUNl PE30HAHCHOI'O 3aXBa-
Ta JIEKTPOHA HEWTpaJbHBIM KJacTepoM Ky ¢ pe3yjibraTraMu KCIEPUMEHTATLHBIX U3MEPEHUi
(Puc. 2) mposeMOHCTPUPOBAJIO XOPOIllee KAYECTBEHHOE COLJIACHE CTPYKTYPBI MOJHBIX CeYeHHIA.
Hekotopoe pacxoxkaenne B MOJTOKEHUH OCHOBHBIX PE30HAHCHBIX TMHKOB MOXKET OOBICHATHCS
TeM, YTO NpeJJIOKEeHHAs TeopeTndecKas MOJe/b He YIUThIBAaeT B3aNMOJEHCTBIE MEXK/Iy pacce-
SHHBIM 3JIeKTPOHOM U KOJIJIEKTUBHBIM BO30YZK/IeHHEM, IPU OMUCAHUH MOJISIPU3AMUOHHOTO B3a-
UMO/JIeIICTBUS OTPAHUYUBAETCS TOJIBKO JUAarpaMMaMi BTOPOTO MOPAJKa U HE YYUTBIBAET BO3-

MO2KHOI'O BJIMAHUA IJICKTPOHOB BHYTPEHHUX 000J1049€eK.

TPETbA T'JIABA nocssiiiiena nccjie [0BaHNIO TPOIECCOB BO3OYKAEHNUS W MOHU3AINN
KJacTepa B CUJIBHOM JazepHoM moJie. [Ipescrasiennasa B pa3fesne 3.1 Teopermdyeckas MOJENb,
OMUCHIBAIONIAS MHOTOILIA3MOHHBIE BO30Y K/I€HHBIE COCTOSHUS, OCHOBAHA HA PA3/IeJeHUU BHYT-
peHHUX creneneil cBo6opl u ABuzKeHust nenTpa Mace (LIM) ssiekTpoHHOIT crcTeMbl B IPeIoIo-
JKEHUU MAJIOCTH aMILIUTYAbl Kojiebanuit [IM orHocuTe1bHO T0102KeHusT paBHOBecus. [Ipu srom

KOJIJIEKTUBHAA MOJa IIPEACTaBJIdeTCAd B BUAEC OCIHUJIIIATOPaA CO cJ1aboil CTeleHbIO aHTapMOHHU3Ma,
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B3aMMO/IECTBYOIIEro ¢ "BHyTpeHHUME'" 3JI€KTPOHHBIMEU BO30Y 2K I€HUSIMH.

B noapasnene 3.1.2 mpoaeMOHCTPUPOBAHO, YTO IPHU ONMMCAHUU KOJJIEKTHBHOTO BO30YK-
JIEHHOTO COCTOSIHUS B PaMKaX aInabaTUIECKOTO MPUOINKEHNS, TPU KOTOPOM B3anMO/IeiiCTBHE
Mezk iy Kojiebanusivu [IM v BHYyTpeHHUMU CTeleHsIMU CBOOOJIbI OTCYTCTBYET, JHEPIreTUYeCKuii
CTIIEKTP KOJIIEKTHBHBIX BO30Y’KIE€HHBIX COCTOSIHUII CUCTEMbI, OCHOBAHHBIH Ha PacYeTax C WC-
noJsib3oBaHueM BM kejie Mojenn, oKa3biBaeTcsd OJU3KAM K TAaDMOHUYECKOMY, TO €CTh 9acTOTa
epexo/1a MezK/1y JIA3MOHHBIMU COCTOSHUSIME TPAKTUIECKH HE 3aBUCUT OT "ILIA3MOHHOIO KBAH-
TOBOTO 4uCIa" 1, COOTBETCTBYIOMIETO YHCIY BO30Y K IEHHBIX TIA3MOHOB, & MOJTHAS 3JIEKTPOHHAS
BOJIHOBas (DYHKIMA COCTOSHUS [N, V), COOTBETCTBYIOIIETO N-ILJIA3MOHHOMY KOJIJIEKTHBHOMY BO3-
OYZKJIEHUIO U V-MY BO30Y:K/IEHHIO BHYTPEHHHX JIEKTPOHHBIX CTeleHeil ¢cBOOOIBI, MOXKET OBIThH
3aMKuCcaHa B BUJIE TTPOU3BEICHUSI

VLR, 1) = U, (R)D,(r') (5)

)

rae R ob6o3nagaer KoopauHaTy meHTpa Mace, a I’ COOTBETCTBYeT BHYTPEHHUM CTEIIeHAM CBOOOIbI

B cucreme [IM. [Ipu 3TOM CIBUT 9acTOTHI TJIA3MOHHON MOJIBI B CTOPOHY 00Jiee HU3KUX SHEPTHii

Ne?

(&%)
[§]
JIEKTPOHHOTO 3aps/ia KJjacTepa 3a IpejiejlaMid UOHHOI'O OCTOBA (spillout), COCTaBJIeT JIUIIb

(redshift) mo oTHOIIEHUIO K KIACCHYECKOH dactore Mu, Qe = , OIIpejIeIsIeMblil 1oJ1eit
HE3HAYUTEIbHYIO YaCTh MOJHOTO CMEIeHns, HAOI01aeMOoro Mpru pacderax B TPUOINKEHUN JIH-

neitnoro orkiuka (RPAE), u yobiBaer ¢ pocrom pasmepa kiacrepa. Cama "ajunabarnaeckas"

qacToTa onpeesnserca popmymaoit 2.q = Qyer/ 1 — o e 0N o6o3HaUaeT JI0JII0 JIEKTPOHOB
U3 IMOJIHOTO 3apsaa N, HaXOJIdIIyIocs 3a MpejielaMi HOHHOI'O OCTOBA.

OcCHOBHOII BKJIaJ] B CMeIIleHIe Pe30HAHCHOI YaCTOThI 00eCIIeYnBAET B3aUMOIeHCTBIE MeZK-
gy HM u BayTpenHuMu BO30YK/IEHUSIMU B CUCTEME JIeJIOKAJIM30BaHHbIX 3j1eKTpoHoB MK, 1pu-
qeM HeaanabaTUIeCKuil CJIBUT YaCTOTHl OKA3BIBAETCS TaKKe HEMOCPEJICTBEHHO CBSI3aH C Ha-
auaueM B cucteMe spillout smekTponoB. OCHOBHOI BKJIaJ B HeaJHa0aTUIECKOe CMeNlnBAaHHEe

apuzkenns [IM m BHyTpeHHHX cTemeHeil cBOOOIBI JaeT TEPBBIi WiIeH Pa3/IOKeHHUs B P IO

crenensim R norennuasa noauoro ocroBa Ueope(T)
N
W', R) =)  ((RV) Uoe(r]) — 24 (Rr})) (6)

[TepBoe cyiaraemMoe B NpaBOil YaCTU BbIPAXKEHUsS ACCONUUPYETCS € MEPEMEHHBIM 3JIeKTpOMar-
HUTHBIM II0JIEM, KOTOPOE ILJIa3MOHHBIe KoJjieDaHWs HMHAYIHPYIOT B cucteme [IM, a BTopoe -

¢ 3 }eKTUBHBIM MOTEHIIHAJIOM CHJI HHEPIUU. B ciaydae ucTo mapabomIecKoro MOTeHIHAIA

16



Ucore(Tr) 00a cjtaraeMbIx B3aUMHO KOMIIEHCUPYIOT JIPYT JAPYyTa.

[IpoBeeHHbBIE pacUeThl 3JTEKTPOHHBIX CHEKTPOB KJIACTEPOB HATPUS IMOKA3aJH, ITO BO3-
Oy2KJIeHHbIE COCTOSHUS, COTJIACHO TPE/JIOZKEHHO MOJIe N MPEeJICTABISIONINe COO0 CyTepno3u-
I KOJJIEKTUBHOW MO/IbI M BHYTDEHHHX CTereneil cBoOO0/bl, OKa3bIBAIOTCS CIPYIITHPOBAHbI 110
9HEPIUH B COOTBETCTBUU € YHCJIOM BO30YKJICHHBIX MJIA3MOHOB N, IPUYEM B KaXKI0i rpyrime Jin-
HUl BBI/IEJIsIeTCS OCHOBHAS MOJIA C TTPeodJIaJaonuM IIa3MOHHBIM BKJIa oM. [losrHag BoaHOBas
dyuknust k-ro Bo30YyKJIEHHOIO COCTOsiHUsI OBITH 3alMCaHA B BHJIE CYNEPHO3UNUU A uadaru-
qecknx cocrosguuii [n,0) = |V, (R)Po(r')) u |[n — 1L,v # 0) = |¥,_1(R)®,(r')), cBazanubix

sosmymenuem W (r', R), kak cxemarundno uzobpazkeno Ha Puc. 3,

N
TR, ') = CV 0, (R)®p(r) + Y CHT, 4 (R)®, (r') (7)
v#0
\Iln \Dn—l
W
o,

Puc. 3: InarpamMHoe TIpeJicTaBIenne MaTpuaubix saementos (n, 0|W|n — 1,v).

BzaunmoseiicTBre MeK Iy KOLIEKTUBHOI MOJION U BHYTPEHHUMEI BO30Y K IEHHBIMUA COCTOSHUSIMU
IIpUBOAUT K CbpaFMeHTa]_[I/II/I HJa3MOHHOM JIMHUM C YaCTUYHBIM nepepacipe/jejeHueM ee CUJibl
OCIUJIIATOPA CATeTUTaM, CMEIEHHBIM B CTOPOHY 60Jiee BHICOKUX dacToT. [IponcxoauT cyrie-
CTBeHHBII redshift pe30HAHCHOW YaCTOTHI IO OTHOIIEHHWIO K ee aJIunadaTHIecKOMy 3HAYeHUIO,
npudeM, Kak BugHO u3 Puc. 4(a), B pesysibrare aHIapMOHU3MA KOJLUIEKTUBHONW MOJbI HAOJIIO-
naercs Bozpacranue (blueshift) qacTorTsl mepexo/a Mo Mepe YBeJUYeHUsT YHCIa BO30Y K IEHHBIX
I71a3MOHOB. BaKHO OTMETHTH, 9TO MpejTaraeMblil TOIX0/ MO3BOJISeT BHIATH 3a Mpeesibl Mpu-
OJUMKeHUs JIMHEITHOTO OTKJINKA U OIMHCHIBATH BBICOKOBO30YIKIEHHBIE COCTOSHUS 3JEKTPOHHOI
CUCTEMbI, OJJHAKO IIPpU 3TOM C BBICOKOM TOYHOCTBIO BOCIIPOU3BOAUT PE3YyJIbTaTbhbl PpaC4Y€TOB CIICK-
TpoB POTOTOTJIONIEHNST B TMHEHHOM perKuMe.

Henuneiinbie 3¢ dexTor, cBI3aHHbBIE ¢ AHTAPDMOHU3MOM KOJLIEKTUBHOIT MOJIBI, MOT'YT Ha-
OJII0JIATHC B IIPOIECCAX B3aMMOJEHCTBHS KJIACTEPOB € CUJIbHBIM JazepHbiM 1ojiem. Ciegyer
OZKNJ1aTh HpOHBﬂeHI/Iﬁ AHTapMOHHU3Ma IIPpHU JOCTATOYHO BBICOKHUX HHTEHCUBHOCTAX JIA3EPHOI'O
U3JIyUeHNs, B IEPBYIO OYepe/Ib B BHUJIE CBUTA PE30OHAHCHON YaCTOTHI M YMEHDBITECHUS MAKCHMY-

Ma CeueHUsl MpH yBETUUYEHUH UHTEHCHBHOCTH JiazepHOro uanydvenus. Ha Puc. 4(6) npegcras-
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Puc. 4: (a) CnexTp AumoMbHBIX Bo30yzK1eHnii Kiactepa Naj; u (6) ceuenns dboTONOrIONCHHS
JJIsl PA3JINYHBIX MHTEHCUBHOCTEH JIa36PHOTO U3y YeHUs], HOPMUPOBAHHbIE HA BEJIUIUHY MAKCH-
MyMa (hOTOMOTIONEHNST B IUHEHHOM PEsKUME.
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Jenbl cedenns coronoromenns o(w, E) mia xnacrepa Naj,, paccanTanHble JId PA3HIHBIX
3HaYeHUH MHTEHCUBHOCTH Jla3epHOro noid I, uaMeHseMmoii B mpejenax or I ~ 108 Br/cm?,
COOTBETCTBYIOMIel JnHeiiHoMY pexkuMy moryomienud, 10 I ~ 10! Br/cm?, mpusoasmeit x 3na-
4yuTeJJIbHOI HeJIMHEHHOCTU B (bOTOHOF.HOH_[eHI/II/I. BO3paCTaHI/Ie NUHTEHCUBHOCTHU 1I0JId BBI3BIBAET
3ameTHOe cmerrenne BupaBo (blueshift) Mmakcumyma HOTOMONIONIEHNsT B Pe3y/IbTaTe yBende-
HUs BKJI3Ja MHOTOILTa3MOHHBIX BO30Y:K/IEHHBIX COCTOSHHU, YaCTOTHl KOTOPHIX, KAK BHJIHO HA
Puc. 4(a), caBunyrsl B ¢TOpoHy 6oJiee BBICOKHX SHEPIHil, & TaKxKe K OOIeMy YIIMPEHHIO Pe30-
HaHCHOTO Tpodus. pyrum mposiBjieHHeM HeJINHEHHOCTH SIBJISIeTCsl YMEeHbIIIeHne MaKCHMYyMa
cedeHus: (pOTOMOIJIONIEHUsS] C POCTOM HHTEHCUBHOCTHU, CBA3aHHOE T€M, UTO aHIapMOHUYECKHIi
CJBUT YaCTOTHI HAPYIIAET PE30HAHCHOE YCJIOBHE M, TAKHM OOpa30M, HPUBOIUT K CHUXKEHUIO
BEPOSITHOCTH (DOTOIOIJIONIEHUSI.

B pazzaene 3.3 ucciienyercst pe3oHancHast MHOTOILIa3MOHHas wonu3amust MK B cuibHOM
9JeKTPOMArHUTHOM ToJie. B paMKax IpejlIozKeHHON MOJe/ i BO30YKIeHNE B METALTUICCKOM
KJIacTepe JIBYXILIA3MOHHOI MOJBI ¢ 9Heprueii 2(),; BbIIe MOTEHINATA HOHU3AINN PUBOJIUT K
pacmajy KOJJIEKTHBHOTO BO30YIKIEHHOTO COCTOSIHUSI MMOCPEJICTBOM aBTOMOHU3AIMOHHOTO MeXa-
au3ma |n,v = 0) — |n — 2,v = (h,p.)), CONPOBOKIAEMOMY SMUCCHEI T€KTPOHA. ABTOHOHU-

S3allMOHHaAd IMHUPHUHA ABYXILJIa3MOHHOI'O COCTOAHHA PaBHaA

2c (P dp.
rnEerwZ/mQ(h,pe)w B+ h— 20 ) 2 (8)
h

rje [}, - HOTeHIMAT HOHU3AIMH 3AI0JTHEHHON h-00004KH, a Ag(h, Pe) - aMILTHTY/IA ABYXILIA3-

\Ijn \II’I’L72

V@) Pe

Puc. 5: ,ZLI/IaI‘paMMHOG IpeAacTaB/JIeHue MaTPUIHBIX 9JIEMEHTOB aMIIJIUTY bl aBTOMOHU3aIUOHHOI'O
paciiaga N-11JIa3MOHHOI'O KOJIJIEKTUBHOI'O COCTOAHUAA.

MOHHO MOHU3AINH, KOMIOHEHTBI KOTOPOil cxeMaTndecku n3obpazkensl Ha Puc. 5. Buumn mpose-
JIeHBI PACYeThl IMUPUH PE3OHAHCHOI JBYXILIa3MOHHON noHu3anun 1/1s kaacrepos Naj; n Nagds,
KOTOpbIe B 060UX ciIydasx oka3ajauch paBHbiMEU 'y ~ 40 M3B. Muoronnazmonubie Bo30y K 1eH-
HbIe COCTOSHUS B Iporecce (DOTOMOHU3AIMI MOTYT TPOSBJIATHCA TaKzKe B BHJIEe aHU30TPOIUN

YIJIOBOIO pacipejiesierusi poTo3/1eKTPOHOB. Pesy/ibrarsl pacdera yrjioBoro pacipe;iesietns o-
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Puc. 6: (a) Yriosoe pacupejiesieHne pe3oHAHCHON JBYXILIA3MOHHO (POTOSMHCCHN /IS K/la-
crepos Naj, u Nagy; (6) sneprerudeckuii cnekrp dorosmuccun i Kiactepa Nags ¢ yde-
TOM PE30HAHCHOI'O U TEPMOUOHU3AIUOHHOI'O MEXaHU3MOB IIPU 9HEPI'UU JIa3€PHOI'0 UMILYJIbCa

W = 0.18 m/Ixx /cm?.
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TOIJIEKTPOHOB A1s Kiaactepos Naj, m N a§L3 npescraBienbl Ha Puc. 6(a), rae mossipaas och
HAIIPaBJIeHA BJOJIb IJIA3MOHHBIX KOJIEOAHMII.

B pasnmene 3.4 mccienoBaH NMpoIEcc MOHU3ANNE KJacTepa Jia3epHbBIM HMITYJIbCOM (heM-
TOCEKYH/IHOH JIINTEIbHOCTU W MPOBEJEHO CPABHEHHE DPE30HAHCHOIO W TEPMOMOHU3AIUOHHOTO
BKJIAJIOB B cedenne poromonmsarnun. OKa3agaoch, 9T0 pe30HAHCHAS (POTOMOHUBAINS, TIOMUMO
HAJTUYUs YTJIOBOM aHM30TPOINNH, MOYKET HMPOABIATEH cebs Ha (OHE TEPMOIMUCCHHU B BHJE Pe30-
HAHCHOI'O MAaKCHUMYyMa B 9HEPIeTHYECKOM clieKTpe (hOTOIEKTPOHOB, KaK HoKazano Ha Puc. 6(0).
Ha ocHoBanum npoBegeHHOrO aHan3a ONTHUMAJBHBIX YCJIOBUH JI/Isi HAOJIOJAEHNUST PE30HACHOI
HOHU3ANMK OBLIO CJIeJIAHO 3aK/I0UeHne, YTO PEe30HAHCHBIM MeXaHH3M IpeodbJiajaeT B 00JIacTH
CPaBHUTEJIBHO HU3KUX WHTEHCHUBHOCTEH JIA3epHOr0 M3JIYUEeHHS, IPUIEM YMEHbIIeHHe JITHTE /b
HOCTHU MMIIYJIbCa TaKzKe J0JI2ZKHO IIPUBOAUTHL K BO3PaCTaHUIO BKJIAaJdA pe3OHaHCHOI71 COCTaBJIAIO-
IIei.

YETBEPTAA T'JIABA nocssineHa nccjaeI0BaHAIO IPOIECCOB parMeHTalul U pe-
JIAKCAIIMKA KOJITIEKTUBHBIX BO30YXKIeHUil B 31eKTpoHHOi# cucteme MK. HTepec kK maHHOI Te-
Me O6yCﬂOBﬂeH HeJaBHUMU SKCIIEpUMEHTaMH, I'/ie 6BIIII/I CAeJIaHbl IIOIIBITKNW HEIIOCPEACTBEHHOT'O
U3MEepeHHs BPEMEHH 3aTyXaHHus ILJIa3MOHHBIX KOJieOaHWiT B CBOOOJHBIX KJIACTepaX HATpPULA H
IOTyUeHB! ONEHKN BPeMeHN KU3HU ITa3MoHa 7, ~ 10 + 20 dc, 3a KoTOpoe TPOUCXOIUT HOT-
HbIT paciia g KOJIJIEKTUBHOM MO/Ibl Ha HEKOTI'€PpEHTHbIE BO36y}K,ZLeHbIe COCTOAHUA. B ,ZLaHHOI‘/JI rJIaBe
6BIJII/I HUCCJIeJ0BaHbI MEXaHU3MbI pacCliada FapMOHI/I‘leCKOﬁ MO/bI, IIPUBOAAIINE K Hea,ZLI/IaﬁaTI/ILIe—
CKOMY VIIUPEHHUIO IJIa3MOHHOM uHuK. Peakcaius m1a3MOHHOT0 BO30YKIeHU B 3JIEKTPOHHOI
cucTeMe KJIacTepa IpejCTaB/IsaeTCs MPOUCXo/Isiieil B aBa rama. Ha nepsom srame npoucxogaur
pacna g "aucToit" rapMOHMYECKONW MOJBI HA CMENIAHHBbIe COCTOSTHUS C YHEPTUSIME, OJU3KUMHI K
SHEPIUU HEBO3MYIIEHHO IJIA3MOHHON MOJIBI, IIPU KOTOPOM MPOUCXO/IUT BO30YZKIeHIE BHYTPEH-
HUX cTeneHeit cBoboabl. /lanbHeiimasa pemakcanus 37I1eKTPOHHBIX BO30Y K I€HNI, KAK OXKHIAeTCH,
CBsi3aHA C JIEKTPOH-(POHOHHBIM B3aMMOEIHICTBHEM, B PE3y/IbTaTe KOTOPOTO HeanadaTuvIecKune
nepexoabl MexKJAy IJIEKTPOHHBIMHU COCTOAHUAMMN MPUBOJAT K 3aTyXaHUIO JUITOJIHBHOTO B036y}K—
JICHHSI B CUCTeMe W JIaI0T JIONOJTHUTEIbHBIN BKJIAJ B YIIHPEHHEe Pe30HAHCHBIX JIUHUI B CIIEKTPE
doronoromenus. s onncanus B3auMoeRCTBUS JIEKTPOHHOI CHCTEMbI KJIACTEPA C OCIIHII-
JISIUSIMA MOHHOTO OCTOBA ObLjIa WCIOJIb30BAaHA JUHAMHUYECKAs MOJEIb YKejie, OCHOBAHHAs HA
MOJIe/TH KOJiebaHuil KaILIi ¢ HYJIEBOM BA3KOCTBIO.

Penakcanng "qucToii" rapMOHHYECKOi MOJIBI MPOUCXOAUT 34 ee BpeMs KusHu 7, = 1/,
rae '), - "cobersennas" (intrinsic) mupuna pesoHancHoro yposusi. B pasgene m. 4.1 Obliau
BBIUNCJIEHBI 3HAYeHNs I, W COOTBETCTBYIOMNE BpeMeHa PeTaKCallii KOJJIEKTHBHOIO BO30Y¥K-

JEHHOI'O COCTOAHUA IJId pdaa HeﬁTpaJIbeIX KJaCTEpPpOB HaTpUd U UX IOJOZKHUTEJbHBIX MOHOB.
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VuauThIBast JUCKPETHOCTH CIEKTPa coctosumii [P, (1)), He mO3BOIAIONIYI0 HEMOCPEICTBEHHO BOC-
IOJIL30BATCA 30JI0TBIM MPABUJIOM, IPHU IIPOBEJICHUH YUCJICHHBIX PACUCTOB ILIA3MOHHAA JIMHUIL
IPUOJINKEHHO OTMUCHIBAIACH COOTBETCTBYIOMMM Jlopenmnesbim nmpoduiem ¢ mupunoii 'y, B ci1y-

qae n = 1 yJIoBJIeTBOPSIONeil COOTHOIIEHUIO
Ty =27 [0, v[W1,0)*L(Qua, ) (9)

Boiin npoBejieHbl YnC/IEHHBIE PACYeThbl BPEMEHU pPesIaKCAIuU ILIa3MOHHOM MOJBI JI/Id KJacTe-
poB, cogep:kamux 20, 40, 58 u 92 menoKaIM30BaHHBIX 3JEKTPOHOB. BELIO MOKa3aHO, YTO B3aM-
MojieiictBue mMexk 1y [IM u BHyTpeHHUMHU 3JIEKTPOHHBIMU BO30YK/JIE€HUSMU HPUBOJIUT HE TOJIb-
KO K CMEIIEeHNIO pe30HaHCHON JuHun (redshift) mo ornomennio K vacrore "HeBO3MYIIEHHO!"
rapMOHHYECKOi#l MOJIbI, HO U K ee cymiecTBeHHoit (pbparmenTaruu. IIpu sToM Kak cremnenb dpar-
MEHTAIMK, TaK U O0INee CMENEeHne CHJI OCHU/LISITOPOB OKA3bIBAECTCs OOJIbINE y HERTPAIbHBIX
KJIACTEPOB, 00,13 af0muxX O0IbINell TMJI0THOCTHIO BHYTPEHHUX BO30YIKIEHHBIX COCTOSIHUI B 00-
JIACTH ILIA3MOHHOTO Pe30HaHCa, a TaKzKe OOJIbIIeil OTHOCHUTEJILHOU moJeil spillout 3/1eKTpOHOB
3a mpejiesaMu HoHHOrO ocToBa dN/N 10 CpaBHEHUIO ¢ COOTBETCTBYIONIUMHE TTOJIOKUTETHHBIME

nonamu. Kak suano us Taba. 1, semmunna ') ymenbimaercs ¢ ysesndenneM pasMepa Kiacrepa,

Kaacrep | N/N | T, (3B) | 7, (bc) | o (3B)

Nagy 0.156 0.44 1.50 0.43
Nayg 0.132 0.43 1.53 0.41
Nasg 0.103 0.40 1.65 0.34
Nags 0.091 0.35 1.88 0.30
Kuacrep | 6N/N | T, (3B) | 7, (bc) | o (3B)
Nag, 0130 | 041 | 1.65 | 0.40
Naj, 0118 | 0.38 | 173 | 0.3
NaZ, 0.093 0.35 1.89 0.32
Nag, | 0.084 | 032 | 2.06 | 0.29

Tabsmua 1: Hoaa spillout smexrpornos ON/N ., cobcTrBeHHAd MMUpUHa, JuHAN 1, BpeMd pejakca-
) p7

i 7, = 1 / I') miazMonnoit MOJBI W INCTIEPCHs O CIIeKTPa JUTOJBHBIX BO30YZKJIeHni B OKpecT-

HOCTHU PEe30HAHCA /I HeHTPAJILHBIX U 3apszKeHHBIX KJIACTEPOB HATPHS.

OJIHAKO B CJIy4ae KJaCTepPOB, CO/IEPKAIINX CPABHUTE/IHLHOE HEDOJIBIIIOE YHCJI0 AaTOMOB, HAO/II0/1a-
IOTCsI CYIIECTBEHHbIe OTKIOHEHUS OT OKHIAeMON acHMITOTHYeCKOii 3aBucumoctu [') ~ 1/Ry,
00bsiCHSIEMbIE HEJI0CTATOYHO BBICOKOM IJIOTHOCTHIO BHYTPEHHUX JIUIOJIBHBIX BO30Y:KJIEHUN B
OKPECTHOCTH TapMOHUYECKON MO/IbI.

ﬂaﬂbHeﬁmaH peaakcanua CMelIlaHHbIX JUITOJIbHBIX B036Y)K,H,6HHBIX COCTOSIHHUN B KJaCTe-
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pax, COTJIAaCHO TIpeJIOZKeHHO# B paszmese 4.2 Mojenn, MPOUCXOIUT B pe3yabTaTe 3JeKTPOHHBIX
ePexo/I0B, BBI3BAHHBIX 3JeKTPOH-MOHOHHBIM B3amMoeiicTBreM. PaccMoTpeHbl mepexoibl u3
ONTUYECKH-BO3OYKIEHHBIX MTUIOJIBLHBIX COCTOSHUNE BO BCEe BO3MOXKHBIE KOHEYHBIE COCTOSTHUS,
COIIPOBOK/IaeMbl€ TOTJIOIIEHUEM UJIM MCILyCKaHueM (pOHOHOB PA3JIMYHON MYJIBTUIIOIbHOCTH. B
MEePBOM TOPSIJIKE TTPUOJIUKEHUS] CKOPOCTH PeJIaKCAIIUU JIUTOJIHLHOTO BO30YXK/IEHUS C TMOTJIONIe-

HUEM WM UCIycKaHueM (POHOHA OIpeJIe/sieTCs COIIACHO (hopMy.ie

|Vk(H)|2 w
e W (2, 1
1% WZ 2muwu C 2T p] (gk) ( O)

I"’/h]

rae pj(€) - MWIOTHOCTH KOHEYHBIX COCTOsiHWUii |j) ¢ sHeprueii €, T - TemmepaTypa B SHepre-
TUYECKUX €JUHUIAX, YHepruu (POHOHOB W, CUUTAIOTCH IIPeHeOPesKUMO MaJIbIMH 110 CpaBHe-
HUIO C 9HEPIHSIMU JJIeKTPOHHBIX BO30YXKICHUIT €5, a Vk(]“) = (k|V®|5) - marpuumnbiii smement
3JIEKTPOH-(DOHOHHOI'O OIlepaTopa JiJist fi-if (GOHOHHON MOJBI MEZK/Iy HAYaJbHBIM |k) 1 KOHETHBIM
|7) MHOrOYACTHYHBIME 3JIEKTPOHHBIMHU COCTOSTHUSIMH.

B noapaznenax 4.2.1 u 4.2.2 10 OTJeJBHOCTH PACCMOTPEHbI BKJI/(bl IOBEPXHOCTHIX (J1e-
dbopmannonubx) 1 00BEMHBIX KosTebanuii (KoeOaHuil CKaTHs1) HOHHOIO OCTOBA B YHIMPEHHE
JIMHUU JTUTOJTBHBIX BO30YZK/IEHHBIX COCTOSHU, 0OPA30BABIINXCS MOCJIE PACIAIA FADMOHIIECKO-
o 1JIA3MOHHOI'0 BO30y K ienusi. Pacdyersl nmokasaJjiu, 4ro Bpems Jlanjay-dgpparmenranuu rapmo-

HUYECKONW MOJIbI T JIjIs KJIacTepoB HaTpus, cojepkamux 10 < 100 aTomoB, cocTaB/isieT mopsiaka

1+ 2 dc, npuyem Bo3pacTaer ¢ yBeJHYEHHEM pasMepa KJacTepa U yMeHbIIeHusd J1oau spillout
31eKTpoHoB. [locimeayiomas penakcanusa JUMOJIbHBIX BO30Y:K/IEHHII B SJIEKTPOHHONW CHCTEMe
MEeTAJIJINYECKOTO KJIACTePa IMPeJICTaB/IIeTCsd KaK Pe3y/ibrar 3/IeKTPOH-(DOHOHHOI'O B3auMOjIeii-
CTBUS, IJIe BKJIAJI TOBEPXHOCTHHIX (DOHOHOB YOBIBAET C yBeJIUYEHHEM pa3Mepa KjacTepa, O/IHa-
KO Tpeobsiajiaer st MaJopa3MepHbIX cucTeM, comepxkamux < 20 aromoB. Bkiiag o6beMHBIX
KOJIeDATEIbHBIX MO/ ¢ POCTOM 4YHCJa aroMOB N B KJlacTepe, HAIIPOTUB, BO3PACTACT U CTPEMUT-
ca K acuMnroruaeckomy npejaeny npu N 2 100. DkcnepuMenTaabHast ONEHKA BPEMEHU >KU3HU

JIMTIOJILHBIX BO30Y 2K IeHHil B OKPEeCTHOCTH ILIa3MOHHOrO pe3oHanca i Nags IIpu TeMIepaType

T =105 K maer 7 = 10 =+ 20 dc. Pacuernoe suavenne 7 = 1/, (T"), momydeHnoe Ha OCHO-
BaHWU IPEJICTABJIEHHON Moje/in pu Toi ke Temieparype st N = 92 paBusiercs 15 dc, aro

Ka9eCTBEHHO COTVIaCYeTCd C IKCIHEPpUMEHTAJbHBIMU JaHHBIMHA.

ITATAA T'JTABA nocsgiiena uCcaeI0BaHUI0 ONTHYECKUX CBOICTB KJIACTEPOB IIMEI0Y-
HBIX MeTaJIJIOB, BHEJIPEHHBIX B MATPHILY U3 aTOMOB O,1aropoaHoro rasa. B pazzene m. 5.1 mpe-

CTaBJIeHa TeopeTuveCKad MO/eJib, OIIMCbhIBaIOIIad B3aI/IMO,ZLeI‘/'ICTBI/Ie 3JI€KTpOHHOI71 IOoACUCTEMBI
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KJIACTePa C TMOJISIPU3YEMBIM KPUCTAIIMNIECKAM OKPYKEHHeM Ha OCHOBE METOJ0B Teopuu (PyHK-
IUOHAJIA IIOTHOCTU. MoOeb YyIUTBhIBaeT KOPOTKOJAEHCTBYIOIEe KOPPEIIIMOHHOe OTTAJTKIBa-
HIE MEXK/Iy 3JeKTPOHAMHU KJIacTepa M aTOMaMU OKPYXKEeHHS, ¢ OJIHON CTOPOHBI, U UX B3AHMMHOE
JTAJIbHO/IEHCTBYIOIEE TO/IsIPU3ANMOHHOE TIPUTSIKEHUE, C JIPYTOI.

B pamkax mpeaio:keHHONH Moaen B pasjese 5.2 BHIYUCTEHBl SHEPTUH 3aMenieHus Fi,g
JIJIT HanOoJ1ee BePOSTHBIX TeOMeTPUUeCKUX KOH(MUTryparuii BHEIPEHHBIX OJMHOYHBIX ATOMOB U
kjaacrepos Harpust Nag, Nay u Nag, a Takyke ux cuekTpbl (pOTONOTIOMEHUs . BbL10 10Ka3aHo,
9TO, TI0 Mepe yBeJUYeHUs pa3Mepa KJacTepa W ero JUIMOJIbHON moasspusyeMoctu, Fi,q menser
3HAK [PH [EpPexojie OT JUMepa K TeTpaMepy, CTAaHOBSICH OTPHUIATENIbHOI, U B JaJbHeilIeM mpo-
JIOTzKaeT YObIBATH /1T OCHOBHBIX CTAOMIbHBIX n30MepoB Nag. Takum 06pa3oM, 0Ka3aaoch, UTo,
HA4YMHAS C HEKOTOPOrO pa3Mepa, BHEJPEHHE KJIACTePa CTAHOBUTCS IHEPTeTHIECKH BHITOHBIM
JUTST Psijia, CTAOMJIBHBIX KOH(UTYPAIHii, MOCKOJIBKY ¢ pocToM mossipu3dyemoctu MK Bo3pacrtaer
BKJIa/ TMOJITPU3AIMOHHOI0 B3aUMOIEIICTBUS MeXKy KJIACTEpPOM U KPUCTAIUYECKHM OKpYKe-
HUEM, 9TO 00eCIeunBaeT SHEPreTHUeCKY IO yeToiunBocTh cucreMel. Ha Puc. 7(6,8) npejcraniie-
HBI CIIEKTPBI (POTOMOTJIONIEHNsT B OKPECTHOCTU KOJIJIEKTUBHOTO PE30HAHCA I CBOOOIHOTO Doy
m3omepa Nag U COOTBETCTBYIOIIETrO BHEJIPEHHOTO KiaacTepa. Ha Bepxueii nanemu Puc. 7(a) mis
CpaBHEHUd NIPHUBEIEHO SKCIEPUMEHTAJIbHOE ceueHue (pOTOMOTIIONEHUs ¢BOOOIHOTO Nag B TOM
JKe HHTEePBaJIe 9aCTOT. DKCIEPUMEHTATHLHO HADIOMAEMbIi IPH KOHEYHBIX TeMIIepaTypax HeojI-
HOPOJIHO YITUPEHHBIN MPOMUIb PE30HAHCHOI JIMHIH, COOTBETCTBYIOIIEH BO30Y K IEHUIO KOJLIeK-
TUBHOM JUIOJBHON MOJIBI, TIPEJCTaBIAeT OO0l CYNepIO3uIni0 BKIaI0B OCHOBHBIX H30MEPOB C
OJIM3KUME SHEPTUIMEH OCHOBHOTO COCTOSIHUSI U TPEXMEPHON reomMeTpudeckoil Kouduryparueit
MOHHOI'0 OCTOBa, NPUOIMKEeHHONH K cdepndecKkoit. BzanmoeiicTBie 3JIeKTPOHHON MOJICUCTEMbI
MK ¢ okpyzKaoluMia aTOMaMU KPUCTAJLIMIECKON MaTPHUILI IPUBOIUT K U3MEHEHHUAM B €r0 OIl-
THYECKOM OTKJIHKE 0 CPAaBHEHHUIO CO CIEKTPOM (bOTOMOTrIONeHHsI ¢CBOOOTHOrO KaacTepa. [lpu
9TOM KOPPEJISANUOHHAST ¥ MOJISPU3ANUOHHAS COCTAB/ISIONNE OlepaTopa B3auMOIeiCTBUS BO3-
JIEHCTBYIOT HA KOJIJIEKTUBHOE 3JIEKTPOHHOE BO30YIKIEHWEe B MPOTUBOIOJIOKHBIX HAMPABICHU-
gIX, BBI3BIBas OTHOCUTEJIbHBIH CIBUI PE30HAHCHOI YAaCTOTHI, COOTBETCTBEHHO, B 00J1aCTh OoJjee
BBICOKHMX WJIM HU3KUX YACTOT, B 3aBUCHUMOCTH OT COOTHOIIeHUS (DU3MUECKUX MAPAMETPOB aTO-
MOB KJIacTepa U pereTku. PacyeTsl moka3ajm, 9T0 3a CIeT IYaCTUIHON B3aMMHONW KOMIIEHCAI[NN
BKJIQ/IOB JIBYX KOHKYPHUPYIONIUX B3aMMO/IeHCTBHI, ©3MeHeHUs B ClieKTpe (DOTOMOIIONEeHN KJla-
cTepa B OKPYKEHUU KPHUCTALIUIECKONW PEIIeTKH OCTAIOTCS HEe3HAUYUTETbHBIMHU, UTO TO3BOJISIET
UCII0/Ib30BAaTh CIEKTPOCKOIMIO BHE/IPEHHBIX K/JACTEPOB JIJIsi aHA/JN3a ONTHYECKUX CBOUCTB HUX
cBOOOHBIX aHAJIOTOB. [Ipm 3TOM MOIeIb MO3BOJISET MPEICKA3BIBATH BO3MOYKHBIE W3MEHEHUsI

B CIIeKTpe BHEJPEHHOI'0 KJAcTepa, KOTOpble MPOU30U YT MPHU 3aMeHe aTOMOB KJacTepa WIu
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OKPYZKeHHSI JIPYTUMH djieMeHTaMu. Tak, yBeJudeHue noJIIpu3yeMOCTH K/lacTepa U OKPYKaro-
IUIX aTOMOB IHPHUBOJUT K IMPe0od/IaIaHuIO MOIAPU3AIMOHHON KOMIIOHEHTBI M, KaK CJIeJICTBHE,
K CMEIeHUIO0 PE30HAHCHOI'O NMUKA BJIEBO C OAHOBPEMEHHBIM yCUJIEHHEeM NOMUHUPYIOell JUHUU
3a cYeT nepepacupe/iesieHns CUJI OCHUJLIATOPOB MeXK/y KOJIJIEKTUBHOW MOJIOW 1 OJIMKaWIIuMu

caTeJlJInTaMu.

B IIIECTOI I'VJIABE npeacTaBieH HOBBIi TEOPETHUECKHH MOIXOI K pacdeTy BO3-
OYZKJIEHHBIX COCTOSHUN MOJIEKYJI, VIUTBIBAIONINN HEJTOKATBHOCTH OOMEHHOIO B3aMMO/IeHCTBHS
B 9JIEKTPOHHO{I cucremMe n Hea[uadaTuIeCKuii (qaCTOTH0—3aBHCHMbH7I) xapakTep 0OMEHHOU KOM-
noHeHTHl si/ipa B ypasuenun TDDF'T B pamkax ¢popmauszma treopun pyHKIIMOHAIA TJIOTHOCTH.
Ob6MenHOe B3amMoJeificTBIE MeXKIY 3JeKTPOHAMU CHCTEMBl YUYHTHIBAJIOCH C UCIOJTb30BAHUEM
opburaibao-3apucumoro dbyuknuonasta (ODF) obmennoii suepruu npu nomomu exchange only
onrumusnposanuoro addekruproro norennuana (OEP-EXX). Bruio nokazaxo, 91o ncmosib-
zoBanne OEP-EXX ¢ BBICOKOiI TOYHOCTBIO OOecrednBaeT UACHTHIHOCTb XapTpu-PoKoBCKOro
(HF) u OEP-EXX Ci3TepoBCKUX JIETePMUHAHTOB, OMUCBIBAIOIIIX MHOTOYACTHYHYIO BOJTHOBY IO
(YHKIMIO CHCTEMBI, U TI03BOJISI€T OCYIIECTB/IATH B3AUMHOE YHUTAPHOE 11Peodbpa30oBaHue MeK Ly
HF u OEP-EXX oanovyactuanbivMu opouTaigmu. C 1e/bio ooeciiedeHus YyCTORINBOCTH PeIleHHsT
3a/a41 JIUHEHHOTO OTKJ/INKA, BMECTO TPAIUIMOHHOTO YpaBHEHUS /I BapUAIUU 3JIEKTPOHHOM
IJIOTHOCTU B pazjesie 6.3 npejjioxkena ajbrepuarusias ¢gopma ypasuenus TDDFT ornocu-
TeJIbHO 3(PHEKTUBHOTO TTOTEHITUAJIA.

B paznene 6.4 mpoBeseHO aHAJIUTUYECKOE UCCAEIOBAHUE CBI3U MEKJIYy IOJIXOJIaMHU, OC-
HOBAHHBIMH Ha METOJaX KBAHTOBOW TEOPHH MHOTHX TeJ W TeopHuHu (PYHKIHMOHAIA IJIOTHOCTH
¢ opOUTAIbHO-3aBUCUMbBIM TOYHBIM OOMEHHBIM HOTEHIUAJIOM. DbLJI0 1MOKa3aHo, 4TO ypaBHEHUE
RPAE nyreMm yHHTapHOrO Ipeodbpa3oBaHus MOXKET OBITh TPaHC(HOPMIPOBAHO B SKBHBAJIEHTHOE
ypasuenne TDEXX, ocnoBannoe Ha ucnosib3oBannn OEP-EXX onnouacTudnoro 6a3uca u npu
9TOM HUMEIOIIee TOT ke HaDop coOcTBeHHbIX dnces. Takum obpazom, jiokabubiit OEP-EXX mo-
TEHIUAJ JaeT BO3MOXKHOCTH BOCIPOU3BOIUTH PE3YJIBTATHI PACYETOB CIEKTPOB BO30YZKJICHHBIX
COCTOSIHMIA, TOJTyYeHHBIX HAa ocHOBe RPAE ¢ yueTom HeTOKaIbHOrO 0OMEHHOIO B3aUMOIeiCTBH I,
octaBasich B pamkax DFT. Jlanee B 1. 6.4.2 ObLI0 TEOPETHYECKHU TOKA3AHO, UYTO MOXKHO JTOOUTH-
ca coBnajenus cobcrenubix dnces ypasuenuit RPAE u TDDFT-EXX ¢ wactoTHO-3aBUCHMBIM
SJIPOM TIPU YCJIOBUHM MPABUJIHLHOTO BHIOOpPA YaCTOTHI KaK TapamMerpa OOMEHHOW KOMITOHEHTHI
sa/ipa, 1 ObLIN ONpeJieJIeHbl YCJIOBHS, IPU KOTOPBIX SHEPIUU BO30YK/IEHHBIX COCTOSHUN MOJIe-
kys B pamkax TDDFT-EXX okasbiBarorcs OJIM3KUMHM K 3HAYEHUSM, [1OJyYEHHBIM HA OCHO-

Be RPAE. Baxuast posb He10KaaIbHONO OOMEHHOTO B3aMMOIEHCTBUAS MPOSIBUIACH TPU UCCTIE-
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Puc. 8: BaBucumocTn ot yactorhl w Kak mnapamerpa TDDFT-EXX anpa ana sHepruit aByX
BO3OYKIeHHBIX cocTogumit A, u I, momexymsr No.

JIOBAaHUM BO30Y2KJEHHBIX COCTOSHHUI C IEepPeHOCOM 3aps/ia, Jjs KOTOPBIX BOJHOBbLIE (DYHKIMI
HAYAJIbHOIO U KOHEYHOTO COCTOSHMII CHCTeMbl IPAKTUIECKH He MepeKpbiBatoTcsa. HoBwlil mo-
X0/ POAEMOHCTPHPOBaJ Xopoiiee coryacue ¢ pesyabratamu RPAE pacderoB u, B oryimuame
ot "rpagumuonaeix" TDDFT meTomoB, OCHOBaHHBIX Ha MCIOJIb30BAHUH JIOKAJIHHOTO OOMEHHO-
KOPPEIAIUOHHOr0 (PYHKITHOHAIA, 00ECIeYNT IPABUIBHYI0 aCUMITOTHIECKYIO 3aBUCUMOCTD Ya-
CTOTHI Tepexoja OT PACCTOSHHUA MexKay bparmMeHTaMu MOJEeKyabl. B pasmene 6.5 mposenen
anajin3 pe3yynbraroB TDDFT-EXX npu pasjudnbix 3HAUEHHSX YaCTOTHI sJ/ipa I BO30Y K-
JICHHBIX COCTOsHUI B MosiekyJsiax. [IpoBenennnie pacuerst i cuctem HoCO, HeBe, CoHy, Hes
n Ny mokazaJm, 9TO y4eT HeJOKAJTbHOIO OOMEHHOI'O B3aMMOJIEHCTBHS MEXKIY JeKTPOHAMH B
COYeTAaHUM C UCIIOJIb30BAHUEM JIOKAJILHOIO OPOUTA/IbHO-3aBUCUMOTO 3D PEeKTUBHOIO 0OMEHHOIO
norernnasia (OEP-EXX) u wacrorno-3aBucumbim siapom ypasuaennss TDDFT-EXX o6ecrieun-
BaeT XOpOIllee COrJIache IOydYeHHBIX pe3yabTaroB ¢ ganHbiMu RPAE. Ilpm sTomM okazasiocs,
YTO, B OTJIHYHE OT PAcueTOB KOJJIEKTUBHBIX BO30yKaennit B MK, rae npu uHeiitHOM pe:knme

CbOTOHOFIIOHIeHI/IH CMeIeHue SHGKTpOHHOfI IIJIOTHOCTHU OTHOCHUTEJIbHO ITIOJIO2KECHHA PaBHOBECHUA
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CPaBHUTEJbHO HEBEJUKO M 00a TOJX0Ja, OCHOBaHHbIE Ha Npubauzkenun Xaprpu-Poka u Ha
[Ipubnmxkennn JIokanproit [L1oTHOCTH, TPUBOAAT K KAYeCTBEHHO OJTU3KUM JTAHHBIM IJIsl ONTH-
YECKHUX CIIEKTPOB B OKPECTHOCTH TJIA3MOHHOTO PE30HAHCA, B CIyYae BO30YKIEHHBIX COCTOSHUI
¢ nepenocom 3apsiia (Charge Transfer excitations) B MosieKyjaax HaOIIOAA€TCS TPUHIUITHAT b
HOE pa3/Iinydue MeXKJy IMOJX0JaMK, 0OCOOEHHO 3aMeTHO IMPOSIBJILAIONIEECs C POCTOM PACCTOSHUS
MeYKIy MEeHTPaMU JOKAJIU3AINN HAYATIbHOTO M KOHEYHOTO COCTOSTHUIA.

Baxno oOparurb BHUMaHUE, 4TO HPE/JIOKEHHBIH B JlaHHON padorTe 1O/X0/[ K pacdery
CIIEKTPOB BO30YK/IEHHBIX COCTOsTHWIT crpase B He TobKO i CT mepexomos. B kadectse
npumepa npumenenusd TDDFT-EXX k Bo30yzK/IeHHBIM COCTOSIHUAM MOJIEKYJI, HE SBJIAIOIIIMCS
CT Bo30YKICHUAMNA, IPUBEJCH pacdeT ABYX HAMHU3MIX Bo30yxKaenuit ‘A, u I, MomeKy/s!
asora Ny. Ha Puc. 8 npeacrasiens: 3nadenns suepruii ‘A, u I, cocrosuumii, moiydennbie
Ha ociose TDDFT-EXX merosa npu pa3indHbIX 3HAYEHUSIX YaCTOTHl W KaK TapamMerpa sij-
pa. Kak BugHO W3 pucyHKa, 3Ha4eHAST JaCTOT XOPOIIO coryacyioTced ¢ pedyabraramMu TDHE
pacueTa, MOKA3aHHBIME TOHKUMY CILIONTHBIMU JUHUSIMU, 71T 000UX mepexonoB. /locTomHCTBO
npejyiozkenrnoro TDDFT-EXX meroga cocrout B TOM, B 4TO OH COXpPaHSET BO3MOXKHOCTD y4de-
Ta HEeJIOKAJTBbHOTO XapaKTepa MeXK3JIeKTPOHHOTO B3aUMOEeCTBAS U, TAKIM 00pa30M, MO3BOJISIET
KOPPEKTHO OMHCHIBATH BO30YZKIEHHBIE COCTOSHUS, OCTABASICH MPU 3TOM B paMKax (hopMam3-
Ma Teopun (HPyHKIUOHAJA IJIOTHOCTH, 00J1a/IAI0NIEr0 BhICOKON 4Ync/ieHHON 3(DPEeKTUBHOCTHIO 1

CPAaBHUTEJIBHOW MPOCTOTON pean3alnn.
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