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SUMMARY

An attempt has been made to study the chemical bonds of
hydrogen in transition metal hydrides by investigating the
peculiarities of negative pion capture in hydrogen. The pion
capture probability is approximated by expression (1) where
the coefficient Q. implies the chemical structure properties

of the molecule. As for protonized hydrogen Qo 73/

this
method makes it possible to estimate the relative change of the
electron density of the H~atom in metal hydrides within. a
period of Mendeleev's Periodic System.

The results of measurements are presented in Table 1 and
Figs. 1 and 2. As is shown in Fig. 1, the electron density of
hydrogen atosis becomes twice smaller passing from the hydrides
of the elements of groups I and II to those of groups IV and V.

For metallic hydrfde pairs TiH - Tlﬂz, VH0.78_VH1.6 and

1.65

Nb Nb the character of Me-H bond is not changed

Fo.95 =~ MR 7
essentially with increasing the hydrogen content (Table 1).

At the transition from MeH, to Meﬂ3 f;)r Y, La and 'Ce the
coefficient (4 is increased. As is seen from Fig. 2
( (A, va. atomic number 2), the measured points are located
along two straight lines for ionié hydrides along line I and
for metallic ones along line II. This fact suggests the conclu-
sion that the electron denaity in the hydrogen atoms is about
twice larger in ionic hyaridegythan in metallic ones.

Further, the values of érihydrido/dihydridg electron density
ratio, ﬁ /Jaa-: ZH3 / zH, presented in Table 2, show that
YH, and LaH, are ionic hydrides “hile both ErH, and ErH, are

metallic ones, likewise TH, and LaH,

Bonpoc o xapakTepe CBA3H BOJOpoAa B rHApHAAX nepe-
XONHBIX METaj1oB WHPOKO of0cyxmaercs B psaae pabor, HO
eule JnaleKk OT cBoero paspeiieHEs. B HacTtosue# paborte
npeANpHHATA NONMMTKA 3KCIEPHMEHTaAlbHOIO H3YYEHHA 3TOH
npob6neMbl HA OCHOBE HOBOI'O MOAXoJa - NyTeM HCCJIeAOBaAHHA
oco6eHHOCTeH 3aXBaTa 5 -ME€30HOB BOJOPONOM B 'HAPHIAX
nepexonHblX METANIOB. 7 -Me30H MOXeT 3aXBATHTHCA ANPOM
aToMa BOAOpOAa, OTAAaBUIEr 0 CBOH 3JIeKTPOH AN 0o0pa30BaHHEA
XHMHYECKOH CBA3H B MOJIEKYJle, TOJILKO NPOHAA MPOMEXYTOY -
HYI0 Me30MOJIEKYIIAPHYK) CTalHIO, Ha KOTOPDOH OH 3aMeljaeT
35ieKTpoH Z-~-H cBia3@ B Monekyne. IloBegeHHe »~ -Me30Ha
Ha 3TOH CTalHH ONHCHBAETCA MOJAENbI0 GONBUIAX ME30MO-
NeKyn /1/ . OcHOBHas Eoes MOAENH COCTOHT B NPERNOJIOKeE -
HHH, YTO IIpH Nepexonxe n -Me30Ha B CBA3aHHOE€ COCTOAHHE
MoXeT obpa3oBaThbca Gonbwas MesoMmonexkyna Zpn Hp |
B KOTODOH 7 -M€30H HAXONHTCS Ha Me30MOJIEKYJAPpHOH op-
6HTanH, reoMeTpHYEeCKH MNodoOHO#H opOHTAnNH BaJEeHTHHX
3J1eKTPOHOB. B 3TOM cllyyae BEDOATHOCTH 3axBaTa w -Me-
30HOB BOJAOpPOAOM B OHHapHLIX coenmHeHmax Z _H,  omnpe-
NeJIAeTCA COOTHOWEHHEM:

nz ?
W= a————m /(l/
mZ + n
rie BeJIHYHHA — I n$pomnopuHOHaNbHA BEPOATHOCTH
mZ + n

obpa3oBaHHEA M€ 30MOJIEKY/H /T.€. IpeAnoiaraeTcs B IePBOM
NpHGNHAXKEHHAA, YTO aTOMHBLIH 3axBaT 77—‘M830H0311p0ﬂ0p1[110'
HalleH NJIOTHOCTH 3MeKTPOHOB/, a BenrydHa Z ~NPONOPIHO -
HalbHa BEPOATHOCTH 3aXBaTa 7 -Me€30Ha BOLNOPOAOM C Me30-
MOJIEKyNApHO#i opOHTaNH; a- KOo3bpPHUHEHT NPONOPUHOHAJD -
HOCTH, ONpeAenseMbli H3 OIILITA, OH YYATHBAaET HHIABAAYAJID -
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Hbi€¢ 0COGEHHOCTH XHMHYECKOIo CTPOCHHS NaHHOMH MOJIEKYJIH
H CBA3aH C NIOTHOCTBIO 3JIEKTPOHOB Ha BOJOPOJAHOM aTOMeE.
Panee OLInoO 3xCnepHMEHTANIBHO NOKa3aHo, YTO KO3}PHUHEHT
@ NPONOPUHOHAJIEH 3JIEKTPOHHOH NJIOTHOCTH HAa NPOTOHE B
Mosiekyne. Tak, HanpEMep, GHIIO yCTaHOBJIEHO, YTO K03¢p-
¢HUBEHT o NHHeHHO cBA3aH C nnnyx%l?nﬂoii KOHCTAHTOH oy
3aMecTHTens X B Monekynax CH3X’* |  a takxke moka3za-
HO, YTO Ini CHABHBIX KHCIOPOACOAEPXKAIMHX KHCIOT 3TOT
KO3(ppHUHEHT nonaBnen Gollee YeM B NeCATKH pa3 /yka3zaHa
BE€PXHAA TrpaHHla ero 3Ha4YeHHA/, TOrha KaK A clabbix
KHCJIOT €ro 3Ha4Ye¢HHA COBNANAIOT C MOJYYEHHBIMH HHTEDIO-
NAUHEeH 3KCNepHMEHTANbHBIX NAHHBIX 110 dopmyne /1/ 3/

H3MepeHHA BBLINOIHEHR HAa My4YKe 7 - Me30HOB C JHEprHeH
80 M5B cmHxpouHkinoTpoHa OMSAH. IloctanoBka onuTa
H npoueaypa H3IMEPEHHH AHATIOrHYHBI ONHCAHHBIM HAMH pa-
Hee '4/, O6pa3um FHAPHIOB NE€PEXONHbLIX MeTaJIOB ObJIH
CHHTE 3HPOBaHLI NyTeM 06paGoTKH COOTBETCTBYIOLIHX MeTaJl-
JI0B BONOPONOM B BaKYYMHOH ycTaHoBKe THHa CHBepTCa.
AnAs cpaBHeHHA ObiNH H3IMepEHH TakkKe HEKOTOphbie THADHILI
LIEJIOYHBIX K LI€JIOYHO3eMEJbHBIX 3JIEMEHTOB.

Pe3ynbraThl H3MepeHnii npeacraBiieHW B maba. 1.

IIpE paccMOTpPEHHH HMAHHBIX 3TOMH TaGNHUL BHAHA NepHO-
AHYHOCTb H3IMEHEHHA KodppHUHEHTA a .Ha puc. 1n3o6paxe-
HA 3aBHCHMOCTbL a A THAPHIOB NEPEXOAHMX H COCENHHX
¢ HHMH lEJIOYHBIX H e JIOYHO3eMeNIbHHX MeTaJLIoB 4 - G nepro -
AOB OT HOMepa rpynnhl * . JInd BCeX TpeX H3yYEeHHRIX TIepHO -

noB HabGmomaeTcs omHHAKOBAaf 3aKOHOMEDPHOCTh M3IMEHEeHHSNA
KO3bPRIUHEHTA 4 : yMeHBbUICHHE NpH nepexoge oT WENOYHO-
3EMEJIBHOr0 MeTajuia K MeTamny [V rpynnm m NpakTHYECKH
NOCTOAHHOE 3HAYeHHEe a A MeTawioB IV m V rpynm.

HanGonbmwee 3nayenme a B Kakaom nepHOAE, KakK H Cje-
AOBAJIO OXHAATh, COOTBETCTBYET HOHHHLIM IHADHAAM KaJns,
Kanbudna B 6aprdA. Jnda cpaBHeHHA B mabAa. 1 NPpHBEAE€HO 3HA-
Y€HHe a INd THAPHAA MATHHA, KOTOPOE OKA3aloch OPHMEPHO
BABOe CONBIIAM, YeM 3HayeHHe a ans NaH. Taxoe 6onsmoe

*Ans nap ruapagos  TiH ~TiH VH -VH H
1,65 2 0,78 1,6
NbHg g5 -NbH; 7 xo3ddprument "2 B npemenax NMOrpemHocTe
H3IMEDEHHH HE€ pa3NHYae€TCH, NO3TOMY HCHOJIb30BAJIACE
YCPCNHEHHbIE €ro 3HAYeHHS, NPHBEJECHHBE B YeTBEPTOH KO-
JIOHKe maba. 1.
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Ta6auua 1

Tropun w10t a o

Lil 350 + 40/%/ 1,26 + 0,07

NeH 22,0 + 2,2 3,2 +0,3

MgH,, 73,0 + 3,0 7,3 +0,3

H 14,8 1 1,87/ 10,7 + 1,4

cal, 25,0+ 3,0/% 11,0 % 1,4

ScH, 16,0 + 1,6 8,1 +0,8

TH 6,6 + 0,6 4,6 + 0,4 }

ng'ss 8.4 + 0,8 4,9 30,5 4,7+ 0,3
4,1 +0,6 6,6 + 1,0 ‘

&;'ZS 5,1+ 0,8 4,110,7 } %3106

VH, g 12,0 + 1,2 41,4 + 4,1

m2'9 3,0 + 1,8 79,0 + 4,0

zril), 8,7 + 0,7 29,2 +2,3

Nb 3,8 +0,7 28,2 4 4,8

m)i:’;s 7,53+ 1,3 31,7 + 5,4 29,5 £ 3,6

BaH,,’ 13,4 + 1,0 122,0 + 9,5

MZ,OS 7,4 + 1,0 69,0 + 9,3

Lai, o 17,5 + 0,4 15,0 + 5,9

CeH,’ 52 + 0,6 52,4 + 6,5

CeH 2,5 + 1,0 85,5 + 6,8

m;z 5,3 + 0,4 86,5 + 7,2

ErH 7,0 + 0,9 76,5 + 4,¢

mz 4,1+0,5 79,0 + 9,3

TaHO,79 ,9+0,3 93,0 +16,0

x/ ONyOIMKORSHHHE HaMM paHee/e/ navHWe 1A KH Hepeprs.
[Ipy xmmiyeckoM aHa/m3e myuedr KH, NOATOTORNTeHHOK
nna wamepenuit B.U. TonbmaHckuw u H.H. XonoOceuwm, Cwro
YCTBHOBRNEHO HaJMuy¥e P Hell 3HOYMTENLHHX NpuMeccl.

pa3nayne KO3QpPHUHEHTOB & ANA OBYX COCENHHX 3JIEMEHTOB
CBHIETENbCTBYET, NO-BHIAMOMY, O CYL€CTBEHHOM pa3JIHYHH
B xapakTtepe cBA3H Me-H B 3THX rEgpHIax H MOXeET ciy-
dHTb NMOATBEPXACHAEM HAJIHYHA IPOMEXYTOYHOIr O THNA CBA3H
B MgH, , HaxoasweMcsa MeXAy KOBANEHTHHIMH H HOHHLIMH
FHADHJAMH H XapAKTEPH3YIOWEMCA 3JIEKTPOHHO - HEHACBIILEH -
HLIMH BOJOPOJHBIMH MOCTHKaMH /' '/ :

N H\\ H\
~

IIpH6NH3ATENIBHOE DPaBEHCTBO a [JIA AHAJOTHYHOH Naph
KH - CaH, crnenymwiuero nepaona tabinAun MeHaeneeBa
NOIDKHO 6BITh CBA3aHO CO 3HAYHTEJILHO MeHbIlel moned ko-
BaJICHTHOH CBA3H BOAOpDOAA B Cal, mo cpaBHeHHIO C MgH2
Ilocneaymwmee yMeHbIIEHHE a INPH nepexole K TFHAPHIAM
NepexXoaAHBIX METAJJIOB OTpaxaeT oOpa3oBaHHe MeTallJlH4e -
CKOH CBfA3H, CONPOBOXAAIOLEECH YMEHbIIEHHEM 3JIEKTPOHHOMH
IVIOTHOCTH Y NPOTOHA MO CPABHEHHIO C THAPHAAMH LieJIOYHBIX
H L{eJIOYHO3eMeJIbHWX MeTAallJ1oB.

IIockonbKy a7 NPOTOHHPOBAHHOI'0 BOAOpOJa /Kak, Ha-
NPHMEDP, Y CHIbHLIX KHCJIOpOACOAepXawHx kHcior /3/ /
a-> 0, , MOXKHO NPOH3BECTH OLEHKY MacmTaba OTHOCHTEJb -
HOI'o H3MEHEHHA 3JIEKTPOHHOH MIOTHOCTH B aTOMe BoAopoia
B THAPDHAAX ME€TAJUIOB BHYTPH Kaxaoro nepsuoma. Ha ocHo-
BaHAH puc. I MOXHO CKa3aTb, YTO 3JIEKTPOHHAA NJIOTHOCTDb
B aTOM€ BOI0OpOJa YMEHbIaeTCA NMOUYTH BABO€ IIPH nmepexofe
OT TrHApHAOB »3neMmeHToB |-II. rpynon kx »3nemMentramIV-V
rpymnmn, rae Boaopona Haubojiee 3JIeKTPONOJIOKHTEJIEH.

B HCCle0OBaHHBIX HAMH NapaXx MeTaJUIHYE€CKHX FHAPHIOB
HecTexHoMeTpHYeckoro cocrtaBa TiH, .65 Till, , VHO 78Vlll ¢H
NbHo 95 Nbll xapakTep cBA3H Me - H CYLIECTBEHHO He
MEeHAéTCA C yBemlquneM colep>KaHHA Boaopoaa B rHApHAE -
B Npelejlax MNOrpellHoCcTeH HAWHX H3IMEPEHHH 3JIEKTPOHHasf
INIOTHOCTL Y NPOTOHAa B 3THX Napax CHAPHIOB OAHHAKOBa.
JTO corjacyercs ¢ pe3ylbTaTaMH H3MepeHHH SIMP Brujpsu-
max cocrtapa Til, GI—TI” 1,97 TPH TeMNepaTypax HHXe
310° K /8/ .

Conepmeu}lo HHas KapTHHa HabmonaeTca NpH H3IMEHEHHH
cocTaBa IrHAPHIOB pelakKo3eMelNbHBLIX 3JIeMeHTOB. Kak BHIOHO
H3 maba. I, nepexon ot Mell , Kk Mellg INA rEApHOOB
HTTPHA, JIAHTAHA H LEPHA CONPOBOXIAETCA CYIECTBEHHBM
yBelHYeHHEM Koi3pdauneHTa a . Ha puc. 2 npaBeneHa 3aBH-
CHMOCTh ko3pbPHuHeHTA o OT 7 1A BCeX H3y4eHHBIX HAMH
rHOPHAOB MeTaJuloB. [lonyyeHHble 3KCIIEPHMEHTAJIbHBE 3Ha-
YeHHA a(Z) pacnajalTcCa Ha [AB€ IpPYyNIbl H pacnojlaralorcs
BAONb ABYX NpAMbiX. [IpE 3TOM Ha oaHy npaMyrw ! ) nonamarot
3HaYeHHA & AnA HOHHmX ruapamoB /KH  CaH, , BaH,/
H HEKOTOpHX TpPHTHApHAOB /Y, La /, a Ha gpyryiwo (Il) -
3HAYEHHA a AN MeTaJUIHYeCKHX rHaApHioB. C 3TOH TOYKH
3peHHA Mo0ONBITHO PACCMOTPETh NMOBEJAEHHE NMApP NHTHOPHI -
TPHTHAPHO PpeAKo3eMeNbHuX 3neMeHToB. Kak BHAHO H3
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puc. 2, raapan YH; g mnonamaeTt Ha mpamyio MeTaJIHYeCKAX
CHADHOOB, TOrxa Kak TPHrHApEA YH, g nexuT Ha npamoit
HOHHBIX THAPHAOB. JTO JaeT OCHOBAHHE CYHTATh TPHrHIAPHI
HTTPHA HOHHWM THAPHAOM. AHAJIOTHYHHM o06pa3oM BenyT
ce6a rEapEan naHraHa. Cnenyer 3aMeTHTh, YTO B cllydae
La HCKIIIOYEHO BIHAHHE KPHCTAJIIAYECKOH CTPYKTYDH IHADH -
noB, Tak Kak ona oamHakosa y LaH, m LaHj.B pamkax
npeacTaBICeHHH MOJesiH GOJIBIIHX ME30MOJIEKYJ pDa3JjIHYHE B
3Ha4YeHHAX Ko3pPHUAEHTOB a IS THAPHAOB OJHOrO 3je-
MeHTa OO0YCIOBIeHO Ppa3fIHYHOH 3JIEKTPOHHOH nnorugcnﬂo
Ha aTOME BOAOPOJA B 3THX FHAPHAAX. AHANH3 yPABHCHHH NIpA -
Mux I v 11

=(3,02:+ 0,12)Z - (47,8
= (1,9 £+ 006)Z - (218

2,7) (D
1,5) (1)

+
I+

aMOH .

1+
I+

2 Mer

OO03BONAET CAENATh BHBOA O TOM, YTO AJSA FHAPHAOB HCCJE -
AOBAHHBIX HAMH 3JIEMEHTOB NPHBEJAEHHAA Ha ONHH aTOM BOJO -
POAa IJIOTHOCTh 3JIEKTPOHOB NPHMEPHO B ABa pa3a BhIUE
B HOHHBIX THAPHAAX, Y€M B METaJUIHYECKHX.

BhiYHCIeHHBE MO JaHHBIM ma64. 1 3HAYEHHA OTHOIIEHHH
JJICKTPOHHHX IJIOTHOCTEH B aTOMe BOAOPOAA AJIA TPHITHADH -

Pg aZHg
AOB H NHTHAPHAOB (——) = -—g——— HEKOTOpHX 3JleMeH-
Py 2 ZH,

TOB NPHBEJEHH B maba. 2, H3 KOTOPOH BHAHO, YTO B TPHIHA~
PHAC HTTPHA 3JIEKTPOHHAA MJIOTHOCThL B ATOME BOJOPOA MOYTH
BABOe OoJibllie, 4YeM B OHArHapaae. Y La,H3 H CeH3 H30HI-
TOK 3JIEKTPOHHOH IUIOTHOCTH B TPHIHADHAAX COCTaBJfeT
=~ 60-70%, 4TtoO NOATBepKAaeTCA, HANIPHAMEP, ConbLIeH XAMH -
4ye CKO# axr%xjocruo TPHTHAPHAA NEPHA IO CpPAaBHEHHIO C
JHCHAAPHIOM .Y 5pOnsa aToM Bogopona HMeeT OJHHAKOBYIO
VIEKTPOHHYK MNJIOTHOCThL MAJIfA Eer H ErHg4 /,o2 =pg B
Npefesiax MOrpPeUIHOCTH H3MEpeHHH/, 'T.e. 06a 3TH rEApHAA
dlenyeT OTHeCTH K METaJUIEYeCKHEM rEapHaaM. Ha6mopgaoome e -
CA OTHOCHTENbHO€ CHH)XEHHE 3JIEKTPOHHOH NIOTHOCTH Ha
BOJAOPOJE B HaNpaBJICHHH LaHg— CeH3'— ErH3 BIIOJIHE CO-
rmacyeTcs ¢ H3IBECTHHIM YMEHbIIEHHEM OCHOBHOCTH, T.e.
YBEJIHYCHHEM NPOYHOCTH CBA3H BAaJICHTHHX 3JIEKTPOHOB peJi-
mae/me;u,nux 3JIEMEHTOB BCJIEACTBHE JAHTAHHOHOI'O CXa -
an/10/

Tabauna 2

dnemeHT Y La Ce Er

”y 1,91+0,21  1,67:0,24 1,63+0,24 0,88+0,14
p
2
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Hsyqex—me OTHOCHTEIILHOIO H3MEeHEeHUuSd 3apgaa Ha aromMe
BOOAOpOAAa B THUApHUOAAX [NE€PeXOOdHBIX MeTalllloB

HaMmepeHsl BepoSTHOCTH 3aXBaTa 7 —Me30HOB BOLOPOAOM B THAPHAAX epe—
XOOHBIX M COCEQHHX C HUMM MeTalnoB, 1o aTuM gaHHBIM yCTaHOBIEHO, YTO 3/€KT-
POHHAaS MJIOTHOCThL Ha NPOTpPOHE B HOHHBIX T'HAPHAAX NMPUMEPHO B ABa pa3a Goiblie,
YyeM B MeTalllIHdeCKHuX, Onpeueneﬂo OTHOCHUTENbHOe H3IMEHeHHe SIIeKTpOHl-IOﬁ
JIOTHOCTH Ha aToMe BOOOpOAa NpM Hepexoae OT T'MAPHAOB MeTamwios [l rpyn-
nsi ¥ [V rpynne 4-6 nepuonoB TaGiuubsl Menpeneepa. OnpemeneHo OTHOCHTENb—
HOe pad3/ii4yde B /IEKTPOHHOH NIOTHOCTH Ha aToMme BOAOpOAAa B Napax OH-TpH=
rugpun ana Y, La, Ce wu Er,
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