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ABSTRACT

The optimized geometries, total energies and electronic structures of some
gaseous molecules of uranium-oxygen-carbon system are calculated with harmonic
vibration analysis using ab initio method. And the potential energy surfaces are
constructed based on the single point energy calculations to investigate the
interaction process between uranium and CO. The calculated breathing vibrational
frequencies of UQ, UC and UC, are 812 em™', 955 em ™', and 908 cm ', respectively,
and the frequency of uranium monoxide is very well consistent with experimental
value. Besides Ubd and U7s atomic orbital electrons take part in the formation of
UJ—0O and U—C bonds, and USf electrons also play an important rolc in the
process. While for the case of the bonds in U—CO sysiem, US{ electrons are
highly localized and do not dominate in forming molecular orbitals. According to
the total energies on the optimized structures of the U — CO system, uranium atom
prefers to react with molecular CO from its carbon top. In addition. the calculation
results suggest that the molecular CO will dissociate when chemisorbed on uranium.
The potential energy surface analyzing results confirm the optimized structures
above and suggest, theoretically, that the main initial products of moiecular CO
chemisorbed on uranium are UC, UCO, CUOQ, etc..
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FEML K. JEARERERENENAHE U0, UO, BRI UC
FIUC, RIS BB AL SW(UC,0,). FINIX ST &Ry R, x4
- TREBEY COFNRAMRNYE, LHAMKREWRM CO MHE, FiTeR
ME ARG TETEEENR L.

EREREENH CO FAHMETRMREFHL" A, XELTRPIFTAER HBR
T E&RMRE S ESAERNRAT YL, Bip . Haol, Koelling!!), Kahn Rl Hay!"!
WHH FLMTO, RAPW il RECP-DHF B P ¥R THE rRE2BREMH Y F
£ifd: Hunt®, Allen”!fl Guido®ISHR T HE LD rHE FHREF4H. LEHA IR
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ML EEEE R TN SESETENLSTNRR, MY TE8EESRBE A&
RAAKUTE, B THE TR, WWERE RN (COEFEHNKTEm o N
M, HXEBERAOMAKITES, HENESBEREHENST &S (RECP) i, L
AR R ER. MM BEHCHHEREET Dirac Hartree Fock /id, WL E k%
HIZE 18 T #RXTS 2 (RI7E B 5P 1N T FUE S IR Pauli 7 B4 Darwin 30) #0814
¥ Dirac RRBERBHERAGRETR., BriiSdyHER L A0S A08, i
AR, HARETHS R PP s B . TR £ A CRA Hay"8 3L
FPURR TR EA SRS RES (KFER M 78 A0k £ R
[Ss4p3daf/3s3p2d2f] B4R, XTEMBRH 6-31G 1 6-31GHIRHERLA, WAL HFE
HET, TR 1R Stevens 5 U TH R HFHAE N EA[3 1sp). & PCHLEH
HONDO 956 5013} U, U, UC, UC,, U0 BLESIRF 5 CO AR 77 el s & HF
Al MP, AKFE_ TR RIREN 4T, FEA RS RETH HRGERE EH U L4 CO 8L TH
ROFABEED, LUGIRT U Ly CO #9480 45 it 2.
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2.1 EicaBifniEsh s34

WEKR A XA SEH SR ERERRD, R — S sy L2 4 4
S8 U0 UC #AME - CULFEN, BrREESNE 247 A (1 A=101"m) MH)
248 A, UC, ATENEH %), RRAESE N a,=3.517 A, a,=5987 A, & 15
T AU R — e AL B AL S S R R RER UE . T, UL L
FifbEREMAAE R YAg, HIEISEIKN 2,686 A, L Bursten 1% (it E & - FL.
FFHBHE U, T e 238 ki/mol, 1§ Gingerich" IR M EH (218 + 21




ki/mol) --Bl. W WASCHEAHMBMOHE LBAAENARARSENTHN. HH8EERA
[ UC, F! UQ, AR A BRI, RILLHIBEK 2514 1.956 AR 1.790 AUSl, UO Rl UC 1L
LB R0 4 1814 AR 1.896 A, AR ECHERZIE] 4k JR 4% 18] 6 B /)~ .

£ 1 & MP, K ETH AR LR L DKL SR

kot U, uo oM uc UG,
W elfir A 2 686 1.814 1790 189 1956
g — - 180 - 180

5 b/ Hartree” -101 4530 -125 4191 -201 1115 BB 6022 -126 6528

1) 1 hartree = 2625.5 kJ/maol.

# 2t T B EUL MAGR LIRS R B . AT, A3 U0 1 UO, 39t
FRE SRR EFERELF 7, AR EMARA S ¥, KT8 UBREE.

%1 ARLPNBLMRERGBE (cm) LMHNEE (kmimol) MITHEFLEE

nE HF" Mp ! Exp '™
M 4T 5h S €1 5 B
Lo 851 527 812 1 198
uo,'™ 974 144 8 &l4 1124 e
uc Iliral 174 G55 973 -
uc, — — 908 88 ) -

DA CHOTMN 3G B, (PR BRI GRS,

IR THESETT cCORBBMMmIRy Cmi OmLLEEH TRMET MY CO
FH B MP AU GIREN RS R, 4RI T 45 CO BIBKINHE & A4 IR 3 A fal it
HF L LRENHIRE R, £ 5 RIST CO HBME FRIARRS TR PR E
Ro MEITLEN, #iFFY COM CHHEHMERERRK. UL CZEEN
hind, BIR¥GL 177, T C—O @EIE¥hE COm M 22280 178, WA C—O
BITHREISS. MRS COm O miERIM kR RER, BRLL C RO g
A, HC—OBBETAAN. HETFAEE THRI MY CORLTME, %A \
Aol TRUEMVERI 26, ShLBefE BT EERNES, M C—O MEISH AL M !
LBEBELEY (CUO) B, U—CH U—O BIEH s ik 3.52 #1192, #AH CUQ RE -
. #S5HARRATREMERNUHIEFEAEM, COR C R OHENLAIR &Rt
KR, EHECOMCHRY URTREMEEHTERR.

#AMUEY, M5 CO#HITIRERAR, MFMRFHENEE, C—0 B ICES
WA, BEEHED, R C—0 BESNBEERSHR. MU HERERRRE
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RIEMP,KELFHU-COBERMMELER (FHCH O XA 6-31GHREEE,

CO T o4 CO L4+

BisA o RN
v BlHaee R(U—C) RU—0) RC—0) s ks U-C U—0. C-0
o ! km-mol '
o -113 0212 — — 1.150 2119 26 - - 222
U=C0O -163 7958 2065 - 1227 1765 206 177 022 | 78
u—oc -163.5888 — 2248 1225 1636 66 005 oo 212
0
u--t -163 6265 2.295 2316 1.253 1526 64 122 061 132
C
C—U—0  -1639100 1.772 1.820 3.583 — — 352 192 007
F 4 5 CORMBBRSHMA TR HF ik SiEzhoHE R
(3 C#1 O R B YHEEERY|31sp] X8 )
o
ut—Co Ut—u2—Co C
Ui—U2—u3
'; faHHartree 714781 121 9320 -172 4999
vi—c 2183 2334 2284
;, u2—C - 2015 2131
Ui—~C — - 2304
LI I u1—0o 338 2165 2130
u2—-0Q — 3288 4 446
Ui—o — — 2151
c—0 1.203 1432 2798
Ui—C 1.77 085 148
uz—C — I 94 147
Us—C — .- 154
BiEY u1—0 0.06 092 088
-0 - 006 001
ui—0 - — 092
c—0 200 0,34 -001
CO IR #i#/cm ' 1796 1142 —
CO IR saf/km-mol | 245 19 —
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o)
C
' -121 9320 1432 085 19 — 092 006 — - 084
U,~-U,
C !
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Q
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M 3 FLk 4B nfLLEH, HETRE CO R, CO MEEsHEWNBFE. ™
MR COANRBI T RIA B FHEN, COMEHRANBILIFICE] 1500~1800 cm ' A
Ai. TIBIFY CO MHUMHPBIRFEMNE, C—0 MIRANNEMEERK, X
PHWATHERRE RS E, C—O0 WA, X TERI CO MR TR
A WATERIRIE . Slater FAXT UCO Fi-f (AT SR U Fei B0 BTl BB 2 4
1832~1817 cm 'FEEIY, TIZEEBEM CO PRz HEREW, $RY CO st
&, COMAEIRENAAAER N 2100~1850 cm™, WHHR S BT A 1850~ 1750 ecm™', _“Higg:

, Bfy 1730~1620 em™. M EEATLIAK, FEGERE —EHE LRBT & B 4%
{5 CO /TR RPIRI.

WL BT, FTLUA Y. E8EFL Cco ML+, #im Tk Co

' MRIE-FRERE, RRNVIREAm YT EER UC. CUO /I UCO, i UO K

Ay XLSCER[L, 2] A XPS F0 UPS SLug 4 B —3¥(.
2.2 EFHERERNNERER T

£ 6 Tl THELDRBUDHBLSIM, R 7HHT B0y, Bl
AN FHREFERENS FTHERE. MR eTN, X& &8t u—o it
FPe9 0y 19, EE T _RUsR =8 anPr U—o BETY. B4, MErFHE/AE
BEEOTLIE Y, Uo FREFRET RHEE Usd Ml Usilr) &L RMERY o,
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MU, MABAAR. U0, PO B FIr &+ R E 6pY5r%d 7' I A
6p° P5f2%%d' #7s'%, TERE UM SCHIF25 7R W vo R HRt
6p°5 1 Wed! 75 AE Nl 6p°loSfRedOTs! ™, Ued P L FEIBRIE TR A, T
g, BRI C—O @RTWEHELY T U—0 BBT A, MEMRNENELT
BMRRAE RN BH AR UCH UC, IR 108 FRIRL 551 4 6p® 1452 7%6d" 75! ¢
Fl 6p BSHIed2 5707, WU, A UCH UK STRFSLBRBPIWHED T UC,PH

HB. T UC, T Uy, i FATBIR U—C @I B i1 S M. |
o OB BABENSA (L UL, L—CE 0, BEHN 6-31GH) j
W u uo o, uc uc,
(A8 Wiy~ MP, MP, MP, MP, MP,
A2 Ee/Hartree -50 7717 -1259191 -201 1115 -88.6022 -126 6524
U-L, — 1.89 19 285 305
[ £5,38 u-L, - — 154 — 305
L-L, — — 017 — 013
u 00 077 114 026 042
Tt 1™ kL faf L, — -0.77 057 -0 26 o2l
L, — — -0 57 — -1 21
U-s 3.83 375 356 166 227
U-p 6.00 610 590 614 6 0R
U-d 1.17 0.90 133 158 265
i U-f 3100 248 207 236 259
i L,-s - 395 3194 159 360
L;-p — 4.80 459 265 258
Ld — 0.03 004 0{2 003 ,
Lys — —_ 394 — 160 1
Lyp - — 459 - 258
L,d — — 004 — 003

MW 7 hBEEAI W, & UO A FHRAEFEN FHEA B Uep 2 USFTE] O2s #8 LLATHI
R, AP0 FRESHSG MR TEHSENT SR, 4 UCHFPIER Usd fi USH
W& TR C2s 8t C2p U FHEEH K UC o FiiE. FIEt, R THIRE ¢ 6d Al 7s
MBS EEEE (A8 U6d B UTs PliRER S FZN-4.08 eV F-432 eV) , L,
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Ik Uds RLhiE 5 O2s 8L C2s LR THIFH, BRSTHIE, & 7 PRl
A-0.6158 Hartree ) UC #+FEUE. H5L. BT USFHUBREE L Usd. UTs R Uds A1
ERIREOT, XEHEEFHLERERS FRE, K& 02p : C2s U KA
W, thtn# 7 hEEE X -0.6158 Hartree 1 UC T HUB. 8.2, & U Li O uk C Ayt
TR Ued A1 USTRBERL T84 T AU {EH.

F 7 HEAS. BB NN IS S FRIRAERE RIS T HNRKY
(RIIHT IARETRBERT A2 FHIM)

T f AR 5 FHUEM Mulliken foi7 ¥
Hartree
uo -1351% Us" 023, Up, 030, Up, 031, Os 016, Os 035 Os 037

RU—O)=1814A  -09658  Us 002, Up, 039, Up, 038, Os G 16, Os —036, Os —045
-04382  Us 024, Up, 022, Ud, 0.24, UK, 826, Op, —0 56, Op, 0 44

-06158  Us 035, Up,022, Up, 021, Uds -0.27, Uf, 026, Cs 021, Cs -041, Cs -046
uc -03059  Ud, 018, Ud, -022, Ud, 022, Cp, 117. Cp, 041, Cp, 03!
RU—Cy1898A  -03059  Ud, 018, Ud, 022, Uf, 022, Cp, 041, Cp, 017, Cp, 031

uco -06831  Us 019, Cs 015, Cs -032, Cs 028, Os 024, Op, 042, 05 034, Op, 025
RU—Cr2183A  -04877  Us 037, Up, G.I8, Up, D20, Ud, -0 17, Ud, 017, Uds-036,
RIC—O)=1203 A Cs -0.20, Cp, 043, Cs 032, Op, -032, Op, 023

ZUCO=180° 02424 Ud, 017, UF 032 UL 063, UE, 626 Op, 021, 0p, -0 20

02424 Ud, 017, Uf, 064, Uf, 032, Uf, -020,Op, 021, Op, 020

0
=) -D5088  Us -015, Uds 0.6, Cp, 022, Op, 035, Op, 039
C -04167  Us -032, Us 067, Up, 018, Uds -050, Cs -022,
RIU—C)=2295 A Cp, -037, Cs -b45, Cp, -018. Op, 032, Op, 022
RIU—OF2316A  -D1722  Up, 020, Ud, -021, YUd, 031, Cp, 040, Cs 018,
RIC—O)=1253 A Cp, 037, Op, -023, Op, -023

) Us FZoniilir s UBRST, BTHRFSE LR

EEHE T A SEMROMKE, FTESR U-CORRNARER. 87T
U-CO B RE B, LUBREENGEESM. TN, Sy CO HMRRMETD,
U7s. U6d F1 UST FLB#R S A KRS . UST T HS LBt L3 2 SHR A
MR, XL Gouder FH XPS 1 UPS Jridaxtgh& mmi it CO ME ML IR AE.




#8 MP,KETU—COBRBRFEE. HUEHBINGERSH (CH O XM 6-31GHRAEXS)

0
Wb U Cco U--CO U---0C -t C—U-0
C
U-s 383 - iy 385 2.16 246
U-p 6.00 — 613 607 611 607
u-d 117 — 104 039 223 185
Ut 300 - 292 372 284 3N
L8 B C-s - 178 336 374 356 I
ol C-p - 200 218 173 242 215
C-d — 008 008 7 0oz 0es
Qs - 182 387 3 84 387 142
Q-p - 427 466 4 56 47] 452
Q-d - a0s Q03 0oz 43 IR0
U 0w - 018 003 0 67 050
e ol R ) C — 014 038 0 46 -005 049
6] — -0 14 -0 56 043 -0 62 -0 0

2.3 U COHEHBANBRRFS
2.3.1 %HEem (PES) MIMH
RsEsl'S CO MR LRI N LRI K.
() UrSEIT M Ciwly COELMTH, B U---C—0. LLRU—CFHI RIC—O) Yy

H AR b
(2) U HHBEh 7 MM Oty COHEZIMEMN. B L---0—C, L RU—O)FI RIC—0)
Ry AR LR,

C
(3) UBEETREMN M C—O RIS COMLAN. B U-— | . S 1L
QO

R, (UL CORMMBEIE) A RC—O)-0.665A A4 bn., #RER 1LL R, (RU
—O)ME CO B MR K M RC—O) MR,

KT HE, R ETREEAIRbERMF I, 5 U f CO Wy
i, MALERESRTHOESELRRN 1.
2.3.2 HEemEHT

(1) U--C—O B MREERE, 814 co 23770 (1) 1

U--C—0 HWEIREREmE 1 iR, BREs L el VT se (BIK
BeEgfR) . R ORI TR MRZEIA R R AL P LR SRR LRk
BArRTEETR, TTW, ESERNITH, AT A SN RERBERN SN, K
(RN T REMTAAE) - Rk, pAbfaTRER CO ARl EAMTRMRE. 24 B SR
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FREELBK, RSN ERVZRLETEMFE, Fit, TLUAANZR AR ES N ~D.
B AWM U--C—0 KRAMSHEWRLER B, U—C 1 C—0 BKS WM
2,065 AR 1.227 A) . ERBREMSYE, MRS A C—O &, ERAFERR
FUUG AR, XEIERN U—C—0 /T3 £ BE# /<4 uC # 0. FRY,
TG, U ¥ mM C Ly CO HEHH, XF w2+ miaE
UCO, 1 U+CO-»UCO £ H 21Kk M.

2.2

' aﬁ N

20 CIARN N o

197 NS

gl A A
PRES A e S
3;'”12 \ M&
[ 1]

RIU=CY A
B Ut coErA () fERMED M

(2) U--O—C HEEHMERER, BPIY CORFIRTA (2) 1FH
U---0—C H&MTSHEmE 2 Fim, BPHFHFLMNBE RN EITNER
(RIEREEEZR . TR, BERNAR, RN (BP A &, qRER CO 481 b
WA, L A AR @ —HES (B B A, ERERE~AHETF C
Y. ETY e — SR AR UO 4TI C R (CnBld E mAR, Q% 40TE
B CRTAUOLHRME) . C5E AZARELIR -FEES (WP DL . B
R O ALY, BREERIRE MITE R TR 9 . BINFEREH, C
S TESEA, RAKNE UOCHRREMRBREEN. ™ B M D SAFTME-—EM, W
Mt EXABTESFE, THEALACAUC LNRERME. A SHE—&
S0, PECARER U PRI CO IR, MR OWM, M A HH C &, TEMEHN
1.46 eV HI3hEEL . TOME A B C TEMITLN 278 ev A% L, XHHALLFEN (D W
RN (2) BRSBT.
UsOC (#02F IR Fi§ &)= UOC (=9 (1)
UQ-C (1L F R HiE)— UOC (74 2)




{+163.0 Hartree)

\ % " % il Haree

RIC—OYA

1.5 30 35

RU—O¥ A
B2 USCoORAA (2) RN EAREEY

C
(3) U= | ARISSAETE
Q

an "
[ fiEHanree
{+163 O Hartrec)
2.5
< 3.0+
2
545
L
=4
19
g5
1.0 30 36 ] ;. 4.5
U 8 CO @i & FLG R A
B3 UL CcoEp 3) NSk
C
u--- | BRI SRR mE 3 FiR, EhRRERRER N RN#ETHER
Q

(REREEIRSD) . W, WERNTE, RY (BEF A &, THELE CO 481 EX
AR gt —diESs (EE B 5, PE-gHREENERES (WP C A . &7
F5-MTEE (DA BRE—TES (E /D . ARBEIES (F £ BRiEE
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W8 (G » BHhEXEARJLERE, BRERARNSITE R TR I h, &£
RN ITEAB I — B3 B A, C. EFNG AEARTEEN, Kb A HAETRR
N (COHE U LMBMA) . G ARRRNMY, MM LASZEY C—-U—-0 Mat
IR —3: M C Ml E FARTWRA, ARGHLEANES, AEXEANER
WG W, AFRNEE, ERBEMASYEERIINEASEESY 212 eV, BLL
U b1 FEESMBI A A C—O Y5 CO M ERRT, MR TR R E N amELy)
CUQ, 478m 2.1 YT —E.

a2

30-
23-
2.8-

.|
2.4 4

RC—OyA

40 34 28 22 46 A0 D4 02 0B 14 20 26

A b A
B4 U Y COMBEMEMINT L

KT —HITe U L CO SEHRAM IR, NIEEHY - F¥gg i i A4
bk AT, R U S CORMMBERE HEBRALRE, EH 18 A,
LAFE 0 TR E-F RO B M CO 8K A MBI AR HIBFaEm, i 4 ok, W W,
b 4 RaFH AL T B 1~3 FRIZRTAEEW A, Ffeth, B XE AR ENES R
B BB BRI INEIEHRA TR IS, MSHEBAER o PEKIE, LU
K, UL COREERME, UBKTAM COM Cim (B A SARRI Y . XATMO
i (KR E SCHEPEY) . T AREE (B C ANHSY) L co mlws. 1
2, MBEEXRE, UEBInFELS COM CimiEA,. £/ UCOo i UC (tmiEdi A
) . HWRAREERK. FYTRERZEE RU—CH 216 A, RC—O)N 1.4
A, L 20 PRRHERER —B. MBLMESH, HAPEE (C 5 HH WA
WA (ABMFE &) B, BRESIAH275H 018 eVHI33lev. @, UL COM
AR, ) C RS~ (0 UC. UCO #l CUOH) B2 . X #{l, 2P
Bamg R—E.

B2, BHEMSTE R FREIRT 20 TIRLETR. MBIE LD T81L COM
LAFHEREE EEARAY (UC) , HICHRERY (UCO kicuo) .




®9 BEtmLEXRIFHENSHRONTEE. 5. BRI IFEE

A
s I il wfh 11 §E/Hartree PEB'eV NIF"
RU—C) RU—0) RIC—0) AUCOY  4UOC)

P A 400 — 1.2¢ 180 — -163 6348 — ]

B 204 hant 123 180 - -163 7925 429 )

A - »3.80 118 - 180 163 6651 — |

— 3n 122 - 180 -163 6114 146 !

¥ 2 ct — 230 120 — 180 -163 6814 — i)

—_ 215 14 - 180 163 5056 27% 1

- 1.99 1.53 — 180 -163 6079 — 0

A 418 419 1.25 82 81 -163.6738 — 0

B 3.69 370 125 81 80 -163 6407 090 1

C 335 337 1.25 80 79 -163 6742 — o

% 3 D ERE:! 315 125 79 8 -163 5964 212 f

E 276 278 123 78 6 -163 7073 — i

F 2.50 250 132 75 75 -163 7175 028 i

G¥ 2.10 185 1 88 35 69 163 7308 — 6

A 216 302 124 123 37 -163 7615 - u

B 1.8 228 138 %0 2 -163 7243 101 1

[ c 195 159 1 &1 67 63 -163 7310 U

D 28 193 148 40 1 163 6094 331 |

EY 341 238 134 32 JEY -163 6574 - 0
)PEB—RBAER: RSN IINP—RRBSEK

3 & W

HEFAFMKITTENE HET U—0—C #ESER Fr S T, B
HEIRBER, HH#T TR, ARARTEREN EWRAT 2B RNTEE (9
#e) , WHEW EFITTHS Co MEFHMMETRFY. itHESRER: UGN
TIEMAF, ML AEEK A 1956 A; UOR UCIALLE B K4 910 1.814 A I 1.89%
A. REBMEADERAMBRIREREE O LREIEFS B, T UC HUC, ¥i1{H
WEIRENANE R B I, RITELERSHHN 955 om H1 908 cm™'. AER U—-0 42
R U—CH, BT Usp. U7s Fll Ued 05 FERBEMBSL, Ust il 1048 SRk
g, Bl O ARBAARMTTE, KW CO LEUREEET, Ll CO MRS, ~
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