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Ananau3 EXAFS cnekTpoB B yCJI0BHIX CHIbHOI KOPPEJIALINHA MEKIY

CTPYKTYPHBIMH NapaMeTpaMu

B.B. Cpabuonsan, JI.A. Aéaxan, B.B. Ilpsouenxo, FO.10O. [[mumpues,
JIL.A. byzaes

FOorcnvuii pedepanvuwiti ynusepcumem, Pocmos-na-/[ony

AnHoTtanus: [Ipenioxena MeToaMKa ONpeieeHHsl TapaMeTPOB JIOKAIbHOW aTOMHOMN
CTPYKTYPbI B OKPECTHOCTH IMOTJIOIIAOIIETO aTOMAa MPU HAJTUYUH Pa3IMYHbIX TUIIOB
KOOPAMHUPYIOIIMX aTOMOB B YCJIOBHSIX CHIIBHBIX KOPPEJSALMI MEXKIY CTPYKTYPHBIMHU
napameTpamMu. MeToauka MpUMEHSIETCs IS [TOJIyYEHUsI CTPYKTYPHBIX ITapaMeTpoB U3 psiaa
TECTOBBIX CUTHaJIOB, Moaenupyromux EXAFS crniekTpel HaHOUACTHUI] COCTOSIILIUX U3 AaTOMOB
IIaTUHBI U cepeOpa. Ha ocHOBe pe3ybTaToB MPOBEIEHHBIX HCCIEIOBAHUN CAeNIaH BBIBOJ 00
YIIyUIICHUH 110 CPAaBHEHHUIO ¢ 00IenpuHATHIM Dypbe-aHaan30M TOYHOCTH OTIPeIeIsIeMbIX
aAMIUIUTYIHBIX [TAPaMETPOB.

KiroueBble ciaoBa: NpoTsbKEHHAs TOHKAas CTPYKTypa PEHTIEHOBCKUX CIIEKTPOB IOIVIOIIECHHS,
EXAFS, mHoromepHas ONTHUMHU3ALMA, KOPPEJSUUS MEXKIy MOATOHIEMbIMH TapaMeTpaMH,
OMMeTaIITMYeCKHe HAaHOYACTHUIIBI, JIOKAJIbHAS aTOMHAsI CTPYKTYpA.

1. BBenenne

brmaromapss CBOMM YyHHMKaJbHBIM II0 CPAaBHEHHMIO C COOTBETCTBYIOIIHMH
00beMHBIMU 00pa3namMu PU3NYECKUM U XUMUYECKUM CBOMCTBAM HAHOMATEpPHUAJIbI
HaXOsT Bce Oojee mMupoKoe mpuMeHeHue. [ pa3BuTus METOOB MOTYYCHHUS, a
TAKXK€ JUJI IMOHMMAaHHs 3aBHCHUMOCTH CBOMCTB HAaHOMAaTEPHAJIOB OT YCIIOBUH MX
cuHTe3a OoJbllIoE BHUMAaHHUE YJENsSeTcs 3ajadaM IOJdy4YyeHus HHPOpMaluu O
JIOKaJbHOW aTOMHOM CTpYyKType HaHodacTul [1-4]. [Insi Takoro CTpyKTYpHOIO
aHaJM3a PEeHTreHOBCKas aOcopOumoHHas cnekrtpockonus (XAS) mpeacraBisieTcs
MHOTOOOCIIAONIEH, TOCKOJIbKY JKCIIEPUMEHTANbHbIE CIEKTPbl HAHOYACTHUIL
YYBCTBUTEJIbHBl K HW3MEHSIOIIMMCS BHEIIHUM BO3JICHCTBHUSM HJIM YCIOBUSAM
CHMHTE3a HAHOYACTHUI], a TAKXKE OTJIIMYAIOTCA OT 3KCIEPUMEHTAIbHBIX CIEKTPOB
COOTBETCTBYIOIIUX OOBEMHBIX OOpa3noB. MHTepmperanuss 3TUX OTIHYUN B
CHEKTpaxX M UX YHCIEHHBIH aHaJlu3 TMO3BOJIAIOT IMOJYyYUTh TpedyeMyto
CTPYKTypHYt0 HHpopmanmio. OaHAaKo, Haau4he B 00pa3le pas3IMYHbIX THUIIOB

OKPYIKCHUA IIOTJIOIIArOIICTO aroMa  ICJIacT  TaKYRO HHTCPIPECTALMIO 151

Ia)

© DnexTpOoHHBIA HayuHbIH KypHan «HxeHepHbiii BecTHUK JloHay, 2007-2014



HNn:xenepunlii BectHUk Jlona, No4 (2014)
ivdon.ru/ru/magazine/archive/n4y2014/2627

COINYTCTBYIOIIMI KOJIWYECTBEHHBIM AHAIN3 3aTPYJHUTEIbHBIMHU, TOCKOJBKY
WCIIOJIb30BAHUE  CJIOKHBIX  MOJEJEN JIOKAaJbHOIO OKPYXEHHs B  3aJaue
OnpeielIeHUs] aTOMHOM CTPYKTYpbl HaHOMAaTEpHAJIOB, a TakKXKe JOObIX APYyrux
COCIMHEHMI, [0 CIEKTpaM pEHTI€HOBCKON aOCOpPOIMOHHON CIEKTPOCKOINU
TpeOyeT BBEACHHUS JOCTATOYHO OOJBIIOr0 KOJIMYECTBA MapameTpoB, KOTOpPHIC
CUJILHO KOPPEIUPYIOT APYT ¢ Apyrom. Takue koppensiuu Ha GoHE MPUCYTCTBUS B
HKCIEPUMEHTAILHOM CHUTHAJIE YACTOT (MEXATOMHBIX PAacCTOSIHUI), HEYUTCHHBIX B
UCIIOJIb3yeMOl i1 (UTUHra MOJENH CTPYKTYpPhl OJIMKHErO0 OKpPYXEHUs
MOIJIOLIAIOIIET0 aToMa, MPUBOASAT K HEYCTOMYMBOCTIM MOJIyYa€MbIX 3HAYEHUM
CTPYKTYPHBIX TapaMeTpOB IO OTHOIIEHWUIO K BBHIOOPY CTApTOBBIX 3HAYEHUH,
BBIOOPY HCIONB3YEMOM Il aHaiu3a O0JacTH SKCHEPUMEHTAIBHOIO CIEKTpa U
BECOBBIX (YHKIMI, W, KakK CJIEJCTBHE, K HEOJHO3HAYHOCTAM B BBIOOpE
CONOCTAaBISIEMBIX MoOJENel cTpoeHuss marepuana. I[loatomy, Kak mpaBuio,
ucclieioBaHusl MarepuanoB ¢ nomolibio EXAFS CrekTpoB oOrpaHUYMBarOTCA
MOJIYYEHUEM XapAKTEPUCTUK JIOKAJbHOM AaTOMHOW CTPYKTYpbl HaHOYACTHII,
YCPEAHEHHBIX IO BCEM IOMIOMIAIOIIMM aToMaM. Mexly TeM, HEYKJIIOHHO pacTeT
WHTEPEC K TMOJIydYeHUI0 Oojee JAeTaIbHOW WH(POPMAIUHA O JIOKAJTHHOM CTPOCHUU
BHYTPEHHEH 00JIaCTH HAHOYACTHI], KX MTPUTIOBEPXHOCTHOTO CIIos [5, 6].

B nacrosimeit pabore, B pamkax Dypbe-anaimza EXAFS cnektpos,
pa3pabaThIBacTCsl TEXHHKA TIONYyYCHHsI MApaMeTPOB JIOKAIBHOW CTPYKTYPHI B
OKPECTHOCTU aTOMOB, UMEIOIIUX PAa3IUYHbIA XapakTep OJMUKHEro OKPYKEHHS B
Marepuaje, B YCIOBHUSIX CHUJIBHOM KOPPEJLILUU MNapamMeTPOB OCHWLIMPYHOLIEH
gactu y(k) (rme k — BomHOBoe umcio ¢dorosnekrpoHa) EXAFS curnana.
[Ipennaraemass TeXHUKA TECTUPYETCS Ha pALE MPUMEPOB, MOAECIUPYIOIINX
JOKAIBHYI0  CTPYKTYpPY B  OKPECTHOCTHM  NOIVIOIIAKOIIAX  aTOMOB B

OMMeTAIITMYECKUX MaTepraax coctaBa PtAg.
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2. Meroaguka ®@ypbe-ananusa EXAFS cnekTpos

PeHTreHoBcKkHe CIEKTPHI MOTJIOMIEHHUS BEIeCTBa BOJIU3U Kpasi MOTJIOMICHHUS,
COOTBETCTBYIOIIEMY JSHEPTMH HOHHU3AIMM  DJIEKTPOHOB aTOMHOTO  OCTOBA
JEMOHCTPUPYIO CIIOKHYIO CTPYKTYpY, MPEICTABISIONIYI0 COOON pEe3Kui CKayek
(Oenyro NMHUIO) M CIEAYIOIIHE 3a HUM OCUWUISLHMH (TOHKYH CTPYKTYpY)
ko3 dunuenta nornomenusi, npeacrasisiomme coooir EXAFS (Extented X-ray
Absorbtion Fine Structure — mnpoTssk€éHHass TOHKash CTPYKTypa CIEKTPOB
nornomienus) y(k). Kak oxazanoch, mpupoma ASTUX OCHWUISALMM CBsi3aHa C
paccessHieM BBIOUTOTO (POTOHOM JJIEKTPOHA (C BOJHOBBIM YHCIIOM k) Ha aromax,
OKPY>KaIOIIUNA MOTJOMAIIMA. DTOT (aKT MO3BOJSET MOJIy4aTh UHPOPMALIUIO O
OMMKalIIUX COCeIIX aToMa B BemIeCTBE [7], B YAaCTHOCTH, YMCIO COCEJEH,
pacrnoJiararoiuxcs Ha OJMHAKOBOM paccTossHUU (N), pacCTOSTHUE JI0 3TUX coceei
(R) u odaxrop [eGas-Bamtepa (07), XapakTepu3yloluii TEMIEPaTypHYIO H
CTPYKTYpPHYIO pasymnopsigoueHHocTh. Wness Dypbe-aHanmsza 3akiioyaercs B
nos00ope TaKuX MapaMeTpoB, YTOOBI OOUTHCS HaWIyyliero omnucaHusi Pypbe-
npeodpazoBanHoro (PII) sxcriepuMeHTansHOTO criekTpa y(R), Ipu 3TOM, KaueCTBO
¢utunra Dypbe-00pa3oB HIKCHEPUMEHTAIBHBIX CIEKTPOB, Hampumep, B R-
MIPOCTPAHCTBE, OIICHWBACTCS, KaK IMPABWIO, MO BeIWYMHE R-(hakTopa WIHM IO
BEJIMYMHE CPEIHEKBAAPATUIHON HEBA3KU Y, . B HEKOTOPBIX CIyd4asx, a MMEHHO
0Py HAJIMYUKU CYIIECTBEHHBIX KOPPEISIMA MEXIy MapamMeTpamu, IOHCK
MUHHAMYMa HEBSI3KH, MOYKET ITPUBECTH K HEBEPHBIM MapaMerpaM. [[puduHoi 3TOTO
SBIIIETCSI TO, YTO ONIMOKH MOJIEIH JIOKATHHOTO OKPY>KEHUSI aTOMOB B COEJIMHEHUU
KOMIIGHCUPYIOTCSL OTKJIOHEHHWEM MapaMeTpoB OT wucTuHbl. Kak mpasuio,
MOrPEIIHOCTH B ONpeselieHuy paccTosuuii coctapisior 0.01 A, a aMmmanTyaHbIX
XapakTepucTuk (kKoopauHaimoHHbIX uyucen N) — 10%. Ilpu wusyueHuwn
METAJUIMYECKHUX CIIJIABOB 1 MHOTOKOMITOHEHTHBIX HAHOYACTHI], KOOPAUHAIMOHHBIC

YHUCia, MPEAOCTABIAIONINE IIEHHYI0 HHPOPMAIMIO O CTPYKType Marepuana,
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omnpeneneHsl emé Xy)ke, HMHOrJa OHU BBIXOASAT Jaxe B He(QHU3UYECKYyIo
OTpHULIATENIbHYI0 00JIaCTh 3HAYCHHM, KOppenupys ApYyr ¢ IApyroM U ¢ (GakTopaMu
Jeb6as-Bamnepa.

KiroueBoi wupeen NpeoosieHUs OTPaHWYEHUH, HAJIaraéMbIX HaJudueM
KOPPEJSILUN, SABJISIETCS UCIIOJI30BaHUE pe3ynbTaTtoB Dyphe-aHann3a, NoJy4eHHbIE
C HUCIOJIb30BAaHUEM pPa3NuYHbIX k-BecoB mpu PII, 110 pa3nuyuHbIX HUHTEPBAJIOB
®II, mockoIbKyY BIUSHIUE HETOYHOCTH MOJIENIM 3aBUCHT OT BBIOPAHHOTO k-Beca Mpu
®dypre npeobpa3zoBaHUU. AHAIM3 TAKOTO paclpeieeHUs] HEYYTEHHOTO BKJIaa Mo
BapbUPYEMbIM MapaMeTpaM B 3aBUCUMOCTH OT k-Beca MO3BOJIIET JOOUTHCA
MUHUMH3ALUH €r0 BIUSHUS HA 3HAYECHUS BApbUPYEMBIX NIaPaMETPOB.

Takum 00pa3zom, npeasiaraeMasi METOIMKA COCTOUT U3 HECKOJIbKHX IIaroB:

1) BbIOUparoTCs k-WHTEpBaJbI M3 YCJIOBHS MHUHUMAJIBHOCTH KBaJapaToOB
OTKJIOHEHHH ISl KaXJA0T0 BapbUPyEMOro apaMeTpa B COBOKYITHOCTH.

2) Ha KaxJOM k-uUHTEpBaJie BBIOMpPACTCS OJWH IMapaMeTp U3 YHCIIa
BApbUPYEMBIX, (PKEJIaTeJIbHO, HE CTPYKTYpHbIH M HAaUMEHEE YCTOWYMBBIN), IS
MOIIArOBOT0 BapbUPOBAHUA C LEIbI0 MUHUMHU3ALUUN KBAJAPATOB OTKIOHEHWH s
COBOKYITHOCTH OCTaBLIMXCSI BAPbUPYEMBIX [1apaMETPOB.

[Hlar 2) moBTOpsieTcs A0 T€X MOp, MOKAa HE OYAYT AOCTUTHYTHlI yCTONYMBbBIE
3HAYEHUs BapbUpPyEeMbIX napameTpoB (aucnepcus ~1%).

[Io oTnMuyusM B 3HAYEHUSAX CTPYKTYPHBIX [1apaMETPOB, IOJYYEHHBIX
BBIIICONKUCAHHBIM CIIOCOOOM Ha pa3HbIX A-MHTEpBaiaX, MOKHO CYJIUTh O MOJIHOTE
CTPYKTYPHOM MOJENN JIOKAJBbHOIO OKPYKEHMS NOTJIOIIAKIIEr0o aroMa M O
CIPAaBEVIMBOCTH ITOJIyYaEMBIX [1APAMETPOB ATOMHOM CTPYKTYPBI.

Jlis peanu3zanuu 3TOM cxeMbl ObUIa HalKMCaHAa KOMIBIOTEpHAs Mporpamma
Ha ocHoBe CUDA, Bemomnustonias 10 MUIITHOHOB JIBYXBKJIAJOBBIX (PUTHHTOB B
yac, Ha KOMIIbIOTepe OOOpYyJOBaHHOM JBYMs BuUJeOoKapTamu nvidia,

npou3BoauTeNbHOCTHIO 5.5 TFLOPS.
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TectupoBaHue anropuTMa W IPOrpaMMbl MPOBOAWIOCH C TOMOIIBIO

teopetnueckux Pt L[;-EXAFS cnekTtpoB, MOJYy4E€HHBIX METOJIOM IOJHOIO
MHOTOKpaTHOTO paccesHus [8] Ha aromubix muffin-tin morenmumanax [9] ¢
nomoupto nporpammbel FEFF [10]. Ilpu 3TOM, MOJy4Y€HHBI CHrHail colepkal
OoJbIlIee YMCIO BKJIAJIOB, YeM B TMOJTOHSIEMOW MOJEIHU aTOMHOTO OKpPYKEHUSI.
ATOMHass CTpyKTypa B TI€PBOM M TPETbEM TECTE COACPXKUT JIUIIb JIBE
KOOpJIMHAIMOHHBIE cephl, cocTosmmx U3 atromMoB Pt m Ag. Tectsl oTnuvaroTcs
BEJIMYMHAMHU KOOpAUHAIMOHHBIX unced (cMm. Tabmuiy Ne 1). Bo BropoM Tecrte
CHeKTp paccuurtan jis ujaeanbHoro ['IIK knacrepa, B KOTOPOM IMOJOBHHA aTOMOB
Pt Gbuta cryuaiinbiM 00pa3om 3aMeHEeHa Ha Ag.

Pe3ynbraThl aHanu3a TECTOBBIX CUTHAJNIOB, IMpejacTaBieHHble B Tabnuie 1,
NpoBEAEH Ha k-uHTEepBane 5-14 A MMOCKOJIbKY 3aMETHBIN BKJIAJT B 00J1aCTh MaJIbIX
k nmaroT BKJIAIbI OT MPOIIECCOB pacCesHUs Ha JIETKUX aToOMaxX CTaOWIM3UpYIOIIen
Cpelnpl, YYET KOTOPBIX CHIIBHO ychnoxHsAeT 3anady [11]. Kak moxHO BuAETh u3
Tabnuub! 1, TOYHOCTH OMpeeeHUs] KOOPAMHAIIMOHHBIX YUCEI C UCIIOJIb30BAHUEM
NPEIJIOKEHHOW METOIUKHU MIPEBOCXOAUT TOUHOCTD, MOTYYAEMYIO IPU PUMEHEHUN
OOILIETTPUHATON METOAUKH.

Ta0mmma Ne 11

Pe3ynbTaThl npuMeHEHN pa3nuuHbIX TOAX0A0B aHanu3a EXAFS crekTpos

«Hctunnsie» | Ilpumenenne | IIpumenenue
Tect PacceunBarens [Tapametp 3HAYECHUSA CTaHJIapTHOTO | pa3pabaTkiBae
mapaMETpOB moaxoga MOTO Imoaxoaa
1 Pt N 9.6 8.70 9.46
o’ A’ 0.008 0.0072 0.0082
R, A 2.772 2.766 2.764
Ag N 2.40 1.98 2.5
oA’ 0.0085 0.0066 0.0090
R.A 2.812 2.801 2.820
2 Pt N 6.64 6.45 6.52
R, A 2.850 2.839 2.845
Ag N 3.29 291 3.30
R, A 2.800 2.785 2.785
3 Pt N 3.60 3.09 3.2
o”, A2 0.0080 0.0070 0.0085
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R. A 2.762 2.767 2.763
Ag N 8.40 7.77 8.39
o’ A’ 0.0085 0.0080 0.0087
R, A 2.802 2.794 2.800
3aKjI4YeHue

Pazpaborana meroanka ®dypne-ananmmza EXAFS crektpoB, mo3Bosstomast
YMEHBIIIUTh BIIUSHUE KOPPEIALMU MEXKIYy AaMIUIMTYyJAHBIMH [apaMeTpaMHu Ha
ompenensieMbie 3HAUeHUsI. MeTonKa peaan3oBaHa B BUAC BBICOKOA(D(PEKTUBHON
napaienbHoi nporpammbl CUDA.  TecTtupoBaHre METOAUKH HAa TEOPETUUECKHUX
CIIEKTpax MOKa3ajao ee MPUMEHUMOCTD JJIsSl aHaliu3a CTPYKTYPhl OMMETAITHYECKUX
Pt-Ag HaHoOuyacTMI] C JOCTaTOYHO BBICOKOW TOYHOCTBIO  OIpPEIEICHUS
KOOPAMHALMOHHBIX YHCEIL, B PsAJIE CaydaeB gocTUraromei 5 %.

PaGota BeimonHeHa npu duHAHCOBOHN mojaepxkke HOxHoro demepanpHOTO

yYHUBEpCHUTETA.
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