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T}, BBz iv¥F—%k->TecBREDLDE, #
SERRELILD, COBAIKIZIR Y FVOEITIC K
S THESFOSTHEOLR@ENEG. —F, ik
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~-(g7ru)()3d7t,) o180 70634
Deon (247 CH=(1.029) Can(LA; CH=1.11
CH, .--(1Er.)'z(1n.)= Vs -’~(1b32(3a,)2 / HCH=102. 4 x
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(3a)(16,) | /HCH=180 %+7100
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2 2 2 -
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HCF | ™2 / HCF—101.6 - / HCF—121."2 17287
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HNO | ™ (@@t | ZHNG=108.6 " @) @ | LHNG=116.3 13154.4
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* out of plane angle.
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ZORICKTE I b=7 VY EETFR, BKHEEE
REgRThE,

oo N ZaZee
A>B 7AB

2 n? Zaé*
_ 4, — Al .
+ % ( 2m " ‘? Tap )

pIga W

A rﬂu

LEDL. CORIKNT S KEEEE 0 (1,2, -, n;
A, B, -, N) #1200 3BT SRR
REVER A B, -, N BROBEEZRT. WEEL
TVBRTIE, BOBEII A —8~ELTLhAE
NTVRLHS, ThEFTLEDT Ry L.

+

0 =0(,2 -, n; Ry @
F~&EHFERZ
Ho = Eo 3
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BHED T I, BERHELT, ROESFEBEER
3,

E = <w|H|v> = SW*J(Fd-r

8E =0 (8)
& SicfngsEs LT
s<wlr> =0 ©)]

TY, O IKT BRTHEEEESRE IC & - THhD,
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IKBL, ULhd, ALAEVEEE (S) KBT3BFR
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DHEDLY, ThoDERBEOBEESICE-T, R
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CORITIREIN - BBEED S b, B{EDT x v+ —
KBS BB, EHFEE, K@), @OXy,
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Hij = <0i|%|0;> 12)

DL BFFHTHB. IEiENVEVOBARERRE
i 1Aw T& s ﬁfy EEWER’@—@ ‘i, -“ig, Eilﬁ
22 NEN, 'Bu, Bu OHFME DL, LoFtick
STHESIBW,

Vg, HEOHFHEDOME LT, BR#Eicds
SCF MO*™ R84, BERE & 1| BFERE
EOROFHIEE, £(12)H¥ vicss 5 &3 Brillouin
DEBEHSBEILT B, Fhe, NI F=T VEET, R
Wi, 2BFHEEFITLOEATORON S, R(12)
D 0 L 0j LEEKTSE MO 55, =ODEEKBE
Xizid, Wobic, Hijit¥oics s, Hij O%Ed
HT20RDALEIBHETHEH, 20— KHEL
KOLFEZ L, WL RARICE S,

Liciak~ct:, BREMEEEROSER, EEIC—AY
BHDTHY, RUDICADIEBEOHET+HICKEL
Lhid, W{O>THEELR T2 ENTES. 2D,
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BTE A, FlzOFEER, o Hartree-Fock
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1 (A BHUEER n—on* BoEEE) 284X
5. daATAFE FORERRE (4) i3, $UEAHT
i3,

0o(A) = |[o1(a) 1 [o2(a1) 12 [a3(a1) I
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EEGEY, o 3o HNICHIEEE, x it » HAD
BEZROT. # EHBOBER, ¢ @RS S
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L, #HER#ED SCF MO %#%k»3 &, REC, Lo
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ZORPIOPEEZROTHELEEEZ2<D, 1EFH
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L#®175. SCF MO £HVE, BEREI, 18T
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3-2 SCF %
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S? BXU S: CEABGEIIEDICERTHENE, RO
XD IEEBEE b OBE—DTRR (2L, {oi} 3
BERRAELT LT S)
0o=2n)"'det {p:(Da(1)e:(2)B(2)
------ @u(2n—1Da@Cn—1)e.(2n)B(#)} (13)

T, ZEREBLAZENULTS, A VOMEREC S50
[RADTELENZREBI, BT, S2BLY S D
BlEKT, EEHEZEbIEeTHS. /-, RUDD
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STOBEINHEREGTHS. LA, RDOKSE
BEXITHS. TORR, ZEROBATHS.
*0=(4)"" det{@i(Da()e:(2)
B@p(Da(B)ps(4)a(4)) 14)

ZOZ EDidHic, BEpiEicd s SCF iz, kx
RHERES I 5.

BgEEIcdd 5 SCF Bkic DWW TR BRI, 7,
PABYSICd 5 SCF BhAMBICHE L X 5™, &
DoREICHHT 5, ~Invb=7v, XA (F=#L,
SOBEABTHI 2n B) OWAHER

E = Z‘g Hi + ;%1 Q2Jii—Kij)

S z‘*zi (16)
AB  7TAB
Tha. 1KLL,

e
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Ths. WBOEBLHKTIPEDHDS B, BRED
013, RO)BLIUTROERAVE L, ROFEREZH
¥R NER ST EMRENS.
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@ SCF FBAELFINhE 0T, EHET F it, &R
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B RF{EHE
TEHEING.

F=H+3@Ji-K)

"’ Zaé®
Hp) == 4= 2 ”,T:T a9

Jiw) =[£eEDU) gy,
#y
Kiw) = i) | £25D e gr, )

TCIE, Pwid, BT p EBF v 2XHT2HEHETFT
3. Ji 37 —0vRRERERT, K QRXBRAEHRET
EHIENG, 7, RU8)D & i BRAHEDO L R
#— (orbital energy) E#ZTLWVHDT, ¢+ BHOD
HlE»SDA 4 ALRF VY e Vi3, 44V bIEE ST
TRTCOHEME - EDbSRBVEThIE, —& I
2 L\ (Koopmans DEH).

PILECHME D SCF QBB KA T, By
® SCF BicgEx b &z 5. & SCF &k, Xk
XL APT, ZOHEEINE. —DIIROABRBSD
Bz, KADDEELAULL, axeyOBFL B
ZAEVDOBFOBRNBEETEIHDOTHD, FIR
(restricted) H&vbh3., $5—2i}, a XEVE
FORTAHEE B R VBFORBRT 2MBE LRI
STHVTHEWNETS DT, FEHIFR (unrestricted)
BEnbhs. UTiL, 2O >0k %HT 5.
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z ZTi, Roothaan itk > THRIBENLFE ©
AfakTs. 37, BRERLL-BEEZ >0
(@} & {@o) KAHET 2. 2FBHEKL, —5 HE
@ Slater fFHDORTH % & L, % Slater 7513,
{pc} DIHOBEIC 2BOBF, (@} DD HEAIHL
HIC1 EHOBFMIN->TVEdDE TS, DT (@l
DHEIR kI T, (@ OBLEIZ mn T, 24K%EE
ULTié j TEBLCERTS., KRiT, ThoD2KEEE
Bod b, TRVF—PRESKRO LS ICET ZHEK
EBEICTS. 2L, RQ oF1HEIL, VIO
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¥ (Zhid, &EFEEFICANSNES STV 20
RERETHB) £LT,

(H+2]c—Ke+2Jo—Ko)pa

= 12 ¢Ialk+ ? ¢n0nk (22‘1)
f(H'l'zfc"“Kc'l—Za]o—bKo)tpm
= ? ¢101m+ Z‘, anonm (22°2)

BEoNB,. T, Je, Jo, Ke, Ko i3RQ0)D Ji, Ki
ZHEST
fc=2]k' ]o=f2]m, ]’l‘=fc+]o
k » (23)
Kc= ?Kk, Ko=f§Km, KT = Kc+Ko

TEHINZ. 2LT, ZhooEEFIR (e A,

{po} WD2=%2 ) —ZHCH LT, RETHBEND
HEA-TNE, 85T, T M3, $B2=
2 ) —EBHICKST, BCHALTEZL0SLR%ER
WHLTW 0T, R(Q2:1) &, HREE0EAD
SCF H#ER(18), (19) E EHART W& b, K(18)
i3, K@2-DDS5 B, BBICETZDOELEHLT,

La% On 25t a L S5ia=4% 1Y —z#% (@)
DKL, ERBEOHSTHEEF/IC ¢ LEBNTH
MR THBEBONETHAS.

Rz &ER(22:1), Q2:DicHLTITRS> T L%E%E
2X5. e l{ABoC EERE@2- DT LT
1oTh, 15 {0n} BHATE25s, AR LR
DH v Y VI UEAF (0l D252, 20 EHuic
L THALTELD., RQ2-DIONTHEKTH 5.
CORED, BLOALOEENTHERDOTH
3%, RE@DDOETETIR, ST LICHEKETHD, HF~
DGR, ZOFIHED ¢ LITTEIIND,

Roothaan 28R - 7- 543, Onr 2 0im OIEE £
KADRAUD LS BEBETFEHATELTHS. b5
ACOHEEFIL, {@), (P} AD =42 ) —Z# st
LTRETRGIIL S, RQ22-1), (22:2)h5
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C9)

Omn = —f<@ul2a]o—BKo| pr> (24)

a =(1-a)/A-f), B=1-b)/A~f) (25)
»ELh3, RN(22-DDOBREBOFEELEDIC DALY
i, REHXH

%}qa..en;. = —2af %! L@l Jo|l Pr>@n

+8f .,2 < @n| Kol pr>@n

= —(2aLo—BMo)¢s (26)
1 BMEE S OHETF L, Mo ZE&HTHIZ IV, #E-
T, R@DICHS-T, REOXDY
Ligs = /3 Lups = f%! <@l Jo| @s>n

Mgy = f? Mupi = fg <¢’llK0]¢ﬁ>¢ﬂ
@n
EEY, Ld-T, ROBEFEEHTIITIO.

Laps = <@nlo|l@s>@n

Mupr = <@u| Kol a>>@n (28)
Wic, n, k 2—MD i, j KEIBDTHBH, HROE
Flot=dic,

Lig = <@illolo>pi+<pilp>)opi

Mip = <@i| Kol o>@i+<pil p>Kopi  (29)
ELTHL. B2EBRN@B)EYFIENC &R, BHoH»
TH5b. COEICLTEHEIN-EHETFI, (@),
{po} WD2=4 ) —FEHICHLTRETHD, R(©22)
D Onpy, Oim OEELEDC DAL EET B, COHE
BTEH, ) S EEFLTS. COBREFERVS
&, R@2DIERAR@ERY, X5 (@), {p} 22

=8 Y —EBRUTHIC or Pn LEBFE, KREE.

Fepk = M
Fo = H4+2Jc—K.+2Jo—Ko+2aLo—BM,
(30)
RkicR(22:2) & b, ®KXEHB3.
Fopm = TmPm
Fo = H+2].—Kc+2a]o—bKo+ 20 L —BM,
3D
f2l, o MicHlT RA)DEED LS
Koopmans iz iz L. = (30), (B #s,
Roothaan iz & 2 #IBRZ*TH 5. RK(30), BIIL, #
y 7 VISEETFOE 2HEE o7 {5 TR,
chaES &, K(30), (31) DRIOBEOR (FHF2=
Y —FRELTOROR, Lichs->TR(22) & SiHs
R) 2HBEOEHT RKG)D F) 2o icEEHI

— 11—

e RF{EP

BLENTE, E5IC, TTTH {@d, {p} 22he
Na=2Y)—FE#MLT

Foi = &ipi (32)

F = H4+2]J1—Kr+20(Lt—]o)—B(Mr—Ko)
%#18%. zzig, Ly, Mr BRATEHIN 3.

L. = ?Lh, Lo =f§'“ Lm, Lt = Lc+Lo

M = %Mk, M =f2Mm, MT = M+Mo
(€5))

K@D D & €2 TH Koopmans OFEIIKIL LIS
V. REO), GDhOKRHOENSB @i BREBDD @i &
FEHETRDH2H, - KRAUTREBD. W & & &
HBAARND.

Pl Licik~/z Roothaan D#IfR SCF #i3, —igHy
KRZEHT YV HhVvOEERE, BLUMHREO®ES =
EREpERE, 250D &S BERE=EFHIRER
&k, #HATES (BE—EHII—RICIEARATES
W ERER). B RBIsicchaedfoks> =
DOBERYH 51BE4 1Kk L, Birss LU Fraga?®
{2 Weinstein, MacDonald @Z548:? £F|H LT,
EROHHY, EROFEEE S OEERE, Biitikee
ICETHIR L. RETTHR~% Dixon itk knma7
NTE FORIE—EROHE®I, BAkOFHICL -7
bDTH3. T, B, £iE (Multi-Configuration)
SCF ¥:EMFEN 3RS RESTTOE™,

F7o, ELMBHFEELTELAVGN S DI,
Longuet-Higgins, Pople 0)7:7%1&“%*35 5.

3-2-2 % # R &

CTIBRBIEBHETIE, o R VEFLE B &Y
VBTN, HTLUBRUHEICBL TN TLINET
B, a REVETFE B AL VEFOEMNRL LGS
iCid, ¢ ACVBTOH R IHRIFENE B AL VE
FOI02RBRAENDORELIRIEY, Licdi-T,
CREZRE VIR 55 (different orbitals for
different spins) 2%%3c:i3 HRTHS. %/,
1 EARFOUNRULTE T, @ WFE B BFD
Moy —avREICE-T, TNhODBFORBT 58E
BOLFND EEZIE DD, TRV ~MICREIH
REMILBELAONS.

Fioiric kS5 EZ Hic kB boic, JEHIR SCF
W (% 72 i3JEHIBR Hartree-Fock ), R&4 Tl
(alternant molecular orbital) ¥ hsH 348, £ T

RERBOR T



(10)
e RFL

13FEHIR SCF BB IciE e ¥ 5.

JEHIBR SCF ¥ Tid, RO XS HBE—173THAUT X
3RENHRICT 5 (FRF uhf T unrestricted Hartree-
Fock DOWETH 3).

Tunt = [(p+ )12 det {@r=(Da(1) @2 (2)a(2)
----- e (Da(p)efp+1)B(p+ 1) (p+2)
Bp+2)plfd+BB+ D} (34)

a RCVEF (@) ol - BB OM (e} &
B REVEBF (¢ ) DRV ->HEOH (eif) &i
BoTVTHEL, M {@i7) &4 {@if} &, 2he
NBEBBERRATH S, (@it} & {(pif) ORITIZER
P3G AU

S piv*pifdr = Sij (35)

RGBHD Punt D VF—HRHER (22 TH, R
MOFE 1 HIENTEZS),

a+Bf a+p

E=Fm+] 2%

1 a a s B
lEsv2)Ky (36)

i J [ J

ceT 35 S wenen a8 srusHEc
DNTHMAE LS CLEEKRT . REOE <oit|pia>
=8ij F1cid <@iflif>=8i; L 2%HDb LI, &M
KONWTHAX IRESL, #heEhk (eic) o x1=4)
—Z#, {(pif} Da=2) TR LIPETESET
& (@ER, HRECBAOHMAYT L, CTTHLTY
BHRADT ENE S RBBHDTH B EICERS N
7)),

Fc¢'~a —_ ei'wi"

37
Fﬁ¢,~ﬂ = Siﬁq),'p ( )
a+p a
Fe = Hy S\ Ji— 31K
€)

a+p ]
F = Hy S\ i 2 K;
1] 1

WHOh3, Fak FP LBV, RBRRES 2K

IKHDLEERSIID., COREFOENCEL ST,
a ZEVHHEL B A VB LSBT BDT, TOD

R £ X H 45 (exchange polarization) F7-i3 X

¥ 4% (spin polarization) &5, X (37) D &ie,

&i# i3 Koopmans OFHEMRILL, ZhSRRELED

IRANFE—LENSYBENLTEREES 5TV,

b W24 W2 %

XOHELS—FLVE-TH LS. COEBBEKIT
ZOEETE, S* OEFEMICRE->THEY (b5
Bh, S: OEEBETRS Y, EHEE LH(b-q) T
%) cockit, REOTFiTH~RIT LICFEFELT
W5, N Tid, TOFFREOREELEDLIICLT
BRLACENTEBEAI . RGO S« OEFHEIZ
Lir-0) THEpE, 25+ EBEEELT, sOT

RUMOREIL S(0—O=s #5, ¥+q $TTH3.

LiedtoT, Tunt % Chd>OMED S OEAEEOT
THBETE.

Funt = Zqoc.r'unys’hn (39)

Amos, Hall’®” ©%# 5% ickhid, “EE =HH
DI IHANCENT, BIEOSEE (“EHEILII=HF
B) OREERAOFESZLL, SEENKELBIC
HE-T, REICEDFEMWNS LB EMREN, C
D ERBRMICHTRTE 523, LBD15, R
ARIBOBEEEIO BT 0ICS, ROFEERETS®
(projection operator)

L e S2—k(k+1)
O = I D —FG+D (0

ZERI 2 CEMEZONDH, COHKITERITIE,
ERIDALITHEDT, kit EEEFLT,
BELORIE” (¢+1 o EORER) 055, BEbK
X1EEA2 TS s=¢+1 OREDOHEHET S BHT
((YEFEETF annihilation operator)

Ay = S*—(+1)(s'+2) “n

ZERTAHE 8, LEILEBAIhS. ok
®iCk - T, WY, BEASHRL, XEVRERES
hass» ULl idd, ZOXHICEFERTHE-
7R T, BERD, BERDEGFES CEICIMEGD
D, KRRESACITIE S RETH B,

2T, REDHDEH IR ZRE VIKIZRILZHE”
ZEOYTS LS &, ERFIBEOMBHEIC,
H28ED Cl 27 -7 L LRASTH 3. R
BEBEKO BRYET (1 ROBETIENALT SR
BERZROZE) 2ERE, Yur EROLI ICEEH
ZBCTENTEED,

Uunt = Co' T W1 4 CyrseWsrse
+Cs41%0F s 4150+ (42)

zzic, ¥l BHREREBBERKTHD, s IREDOR
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(11)

=% RT{E¥
® 4 TFLY, RVATUFE FORETALF—D Cl HE
4EEV)
soUEE | K R | STA TDAt RPAT obs
. 1Bay 11.98 10.17(8) 9. 44(16) 7.6
i $Ba 3.36 3.19(8) — 4.6
CZHI

. 1By 10.76 10.47 10.32 —
i J: 9.99 9.73 9.43 —
. 14, 14.89 12.03(9) 11. 22(18) 8.0

r A, 3.99 3.88(9) — — o
A 4.03 3.60(3) 3.47(6) 4.3
HCO | mom® 4, 2.88 2.33(3) 2. 13(6) 3.2
o , B, 9. 06 8.85(5) 8. 56(10) 7.1
T 3B, 7.28 6.99(5) 6. 53(10) —

t () OEERERL Cl 0¥, =FL YD By DWW Tid XRICEBA V.

CYEEFEEST. F23H HIFERI ¥ »52{5H
h3, —BFHEMOEED MThHb. ¥, ¥’
i3, —icktr—oD D 1 BFHEEELIEATH
BN EATREIN B,

R, A vEBEOHEILIILIEHAINS.

2 VEER, —EREREC=ERRETIERICER
BEABO—>Th b, BF R ¥ 3R (Electron Spin
Resonance) 1% %, Bl TREBEZILE (Nuclear
Magnetic Resonance) #% & & B# LT, JE<HF
TINTWAS,

T, REVEEESTUEEOLEP ORI L,
Thid, FELTZOOBBICK->THET B &hb
BB, —DRANBEFHEDLADICLS BDTHY,
$5—2it, a REVHEE B AL VHEEHSRE Y
ST BT EICE ST, ARBSDORE Y BEDIKITS
BLADRBNWZ LIZLEHDTHS. FIOBEERE Y
JERTE(L#%# (spin delocalization mechanism, B L
T SD ##) LY, ®#FE RV SEEE (spin
polarization mechanism, B& LT SP #&##) &3,
MHREDOA Y VEEE, ®RBEIEZLRADOREVE
EaEx 5205 JEGIRREEIC X3 X Y EE (Punt)
2, ThoZoOMBOME LTRINENShs, BERN
iZi3, #heB0E0OBBORSICHMT 5 BT
2%, x51cRU)DBEBRELED &, oDl
DFSRIBREORELOREEHELTREOINEAY Y
EBE (pea)* 2fE-T, BOVEMYPT, REYHEEBHED

* gg {3 after annihilatron OB TH 33,

— 13—

#5 (pse 13,
(purt)se = &'(1 +;£,‘){Pnhf*Paa}

(pac)sp = S’ {Puht—pPaa} (43)
K& -T, ¥, REVERENMBBOZS,

(punt)sp = Puni — (Punt)sp
(Paa)SD = Paa—(Pnn)SP (44)

m;araiznamwm.ccmy=é(¢1>f5

D, (punp)se 13, punt DI BREVHBRIEBICLEF
52X, £0hORSIRMOEKRE S ->TND.
PLET, B Lk’ BiEsSF o 4 FEuESRERED
DR A KDDL, TCTRR, BHEEVWIDEFE -1
QEZID - I AICER LTINS,

4. RHEKBOBURGEOMHHH

3 THRARIHEDF OV AN A ISIRFE OO EH %
PDFIBALTALS. BBz EDbDLIEKDIT,
7 BFRICOVTRAFOARRDORIEAH TS
TERRL, o READIBRVEELTS.

X %ic®% L7 Dunning, McKoy (3 CI #** T, =
FLU®, KA TATE F® O A VvF— DFE
BRERHHEETR - TV 5. BRIIR4ITRLIH, R
<= STA i1, CI fjofE, TDA I 1 EF Bk &,
RPA ii#hic 2BFRIEEBEEZELbDT, FH

k4% Bk, TDFH:% excitation operator technique &
&30, £R, BEEEFERAVWTREBLTWS.

RERMORFLS



C12)

% RFLP

b ZDMFEIT/NE {15 s TRIRIREEMZEIL LTS,
ZOHETHEBTRECLD—DIF, TFLVIELA,
FVATIVFE FICLD m-n* BBICE LS OB
BTFERR o-o* BRIDELKLLDT, 20F50
BEILROAENENVIEETHS.

DXL, TEFLVILDNT, 20 7 MOHF 4,
T =%V, n-n' B—EIE, =FBEICIREE% Roothaan

HOKIR Open AV THE LIERESTAH LI,

BREOCHF#E L LTI Slater #iEx &b, &ikEgic
DT ED exponent ZZE(LIETNEY, ZOIN
A%, RE(A) IRz, HF A v TREFHEHU
FEL, 7 =4 v TR L, BiisRigcik 2 oo
BEES>TVS, FRFHED BFEEOMHEERS5(D)
ICEEDRY, REFEFICONTRIFAVTid o B
FHEEOHA, 7T=4VTREALL, =~ BHOBR LY
OEEHHLND. —F, KRRFIIORICKREBHO
Bl 5Tkt s TW35*, Clementi itk3 YTy
AFFX VI I Hhv (PA) OREL { Roothaan FDIERR
BIHATH?, + 1 HOBBERIBART» S +0.42,
KRDS +0.58BHE L bDOEEZEL SN, = BFOA

A GICED o BFOBFEFINEELRREEZRI LT
W3 EnEHINTHWS, Thdod Roothaan D

#®S TF L VOERBRNEHBERER
(a) exponent Df#t

L -... &
h M AFAY ToAY m&ﬁﬁ

2sc 1.80 1.84 1.76 1.80
2psc 2.03 2.03 2.03 2.03
2ps1ctt 1.59 1.68 1.46 1.59
SH 1.20 — — —

t Slater R TR ESED 25, 2p ® exponent D 1.625.
ttox1lik w, w MAERT.

(b) FFHEORTHE

M AFAY TeAY ﬁ%ﬁi
1sc 1.995 1,995 1.995 1.995
2sc 1.084 1.139 1. 047 1,085
2pec 0.869 0. 962 0. 794 0.863
1sg 1.052 0. 904 1.164 1.057
2ps1c 1.000 0. 705 1.250 1.000

* 1 LYRBERETIo0 CH, BAEACASERY
LrzenmbhTng, CORRYIRY K-k BEORH
PR RO S % (U. Kaldor, 1. Shavitt, /. Chem.
Phys., 48, 191 (1968)),

L% W244e 28

PRE:DEERIZ, 323 ClikTEALZE, = B
CHNDRBEETFEEIC o-o* T | BFFICRE 0
WHEEEZLTVACLLE#TH - ¢, Dunning,
McKoy @ CI B ORER & —&K T 3.
ERERNTG i THE, Pople 5iRIE L XTI
FHEEFEE0I SCF & (CNDO ¥) O#R%EEDH
FTH D, %£6icid, virtual MO E{*® & Roothaan
HOHIRE open SCF #* iz & 5 TH S 41722, 30D
BH{tAPomE T vF— LRFHAHIRLTH 5.
EZh D, THANVF—ESFETFHEAOMETHHRBORER
DIEFHIBRBEINTVWEZE8b» 3, B, CTTIR
U7z CNDO i, —Hia ik 4a (7o L 212, (splsh),
Y160, p=p 1ABORRES) £EE LTS
»™**, Dixon 2 2 hi&» TRMROHIRE SCF &% %
Tz HoCO i n—n* REhiSikBIc S NnTHE S h
THRERTICORLI®, %6 @ CNDO g:ofEk b &

#6 CNDO Hit&k 3BiESFORFMmA,
BRI R vF—DRHE

Virtual*® | Open*® obs
HCF(A") [130°, 2.66eV|129°, 2. 54eV|127°, 2. 146V
HzCO(’Al”g planar, 4.6315°, 3.21eV[31°, 3.11eV
(A" ” ” — 35%, 3.49eV
H:C:(1AL)  [135°, 9.59eV|130°, 9. 67eV|120°, 5. 236V
CO:(\B:)  [90°> —  |112°,6.07eV 1221250_'706V
HNOCA") |t21°,2.85ev| —  [H6-30° o

#7 H.CO i) 2HIMEDHEFER®

1A, 3Az(nn*)| LA (nm*)
HCH angle
calc g MZDO) 115° 116° 116°
calc (CNDO) 117° — —
obs. 115° 116° 120°
H.-C-O angle
calc gEMZDO) 0 39° 36°
calc (CNDO) 0 — —
obs 0 43° 38°
4dE SeV)
calc (EMZDO) 0 0.22 0.16
obs 0 0.10 0.04
» (Debye)
MZ approx 1.84 0.81 1.04
obs 2.34 — 1.48

* BWICHBRE SCF kCrAWENEANTWS.
= My Eadicd D% Pople Hiz INDO R, kD
XKL TWS (J. Chem. Phys., 4T, 2026 (1967)).
*kk Dixon 12T ®HEd EMZDO (exchange modified
zero differential overlap) & A3 BEEALTNWS.
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(13)

sn BT
&9 IFLYD mn* WEEFREDR L BED
BT Punt (p)sp (p)sp Paa (p)se (p)sp
25 0.077 0.075 0.002 0.040 0.038 0.002
c [ 2= 0. 002 0. 002 0. 000 0. 001 0.001 0.000
l 20y 0. 009 0.009 0. 000 0. 000 0. 005 0. 000
204 0. 540 0.001 0. 539 0.539 0. 000 0.539
h ~0.020 —0.020 0. 000 —0.010 ~0.010- 0. 000
JETIRRIL B #10 2,3 DHHEICLE TFLYD—DD ay
s - AFHHEOFROIM
2614250 |2er—2psa] hothathst e
R S URF (% +0.0682 | +0.5069 |  —0.2129
—9.84—4—. Ba, | +0.0851 | +0.5014 —0.2196
UHF- :
_ +0.1541 | +0.5003 |  —0.2120
B S e i BABE
RHF +0.0905 | +0.5030 |  —0.2174
—21.33—— 1.0 —4—4——10.41

a AL VLT B A R

B4 A FN7 Y HNOFEEIREESIREC X
EHFHEANVFE— (eV) LBTER

%8 A FNT IV HNDOIEHIREEEIREIC L

5 BB T

E & R %

~ Ga as qrt qr

2sc 0.801 ~0.674  1.475 1.470
2x¢ 0.447  0.385  0.831 0.828
2y¢c 0.447 0.385  0.831 0.828
22¢ 1.000 0.0 1.000 1. 000
sy 0.435  0.519  0.954 0.958

t gr=4qa+qp

SICRIFRMENEONTHE ZEEDONS, ik,
CH: 0=FHESBIRRIZE 1 » SRFMA 180° & EH
AN T35, Dixon DHETRHEE = x vF— R
Tit 131°, F/ CNDO Tt 141.4°, ERELDZ
h&h 0.65eV, 0.15eV LELiih, FTAE—-HLE
o to¥,

Pople D3E4IBR SCF #:& Roothaan o #|fR SCF
BEOHBROEKRT, MAETR 724 FVF Y HVDH,
Bz A vF—%2H 4ic, BRFHEOEFHEERS TR

* bhbh O RE CTRIE LIk BRI ROKRS, BT
fEA~145°L B BRI D ER/ & —F L.

— 15—

L7240 JESIRFICIE, a R EVBEE BREVELE
TR, MDA VF—HBTFHHGRIIZEhb
Wb, Bl AFNITIANDEIAZVERF YV
it 9.84eV LEHE SN, EHD 9.84~11.3eV ¢ L
BIFE—HERLTNS, £/, HBRHEOBET X VF
—1ZHRRA A MEET VY e N ERRIEIONHIRNT
LREDEDS BREINTNS, 5h, HEETHEER,
HAEEDRZABROEEEL TS L LIIES OBRE
KHONBEBVTHS. £, ZERIRETE, 4F
HD a xEVE B RAEVD BFHRMRILD, REV
BMESBEH N, HELTEE, RIKZFL VO
m-n* MEEIRIRAED X © VO EEE, 101K,
IR, FEFIREO BRHE, ofFkick-TRLMK
@y DTFHEO—DDRKOBEERLTH 5. %,
annihilation gijm S? DO#AFEIL 2.0109 T, BRDE
W HDOWREE EWE L% TR 2.0001 &5 5T, #i¥ko
=ZEFEREOM 2.0000 i+ 155, 138, R (42)
TRUIELDiC, FEHBROEBBERESRT S L
0.9973 ¥;,27f +0.0260 ¥5,25 +0.0260 74 2%
&1558,
PIECRIFIREEOTZOFH 5% LEELT BT L
7228, g Hiickel iz & 3BURY, RGO 5B CE
H I N TW 3 EEHEIC & 5 SRS R G D5 FHIE
HIBERDIC DO TIREMOBFR TN S C L3 TEED
S72hs, TENRR D DBEICI NI,

Bk MORFEE



(14)

s RF{LP
X Ak

) A)EREE, [RRREOMLE], WEERRISHK12E,

CFILERA9%7). b) Tk, 69, 788 (1966). 2) G.
[erzberg, ‘“Molecular Spectra and Molecular Structure,””
ol. T (1950); vol. II (1945); vol. III (1966); D. Van
lostrand. 3) D. A. Ramsay, ‘‘Determinatin of Organic
tructures by Physical Methods,” vol. 2, p. 246, Aca-
emic Press (1962). 4) /hNRIEX, DBAPERK] @

FE(1963). 5) RR=HWR, [BFR <7 ], EZBRLF
WEskEll, u3#(1965).  6) A.D. Walsh, /. Chem. Soc.,
953, 2260. 7) W. A. Bingel, “Molecular Orbitals

n Chemistry, Physics and Biology,” ed. by Léwdin,
ullman, p. 191, Academic Press (1964). 8) —R7
BB LT, KIS, [AFWER) DRI, STRZEHRE 3,
£37 (1966) ; G. Berthier, *“Molecular Orbitals in Che-
nistry, Physics, and Biology,” (P.-O. Léwdin, B.
ullman, ed.) p. 57, Academic Press (1964). 9) H.
iyring, J. Walter, G. E. Kimball, ‘“Quantum Chemi-
itry,” chap. 3 (1944) ; /"B EH, BERNAR, MRFLE]
K 3#, LOWE (1953). 10) P.-O. Lowdin, Phys.
Rey., 97, 1474 (1955) ; P.-O. Léwdin, Advances in Chem.
°hys., 2, 209 (1959). 11) R. McWeeny, Revs. Mod.
°hys., 32, 335 (1960). 12) H. Shull, P.-O. Léwdin,
°hys. Rev., 110, 1466 (1958) ; L. Pauling, E.B. Wilson
‘Introduction to Quantum Mechanics,” p.189, McGraw
Hill (1935). 13) C.C. J. Roothaan, Revs. Mod. Phys.,
23, 69 (1951). 14) R.G. Parr, “Quantum Theory of
Molecular Electronic Structure,’”’ p. 25, Benjamin (1964);
R. Daudel, R. Lefebvre, C. Moser, “Quantum Chemi-
stry,” p. 470, Interscience Pub. (1959) ; KEEBGTHR,

RFMHEIT, p. 445, EHEEE(1963). 15) H.C. Lon-
guet-Higgins, J. A. Pople, Proc. Phys. Soc. (London),
A68, 501 (1955).  16) REER:HAMMEYH > T35 X
S RBACON TR, ROXRICTAERBE LB TW3,

J. A. Pople, Proc. Phys. Soc. (Lomdon), A8, 81 (1955) ;
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