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¥-H. H-vA 7 nf —EIEBL—F R REND S,
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S, EREREAZRBRECEA S TWERE, KMEaFICLER
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HEOMENRTRICR D, BRHBEIRIE VNOEND 10mTorr FRE
OFPA. TV HE-H T Y o TR/ E R LT 107 {#/em’,
BEEIZ L TH A+~ ppb iCETEEEL TV S,

BRI = A 7 n A2 R AORERIIEE kHz &, 2 O 5 AREE
i, ®Bik+ A EEER LY O - BEE (85~ MHz) O
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FOOL, HL<MALAVLNTX 7 Stark ZHliEIE, K E VIUET
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ZOTYA 27 oEOBENRKE WVWEEREEE TIRERTER2VI L2,
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Fourier Z#tiki3, /ARRE, RREE L 125K Stark ZEIHAS KRR LV B
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v A 7 aEa B LA EHFMS TFREOBRIL, 1970 FRUERICTESR
Iz oie, ¥4 2 aBaXtiEERA LD ToEFGT FREORIER.
1955 4E Townes HiZ L% OH (X11,) AR _HEMOBETHS, °
EHix, MEELOARTRETERBEL., TOERD LRI EZNIZH
VT Zeeman ISy 28 (BUAREIC L T~10%em” OBHEKE % )
CHELE, TOHER, —HIEICHES SO (X'T) ORENEE S
itz ™ Powell & Lide’ id, BERE~A 7 ofE L. OCS ¥ H,S &K
JEEH SO AR L., Stark RS HRIC LY & FEENOEEER
ZRE L7, —F Winnewisser 5® 11, WEEFIZ SO, ZEA L THES ¥,
AR ERINEIC X I Y EREARICRT D SO OE#EALY FLEE
B (video fRHY) L7z, URFOH R SO BRMETE DI, Zhbod
SrFOFMIBLBAE L (OH: 1/3s, SO: 1s) . RINEALOABTHF&
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ROENLITHAAELE <, B - BEEREORIEIZ LB,

N0, NO, NO, ¥ OB{LZRR(LEH (NO,) X, HRERBICRVWTEE
\ZFTET D, BT, NO,NO A EF2FLRYEL, FNHLOERPT
ORISIEBV, —F, Zhbicxtisit s Y ok, PO, PO, PO
(POY 1%, EARIT LY RIER PsOs, (PO, P40y R EWENT D, ZD
e, NO, OFERE L LA ML TWAMR, POIZ2WTIL, T4
WMAOMEIHIC LY L5 E0FERBO N, AFYBIZONT
LRROZ LR EZ D, HAHEE (HNOy) , MHEE (HNO;) bbb AA.,
HNO IZ oW T HEAMES K TR LIRS TV S, 7 LhLas
T35Y) ke POEe. KETOFENER STV SO HPO O #4
THY . ' HPO,, HPOs iLEEEET L 2 Pl 2R RIETED
FEFHRENEBRETHD.” Vor0d% VBETEERDIE PO 237K
MLUEBRCETHREYTHY . THIEICASLT LY VB (HPO,)
DFH T . HsPO,, H3POs, HaP20s, HyP207, H3P3010, HePsOy3 72 ¥ 2 & Tp
BHEERRTHLH I EBMLN TS,
MEFOELWEREEWITHS, )V o OLEPBRERRITFEL, o
RISt EOBWEEB L LT, Al rolbdholH B EBFRiERIED
RUX—HEMPEL RDHZER, VD 3dEFIENEFEET HEARER
Bl TWa, L2L, dEOERICET 2% 5% ERBARZBE M
2\, ZORICET2EBRMBENDVRVERBIZ, §) U FOomnK
XD, BERE) yaFoRBOBERESIZHY, THhIZX Y EIS
RPINE D TREFORFIIBITAHEN, EFRLEVOHEITLS
RIRRENTE 7,
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RAZ4» (PH;) BT »E=7 (NH;) OEUSFTHEH, KFEH
BZH D NH; IZ< 6B RITELS (240K & 184K) |, FIRTIIEETH
Do TrE=T ORBEEIGIZOW TGRS EZ{Thbh T\ 5,
BIZIE, ToE=7 LBRFEFHERET D &, 45D NH; & OH B4R
L. NO,HNO %% T, EH, ARLEERT S, ¥ —FHKR7 4D
BALEIS@RIC OV T, SRR MG 2R T, BEHIT POy &
H:POs 2R & LB ERTL Z LML TS, LAL, £0
FIGBEIE, HEamESHFA~ ) v 27 Rk, BEHEFEHERLICL
VRSN TVLOHTHY, BTSN THRV,

RRT 4 v L BRFEFORIGRICOVTIE, BRESTE" LR~ Y
o 7 A HEY RO THEE N TV 5, Hamilton & Murrells (X, 2 &
A7 4 DORE [PHy] —EIZL, Fhi~A 7 oEREBICX Y ARE
BEBERFLZRE (0] 2E(bSERDP LRIEESHE, TORIGERY O
BIZOWTHERSTR TR, ZOB, (a) [PH;] <[0]DHE TH[0]D
HIMIZ LY mie=47, 48, 49, 50 D ' — 2 (FhFh PO', HPO', H,PO, H;PO™
ICFES) AL, (B) [PH;)Z[O]TIRZALOE—Z R L, bz
mle=63, 64 DY —2 (FNEH PO, HPO IZH) 23RN+ 2 Z & 234
L, ERAT7 4 AEIEBEERFIC L VENISE L, PHy, PH 2 U08
ALz, ZoOfEFE225, Hamilton & Murrells (X, EIZH R 7 4 i3EE
FRF LG L, 15D HhPO 24 S, ZBBERFLRIGLTE
DORIEFMEEZAE LSO TRV EERLE, Thbb,

O +PH; — H,PO +H, (3)



(a) [PH;3]<[O]
O+ H,PO — HPO + OH, (4)
O+HPO — PO+ OH, (5)
H,PO + H,PO — H;PO + HPO, (6)
(b) [PH3]2[O]
O+ H,PO — HPO, + H, @)
O+HPO+M — HPO,+H+ M, (8)
O+PO+M — PO, + M. 9)

ZIT, TRV TV ASFRIISHET COFENBH LA TS D
DTS (PO, PO, HPO"™) , LA L., Fh L4 4FF (HyPO, H3PO,
HPO,) DFFTEIL. EHFIZBOTRFA~ b v 27 29HEDS 1tky
BRI TWSH, SEPICEBWTEERRINEFII2Y, 20
REROBEFHEFFREIRE I TN,

—F. KR TZ 4 o OBACRIG PO 5 FHEEIZ oW T, PH PH,,
PO,” P0O,,”*" HPO,”** H,P0,*' ™ HsPO,*** HOPO* 72 & ¥ D ETFL¥
HEICX2BENH P, BEFHEOLPH Y PH, ¥ PO R EDHE
RERE, TOFHEL-ULZEWY, Ll £fko k5 IcESaReES ik
OEAFNIL 2L BLALORFIIRIN~ b v 25NEICL D E
ERBESRHNONTVWAIRETHY, »” BEOBH VS FRENRSELA
TWRW, £Dd), (EFERISROAZLTHNE, oFlEwRO LT
b IO ORICHEEIZEET 25 A EROFESMFT STV,
AR Tl BERICTHMED 5 BT, KMEPICBIT 5 E0OFEERM S
NTWRR-oTe HoPO I 2WT=A 27 i RiEC L5 BLITVDF
BELZHEBICRE L, ¥V E2E80ERNRTIPHILTHS PDy I
DWT, BE/KRFEBBITHE D O - BMEEEER I T2 282 REL
e TNLORBREZINFNMISTHERILAMOBE LHBL, BF.,
VBRI VANEIRT 0 FBERNERIIOVWTEELE,



3. X~ T UL EEESS

SERFFER SR L LTW A0 FIRFEdHa~ 5 PN Th 5, ZOMEE
B ZEZ 5B, ARS FOBEOEERE X OZFOBRLAELD
HOMIZ, T VANBHEORHEFOERIIANTIE B2 E@T HLE
BddH, ENOIIEFLEEOCREER BHEELER) BIUETFL
RY&ZOREER (BHMMMAEIER) CKBlEh5, -2 Tk, #4585
AT PANDEEEEBICH LN AME X OEBEMEEERIZoWT
W35,

3. 1 EFr=< 7 UhAOMEHEEER

R ETFZ2 LoD T T, A EFOHEAENE L BEF ALY
DOHMOMEER (R -HEHEER) | BFACY ESFREORE
THELDHSE L OMOHEEER (A -FEEHEER) | BIOEFX
EYEBLOMEER (RY A EEER) o=FE0HMEER%
£S5, ZONTRLPETFALCCOBEHRBEERTHY ., B+
DEAC L OMEMHEERICE ST XL ¥ —RN A%< | A
TER EFETN S,

AV -BUEHEEMIL, FAETBE O &SRS R O Sk ks o
BT LT 2BEOHEHZEBCHE ST D, O, BEERT Sh oot
MavT7PANTRERLRS THRLARVWEERDHI0, # o~
FUANTRIERESROTMALBREEND Z LEARAVDOT,
- BUEBHEERRS bDIZIRENRWV, AE AV AHEERL, &
TAECDBEIET—A L MeMOBFACVICEVELIHB L OHE
TERTH L5, BFALVRENR=ZEHEL FOBROLERT 5 LB
o5, FFE TR # I HPO & PD, IKIRIE, WThoBHa & —EIEHE
MHIw T PANTHLENE, BEETHLERR,
AEV-EEMEEERIZ, EHavI OO0 b o b b EER MR
HEERTHD, TONIN =TV REELEFAE L OAEERES



WTkD L SiIc5Ex b3,
ff=lzg(NS+SN) )
5 2a,ﬂqﬁ a- g A a

AV -EEHEEERIX, ZRFELRZRETFERT CHINOEE LF

BRiC, ESMRAY L LEEOMEERICLAEHS L. hoEFRER
fit & OBE-BIEEAEEERIZ L 5 kBB THRDbIL AT LT b,
BEHENEARZ PALLELNS A - EEEEERERICAL 20
BEEEINRLOTHD. LIL, BENEIBREFCHS_TERTES
FELT/hSnked, A -BEEMEEERES e, HUTO L 5 Iz ZkE
Bk RbH I LnTED, ¥

(0lB,,, L,|n)(r 46 L, 0)
b= 4; k E -L. (10)

LT,

B, : [EEEE, Agy, ¢ A -EESH R ER,

L, : $uEAEESREE O o Wiy,

E,—E, : ZIERE L n BB OB FRIEKEL O V¥ —3E
THd. BE LIZ—o2OBETFHEIE L THOBFIEICALEE., FiE
FHREET OB FRECASBAIIFOBFRITHAEZOEFAE L L/
2TADDT-1, ZOEICADBEIIH 22D, Sbic, EFRED
Bz FERBEEDLLRWETS &,

Bo Aso{01LJn){(n|L,0)
E,—E,

Epn ==4ch,, (11)
LD,

3. 2 EXMHa~T CHANOBHEIBEIER
FUANOBHBEEERIIETOEA Y AES T ABRSHEE
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ERTHD. —MRICHBLEAEHRE L EA L - OHAEER A8
BHEEER) | ETAECCOELIBRTERT & A Y OFEDLBES TS
FOMOMEIER (BRIXPMEFHAEIER) . Fermi IR, A D
LUK BIET L FEEOREETAETLBES L OBEER (AL -[|
EREER) "B D,
BEEFREERIL. EFEAC L F0RA Y oRESHxFoFx
BEFOAE L EOMEEATH D, BEDPEBFHEERORE SR
BFLRFEOEM () O=ZRICEEFIT 50T, FHEFOHEST
PR TCENERNBEFOMIRSGALZTITELEEER S,
FARAEFHBRFO s BUBICHHATHHEE. RFEPL (=0) 2B\ T
LAMBEFNOML, AL LHEERT 5. 27 Fermi AR TH
%o

BEEA - EEEEERIEEICAS 0 (8~ 10kHz) . LAL
BAY ORI BBTHRREVERR., AV -BisHEIEA ORI &
MTERL RS, ZOEIBEEEERO A Y -BEEAEERICHE L,
BEBFACVEEAL TR BANEAY - BEzEE (A &L RO Y
BB TEDHOT, BEFRHEREBICETHHRCEED ¢ B+ RAHED
DTENHARETHD (BAC - REREERICELTRIE4ETHERT
&) o

. 3 BFORFMELERER 7 b OBHEMSR
ﬁ%ﬁﬁﬁ%ﬂén@wﬁg?%\ﬁ?tﬁiﬂé%ﬁ&ﬁzwym
HBWMHNFIZE ST, TBER YO L ) e ZFodHEET
HLEMTES, ZZCTREMBRAERTE2ED XY ROFHERS VAL
(Cy) DERRARZ FAEHIZE D,

K%L Fermi BIF (Fermion) TH Y., —xfOKFEEOIM (C, #FF

BAEICHIS) LD 2EDEBOFESORENLEF NS, Bom-
Oppenheimer T A {RET 2 &, HoXY B+ OB EIBREY iX,
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1{1 = l{’ck‘ywbtlj qJ (12)

rol L]

LRBTED, Z05 LE FOEBBEKY,, X, 2 FOEFRE (R
F OB OXRFE) D3 4 E 21T 4y D & & C MFERIEIZ DV THRFR, B, Bz
R FRCh D, £, BEIOBBRMKY,, X, ZOHREXFHMES RN
LZOTZZTHEHEELEZWN,

KIZAKEOEREA L OEBBEEY, T y+4), v--), wi+-),
w(-+) (+-1%, KBOEAL OFEA%TT) #EEIZLT,

¥, =y(+4), v, (W) +w-+)/V2, (13-a)
(W) -w(-») /42 (13-b)

DEINTTRTZENTES, BRLDO=D ((13-0). 4 /F) TEX
OKBIZE W HAHTHD, Y (13-b). BXFH) BEMNHTHS, Zh
(CHIET DRBERA L - OFHRETHL. AEBROFEGHRXE =+
L LTU3-a) I=1, (13-b)3 -0 TH D,

EEEOEBIBE Y, (3. a2~ FOREBRO KB EEIZRTLS
N5, JHa~voFOREOEEBEII. Fuer A 9, v, TRIBTE D23,
GyfHh e CXHMN—HTHHE, HFHEY OREA ¢ (BFHIT K
DHhTEHBTE B, FOMOES % HER I,

W, «exp(iK¢) = cos(K¢) +isin(K¢) (14)

2%, ZZT, KEHEEOA BRI SV TOEMRTOBTFHRTHS
WA KB EEOL X, Y 13 CGHFREIC L TR E 25, B0
AvOFEHLRRICEZ D Z LN TE D, FOXNFEN o BT
55X EIERORIMEN 2 T8 K, 23, ¢ #hizxH S K. S EEE O
BhBIM O X FRIE B B L, S F ORTFRERAS b BHIZRIIE T 5 & E i (KK
DB O L E DR, FEOL EHHRCRD (D FOREIZEIC D3
e (R1-1) BT 3) .

=12 .



# 1-1 D, #FROIEFER

B & € K, K.
A 1 1 1 1 even even
B, 1 1 -1 -1 even odd
By 1 1 1 -1 odd odd
B, 1 -1 -1 1 odd even

%l 21 CH,ON,® CHLF,* HoNO® (3 _RCEFIRREN *B) 7 P OEHES
FRTIE a SO A LoD T, K, MBI O BN TlX =1, 0
HEQT T 120 23%HS L KB OBMBHEERICL Y 222 FABZER

EN=K, —FRZHET 5.

—F., GFDB C AHEHMEF-LRVEEE. SMABERAEY L OX#E T
EXRVWOT, FOREEMS =0 & =1 BRHET 5,
ZOX S5, FOEBEALY FLOBEHISRENL . ZOSFD G Xt

THEZ b OPENLTHBITE D,
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iz, EEOv - FEFHHOBAEEIZ. AEHEI V2 —C XV EHRE
Leits

REET, S 2m, B 10cm O Pyrex AR S5 2 ECHD, &
MO T 7o MOEX LV Z2EF L ThH D, EAROEMRIT
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AL ZOEEMICEREEEZEHMT 5 Z &IT X 0 R e T X &k

-17-



2. iR

BEHE, EAOMUITIZER 2mm OFRO Y V /A FaA vEEsE L,
MR ZEIINL, 7V —F VA ND Zeeman W EZ BRI TE S L 50
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3. HbPO D~ A 7 aE AT bV & 5FHEE

1. i

Ve FaT7x X7 INTTHN (HPO) BRARAT 4 (PHy) OEME
RIGBROBERPMECOLS>THDH Z LIFBEICR~E, 2. 2TH
MLIeL DT, TOTFPANOEFEERTERT 5 EZRFRFNIL R, H
BOFIEIC L DR CEBICBT 2FRASHEOHER OATHE,
Hamilton & Murrells' i1, =4 2 v & TERK L=#FEFEF CP) % PH;
E RIS &, X ORSERYZ ’HES I8 TR~ H.PO RIS OB
FEIC RO USRIV EEERT S, L L7,

O+PH, — H,PO+H (a)

Withnall & Andrews’ iZ., HsPO & H,POH o PO {#EIEB DIRE> % iz
1147cm™ ORILHR % H,PO O PO FEIRENZIFE Ui, = OFEEHIL, PO
matmW_HESEEFE Y I LER L, Lo T, HPO M FEmEiE
ZELDH A RetE A I LTV D,

—Xh. HaPO IZOWTOBRFALFEHEIL L DHRIEE<BESI., F
WA TFEEICETIRENS N, ¥ TNLEFEEHAEORERE, WT
b, EEREBICBIT D HPO OBEZER (X4') L FHRLTWS,
Boatz &° %, HsPO OSRERISOBfA L LT, HoPO O 4 THEE L H;PO
O T RANLF—%HHE LT, UHFB21G* VAV THHE LIZEE.
H,PO @ PO #EE&RIZ 1.613 AL 720 |  BEESH OB VR %Z M/, Nguyen
& Ha® (X, HoPO D4 Fifis, EUERENEL. Fermi HMIE, EFHEIC
DWTHE L7, £0#E% HPO @ PO BEEEIX, UHF/6-31G** D L~L
T 1.589 AL 2 o 7= DiZRt L, UMP2/6-31G** Tl 1495 AL 720, 3E
LAMCEVBEE 01 ABRLRIBRES X, E7-8 513 UHF/6-
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3. H:PO D= A 7o A~ kb 4y T4

3G LNV TOGFHER FVVT UHF LSV O RERBIFE 21TV,
PO {H#EREI B % 60lcm™ & FRIL, EROFKE (1147cm™) * BBV TH
HATREME A RME L7, de Waal &7 IX, ROHF/6-31G* L ~LT® HPO D
TFEIE L U R OBMMEEERES (Fermi HARIRE L URES IR
FHEEREH) *#35ELE, ZORBR, ZOFPHNVEFRHEFS S
DEFARBEDOH D —ODIFEHWE LL o HTFEEZ LB, TOEL LN
ERXMNBFREDINICE ST, Zo0REHE, bbb RABEFH
MRILBELLLPOBEEIPIES R HEFEPLE (C() &, AxXIEFH
FHERBTEL L PO FEEEME D D zwitterionic DV > FLEL (Cy2), C(DITEL
P LF 800cm™ REE) 1D L &R LKL, Cramer & Lim® i3, V>
JRF & AKFERTF O Fermi #AIEZ UMP2/6-311G** L <)L CHE L,
UHF/6-31G** UL D 53 FIBED HE TIX 2068G B LW 373G, £
UMP2/6-31G** L'~V D4y FREIEDHE Tl 456.1G & 28.9G DOFER
oo EELIISETOHRBHBOBREZBIEL . de Waal b OF R R
T IZB VT HoPO O4 T MO K E A%~ T Ok, ROHF L1
TO—BFEEBLVC_BFLHAD o FFELEXICH;-T-Z &I
LOABIERTHD, LOFERICELE,

HNO (X'B) i3, H,PO OEMEFHFTHAHN, ZNETELOE
BORLEE SN TS, 'Y Mikami 5 (3, HNO O~ A 7 2 R
X7 bAERIEL, ZOSFREFEEREBICEV CEARMICITIEmE
i (Co) L DD, HERBLRDTNCADOHE (A, =-00051uh?) % &
HIEMS, ZOHGFRRT ¥ NE LT, FETOZ XA —NY
o FIREN O x X — X Y H{EV double-minimum N7 >y LT D A
REMEAFEM L. —F Ricca H'° 3. HbNO OB FLEHEZ{T- T
Mikami 5 OFER” ZXFETH L L bIZ, Walsh 0% F8IE L 4y THEIC
B4 28R 2 NO WCEAL, —0fFoEIc>WTHRELE, T
b5, HoNO O#ELIFaEtEY, REL &R 5 Aot E 0l O (a-b))
AP L . FE{b2IRET 2 Z0MoS FHE L O/F7 20 LT D
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3. HiPO D= A 7 aili R0 b &5y F s

MoTWa, ZOBBEY HhbPO Y TIXOHHBE. 2O FRERIIR S
ZENWMATE S, T42bE, HHNO TIEAMEFILUE L T S TOoFiEL
iE & DT F VX —3EIT 2bi-1by, 2b)-2b; TENFH6.18eV, 2.52eV T DA,
'"*HPO Tt 10a’-9a’, 10a-3a” D = F N F—3i1 4.9¢V, 1.15¢V THHD T,
S AR BETHE (10a”) ORER HPO DB THERL S TFOBBRRIC
2B,

ZDOETIXI HPO & HPPO O~ A 7 afi a7 bLORELLUED
PofRRONTETTFEEEZEIL, S TFBEPCAE VEEFICOVTHlRmT
Do

-23-



2.

2.

3. HlPO D<A Z o a7 hL L fFikE

HER

1 H,P0 OEEARZ FAOBRH E RE

AFRTHEA LA 7 uEnkBconTRE_ETE~L" A
BRI 2m OBHZEMBEALZER L, 49, REL) A ZEGLT D
NOEREART ORI Z BN E LT, £ 25mTorr @ PH; & CO
EENMIEAL, SOmA OERCEHIK S v —HEEITWRE L, 260~
265GHz O BEEHEEEZR/ =, €D L&, E3-1 DX 57 11 KO
MERH L, ZoRIREL., S EBES I L T Zeeman BIR 27T H
Bt F DO AT MBROBREY =L, RO T PANVOEEEA~Z b
MZITRBTE b ofe, ZOWIBREEL, PH; & CO OV IT PH;
& N;O.PH; & PCO LV o HBAFATHLERLE, LA L, PH; & C®0
(RO BREFNACHBEATE hokicdh, ZOZ PANIRERTF
EEERVWEEZBNE, EHIT, N;O R CO b YIZ CO Z Vi
e, WIVREEOMEITNNEEL o, RIRBAZBHRT IO
ol le e LV OBRE, BLXUKEERKIZ, £AEH -100C, 20mA Th-o
oo BEARNIIRELZ T AP EEEIIM< R 505, BES -100C
HEXVIEL DL, TOREEBEP L, FEEELHRELZHERFTIHO
BEELL 2D, Zhix, PH; oA (-133C) fHEICRS1=HELAD
PH; D4 EMET L, BMEE#HRFECE R RHTEDERDOND, ¥7-HKE
ERICOWTH, BB TEL L EF L RIBROEENETL., E
XL RDH, 20mA 2 TED EELEEICHE Lo, T ORIBHREE
DOEEFRMG T, PHY PH, " HPOY Al b 4T 5, LL, Zhbod
DFIEIRELFOFETTHREFELREU EARENL, ZhbOHF
ORBHRMF L ZORIBRBELEX D0 FORMEHFLIIHLNIZRAR-
TWaZ Enb, SEHLNZRNMIT, PH' PH® ORBIE)EIRE
DOEFEARZ PATIERRY, £72 2m O BBHZEMEANICHFTRROFRY >
FEL, Ho & O, DIREVAZHMA L THE LN, BIRELZBR T
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3. HePOD=A ol A~J vk oy FHEE

Rhote,

WEE R BHEFE % 250~270GHz (25, B U2 b6 A~2y
MBROBER ZHET o & 25, 253.5GHz I 8 & (€ 3-2(a)) . 257.3
~258.2GHz O S EHEIICEH L £ 60 & (X 3-2(b) OEBMEOIREEL T
TR R Lie, Zh b 0RILREET, B UDICRH LA 262GHz
FHEORILHREE (B 3-2(c)) & RkDZES %7 Ui, RIEGGE% X 52 140
~380GHz |2 THIR LRHRICEF BT o/ & 2 A, B L % 368GHz %
¢Z 253-262GHz OWRILHEF L F LiREZ R4 A2 MURE R LK (K
3-3) o BRI FARONRY =2 ZORIEREY Mo Y
AID aBEBLIR/E L, (B+O)% B L% 368GHz & RffL -7, X5z,
BONRIRET, OBBEICHE MHz DA% Xz (F3-1 Til(a),
BYD T N—T L (), ()P I N—TFIT) BE L., @WIZ 10MHz B O R
W (E3-1 TO@ED). DL D) FRL, @S b MHz 2B
DFEFET 2~4 FiZ (F3-1 TD(a), (b), (), (FNFNROLHIZ) HBL
TWe, T0 5500 E MHz DR EWHEIL, —EES PH L0
SREZX, SEOBIERICIIAFE, BE. VongEA TSI L
b, @0 10MHz BEOH#HZ ) U (h=12) 2 L 58HEH%. @
D MHz D533 % —>OKFERE (h=1/2) 1= X BT L Riat o
LWBTE, ZOXIRPEFAZTT T CHALOEHR & LT HPO (Cy
RZIXC) »HDHWEHPOH BEX bk, ThbDRRRF—iT,
EEMNICIEIZBLERTELOD, K, OBRFIEEFELRVED, 205
AW ZDODFEMRAKFE LRI 5 Z[ExFrilz b 720, 2% ) H,PO

(C) Tixiev (B5—%3. 38M) . £/ HPOH THEibiE, 0
FRHEFITY VEFECRERTH0OT, —o0KEZOBHMASE T
. U YVRFITEWE (k1) B35 5—F () £ LBz ->ThkEW

(H 3-4(a)) ¢ FRENBOT, ZOF PHNE HPOH Tiriev, Lo
T, OOHEFRIIZ-oOSEMA2KFET L 2 BHMHZ (0 3-4(p) &
HR SN, —HEORIREE ) 2 ETeH LVWER S U HyPO (X4')
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3. HiPO D= A 7 0nifiA=7 b L4 THEE

DEHERZ MVZIRER LT, ZORBOIESHEEIT. ab initio HE OB E
R ERCENENONFOREERLHEL, BrOZERHEE L
fRPbbREND (31 2H) ,

H,PO BT E X FO5E. BB LT a BB OMIC c NEBBOBNR
BEFEIND, BERFRTO®K c ERICOWTTFHAL, RIER{To 72208,
YT ORMRE RHT Z N TERD o, ZDZ LiL, P-HRES O
FE—A b (036D%) MBAhEL, BE3-5ITRTLICPOREHIZEa
B AT THY . ZONFO cFROITEBFE— AL MIhEWNWLEZ
bivd, ARF TIL 140~380GHz D E BRI BT a B R KBRE
DHE LE 1000 ROBILH (N=4-3~N=10-9, K,=5 £T) #BIE L.

. 2 l[bPPomo@EEEx =2 F v

2. 1 THHL~E HPY OREA<Z FAdE, HPY 0 3 oo
EHEHELRDD LN TES, L L HPO i3 4 DO OE <
TA—FEHOOT, TOTRTERETHZEBTERY, HFHE
ERETH0IZ BP0 OEEGR~Z FAERRIE L,

HP0 OEEREH O T8, PHESEL ab initio #HE" ORERICEE
L. HP'°0 @ 3 SOEEEKD S8 = HPO OEICESE, *
OEEEEHE . PO OREERB LUF0 4 ROBOLAEEK TH S
Ay, Ay B HPPO DA, Ay, #UTOBERE R FHELE, #

Ay «[2(B+O) (1)
Ay < A3B+O)] @

Y D4 ROFLHEERL HP OFEICEE L, A Y EEEHEEE
REZIIEEESR L HAIRERIZHS & LT HP°0 DLy Rt o7

(F—%E3. 12R) . ACVEEREEROELHEEHR. LU
R EERESITO TR S KPP0 OfEICEE L, ZhbosFER
B EZ HPPO OEERA <Y PR TR LR,
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e Ldsl WS VSN T LT NS Y O TR

HP'0 12, HP'°0 D4 & RIKIC, PH; & C'®0, (ICON #:8Y, 99%)
DREHAOER S o—KREBIZ L VAR L, FRLEEESESEEK
wRIZ, o B R BEEHGES (N=10-9) (23415 B EEEE O 340GHz
fHEZBIELEEZ A, HP%0O OEEER~SZ FICEEBT 5. HPR0O
Db DL BN 5 RUIGREEZ BRI L. Z OWRIVHEEINET 5 HP"%
DEFR AT MVIZH~HERER L TV, ZHid, EArmicbhk
AP DETD, HHVIKEBIZL Y EAORNERL X HERTE
IKOBEFR & OFRLIEBRRIEO 0, L Bbhb, REMHICIT, 140~
380GHz D JEEEFIRIZHB VT a B D R BB O L5 L7 250 ROWRIHE
(N=7-6~N=10-9, K,=2 £ T) #HREL%,
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3. H:PO D<A 2 ali A=F b & FilE

3. fiRtr

3. 1 AEBEROHESHRN

HPO 7 P ANMIBWTER TR AEPRIT, BEEN, E8FAES,
U OBEARAE S I, B I oO M2 ) AFEOEA B2 Ix(1), (2) TH
B, BB AFBECOWTIHEDOERAY

Iy = In(1) + In(2) 3)
THEER2RZERTHZ LN TE 5, AEHROBESENILS T OESR
iR TAHEERAOKRE SITH->T, LLTORICT 5,

J=N+S, F=J+Ip, F=F+1Iy (4)
g=0,17%0T, #FRE LT {EOEEGEND 168 (=2x2x(1+3)) I
FRT D,

3. 2 NINDP=T L, BT ac FERBIRIZOWT
AR T, —EHEERHIHONAINL =T P LTCERL
e
H=Hu+ Hs + HMJ{P) + Hf;ﬁ(H} (5}
L., Hey HNELHERZEUEEGEONAINV =T THS,

H,=H®+HY + HY, ©)
HY? = AN? + BN? + CN?
= 1B+ CN* +[4+3(B+ QN2 +H(B- O)(N; -N?), )

HY =-A,N*' - A, N°N2 - A N!

25, N3 (N2 - N?) - 5 [N2(N2 - N2) + (N2 - N2 N2, (8)
H® =@, N°+ ®, N'N? + ®, N°N! + ®,N°

+2¢,N(N = N?) 4 6, N2[N2(N2 - N2) + (N} - N2N2]

+ 6 [N(NG - N2) +(N; - N2)NS], ©)
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3. HePO D= A 7 B A7 Fb b oy 7l

£/, H, I ZAEC-EEHEERONAIN =T, HuP), Hy(H) itV
B L UKEOBUBHMEERADNAIN =T ThHd, HED C,
WD Z CANIXHHFES ab MOFET VANLTHY, AL DT )b,
BILOEEOT Y NME c @AY O2=% ) —FRCERICERIND
DT, A - ElEEH EERECRE BT EEREL ab O AEFR
525, LML, HPO Tix 3-5 ORI ac @ERRFHE TH LD, R
& - ElsHE B E AP VE FHEERAEIL ac OIERAEEZ G, X
>T, AV -EEHEEERAB LYY rOETEFHEFERAONIV B
=7 ¥ H/P)iX, €€,

H,=1Y6,(N,S,+5,N,)
af

=Y 6.N,S, +16,(N.S, +S.N,)+ 16, (NS, +5,N,) (10)

1, (11)

[Tm 0 T,
H,P)=S8:| 0 T, 0
& B
LB, L, 10Dk A, 6, i1, BZITREDRVETHY .
WE (e, +5,) PR TEREND, ¥

INOGOIERMAHEICELD, AL -ElEEAEERATIIAI=AF =AF =0,
AN =041, AK=0£1 DFEH T, V r OBINEFMAEIER T
AF, =AF =0, AJ=0+1, AN =0,£1,#2, AK = 0,41 DFHTHEERT 5.
o oREORBIEY (REBE X, dFa~voEEREOR
S TREAINS, EAFHFa~F P20 TH, HHa~vITTD
NOEEBIRN, K, S, T, I, F, Ly (D), 14 (2), 1, F) OBFEREET LV, *Fx=
~F UHNOEEBEE L L T|N,KS,J) L RET DL, ERRa~
Z P HMZDNTDADNAIN R =T OITFIEREIL,
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3. H:PO =4 Z aii 222 b & 43T

(N.K£18,JH,|N.K,S,J)

T(NSJ)2K £1) :
=$4—M~WJ(N¥K)(N1:K+1)-%(EN+£m) (12)
(N-1K+15,J|H,|N,K,S,J)

__(N£2K+1) i
A J{N:FK)(N¢K—1)-2(£“+EM) (13)

&%, L,

-N (J=N+Dd

r(ws;):z{N-s}={N+l (J=N-1

(14)
Thd, (12, (1NN T, KEL-K#BEBZD L,

(N-K+1,8,J|H|N,~K,8,J)= (N, KF1,S,J|H IN,K,S,J)  (15)

H,,

(N-1-K+1,8,J|H N -K.S,J) = «(N-LKFLS,JH,

N,K,S,J)
(16)
THDINDG,
(N, K£1,8,J2H,|N,K,S, %)

= (v k218,08, |V K.5.0)+ (N -KFLS, 1,

N~K.8,J)|0

(17)
(N-1LK+1,8,JH,|N,K,8,.75)
1

S|(V-1k 2180,

N.K.8,J)~(N =1-KF 18, J\H,|N -K.8,7)] #0
(18)
LY, E o O DITFEREPFOL, £EL,

IN,K,S,J.£) = T%HN,K,S,J) 4N ~K.5.7)|. (19)

RIERIZ(12)22 5, T, Z EFDTHERICOVTHRODL Z LB TE,

AN=042 AK=%]1 te+

AN =11 AK=%] toF 20)

AF =0, AJ=0,tl, {
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3. HoPO D= A 7 i A hbbrFihE

DL ETHIERE LD, —HlE LT, N=dy, J54.5, F=5.0¢> N=6;s, J=5.5,
F=5.0 MiOMEERZR 35107, 202 BIMOTRLF—EEL X
% 6GHz TH Y, MAEERAOKE X134 120kHz THDH, ZOKE JiT,
v A 7 uESHETHIRBARETH S, 2D L I 72 T2 X 5 @A
MEEROKE XX, SEIRIE LML THm K 300kHz BE THh - 7,

. 3 ARZ FVBORR

HoP'%0 D A2 b RHLIIZ O OBRETIR, o« HOEGEBB TH
% EIRIE L7As, PhM, BAHEEIL S B AL K1 LSO K ST O iR
BTERMoK, K=l ZIMBTEBEBIIX, K 3-3 OkIZ, FEXFFRa~
® a BoOEEERE TIX, £OMORIGERTED: b ERKEIC L TiCBEh T
FETLINLTHD, £ T, N=4-3 225 N=10-9 D K=1 {22V THH.
BHASRE TS LB ERD, B/h _REICLDMTETV, B
NI AR D FERE L EERXFRMNVIZKA023. . OIETKHELTFEL
oo AWER/N_REOT0 ST A, 3. 2TRRENIN =TV
FECFERSFAOT L5630 28E L bOTHD, (RD A, B, C,
Ay, Ay 1537, HP0 RV -EEMEERER s, UL T
CH,Cl Dfi, -3522MHz * |ZEE LT HP'°0 OfiiE % FHE L, B
M5B A 8 L CE - By B/ RIERIT ATV, EROSTF
ERERRT DL L bICe, & 6, #RTRE L, U &AKEOBHHMA
HEAEBIZOWTIX, ab initio DES #FHE L L CHERMEERO L X
ERRICRBEIT o7, HP'0 OEBGRIZ OV TR, HP'%0 ORFHT#E
REIVB\BETFROSFEH (2. 288) 2L LIRBEE2{To7,

HoPO DEER A7 FVIIEH, 3 L UEHEREE &5 5 3O B
BOIMREL VS WFEEVEoTe, IVEL{OHFEBRERMELI R
ET DI, 20X RREERT+SRAXS FMVBOERBARRIXT
holetd, 235V o=RBINBRIZOWVWTIL, DETERWVWERSOFER
SMER D L ICLEORMBRLHE L, ' BRI, PO oS %
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3. H:PO DA A~y bkl sy i

IR AFBBL. ZD>LD 792 F%, HPYBO IZoW Tk, 252 KOS
B L 234 AT TNE/N ZRETICAVWE, ZoR, BEEiE
WD 60kHz (30) BETHDHZ L#EEL., HED 60~100kHz D%
W OWTIIEARE 0.1, TNL Y KEVWEREOBGRIELZ Pl L
-

AT OBRE LA ESA, % HPO Off (29.1MHz) 2 ICEE L7, Z0ff
i, Ko DEDD c MBBORUEER 2T NERETERVRILTHD,
A -EHEEAEERAOBRLAHED 5 B Ay, A T2 TIE, ARIT O
BEICBOWTHENNENWZ EAHEAL, 0.0ICEELE. VRETFEE
LT PHNTH, FOEERERCXLTY oA Y -EiEEHEEERO
FEPERTERVWEEZLONL, BN LR, TOFSFIHEL, 001
BELE. £/, =0 O L =l OS2 RBRICEIT TE 2 L b,
LOSFCHRKEENIC L 3HBUC LTSSV EREELE, 2 =
OFERIT, de Waal &7 OFETH L H 2, HPO T P H ORGSO
TR ABEEITRENI E EFE LR,

B/ ZRIEIC L AT O R, HP'0, HoP'*0 OEHERZE (rms) 137
NEN29,28kHz & 2o, T, AEBOAEREREOKREZ S TH
5, PEEFEE R I3, RELESFEHEE2E 34 ICENFhuRT,
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3. HPOD=A 2 A2 bV &S THEE

. A

1 H,PO DA R4

AT TiE, HPO OFRMICB T 2FEEL~A 2 AR L YT
HTIUFEL T,

AEFFETiL, 2m O B AZERAEE AN T PH; (4/E 25mTorr) & COx(%7
JE 25mTorr)DiRE M A % 20mA THETHZ LITL Y. HhPO 3R EL
AR LT, —F, F—RRFE2ERTSH L THEREESE LT Im ©
B RZEMAE L2 BV, B8F (9/EF TmTor) O~ A 7 1 & (2450MHz,
40W) ZRif % PH; (43 TmTorr) & RiGE®EHEITIE. CO, ZAW
#2< TH HoPO WXAERT A, 2m EAOBESITH~ 1710 BEORE L
‘oot £k, EROWVTHORMET T RAICPH," PH,™ HPO,
2 poP? OWRIBREBH L, ThOOSTFIE, FRAT 4V EBREORE
HAZWRBETHILTHLERICBOLND, /. KA T 1 (47 FE 25mTorr)
& COy(ZE 25mTom) % ET HB, HPO OBE LV bl O ERERR
IEVy (HPO: 50mA, PO: 100mA 2L E) .

FE7o, COy ZER LB CO RN #AWVWBEIT~, 4 5FRE
RMNRIRZ 85 Z LN TEE, ZhiE, CO BB LABICAERTHE
MEERFOBNEEYICRB D, EEXHND, CO, CO, N0, 0, DER
FOMBET X LF— T T NER 531, 1075, 167, 490.4 ki/mol ® ThHh 56,
HEEHRSOEE —EIC LHE, EEBEOEMET CO<C0;<0;<
NoO DNEIZZL 20, CO, THNICARDHLEFREIND, BIERYO PO
DEREIX, CO DHEE CO,DBE EH_¥FRETH S, N0, 0, D
BEE 1S FLL EICSEmT 5.

U EofERIZ., © HiPO DARRICIIEMHEBRERFELELTHHOO,
@ H,PO BEFEFEFICH L TEMETHLLD, TORBETED L HPO
2 & LIZKEE LT PH, PHy, HPO, PO 72 ¥ AT 5 Z L 2~ ¥ . THIE,
HEOTIEOHR!
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3. PO D<A 70l AT b b GTHE

O +H,PO - HPO +OH (b)
O +HPO — PO +OH (c)
EFBELRV,

. 2 ngo p] r.ﬂ'ﬁi"&:

FFADO—2DFF % FNLEER LB S, EBHEFIELT 50 TS
IZIXGFO ro ERIERT 22, TOEITBEEFIZIEN, #oT
R A EHR Ly FORGERL S FHEOREFERTES, —2o0
MRFEMAEEOEEER (316 2) 26, HPO D420 r it/ T 4
—F BN _RIEICEIVRE L, REEZRISITRT, ORI &
WHRRONSNE—UPHLHEE LI L HIC, HPO BERS CHATHD
L REHEMITRLTWS, £ 3-5121L, ab initio EHEIZ L 5 HPO O4%
THEE & H,PO OB FOS THESEHREL, KL, ZoRBRTT
L H1Z, SE‘B LT ro &1L, Nguyen & Ha @ UMP2/6-31G** L~ LT
DFERS . de Waal 50 ROHF/6-31G* L~ULTO Cy(2)BI4#¥S, 7 Cramer
& Lim @ UMP2/6-31G** L XL TORR® L L —FK L1k, ZoRiI,
B EFEHEICL Y HPO O FIEL2 AT 525461, BT HEEYEE
THRLENRDHDZ L, BELUHF % BU - de Waal H0#5R AREG
ThHhHILETET S, £/ HPO D PO BERIX. POTTHLDERN
X0 bR P HPOH OHEH Lo bEV, = OBEL HNO OBAS &
FtkTHD, /HBOHN POFHERITLEEL . _ER-AHAHOTNS
ZEETFT. ZORBRIX, AR bAOERORB? BELWZ L%
BALTW5S,

. 3 H,PO OEFRhEIKRE

EERED H,PO Tii, AHEFBA-TWASFIIEIZ, ¥FI v R
W (XM 3-5 TH, H, O 2SmICEE 28 |CITIFETARMEICEET
HDDT, aRMHTHD, LIcBoTHPODEFEERETIATHAS, =
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3. H:PO D=+ Z o A=Y b b4y Tl

DZEE, FPANOgAFILLRENDS, g, FHHREFO gRF LT
HETTANDgHF LAY -BIHEERER e 3LV TORRICH
6:. 35

Box =85~ &aa!/ 2B, 21

HoPO D gaa, 8bbs 8ee PDIEIZEIE N 2.0065, 2.0081,2.0019 TH D |, g
> EHLEHETO gRTFOM (2.0023) 1IZEL, ZOZ ERLRAHETH
cliFmICRELT AT END,. T, EHRAO g BFOFHEL
2.0055 £ 729 . HPO OFHAEDOERM (2.003~2.005) & B —BT 5,
¥ 72 PO O A VL -EEMAEERE#R ¢, 1T B 5 BFK,

lese] > lis] > lec] > He + 2] 22)

PO LEACTHD, = THNATLs, + 6| BHEFEITNEL 2D DI,
EZ Iy Fil (F331IC8WTH, H, O RFZELHEICEERE) 21
iE cHMICETTHEINLTHS,

—F. &, BEERELBFHRREOMO —REBHOKXTERSNS
R (H—E3. 1, R10) . EE—EOBFRERKENSEEKELEE
ERT 2 LEELESE. 6, OHEERT AEFHEREOTFAX

—ZRAMLIILNTED, ZOHFORE - HEBRAEERER 450 1%
Uy, BERTFOM (4so(Py=275.2, Aso(0)=151cm™ ) &%k 5 AL
BE (p(P), p(0)) ZAWV, BUFOXLY 200cm™ & Bifd -7,

0| = |45 (P) - p(P)| +]455(0) - p(0)]  (23)
BB A EB RO o, b RSB TNTH A7, AMPEICRT 20T, RIZ
KAz % 1 LB, 4, 6, B DI TS 47, 4 LI 94000,

69000cm™ & 725, EEHCI|(oL ) O 1 XY bhsvOT, HiER

BLHEEERTS 4”7, ABIIXZACOELY bIEWE ZAHIZHFETS
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3. HBPO O=A 7 A7 b b5

LTFREND, ZOHFOBEFBBIIEMFIA AL, abinitio FHEIZ L5
RAELY (479200, 4:39000cm™) ¢ L. H,PO OFHAETHLH Y 7 = =
WNTH AT 4V NTPHN (PhhPO) OE (30000ecm™) ¥ BfBAEhT
WHEDHTHY), SHOBFANY PNVRIE~OERICRZDTHAD,

. 4 H,PO Oz A ¥ o3

RIS[SIEFT LI, AFRICBONTY ORI IBTFHEEERERD
AR T ZRETHZ LN TEL, TORELHVT, BEKIETFHH
BERT Y NVOEHMEBPRETE S, HHEORKER, EME Ty, Ty (= Tis), T2z
I ENEN-170.5, -162.4(15), 332.9MHz TH Y . FHAEF2 Y VEFO py
Ul IZ/EL LEme o &M

2Ty =21, = -T, (24)

AWM LTW5a, ZORKIX, BRFOp,MEOD X, Y, Z b5 T A ER
53 DB (1 - 3cos? B) MENEN-2/5, -2/5, 45 Th 5 Z L hb¥dN B,
®—H. b WA O a@WHD c ~OEEEAIT L2044 THY, BT Iy
FEADS c Eill L UV 1404 7ZHEHNWTWAZ &b, ZBZE T I v Fl L 1Z
FEAT (64°LIR) IZ2d Xk oicéptinTEDd (H3-58M) ,

RFZIZ DV THE, BB FHEERAEROIESAE T, PER T
DIEREIIEL, 2T, »-T,;, T.=0Th-o%k, ZOBKIT, FE7¥
HND prEGEIZ AT D o - KBBEORGIZHIETH b DT Y FAEF
EAET Iy FBICEITCHEZ L LFE LR (2B, #ExHEIZSW
Tik4. 6 THEEWRTD) .

. 5 H,PO DA VL%

7 VANVOBHMBEFERESY, BT OBMMEEERERE L
(100%) & LTHEETLIZLIZED, S FRIEBITARE BEL RHE
LOHZLATED (F—FESM) ., Y UET O Fermi #:fRHE & B TUET-
HIXENEN 13306,917.0MHz *® THHE1H, VU REFEOsHELB LU
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3. HoPO D= A 2 o A~2 kL b4y

HEORAEEERX, TNENT1T, 454%E %5, ZZT, YV REFEDs
AL EBER, BEOR I PAINDHE (~1%) (THEXTHLS Hz
i HyPO OEHEF 4y F Tih D HoNO DEFRFOBEI 1.5%" ThH5),
0 T Y HNTHHNOLY PO, NHy(4%4,), 2 PHy(A4°4)P 72 Y IZIE#T 5.
0 ZVANTE, PLREFLETsp BEREFBKTLSD, TOsERE
BEET 10%RE L n TV INLDEBITH~AEL 25, “HPO T, U
FTOp BN E T I v FEFFICEN TS, s-p BEEGE* K
L. VVRFDOsERAE ABEIIKRELS 2D,

¥ 7o KB D Fermi HEMIIIIETH DA, Zhid s-p IBARIC L 0 KFEE
D s BUHIC bR BIEAET 5 1= C o B, AIF-0O Formi EMTEZ
1420MHz ¥ 35 ¢, sHEAEVEBEIT1.7%E 2D, KE (Z2) &V
YTHOET68.5%L 72D 0, Y 315%BERICOVWTO ALY EE
Lipd, ZORBRIZ, FHRHEFN HPO @ 0 BF EIZEHERLLTW RN
ZEETRL, 4. 2TRLERKRZ, PORBEN_EHESHEORBWIELF
JE L2V,

. 6 H,PO OBHGAEE/EHEH

SBlE LT HoPO OBHAMEEHESIX. ab initio HHHOER (&
3-6) X HoPO OFHMEIZOWTORIEME X< —8T 5, AHETHDS
iz U > @ Fermi #4018 IT 1023.43MHz Tdh 523, ZOfEIL, ESRIZLY
%517 H,PO OB KO SR 7248 1010-1090MHzZ’ & L < —E L . X,PO
RS PANIBTD) A ODRE A BEFPEMTICEKFET >P-0 BT
BHTHDHZ & ERLTVSD, Nguyen & Ha iX UMP2/6-31G* D%y T ik
T CIS/DZP LAV OFEIZ LY . VU, KFED Fermi A FHLFH 859.1,
75.9MHz & #4 LT3, ¢ Cramer & Lim i3, UMP2/6-311G** L)L T
% Fermi % 1278, 81.0MHz & RA® - T\ 5, *de Waal Hi%, U VRF
@ Fermi T8 & X DB FHHEEAER (244p) % ROHF/6-31G* L)L D
CAOMEEDH/BITOUVT 942,333MHz 15TV 5, 7 Zh b ORERIE, &
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3. HePO D<A Z 0 A7 bk 4y T

BHIE TR S ILTE adP), TzAP), a-(H)O ZHfIHE 1023.43, 332.9, 109.27MHz Z
I —&T5., ZhbofEix, B L-LOBRFEEHEIL IV Fi#
w52, R LVEBHHHEEERER L EA DL Z L &2FT,

KFEEOBIIEBEFHAEERIX. FICHET IR TFE ELOTRHETFICE
HL, FOKE ZRIREFELOR YV BEICKFET D, £ 3-7 ICEERE
D XH,, HoXO (X=N, P) OikFERED T,, £720% Thp, Txx £ 724X Ty, v(XH), X
BFEOAC VBEOEZRT, LEL, £5FOEMEIT. NL*OHE
RO TESTFOLHYH b TuH)ZRMSL 5 Z & THEL, NH,SY
H,NO ¥ Tit, EXERF LOACVEBENMBES BREDICH b ET,
KFEEZOIEFHEMERERILIZIE r((NH)O ZRIZHHFA L TS, Z0
BERIZ, SMETFSFH. FIXENH, %Y L PH, "B oMick T HigiE
Y5, LML, TnEFETHRBRLEEES., FMEFHFRILTO
HEIE RS, BETIRFELORA Y V- BEIIZERATSZ L
Bbird,
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3. H:PO D<A 7 aift A7 b & 1k

5. £¢&£8

H,PO 5 P ANDOERMAPIZBT HFEEZ~A 7 aflaXiEIC LT
e Lz, HPO FPHNEPH; & CO,DEFRZ o —EBIZLY %
DOTHRINZERTDHZLE2RLE,

B oz HoPO OEHEASZ hVE#RIT L, BEEER, MHEHEEERE
¥, BEEBEEERAERZHVHRETCRE L, B2 L OBM
MSHORL, BoONTEHEEHOHEIHEIND o FHE () #E)
b, [AIZEIT D HePO O FEENEHTHLZ LEZALMTLE,
FZOZVANE_EEESHEOBVPOFEE L H, HPO OBEHHIA
AEREEPLEEHENIFAHNEFOAL LV BEESCARNEFHRA-T
WAHpELEDOFMR EOERE L LK,

AP CHELN- o TFRECHETI MR, kOB’ EFEHATRHRLE
bR TEEBELR, T4hbb, HELLVoOREICLY BREIEFEHREG
BRELNDRITOVT HRKRNLMEEL S 2, £, 8 b8
AEERERIISHORBERTLFHREORWEE E 2D THS I,
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N=714-6;5

J=7.5-6.5 J=6.5-5.5
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Figure 3-1 An example of the spectral lines for HZPMO,



() N=7,7-6,¢

I
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257.30 257.35 257.40 257.45

(c) N=716-615

L Il ]

I I I I I
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Figure 3-2 Stick diagrams of observed spectral lines
in the 253 to 262 GHz regions for H,P'°0.
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Figure 3-3 Spectral patterns of N=6-5, 7 - 6, and 8 - 7 transitions of H,PO.



I(1) Iy=1 I,=0

[4(2) Iy(2) 7

(a) HPOH (b) H,PO (C,)

Fig. 3-4 Hyperfine splitting scheme of two hydrogen nuclei.
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Figure 3-5 Molecular structure of H,PO,
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Figure 3-6 Off-diagonal spin-dipolar interaction of phosphorus atom.



Table 3-1 Comparison of Rotational Constants for H,PO isomers.”

Observed H,P=0" H.P-O° trans-HPOH*
A 156.1 163.7 136.0 193.8
B 19.0 19.4 16.6 16.2
4 17.8 18.2 16.2 14.9
B+C 36.8 37.6 32.8 31.1
A° -1.44 -1.37 -2.96 0
*All values except A are in GHz.

*Calculated from the geometry of C,(2) isomer in ref.7.

“Calculated from the geometry of C,(1) isomer in ref.7.

“Calculated from ref22.

“Inu-A® A means the inertial defect, derived from the following expression;

A=I-1,-1,.



Table 3-2 Observed rotational transitions of H.P'°O (in MHz)"

N Ngx J” R” F° Obs.Freq. 0C' N N'pw J' F* F? Obs.Freq. O.-Ch
N=4—3 N=5--4
4 3 35 40 147199.529 032 S5 4 45 50 183951.850  .025°
35 40 S0 45 50 6.0
4 353 35 40 40 147203.725 025 S50 dm 45 50 5.0 183954.910 023
4o 303 35 40 30 147202978 021 S5  dn 45 50 40 183954317  .014
40 3 35 30 147229797 086" Sos  d 45 40 183978.016  .057°
45 40 40
4o¢ 3 35 30 4.0 147234618 029 Ses 4w 45 40 50 183982.122  .015
4oy 3 35 30 3.0 147230108 .001 Ses 4 45 40 3.0 183974.391 .03s
4 3 35 3.0 20 147225742  -.020 505 4 35 40 184017.472  -.020
4y 33 25 30 147264336  -.034 Ses  ds 3.5 40 5.0 184010.192  .007
400 3y 2.5 3.0 40 147255425  -.021 Ses  des 35 40 40 184020.166  -.007
4 3m 25 30 30 147269085  -033 Ses 4w 35 40 3.0 184024.451  -013
4u  3m 25 20 147295.057  .003° S5es 4m 3.5 3.0 184044.840  -055°
25 20 1.0 35 3.0 20
4o 3w 25 20 30 147286.351  -.005 S5 4w 3.5 3.0 40 184039305  .014
400 3w 25 20 20 147289368  -017 Ses  4e 35 30 30 184041.075  .007
44 3 335 40 144944776 -015° 55 44 45 50 181149.420 - 178%
3.5 40 5.0 45 50 6.0
3.5 40 40 45 50 50
45 50 40
4 33 35 30 144938981  -052° 45 40
35 3.0 40 45 40 50
45 40 40
444 3 35 30 3.0 144941.127  -049° 4.5 40 30
35 3.0 20
S5is 4 35 40 181135246 021
4y 3y 2.5 30 144902.645  .030° 5, e 35 30 181136.395  -.005°
2.5 30 40 35 40 40
35 3.0 2.0
4 3 25 30 30 144904.274  .003° S;s 4 35 40 50 181134.521 014
25 30 20
4y Iy 25 20 144899.086  .056° Sis 4 35 40 3.0 181137.039 039
25 20 1.0
4 33 25 20 3.0 144894317  -003 55 4q 35 30 40 181133340 -010
44 33 25 20 20 144895.067  -.020 S5 44 35 30 3.0 181133.857  -025
43 31z 35 40 149628.122 043" 50 43 45 50 187019.113  .013°
3.5 40 50 45 50 6.0
4y 3a 35 40 4.0 149630488 077 S 4 45 50 50 187020872  .020°
35 40 3.0 45 50 40
43 32 35 30 149649.107  -.021 S 4 45 40 187039.985  .026
435 32 35 3.0 4.0 149652.479  -.031 S5 43 45 40 50 187043.251  .014
4y 32 35 3.0 30 149651,163  -.030 5. 43 45 40 40 187041.369 027
43 35z 35 3.0 20 149648.163  -.001 Sy 43 45 40 30 187038.490  .029
443 33 25 3.0 149682.761  -.020 S5 4 35 40 187105.437  -.005
43 3 25 30 40 149676.955 005 Sie 4s 35 40 5.0 187100.352  -.005
43 3 25 30 30 149685.512  -.125° 5. 4 3.5 40 4.0 187106986  -.020
43 3y 25 30 20 149688.767  -045 S 43 35 40 30 187110286 -.021
435 3 25 20 149712.147  .022° S5 &3 3.5 30 187130.624  -035°
25 20 1.0 3.5 3.0 20
43 33 25 2.0 30 149704.442 024 S5 4 3.5 3.0 4.0 187125.743  -.040
43 35 25 20 20 149706.583 022 5 43 35 30 3.0 187127.123 147




(Continued)

Ngage N gaeger S Ry F” Obs.Freg. 0-C'  NpeN e JW K" F” Obs.Freq. 0.-C*
N=6—5 6:s S5 55 60 220928.803  -038°
6o Ses 5.5 6.0 220664.091 009" 55 5.0
55 60 7.0 55 60 7.0
60 S5 5.5 6.0 60 220666.228  .050° B2s Su 55 6.0 6.0 220929.679  -.035°
55 6.0 5.0 55 60 5.0
55 50 6.0
6os Ses 55 50 220686324  .015° 55 50 5.0
55 50 5.0 55 5.0 4.0
6o Sos 5.5 5.0 60  220689.896  -004 Gy Su 45 50 220883.237 022
6os Ses 5.5 5.0 4.0 220683231  .001 45 50 50
6o Ses 45 5.0 220729.507  -.050 65 Sy 45 50 6.0 220881.895 019
6os Ses 4.5 50 60 220723521  -016 65 Su 45 50 40 220884.400  .019
6os Sos 45 5.0 50 220731.111 015 63 Su 45 40 220890.367  -.029°
6os  Sos 45 50 40 220734.967  -040 45 40 3.0
Gos Sus 4.5 4.0 220753.888  -019° [TTR 45 40 50 220888.367 .055°
4.5 4.0 30 45 40 40
6o  Ses 4.5 40 50 220750.075  -.008
6o Sos 45 40 40 220751.178 014 64 S5u 55 60 221188732  -203°°
55 60 70
6s S5 55 60 217347344  -033° 6u Sm 55 60 60 221189795  -102°°
55 60 7.0 55 60 5.0
4.5 5.0
64 S5u 55 50 221191.517  -.143°
6 S5 55 S50 217350.242  -.04T°
55 50 40 6y  Su 55 50 60 221192244 067
55 50 4.0
Gig S5 55 50 60 217351095 -.007°
55 50 50 6 S5 55 50 5.0 221192968  -.011
45 40
45 4.0 3.0 6 Su 45 50 221157.629  .027T°
45 50 50
66 Sis 55 60 6.0 217348.196  .096%
55 60 5.0 6 Sy 45 50 6.0 221156.187  .145°
45 50 50 64 Su 45 50 40 221158873 -067°
6is S5is 45 50 6.0 217345693  .021 6 Sn 45 40 221163.938  -.081%
45 40 3.0
61s 5qs 45 50 40 217349.075 -016°
45 40 50 6w Sn 45 4.0 50 221161.835  -055°
4.5 40 40 45 40 4.0
s S 55 6.0 224402311 .044° 6w Su 55 60 221047.588  .141%°
55 60 70 55 60 70
6is S5 55 60 60 224403672  .035° (TR 55 50 221041.884 040°
55 60 50 55 5.0 6.0
G6is 54 55 50 224421.570  -.003 613 532 55 5.0 221043.237  -057°
6ix S 55 50 60 224424512 -028 55 50 640
Gis S 55 50 50 224422646 011 6u S5 55 50 5.0
65 S 55 S50 40 224420052  .007 55 5.0 4.0
Gis S 45 S50 224505.777  -033
6is S 45 50 60 224501397  -.048 6w S 55 50 50 221044.531  -.168%
65 S 45 50 50 224506.662  .010 55 5.0 4.0
G6is S 45 50 40 224509749  -002
6s S 45 40 224528.102 01T 6y S 45 50 220832.636  .042°
45 40 3.0 45 50 4.0
613 S 45 50 6.0
6ir  Sie 45 40 50 224524739 -010 45 50 50
6is S 45 40 40 224525514 054




(Continued)

N'game N'gage ' Fy" F" Obs.Freq. 0.-C" N N'pwer ' K7 F Obs Freq, o.ct
63 S5z 45 50 220834.247 070 T 6 55 60 253542.080  .019°
45 50 40 55 60 6.0
By 5w 45 50 &0 220830.877  -102°¢ e 6 55 60 5.0 253543.685 008
45 50 5.0
T 6 55 50 253547592 -.004°
614 S5: 45 40 220840.795  .171% 55 50 4.0
45 40 3.0
G613 S5; 45 40 50 Tiw 6 55 50 60 253545987  -012°
45 40 40 55 50 5.0
By Sz 45 40 220842.448 - 186
45 4.0 30 T 65 65 7.0 261772613  -050°
65 70 80
614 533 45 40 5.0 220838.845  .193%
45 40 40 Tis 6is 65 70 70 261773.845 083!
65 70 6.0
64 5¢ 55 60 221094314 019% Tie s 65 6.0 261789.941  -016
55 60 7.0 Tis 615 65 60 7.0 261792.518  -.025
55 60 6.0 Tie 615 65 60 60  261790.835  .004
55 60 50 Tis Gis 65 60 50 261788.514  -.063"
64 5, 45 5.0 220633.601  .019" Tie G 5.5 6.0 261886.926  .029°
64 5 4.5 50 6.0 220631.695 036" 55 6.0 6.0
6 5S¢ 45 50 50 220632858  .021F
64 S¢ 45 50 40 220634742 -012° Tie 615 55 60 7.0  261883.024  .030
64 Sy 4.5 40 220649.903  -.030" Tie G 55 60 5.0 261889.865  -.015
65 S4 45 40 S0 220647393 030
64 5, 45 40 4.0 220648.527  .095Y¥ s G5 55 5.0 261905590  -.029°
64 5 45 40 30 220650948  -.005 55 50 4.0
N=T—6 Tis 65 55 350 60 261903.798  -023°
T 6o 65 7.0 257328343 008° 55 50 5.0
6.5 7.0 80
T b 65 70 257707.506  -.019°
Tn Gos 635 7.0 7.0 257329984  .033° 65 7.0 80
65 70 6.0
T 61 65 70 7.0 257708.300  .042°
o1 6os 6.5 6.0 257347.079 020° 6.5 7.0 6.0
65 6.0 60
Tis 65 65 60 257710423 134
Toz 6 6.5 60 7.0 257350.123  .002 65 60 70
oz Ges 6.5 60 50 257344477  016° 65 60 6.0
Te 6 5.5 60 257392301  -024 65 60 50
To: G 5.5 60 7.0 257387360 008
Tor  Goes 5.5 60 6.0 257393237  .028 T G 55 6.0 257698.999  .020°
Tor 6 5.5 &0 5.0 257396649  .002 55 60 60
Tor 6as 5.5 5.0 257413.794  .002° Tis 6 55 60 70 257697.639  .008
55 50 40 Tas 61 55 60 5.0 257700.152  .035
Tor 6o 5.5 50 6.0 257411.048  -016 Tis  6s 5.5 5.0 257705977  .026°
Tor  Ges 5.5 50 50 257411745  -001 55 50 4.0
T 615 55 50 6.0 257704406  -002°
Tir 6 65 70 253534.459  -009° 55 50 50
65 7.0 8.0
T2 6 65 70 7.0 253535.442 029° Ty 64 65 7.0 258126.532 072
65 70 6.0 6.5 7.0 B0
T 6 65 6.0 253538727  -.119% Tis 64 65 70 7.0 258127302 .138%
65 60 5.0 65 7.0 6.0
7y 6 65 60 7.0 253539932 .111%¢ Tas  6u 65 60 258130.587  -.104%
65 6.0 6.0 65 60 5.0
55 6.0 7.0




(Continued)

Nkare N ggeger I Ry F Obs.Freq, 0LY N N'pege I F” B Obs.Freq. o-c?
T 6 65 60 7.0  258131.514  L001° T« 6 55 60 7.0  257545.090 - 109°
65 60 6.0 55 6.0 6.0
Tis 6.4 55 60 258135.558  -051° Ty 6 55 50 257555958 137
55 6.0 6.0 55 50 40
Tis 6 55 60 7.0 258133952  -.074° T« 6 55 50 60 257554.083 -.009%
7w 6y 55 60 S0 258136976  .034 55 50 5.0
Tas B 55 5.0 258141.895  035°
5.5 50 4.0 s 6s 65 70 257880.265  -.004%F
65 7.0 %0
Ty 6 55 50 60 258140.205  -052° 65 70 7.0
55 50 50 65 7.0 6.0
75 65 65 60 257871364  -021%
T 6 65 7.0 257847.865  -.154%F 65 60 7.0
65 7.0 80 65 60 6.0
65 70 70 65 60 5.0
65 70 60
Tu 6w 65 6.0 Ts 6 55 6.0 257344488 083
65 60 70 55 6.0 6.0
T 61 65 70 257851.438  -228 75 6s 55 60 70 257342992  -048"
65 70 80 7o 65 55 60 50 257345653 -.109%
65 70 7.0 7. 65 55 50 257360281 043"
65 7.0 6.0 7. 6y 55 50 60 257358.184 023"
75 65 55 50 50 257359.199  .012f
Tis 61 65 60 257844.494  .048° 7 65 55 50 4.0 257361.188  -.006°
65 60 70
Tis 6u 65 60 60 257845.364 079 N=8—7
65 60 5.0 B¢ T 75 B0 293936913 -007°
75 R0 9.0
Tis 6y 55 60 257719.643 1264
55 60 5.0 S5 Tor 75 80 80 293938.240  .045°
75 80 7.0
Fis 6 55 60 7.0 257718484  -007°
55 60 6.0 B T 75 70 293952.512  -.031°
75 70 7.0
Ty 6 55 60 70 257722.250 -270°°
55 60 60 B Tw 75 70 80 293955.127 007
B Tw 75 7.0 60 293950334 -037
T B3 55 60 257723.467 049"
55 60 5.0 82 Tor 65 70 293998.537  .006°
T3s B3 5.5 50 60 65 70 7.0
55 50 5.0
8¢ Toy 65 70 80 293994189 028
Tis  6u 55 5.0 257725.086  261% 8 Tor 65 70 60 294001.784  .039
55 50 40
8 Tor 65 60 294017902  .103%°
T 63 55 50 257728.694  -.134°° 65 60 5.0
55 50 40
26 Tow 65 60 7.0 294016.143 117
Tu 63 55 50 6.0 257727.175  -114% 65 6.0 6.0
55 50 50
i 6 65 70 257854355  .029% Bs T 15 80 289707.210  -010°
65 70 %0 75 RO 9.0
65 70 710
65 70 60 B 77 7.5 RO B0 289708268  .025°
75 80 7.0
7. 64 65 60 257847.865  -259%%
65 60 70 Be T 75 70 289712.901 D010°
65 60 60 7.5 70 70
65 60 5.0
8 T 75 70 80 289713.896  .047
T 6 5.5 6.0 257546.631 167 8 Tz 75 70 60 289712.024  -.042
55 60 5.0




(Continued)

Nwse NVgarer J* R F Obs.Freq. 0.C" Ngw N J* K F” Obs. Freq. 0-C*
8s Ty 65 60 289725740  .015° 8 T 65 70 80 295143944 004
65 6.0 50 86 T 65 70 6.0 295146987  .030
8¢ T 65 60 70 289724.451 022" 85 T 65 60 205152.048  .051°
65 60 60 65 60 50
8, T 75 80 299126.504  -038° 86 T 65 60 7.0 205150683  -.034°
7.5 80 9.0 65 60 60
8: Te 75 80 B0 299127486  .043°
75 80 70 s Tis 7.5 80 294661.675  .034°
7.5 8.0 9.0
Br T 75 70 299141812  .029 7.5 80 80
B: Tie 75 70 80 299143911  -081¢ 7.5 80 7.0
87 T 75 70 70 299142419  -111°
By Tis 7.5 70 60 299140.462  -,139° B T 75 70 294660228  -.174%
75 7.0 8.0
B Tis 65 70 299247.400  .024° 75 70 7.0
65 7.0 7.0 75 70 60
8. Tis 65 70 80 299244210 030 8 Ts 635 70 294589.116  .013°
8 T 65 70 60 299249826 -053 65 7.0 6.0
8, T 65 60 299164354  -017° %83 Ts 65 7.0 BO 294588240  -.002°
65 60 5.0 65 70 7.0
8 T 65 60 70 299262.702  -.003° 8s Ts 65 6.0 294593.192 04T
6.5 6.0 6.0 65 60 50
8 Ths 65 60 7.0 294592009  .016°
8y T 75 80 294479168 052° 65 60 6.0
7.5 80 9.0
By T 75 80 80 294479.708  -.047° By 7w TS5 80 294669.112  -.053°
7.5 80 70 7.5 80 9.0
75 80 50
By T 7.5 70 294482785 -013° 75 80 7.0
75 70 6.0
85 Tu 15 70 294667662  -305"
By Tws 7.5 7.0 80 294483498 - 038° 7.5 7.0 8.0
75 70 70 75 7.0 7.0
75 7.0 6.0
By T 65 70 294493.792  -032°
65 70 70 Bs Tu 65 70 294597.030  -086%
6.5 7.0 60
8y Tx 65 70 80 294492.406  -.060
8; Tx 65 70 6.0 294495012 .060° s Tu 65 T0 80 294596163  -089%
65 7.0 70
8 T 635 60 294500.926 028
6.5 6.0 5.0 85 Tu 65 60 294601.080  -039°
65 60 5.0
87 T 65 60 70 294499.644  -049°
65 6.0 6.0 8s Tu 65 60 70 294599918  -047
65 60 6.0
B Tas 7.5 80 295107.170  .015° 8 T4 75 80 294633.895  -.008%
7.5 80 90 7.5 80 9.0
75 80 80
By Tas 75 80 8.0 295107.768  -.065% 75 80 7.0
75 80 70
B4 7, 75 70 294629.295  .021%
8 T 75 70 295113.645  -107° 75 7.0 %0
75 70 60
8. 7. 75 70 7.0  294629.817  -.038
86 T 75 7.0 80 295114.668  -03T 7.5 7.0 6.0
75 70 7.0
8 T4 65 70 294424326 .042%
86 T 65 7.0 295145.575  -.015° 65 7.0 6.0
65 70 7.0




(Continued)

N N e J*' F F Obs.Freq. 0-C'  NopwN'ee J' " F Obs.Freq. 0.-Ct
A T 65 7.0 8.0 294423.306  -069°Y 9 g 7.5 80 325877916  -.002°
65 70 70 7.5 80 8.0
& 7. 65 60 294430.609 4287 9% 8a 15 80 9.0 325875.562  -.011
6.5 60 50 75 80 7.0 325879.552  -.022
N 74 65 60 70 294428855  -.074%Y 9 8a 75 70 325884930  .0IT°
6.5 6.0 6.0 75 7.0 60
9 8y 75 7.0 80 325883.780  -.052°
8s 7s 7.5 20 294624709  .047F 7.5 7.0 70
75 80 9.0
7.5 8.0 80
75 80 7.0 S 8 85 9.0 336460.529  -.024°
85 9.0 10.0
8 Ts 7.5 7.0 294618.163  -.004%
75 7.0 8.0 9% B 85 90 90 336461.322 018
7.5 7.0 70 85 9.0 80
7.5 7.0 6.0
9 %; 85 80 336473.888 012
& T 65 70 294240001 069 9 8&; 85 80 90 336475710 -034
65 70 7.0 9 %7 85 80 B0 336474484  -042
9 &:; 85 %0 70 336472.848  -.040
8& 75 65 70 80 294239029 -002f
s 75 65 70 60 294240.758  -076% 9% By 75 80 336585.658  .030°
7.5 80 80
8& 75 65 60 294250.162  -.050%
6.5 60 50 9% 87 75 B0 9.0 336583.045 .041
9 8&; 7.5 B0 7.0  336587.753 030
Bs 75 65 60 70 204248632  -.144%
6.5 60 60 9% &, 75 70 336600.680  .025°
75 70 6.0
N=0—8 % By 75 70 80 336599.356  .001°
9 8 BS5 9.0 330482.506  -045° 7.5 70 7.0
85 9.0 10.0
9% B B35 9.0 9.0 330483596 022 95 8 &5 90 331239.508  .00%°
B35 9.0 B0 8.5 9.0 100
9 Ba B85 BO 330495.407  -.039° 95 8y 85 90 90 331240.451  -018°
85 80 80 85 9.0 80
99 8 85 80 90 330497.574  -018 9 8% 85 80 331244.209  -042°
9% % 8.5 80 70 330493.595  -.052 85 80 7.0
% B 7.5 20 330540.337  -.000° 95 8 B35 B0 90 331245.054  .018°
7.5 80 8.0 25 %0 8.0
9 Bg 7.5 80 90 330536.822  .001 9 8; 15 BO 331270.028  -.005°
9% Bw 7.5 80 70 330542960 -.026 9% 8n 75 B0 80
99 Bw 7.5 70 330556.175  -.135% 9 8» 75 BO 9.0 331268.688  -.009
7.5 70 6.0 9 8 75 B0 70 331271166 030
9% 8 7.5 70 80 330554.717  -.163° 9% 8y 75 70 331277.152 016
75 7.0 70 75 70 6.0
9% 83 75 70 80 331276.139  -.014°
9 B B5 9.0 325863.210 -.03T° 75 70 70
BS 9.0 10.0
9 B BS 9.0 90 325864340 074 95 8% 85 90 332136580  -011°
85 9.0 80 85 9.0 100
9 8 85 8.0 325869261  -027° 9y 8 85 90 90 332137.151  -047
85 80 80 85 9.0 %20
95 Bs &5 80 90 325870370 046 95y 85 85 80D 332144.274  -.068°
9; 85 85 80 70 325868.309  -.082° 85 80 7.0
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Nk N g J*' 7 F" Obs.Freq. 0.-C'  NpwN'pw J' K" F" Obs.Freq. o.-ct
9 B 85 80 9.0 332145403 03T 9, & 15 70 331286927  -012°F
85 80 80 75 70 60
95, B3 7.5 80 332196.568  .003° 9, 8 75 B0 90 331282169 035
7.5 80 B0 7.5 80 B0
9 B 75 80 9.0 332194924 012 9, 8 75 70 %0 331285.934  -053%
7.5 80 7.0 332197969 039 75 70 10
997 Bx 7.5 70 332203.077  .031I°
75 70 60 9 8 85 90 331385.658 022
£5 9.0 10.0
9 8% 7.5 70 80 332201.971  -010° 85 90 9.0
75 7.0 70 85 9.0 8.0
9, 8 85 %0 331380.814 024
95, 8 85 90 331484.817 015 85 80 9.0
85 9.0 100 85 80 80
85 9.0 9.0 85 80 70
85 90 80
85 80 95 B 7.5 B8O 331104.857  -019%
85 80 9.0 75 B0 70
85 80 20
85 80 70 9y By 7.5 80 90 331103961  -068°
7.5 80 80
95 B 7.5 80 331449.923 169"
7.5 B0 9.0 9, 8 75 70 331111334  -006%
75 80 B8O 75 70 60
75 80 70
9 8 15 7.0 80 331110164  -104%°
99 By TS5 70 331453827  .085% 75 70 7.0
7.5 70 6.0
%9 By 7.5 70 20 331452.788 -.046° N=10—9
75 70 70 1000 9 9.5 100 I66958.495  .020°
060 %% 9.5 10.0 11.0
9% 81 85 90 331498.559  -.090% 10000 % 9.5 10.0 10.0 366959.296  -012°
25 90 10.0 9.5 10.0 9.0
25 90 90
25 90 3.0 10000 %5 9.5 9.0 366969.008  .035°
25 20 9.5 9.0 9.0
85 %0 90
85 80 20 10000 % 9.5 9.0 100 366970.668  -.077
85 80 7.0 10016 9 9.5 90 80 366967.413  -.080°
9% 8 7.5 80 331464317  -054° 10016 9 £5 9.0 367011.588  .003°
7.5 B0 9.0 85 9.0 9.0
75 RO RO
75 80 7.0 10010 9% 85 90100 367008739 016
10606 9% 85 90 80  367013.846 078"
9% 8 7.5 7.0 331468315  .006°
75 70 6.0 10a36 %00 85 80 367026289 016"
85 80 70
9y B 7.5 70 80 331467317  -083™
75 70 70 10030 9% 85 80 9.0 367025.208 D2%°
85 20 80
92, 8, 85 9.0 331425398 -.014%
85 9.0 100 100 % 9.5 100 362000.444 019"
25 90 9.0 9.5 10.0 11.0
285 9.0 80
1040 9 9.5 10.0 10.0 362001429 034
9 B 85 80 331422.426  -.028% 9.5 10.0 9.0
25 %0 90
25 80 RO Wie %9 9.5 90 362006490  -021°
85 80 70 9.5 9.0 9.0
9, 8 75 80 331282826  -014Y 100 9 9.5 9.0 10.0 362007.547 -028
7.5 80 7.0 10556 9 9.5 90 80 362005.559  -.044




(Continued)

N'wweN'gg- J'' R F"  ObsFreq. 0-C'  NipwweN'wwe J' F" F’  Obs.Freq. o.-ct
10100 Pie 85 9.0 362016.646 Do4° 1018 937 9.5 9.0 10.0 369227215 1655
85 90 9.0 9.5 90 9.0
10,0 9 85 90100 362014387  .003 10,5 9 &5 9.0 369294832 -.054°
10100 918 85 90 B0 362018275 038 £5 9.0 90
100 %5 85 80 362023.795  -.005° 10;s 9 85 90 100 369293346  .070°
85 80 7.0 10 9» 85 90 80  369296.182  -.037
1050 95 85 80 90 362022889  .005° 105 95 85 80 369301388  .027°
B85 BOD B8O 85 80 7.0
105 95 85 80 90 369300492 03T
10is 9% 9.5 100 373771445  -005° 85 80 80
9.5 10.0 11.0
10,5 9 95100 100 373772088  .004° 105 9 9.5 100 368314562  .024°
9.5 100 9.0 9.5 10.0 11.0
9.5 10.0 10.0
10,5, 9% 95 90 373783307  -018° 9.5 10.0 9.0
9.5 90 9.0
1054 9 95 9.0 368315.653  .009°
10, 9 95 90100 373784562 -051 9.5 9.0 10.0
10 95 95 90 80 373782202 -024 95 9.0 9.0
9.5 9.0 %0
0w %9 &5 90 373899.175  .122°
85 9.0 90 105 95 85 90 368306799  .041°
85 9.0 10.0
1045 L 85 9.0 10.0 373896973 .034‘ 85 920 90
105 9% 85 90 80  373900.804  -005 85 9.0 80
10 %95 85 80 373912412 .038° 105 9 &5 80 368310.587  .001°
85 80 7.0 85 80 7.0
10y 95 85 80 90 373911366  .031° 1056 9y &5 80 9.0 368309922 079
&85 80 80 85 B0 EO
105 9s 95 100 367986957  .009° 105 9% 9.5 10.0 368338.185  -.086%
9.5 10.0 11.0 9.5 10.0 11.0
9.5 10.0 10.0 9.5 10.0 10.0
9.5 100 9.0 9.5 10.0 9.0
1020 9 9.5 9.0 367991.623 037" 103 H16 9.5 90 368339.399 -.095%¢
9.5 9.0 %0 95 9.0 100
95 90 9.0
106 9 9.5 90 100 367992384 -002° 95 90 80
95 9.0 90
105 9% 85 90 368331.684  -033°
10,5 9m 85 90 368027.539 007 85 9.0 100
g5 9.0 9.0 85 9.0 9.0
85 90 8.0
10, 9w 85 9.0 100 368026296 053
10,5 95 85 90 80  368028.567 -028 10;; 95 &5 80 368335.403  -079%
g5 30 70
102 92 85 RO 368034.825 - 028°
85 80 7.0 10s; 95 85 80 9.0 368334760  .023°
85 80 8.0
10, 93 85 80 90 368034045 013
85 80 80
104 9y 2.5 10.0 368224611 054
9.5 100 11.0
10, 95 9.5 100 369217.832  .038° 9.5 10.0 10.0
9.5 10.0 11.0 9.5 100 9.0
9.5 10.0 10.0
9.5 10,0 9.0 104 9y 935 90 368222 838 _D?.Bd
9.5 90100
103  Fr 9.5 90 369226.004 -001° 9.5 90 9.0
9.5 90 80 95 90 30




(Continued)y

Npie N o 4" R F Obs.Freq, 0-C" NN J' B F Obs.Freq. o.-ct
10, 9 8.5 9.0 368129652 032 10 9 95 90 368153.080 070
25 9.0 100 9.5 90 10.0
25 90 9.0 95 90 9.0
25 9.0 80 95 90 8.0
10, 9 85 80 368133.033  -.046% 10s 95 85 90 367949.470  -003
85 80 7.0 £5 9.0 10.0
25 90 9.0
10, 9 85 80 90 368132366 040 85 9.0 8.0
85 B0 B0
10s 95 85 80 367954340 -007F
5 30 70
105 9 9.5 10.0 368156.654 017
9.5 10.0 11.0 10s 9 85 B0 90 367953583  .065%
9.5 10.0 10.0 85 80 8.0
9.5 10.0 9.0

*All transitions follow the selection rule: AJ=AF, =AF=+1.

*Difference between the observed and calculated frequencies.

“Unresolved Lines.
‘Weight is 0.1.
“Not included in the fit.

"The K-doublings were not resolved.

¥Not included in the fit because of overlap with other lines of different X, .



Table 3-3 Observed rotational transitions of H.P'®0 (in MHz)"

Nwe Nawe J* K" F Obs.Freq, 00" NouwN"gogs 1" F*” F" Obs. Freq. o-ct
N=T—6 N=8—7
Tor B 65 70 239652998 078 8 T 75 B0 273775.446 026"
6.5 7.0 80 7.5 80 %.0
o 6o 65 7.0 T0 239654676 056 RBg Tor 7.5 8.0 80 273776761  -.008°
65 7.0 6.0 7.5 80 7.0
Tor  6os 65 6.0 239671.801  -.019° Be Tor 15 70 273791445 -018°
6.5 6.0 60 75 70 7.0
Tor 6 65 60 7.0 239674911  -001 84 Tor 75 70 80 273794101  -008
o 6 65 60 50  239669.198  .009 84 Toz 75 70 60 273789.232 002
Tor G 5.5 60 239713.146  -.077° 8 To 635 70 273833982 010
Tor 6w 55 60 T0 239708.178  .026 8s Tor 65 7.0 %0 273829.738  .005
Tor 6w 55 60 60 239714234 -005 B« Tov 65 70 70 273834.574 002
Tww 6w 55 60 5.0 239717.667 008 8 Tw 65 70 6.0 273837568 005
Tor 6w 5.5 5.0 239734381  -.061%* 8a 7w 65 6.0 273852816  .013°
55 50 4.0 65 60 5.0
Tor  Ges 5.5 50 6.0 239731462  -121° B Tor 65 60 70  273850.865  -.054°
Ter 6o 5.5 S50 5.0 239732347 000 65 6.0 6.0
Tin 6 65 7.0 236329.698  -.005° B Tz 75 80 270054.627  -.005°
65 70 R0 75 80 9.0
T 6 65 7.0 70 236330.761 176 $w Ty 7.5 B0 B0 270055695  .05T
65 70 60 75 80 7.0
Ty 6 65 6.0 236333.492  .028° S8 T 75 70 270059.874  .015°
65 60 50 75 70 70
55 60 7.0
8 T 75 70 80 270060671  -.052
Ty 65 55 60 236335430  .004° 85 Ty 75 70 6.0 270059.088  -016
55 6.0 6.0
8 T 65 70 270064.920  .010°
i 6 55 60 50 236336911  -.025 65 70 70
T Byg 5.5 5.0 236340.253 Jo21° 8ie Ty 65 70 80 270062.688 032
55 50 4.0 8 Ty 65 70 6.0 270066.508  -.000
Tin 6 55 50 60 236338607  -.046° By Tz 65 60 270070.792  -.002°
55 50 5.0 65 60 5.0
8 Tiv 65 60 7.0 270069493  -013°
Tie 65 65 70 243463.741  -019° 65 60 6.0
65 7.0 80
Tis 615 65 7.0 7.0 243464926  .062°4 Bin T 75 80O 278212872 -.029°
65 70 60 75 80 9.0
Tis 65 6.5 6.0 243481.017  .057 B Te 7.5 80 80 278213811 000°
T 65 65 60 70 243483620  .018 75 80 7.0
Tis Gis 6.5 60 6.0 243481.849 042
7“ 6;5 6.5 6.0 s.ﬂ 1434?9.556 .043 s|1 7|5 T.5 T.u 2?322&204 1—.045
T Gs 55 6.0 243567108 -01% B T 75 70 B8O 278230.497  -.045
T 65 55 60 7.0 243563.426  .044 Br T 75 70 70 278228972  -001
Tie 615 55 60 6.0 243567.634  -.031 8+ T 75 7.0 60 278226990 008
T 6Gs 55 60 50 243570366  -036
8 T 65 70 278323271  -.002°
Tie 6s 55 50 243586398 017 65 70 1.0
55 5.0 4.0
87 T 65 70 80 278319.957  .006
Tie 65 55 50 60 243584062 -04T 82 T 65 7.0 6.0 278325820  -016
55 5D 5.0
8; T 65 6.0 278340167  -.008°
65 60 50
87 Te 635 60 70 278338461 009
65 60 6.0




(Continned)

Ngge N g I Fy'™ F Obs.Freq, o.-c' N N px J" R F” Obs Freq. 0.-c*
87: T 75 B0 274183.726  -.013° 9% 8& 7.5 7.0 307923.098  .120%°
75 80 90 75 7.0 6.0
8 T 715 8.0 80 274184400 027 9% Bs 7.5 70 80 307921.541 015
7.5 80 7.0 7.5 70 70
827 T1e 75 70 274186.927 -022°
7.5 7.0 6.0 9% %5 85 9.0 303766.717  -.014°
85 9.0 10.0
By T 75 7.0 RO 274187643 026
75 7.0 7.0 %% 8 85 9.0 9.0 303767.759  -00T°
85 9.0 80
By T 65 70 274191.939  -.029°
65 70 70 %y B 85 80 303772266 076
85 80 &0
87 Tw 65 70 80 274190.666  -.027 25 80 7.0
By T 65 70 60 274193.062 036
9y B 75 80 303779.797  -.028°
8y Tw 65 60 274198.404  -.016° 7.5 80 8.0
65 60 50
9 815 75 80 90 303777487  -.035
87 T 65 60 70 274197.193  -.031° 9, &8s 75 80 70  303781.518  .080°
635 60 6.0
9 8 T5 70 303786357  -.006°
7.5 7.0 6.0
85 T 75 RO 274650.853  -.009°
7.5 80 9.0 9 8w 75 70 80 303785202  -.0R0%
15 70 70
85 T 715 80 80 274651.486  -.032°
75 80 7.0
99 B &5 90 312947399  -046°
Be Ts 15 70 274656.547  -.001° 85 9.0 100
7.5 7.0 6.0 85 9.0 9.0
85 9.0 80
814 Tas 7.5 70 80 274657.424 002°
75 7.0 7.0 9% %: 25 30 312961.004  .041°
25 80 80
By T 65 T0 274678.005 004
65 7.0 7.0 %% 87 85 B0 9.0 312962.646  .033
9% 8; 85 %0 70 312959.568  -.001
By Tus 65 70 80 274676.569 024
86 Tu 65 70 60 274679.321  -.065" % 83 15 BO 313061.968 012
7.5 80 80
85 T 65 6.0 274683.961  -.006°
65 60 5.0 95 By 7.5 B0 9.0 313059.002  -.196°
9y By 15 BO 70 313064.104  -023
B T 65 60 70 274682.685  -.006°
6.5 60 6.0 9 By TS5 70 313077.035  .D15°
75 70 6.0
N=9—8§
93 Ry BS5 9.0 307850378  .103% 9% 8 75 70 80 313075.656  -.016°
85 9.0 10.0 75 7.0 7.0
940 8on 85 90 90 307851.405 037 N=10—9
85 90 %0 10650 905 9.5 10.0 341872.090  -.048
9.5 10.0 1.0
95 B B35 80 307863.878  .101%
85 80 80 1000 905 9.5 10.0 10.0 341873.032 -005°
9.5 10.0 9.0
9 B 85 B0 9.0 307866.098  .080*
9 8w &5 80 7.0 I07861.895  -.000 1066 90¢ 9.5 90 341883.385  -.001°
9.5 9.0 90
9 8w 75 80 307906383 023"
7.5 8.0 B8O 1006 9% 9.5 9.0 100 341885267  -.001
10000 9 9.5 90 80 341881.795  -020
% 8o 75 80 9.0 307902.681 035
9 8m 7.5 80 70 307909.161 047 10600 % 85 9.0 341924.695  -.005°
25 9.0 9.0




(Continued)

Ngawe N 'aie J'' F" F™ Obs.Freq, 0-C* NpwN'wu J' 5" F* Obs. Freq. 0.-C."
10600 9 BS5 9.0 100 341921668 017 10 9u 9.5 100 342639825  016°
050 9 85 9.0 80 341927.087  .091t 9.5 10.0 11.0
Wi %9 85 B0 341939.505  .017° 103 92 9.5 10.0 10.0 342640311  -012°

85 %0 7.0 9.5 10.0 9.0
10600 90 85 80 90 341938300  -049° 105 9 95 90 342644649  129°°
85 80 8.0 95 90 10.0
9.5 90 9.0
95 9.0 %0
1000 S 9.5 100 337464.233 007"
9.5 10.0 11.0 105 95 835 9.0 342674.387  .035°
85 9.0 9.0
10,6 %% 9.5 100 100 337465317 0784
9.5 100 9.0 105 9% 85 2.0 100 342673.073  -015
10 9u 85 90 80 342675.570 185"
100 % 95 90 337470038  -074%
9.5 90 9.0 103 94 85 80 342681.000  -005°
85 80 7.0
100 %5 95 90 80 337469.115 -.128°
105 95 85 80 90 342680223  .034°
1 9% 85 90 337479.035  -.024° 85 80 8.0
85 9.0 9.0
100 % 85 80 337485898  .023° 10 9 95100 343556.874  -.006°
85 80 7.0 9.5 10.0 11.0
9.5 10.0 10.0
100 9 85 9.0 100 337476813 009 95 10.0 9.0
1040 % £5 9.0 8.0 337480.639 004
105 95 95 90 343564.885  -.032°
106 %95 85 80 9.0 337484885  -.068% 9.5 9.0 10.0
85 80 80 9.5 9.0 9.0
9.5 9.0 8.0
105 95 9.5 100 347663.732  -.086" 10 9 BS5 9.0 343620.677  .026°
9.5 10.0 11.0 85 9.0 9.0
10;s 9% 9.5 10.0 10.0 347664.452  -012° 10 95 85 9.0 100 343618.984  -.079°
9.5 100 9.0 10 95 85 9.0 80 343622.069  .111°
10,y 99 95 9.0 347675.748 .00l 10, 95; BS5 80 343626.853 044°
10, 9 9.5 9.0 10.0 347677461  .041 85 20 7.0
10,6 9% 9.5 90 90 347676255  -.050
10 998 95 90 RO 347674712 -130° 10 9 85 80 9.0 343625915 0247
8.5 80 2.0
10, 98 85 9.0 347781.722 092+
85 90 9.0

10 9 85 9.0 100 347779334 -.001
10 918 8.5 %0 8.0 347783.462  -.004

105 9% 85 80 347795.154  .086™
85 80 70

1049 s 25 RO %0 347793 981 -010°
85 B0 80

*All transitions follow the selection rule: AJ=AF; =AF=+1.
*Difference between the observed and calculated frequencies.
“Unresolved Lines.

‘Weight is 0.1.

“Not included in the fit.



Table 3-4 Molecular constants of H,PO and H,P'*0 (MHz)*

H,PO H,P"0
A 156124.2(30) 156048.0(75)
B 19010.1609(103) 17660.014(21)
€ 17822.2169(101) 16630.892(20)
Ay 0.0206096(118) 0.017894(18)
A 0.47936(19) 0.42022(61)
Ay 29.1(Fixed)" 29.1(Fixed)"
Sy 0.0013899(104) 0.001133(17)
Sy 0.3584(48) 0.3098(96)
D, 0.0000184(83) 0(Fixed)
5, -1321.889(106) -1318.69(91)
B -221.073(48) -205.225(75)
£, 13.087(43) 12.205(56)
|6 + £.0]/2 1.5(20)° 3.4(22)°
a,('P) 1023.43(87) 1022.5(15)
L.0P) -109.14(27) -107.7(26)
7 A o ot -433.9(30) -435.8(55)
7.C'P)| 164.7(83)° 140(31)°
a.('H) 109.27(25) 110.02(56)
T H) -6.60(22) -6.2(18)
T, - T, CH) 6.0(18) 10.5(46)

*Values in parentheses are three standard deviations in units of the last quoted

figure.

*Fixed to the HPO value in Ref 21.

‘Relative signs of (f;,,, +&,, ) /2 and T, were determined to be the same by a

least squares fit.



Table 3-5 Comparison of geometries of HoPO and related molecules

molecules I'ro Ip.y <HPH £ HPO methods
(A) (A) (degree) (degree)

H.PO 1.4875(4) 1.4287(14)  102.56(14)  115.52(10) MW
(UHF/3-21G*) 1.613 1.398 97.1 103.3 ab initio®
(UHF/6-31G**) 1.589 1.402 97.3 103.9 ab initio®
(UMP2/6-31G**) 1.495 1.405 98.7 118.3 ab initic®
(UHF/6-311G**) 1.5765 1.4047 98.7745 104.3770 ab initio®
(C«(1),ROHF/6-31G*) 1616 1.400 96.2 101.6 ab initio
(Cs(2),ROHF/6-31G*) 1.471 1.397 100.1 116.3 ab initio*

PO 1.476370(15) IR

HPO 1.480(15) 1.456(9) 103.5(75) MW**

cis-H,POH 1.6584 1.4171 92.32 101.64 ab initic'

PH 1.42140(22) MW"

PH; 1.418 91.7 Optical*

*Values in parentheses are three standard deviations in units of the last quoted figure.
Present study.

‘Ref. 5. “Ref 6. °“Ref.8. 'Ref 7. "Ref 33

"Ref 21. 'Ref 34. IRef 18. 'Ref 47.



Table 3-6 Hyperfine constants of *'P and 'H atoms in H,PO"

method ai("'P) T..C'P) ag("H)
MW? 1023.43 332.9° 109.27
ab initio
CISD/DZP//UMP2/6-31G**¢ 859.1 75.9
C,(1),ROHF/6-31G** 135 34
C.(2),ROHF/6-31G** 942 333
UHF/6-311G** 578.9 104.4
UMP2/6-311G**f 1278 81.0
*All values are in MHz.

"Present study.

“The spin-dipole parameter 7. is transformed from 7., 7., and 7,.. See text.

‘Ref. 6.
‘Ref. 7.
Ref 9.



Table 3-7 Comparison of the hyperfine coupling constants of proton

in nitrogen and phosphorus-centered radicals.”

H,PO PH, H,NO NH,
Tyx (MHz)" 26.7° 54.2 30.4° 63.13
r(XH) (A) 1.4287 1.418° 1.01 1.0245°
p-character on X (%) 454 84.8 388 78.9
reference f 20 15 46

* X means the nitrogen or phosphorus atoms for the corresponding molecules.
® Estimated values except for NH,. Tyy of NH; is from reference 46. See text.
¢ Tyr instead of Tyy.

¢ Reference 48.

Reference 47.

"This work.



4. PD,D~A 7 B AT ~L

1. &

PH; Z VM3, VU RFE2EURLELRN LTSI NO—DTHY,
RRYVERRT 4 VBRERIEFRED—D2TH B, HFOEFEBOHR
EEHEHE SN TS, 7 PH, PD, T VA2 BANC K EEIT RER - 5
& LIz DixRamsay' T 5, 4 I%, PH; (PDs)D PN K4 A2I & V) PH, (PD,)
BEKL, 44,-XBBEFEBORINARY bARRIE LT, Boh 7k
/3 FORREAS ~970 (690)em™ T 0, —fED PH (PD)DhfEIEEN L
LD HEPoEZLILESE, ZNEZTARE (1) Y FIBRBLE.
L LBERESEFESENT 2oy FOMEIEL 250,
PH; (PD;) OHBE T, H5—EORFHLU L TIRIMBARIES > TV,
#Ic. Barrow 5 3T OTLBMIEEM= T4 F T Renner-Teller 21
W kDT & %R LI, FEREIRT 5 F @ Renner-Teller 21313, PH, (PD,)
LIAMZIE, NH, P R ECHRRAIEhTWaBIcT &Ry,

PH, DEEEHEIZ DV TIREF A2 b, § L—F—Bi&K % (LMR)
¥, "HIMF %, ¥ a2 SRS & SROBREFRHY . T
D5y FEEHAM, B S >WTikE<&Hmbh T3, #IT Endo
biX. PH, OEBRHEMICIIY) v OBEA U -BiEEEERR KX BEEL
TWHILRFER L, "XV -EEHEEERIL. LEREEFHEEE
AT 2B TFRHERER=IAXF—MIZIE R EBEEITKE N, FOLD,
B/KKRERETH D PD, OEREMIZ LAV -EEEHAEERS A <
FETDLEZDbNI, 72 PHIX. S FORMFMED CuiTB L. 1672
IRFERDS Co MFrdh (b ) [T X AXPMRETRBRENG, F—B Tk
LD, ZOBEIEEEMICI L VER E OB L EiEO R
BB TN ENOMFEIC LV BIRAIZHE U -E, R L LTEEE([T
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4. PD:O~A 2 uafira~y k)

DXFTETKFEIZ X BB RO /Y — L BZET D, PH, DBAIE,
b BBBDHETFTOT, TOELIT Q BB THHI, BHEHEHED
NY— o DIRRENBA S TWS, 67

—7 PD, OEEHEEIC B L CidZHlo@ER b oicTEin, ™ 20
5 % Hayakashi iX, PD, D~ Z nfi A7 MLV ZRIEL, bE D QB
BEIVE-VP7IVEBEKTCHEL, BBIXFTOOTFERZRELE,
'8 A TIX, PD, DEHERZ FAD S LETZIZ b RO R BES % #
EL. BERBOBHBMHEEIEAEEEEELRELE, £ ol
R BB VA EROBEKRREREFHEC OV TERELE,

-68 -



D

= DLV NS O B AYSY PV

ES

FHETHWEYA 7 oSBT OVWTHERE _Eh, Y,
M 2m OB BZERMEEALEZ AV, BECIE S S0cm OFo—-5 Y —
FEER L, REOZEE R -7, PDyiE. Goto & Saito D #4 L 7= PD
7 VANDEREH™ #BE|C Hayakashi DFE® 28 LA S ET,
PD, X EAHIZ 4 OO Pyrex B —+ (BEH 10em, HEEH lem) 124
FTWRTZHK) 40g DRDR (8 2~5mm) OFRY > (ERiEELSERFIERTRY,
99%) ZRE, ITICEARTALZBALTHE £ LT, SRR
DAY CERER LR, REEDHY OBBEEIN/NX S HEBIC L 5
THRY VCEEL, BRBTOLORREEIC LE, RY i, HEBICL
DIEHELLIEARS T ERET 210, FORBRTEILT S, F07
B, R rEANTER— FBRBRBIOETE 3B ESRKORENE RE
I RIBIZ2 50T, RY OR— b EELOERFFICE O, AR
i Hayakashi DR L7z Q BOBB (N=32-313,J=3.5-3.5, F;=4.0-
4.0, F=50-50,341889MHz) #F=#—LTRE L, ® HWEEHKL K
TV EHRVIEBES 5 X 525, 200mA L ETCIRIFOBBIINESL 25,
BB SR, BAKR A A JE 25mTorr, OB 200mA., ¥ /L DR EE1E-100C
Thoi=,

AHFFE Tid, Hayakashi OFFR"E 2 AV CHRIEBEEA FHE L, TA
ROBMMEEERAERE P, OKFOME" 2 ic8H Lk,
Hayakashi'® X b % Q BB OA%RIE L1223, PD, O FERA KSR
SHRETDDIC b B R BEBBOREEITo 1. SHBORFELEHOK
&\ 500GHz LA T OB Sz 3V CEEIFTEE 2 PD, © b B R & @
EREIL,

N___{lu"ﬁma 25, -1y, 3|3_2oz (Inﬁl) )
2, - logs 33— 2,1 (I, =02)

THY (H4-1) | ZOHI>LRIEZICHETE 5 EEBBIIN=1,,- 0y
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4., PD: D=4 7 af A~ v

(b=1) ThHd, £, BHEMSEOBRICIT, BIGRO B HE KM &
TOMMNREEFNRNY L Lz, ZZTRFREREICERLEN =1, -
OW;J=1.5-0.5, Fi=20-1.0 (h=1) OBEBRD %K 422~ T. T
JE K & AR A T, PD, @ b B R FEEREB TH D N=1y,- 000 (b
=1) ORBEHFE (210GHz f+i1) 2#BBILc s 25, 4207 T &
ST FARD~10MHz LA O SRS SA O RIGEREEE R L, =
DOWULHRAEL, H 42U L TR EELOR S — &R L, 22
DRI E KRN R HE L= EDOAFHL, PD T P H L oREEE
BB LIXRAR ok d, ZhE PD, DEEGERICERB L. ZOERORK
BEEIIN=20-1 (b=1) BEUN=2;-1¢ p=0,2) [T2O\ TR
DOFNETHRAZITV, TN EN 311, 341GHz OB B THBEME S F o
& HFRVVIREEORINREEZ RH LAIE L7, Zi b % Hayakashi D% R
EHDUETR/NZRETHEITL, 2 TEREZUELLE, BYDON=3;-
20 (p=0,2) ,303-212 (p=1) OEBEEESL LV LEEO=Z2>0HEEE
BIZOWTOTEEERS | OBl E THE L, @% R HEBEBOHES,
BE DR\ EIEEES ORINE T

AJ = AF, = AF = +1 @)

ThHd. LU EFEEEES CREERTFENINEL, Q0
REUADBR L+ REELZF-S, ZZClXih b2 125ER L 1F
Ko ZORE, FiH 130 XORINBEARE-®RE L,
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4. PD2D~A 7 a AT bv

3. fEMT L AER

B—EPZOBEOFRTHLIEL X SIZ, PD REMAREAREL D
SOT, EEONHHIZL Y BMHEIRO Y - BRET S, IEL,
PH, DA L R0, PD, T C HFRER{ET Bose KIF (Boson) DOEK
RERZBRINLOT, 2EROEHEBEOFHFEIARETHDL I LEE
HEnb, LiedoT, PH; DFE LI, *FR2EEEE IR
REAE L OEBBE (b=1) P, EHEHEIX 124 (=2x2x3)
AT 5, £, AR EEREMIC IR ©rORBBE (b
=0,2) MxUSL., EREMIT24 & (=2x2x(1+9)) KHRTD. TC
ChIIESHELREKBREALC L OARAL L THD, LD L,

(B B 0D 6 FRisE A Y O FME
sym. (K, K.) = (even, even), (odd, odd) asym. Ip=1
asym. (Ka, K.) = (even, odd), (odd, even) sym. Ip=0,2

&85,

A CTERE LA EES RO SHRAIT,

J=N+S, Fi=J+Ip, Ip=Ip()+In@2), F=F +Ip (3)
THbd.

i, HEETAWCOLRRRNIN P =T U 2ER LKL, T2
L. PD; Tid, a & ¢ OFNAERLZETIHILETT R, ELALE -
EfHEEROANAI NV F =7 2 H, (XK OF O AEEF L,

H,=HP+H?, @&
HP =g NS +& NS +&NS,_, (5)

HO=A N (N-S)+1A 4 {NNS, + NN}, N}(N-8)+'A, NS,
+5,(N? + N2 N -8) +35, {(N? + N2)N.S, + N.S.(N? + Ni)} (6)

PD; ILERFEI-THHND, FEEx b,y a,z60cD X RAGH
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o T VL ©9)
Wiz ZEnb, LTOXS IR ONS,

a=2g, A0 n) ~ (01~ 3232 Iy = ()

k= 1 THD, BMR “BUIROEHEZEXEE. (7), @)K
N6 C,pe,, WOTIVS B, IZHHITDZ EBD»nD, LT,

c

£

i

ad
i

: (11)
ASU

PHy” PDy I DoWT Z D =20 FEKOLHIBEN —FE L BREN
TWADIY alipi 3 THY (F4-2) . ZZTCOREE—FBLIEXFTS
EEZLNRS, IDEAV, Agp=2164cm™’ a=$T,=77716MHz ¥ LT
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4. PDad=A 2 afEA~27 b

Coa ZRPL DL 0535MHz 25, Z OEIZFHERE 0.4821(97)MHz & iF
F—E89 5,

. 2 BEUKEEZIC LS B EER

AHFETIL, PD, OEAREOBHEIB L FREREZNO TRETE =,
IhHOEIEH E DD g AFORY Itk —HL7, Fermi HEfENA
OAEIZ R > TWADIE, YV RTFO pEIZA> TV A TRHEFITLD,
A ¥ 4348 (spin polarization) 23 REETHh D,

T PAMIBIT D o -KEORBKIHE T8 EER EH O BRI,

Tyx = -Tyy, T2z = 0. (12)

T b, 2 PD, DHE. KEOMSTEFHREIERT » L OIExHHE
T.(D)% 8.15 MHz & RAEbIE, Z O AEIE Ty=18.01, Tyy=-8.85, Tzz (=
T.)=-0.833MHz & 72V . (12)23EK Y 322, (12)IX %72 5 FtEOEFIKIE
TS, TREFINE & FIT28% Z8ic L TEIETE 5. B-KFED
BE (CHN® 2 P) PEFRERZEEREBOHES (CH CD* & &)
FXRRIE L7V,

HFHEF 2D ND, DEKFROBD BT HEERATERE LTS L,
#i| 21X Ty TiX ND; & PD, TEHLE4L 1001, 8.01MHz &£ 729, PD, D5
HNEVY, Z 2T, ND B TiE Tal(D) = 2.874, Ty(D) = -2.108MHz T
BV, TuD)% 930MHz L{KE L., ¥ Z oAk, s Tik</ NH,
& PHy; OFFREIFEFE—HT 5, L, WTFhoFRLEKIEFHEE
ERT v Y VOFMAEPFERELTHAOT, LVHEORBVWERLEIT
5 IZIX NHD, PHD 7 AN OBMMBAIREET DL BLBELEXL
ns,

3 FLEFORAE EE

ZIZTHAMEORBREZEE AT, AMFEORRE LT, FRAT7 o, 7
VE=TOBLEGPREL LTELALGNA T PHANLNDRAE EEIZD



4. PD:D~=A 7ol A~=2Z FVv

WTERTS, VUdahSPAndb, EiniliEs A BEOM
LRTUVS SO L LT, 4% T2 PH (PD), Y PH,'" (PDy), PO, * PO,,” H,PO
BHILNTWS, ZRHDORFOY v, BEOAL UV EEIZOWVTERSS
2R T, I 2T PO, DETFIRIEIX. BT AL & IREHMELL O Coriolis #H EAF
R X v (R ) EEERRED 24, & RHERIE(A)D *B BIRE LT b DR
DT, 2 IDFVANDRAECEBECOVT, UTFO KD ICFHE L7,

Z DT P HND Coriolis BEERAMNER TE BIFL/NSWVEE, ZOTFY
HNVOFREFIZEERER O pyul, 4 REBR ST pBUBICA-T
WA EEZBND, HEOHE. Y rRFORIIEFHEERERIT

2T e = Tps = 2Tee (12)
Lk, ¥ —FHEEOHEIE,
2T gn=-2T0p =T, (13)

T 5. PO, DY ¥ OREEPHETHE B ERIE T, = -141.0, Tp= 216.6,
T..=-75.6 MHz Th 5. 2 BER

Taa :Top: Tee = -2:3:-1 (14)

MELY 3D, Coriolis HEMERIC LY py & p, BEBFHIFEL, £0TH
DARBEFBA>TWBE LD LRETHIEL, pr& pzr DAY EBEOLY
5:1 0L XIC(1DMBRY SIODT, priZ 32.8%. pzIT 6.6%, &t 39.4%
LB, EEIALICHET 3 ERLAHNE (ND), NH,? (ND),*
NO,® NO,* HaNOHIZHWTREEICALhTRY ., ZhbDT VIO
EHELBMBEOALVEERR 441277

) v, ZEFEO Pauling DESEHEREIX 2.1, 3.0 TH Y, *° BREEMEED
LEMMICHET IR EERERF LA FOIRENL I ICBDR
5, L L-o0REPABETHE, PLEFORACCEBERZY XOHFH
BEXROZNLY LEFE Y., ZOBHO—DL LT, Y EEROMNR
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EFPUE Gp L 2p) ODREIDEBENRETFTOND, ZHiT, VI LEE
DOMIZZERBETEV I NI LR VEFONRBFPENRKENE
LICLDRERTHDLEEZEAOND, ZOHRRERLELARLLEDIC
bRONS, VT p BUEORAECEENREL DD LT, EVBRIIER
MEFBRRFLECBEL, BE~OHHBNINWZ ETHY, HVWEE
BEEFEHRTHAZELELFBE LR, o sFLoBEEOEKR (Bl
i¥ van der Waals $§E DR OPIMBPE 2 L) BAEVEEIKRGFTHZ
LEEBET DL, ZTOREVEBECEMIX, VVRFEED(LEHOS
BREETCHDZ & LXIET 5,
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Figure 4-1 Rotational energy level diagram of PD, in ground state.
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Figure 4-2 Stick diagrams of N=1,,-0y,J=1.5-0.5 transitions of PD,.
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Figure 4-3 N=1,,-0y, /=1.5-0.5, F;=2-1 transitions of PD,.
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Table 4-1 Observed rotational transitions of PD; (in MHz).

NaaN'amd' J* F' R F F° & Obs.Freq. o-c?

R-Branch
In Ow 15 5 20 10 30 20 1 200773737 -021
lu O L5 5 20 1.0 20 10 1 209771.686  -010"
ly 0w L5 5 20 10 10 0 1
ly O 15 .5 2.0 10 1.0 1.0 1 209775.424 092°
ln O 15 5 20 10 20 20 1 209779.248  -010
In O 15 5 10 0 20 10 1 209797.597 016
In O 15 5 10 0 10 10 1 209803.551 001
Iy O L5 .5 1.0 L0 20 20 1 209592.841  -017
In O 15 5 10 10 10 0 1 209587.730 077°
In O 15 5 1010 0 10 1 209594.265 019
In O L5 5 10 10 20 10 1 209585227 051
ln 0 15 5 10 10 10 20 1 200598734 003"
ly O .5 .5 10 10 20 20 1 213000799  -.008
Iy O 5 .5 10 LO L0 10 1 212991.439 128"
i 0w 5 5 10 10 10 0 1 212987685  -031
ly 0w 5 5 10 L0 0 10 1 212990.384 019
Iy 0w 5 5 10 10 20 10 1 212993258  .031
ln 0w 5 .5 10 1.0 10 20 1 212998.895 004
ly 0w 5 5 10 0 20 10 1 213205517  -012
In 0w 5 .5 10 0 10 1.0 1 213203611  -002
In 0w .5 5 0 10 10 20 1 213282.390 027
Iy Ow .5 .5 010 10 10 1 213274.829 046
22 In 25 15 30 20 40 30 1 311436758  -030°

Ze In 25 15 30 20 30 20 1
22 lp 25 L5 30 20 20 10 1

311441.975 -002
311440.169 .064°
311392.179 042

311391162 -0007

2o ln 25 15 30 20 30 30 1
20 In 25 15 30 20 20 20 1
22 In 25 L5 20 10 30 20 1
2 1y 25 15 20 1.0 20 10 1
Ze lu 25 15 20 10 10 o0 1 311391162 -349°
Zgg 1n 25 15 20 10 20 20 1 311397.043 -.08%°
2 ln 25 15 20 10 10 10 1 311394657 147
1
1
1
1
1
1

Zgp Iy L5 5 20 10 30 20 309795.097 012
2 1y 15 5 20 10 20 10 309793.836  -189°
Zp Iy 15 5 20 10 20 20 309792.092 018
2 1y 15 5 L0 0 20 10 309831.384 -095°
2 Iy L5 5 L0 0 10 10 309828.016 .089°
20 lu 15 5 1.0 .0 0 10 309826.261 -150°
2 Iy 15 5 10 10 10 0 1 310112.932 004°
22 In 1.5 5 10 L0 20 20 1

2o 1y L5 15 20 20 30 30 1 313022.104 -028
3y 22 35 25 40 30 50 40 1 462671818 015"

3u 2 35 25 40 3.0 4.0 3.0 1
33 2p2 35 25 40 3.0 30 20 1




(Continued)

Ntake N pargernd” I R KR F F" Ip Obs.Freq. 0-c*
33 2 35 25 30 20 40 30 1 462633.014  -028°
3 252 35 25 30 20 30 20 1
3y 202 35 2.5 3.0 20 20 1.0 1
33 2a 25 15 30 20 40 30 1 463122510 -.009°
35 2: 25 15 30 20 30 20 1
3 2: 25 15 30 20 20 10 1
3, 2m 25 1S 20 10 30 20 1 463157.192 014"
Iy 2. 25 15 20 1.0 20 1.0 1
3y 2 25 15 20 10 10 0 1
2 la 25 15 30 20 0 340963.054 00s°
212 la 25 15 30 20 50 4.0 2
212 lgg 25 L5 30 20 1.0 1.0 2
20 lg 25 L5 30 20 40 30 2 340961.650  -007°
2 lg 25 15 30 20 10 0 2
2 1o 25 LS 30 20 30 20 2 340960913 006°
2 la 25 L5 30 20 20 10 2
22 lm 25 15 30 20 40 40 2 340969.088  -011
2 la 25 1S 30 20 30 30 2 340966.493  -019
2 la 25 15 30 20 20 20 2 340964.690 13
2 la 25 1S 20 10 340914.775 037°
2iz g Z5 135 20 1.0 1.0 1.0
2 lu 25 L5 20 10 40 30 2 340913.842  -018
2iz lw 23 15 20 1.0 3.0 20 2 340911.989 =029
2 lg 25 15 20 10 20 10 2 340911.989 03¢
Zp Iy 25 L5 20 10 30 30 2 340920.488 on®
2 lo 25 15 20 10 10 20 2
Z7u la 25 15 20 10 20 20 2 340916995  -.035
2 lg 25 LS 20 2.0 0 340732358 044°
20 la 25 15 20 20 40 40 2
2 la 25 L5 20 20 30 30 2
20 la 25 15 20 20 .0 10 2
22 lg L5 .5 20 10 0 342346808 019"
20 lg 15 .5 20 10 20 10 2
2 lm 15 .5 20 10 40 30 2 342348832 037
2 lg 1S 5 20 10 30 20 2 342347.783 020
23 lg 15 5 20 10 30 30 2 342344848 043"
2; la 15 S5 20 10 20 20 2
2: lg 15 5 20 10 10 10 2
2: Iy 15 5 10 0 0 342413.130 132t
20 ly 15 5 10 0 30 20 2 342416343 -274°
20 Iw 15 5 L0 0 20 20 2 342411403 -258°
2: lg LS S5 10 0 10 20 2 342408070  -270%
2: lg 15 5 10 10 0 342677878 -403°




(Continved)

a

Nkawe N garend” T R R F F In Obs. Freq. 0.-C.
20 la LS 5 10 10 20 10 2 342679.571 007"
20 lg L5 5 10 LO 3.0 30
2 lm LS5 5 10 10 20 30 2 342674.412  -056°
21z lm 153 3 1.0 1.0 1.0 20 2
22 lg 15 15 20 20 0 343133890  -043°
'ZIE ]lu 1.5 1.5 20 20 30 30 2
Ziz lg 15 15 20 20 40 40 2 343145.193 -.078°
3s 22 35 25 40 3.0 0 455450.471 047
I 2z 3.5 25 4.0 3.0 6.0 5.0 2
3 21z 3.5 25 40 30 50 40 2
305 22 35 25 40 30 40 30 2
3 2z 35 25 40 30 30 20 2
35 212 35 25 40 30 20 10 2
3n 2z 3.5 25 30 20 0 455417.823 611>
3|u 21] 3.5 2.5 3.0 2.0 5.(! 4;0 2
33 243 35 25 30 20 4.0 3.0 2
33 212 35 25 30 20 30 20 2
3 22 35 25 30 20 20 10 2
3 22 35 25 30 20 10 0 2
3 2z 25 15 30 20 0 455208.262 EET on
3 23 25 15 30 20 350 40 2
3y 22 25 15 30 20 40 30 2
Js 22 25 1S 30 20 30 20 2
3 21z 25 15 30 20 20 1.0 2
35 22 25 15 30 20 10 0 2
3 2z 25 15 20 10 40 30 2 455228238 -.008"
3 212 25 15 20 10 30 20 2
33 22 25 15 20 L0 20 10 2

O-Branch”
4 4n 45 45 50 50 60 60 1 174231510 -010°
4y 4 45 45 S0 SO0 S0 SO 1
4 4 45 45 50 50 40 40 1
4y 4 45 45 40 40 50 50 1 174268.293 0250
4y 4n 45 45 40 40 40 40 1
4y 45 45 45 40 40 30 30 1
4y 4n 35 35 40 40 50 S50 1 176747.014 .000°
4y 4 35 35 40 40 40 40 1
4y 4n 35 35 40 40 30 30 1
4y 4 35 35 30 3.0 40 40 1 176689.868  -082"°
43 4 35 35 3.0 3.0 .0 3.0 1
4y 4 35 35 3.0 30 20 20 1
2n 2 25 25 30 30 40 40 1 173327.501  -018"

2y 29 25 25 30 30 20 20 1




{Continued)

N'awe N garieeJ" T /' /" F R In Obs.Freq. o-c?
2u 22 25 25 20 20 30 30 1 173478.111  -022°
2u 2 25 25 20 20 20 20 1
20 2 25 25 20 20 10 10 1
Z2u 2 15 L5 20 20 30 30 1 175646.530 25424
2n 202 1.5 1.5 20 20 20 20 1
2y Zm LS LS 20 20 10 10 1
20 2w 15 15 10 10 20 20 1 175275652 .019°
In 2n 1.5 1.5 1.0 1.0 1.0 L0 1
4o dy 45 45 S0 S0 60 60 1 240418.608 .004°
4o 4y 45 45 50 SO SO S0 1
49 4 45 45 50 50 40 40 1
dio 4y 45 45 40 40 S0 S0 1 240427.753 025"
40 4y 4.5 4.5 40 4.0 4.0 4.0 1
4o 4y 45 45 40 40 30 30 1
40 4y 35 35 40 40 50 S50 1 246864.770 .020°
440 4y 35 35 4.0 40 40 4.0 1
40 4 35 35 40 40 30 30 1
4o 4n 35 35 30 30 40 40 1 246853.181  -020°
dgs 4y 35 35 3.0 3.0 30 30 1
4 4y 35 35 30 30 20 20 1
3 32 35 35 40 40 S0 S0 1 277251.203 044"
3y 3m 35 35 40 40 40 40 1
3y 3 35 35 40 40 30 30 1
3y 3 35 35 30 30 40 40 | 277335.417 029"
3y 3» 35 35 30 30 30 30 1
33 3z 35 35 30 30 20 20 1
3y 3n 25 25 30 30 40 40 1 282854338 -036
3y 3m 25 25 30 30 30 30 1
3 3. B B 3.0 30 2.0 20 1
3n 3 25 25 20 20 30 30 1 282701.211  -.042°
3 3m 25 25 20 20 20 20 1
3 32 25 25 20 20 10 10 1
4 43 45 45 50 50 60 60 |1 288562.806  -001°
4n 4 45 45 S0 S0 50 50 1
4y Ay 4.5 4.5 50 50 40 40 1

4y 4.5 45 40 40 50 50 1 288661.257 -.011‘:l
4 43 45 45 40 40 40 40 1
41 4n 45 4.5 40 4.0 30 30 1
4 43 35 35 40 40 50 SO0 1 289912878 003"
4 43 35 35 40 40 40 40 1
4aa Ay 315 35 40 40 0 30 1
42 4y 35 35 30 30 40 40 1 289752346 -012°
4 4y 315 35 3.0 3.0 30 30 1
45 43 35 35 30 30 20 20 1




(Continued)

N N'gaJd' 1" F'EB” FOF* L Obs.Freq. 0.-C.
3n 3 35 35 40 40 50 50 1 341888811  -013°
3 3 335 35 4.0 4.0 40 4.0 1
3 ¥y 35 35 40 40 3.0 3.0 1
3 3y 35 35 30 30 40 40 1 342032923 -.044°
33 35 35 35 30 30 30 30 1
32 3 35 35 30 30 20 20 1
32 353 25 25 30 30 40 40 1 346436670  -032°
32 33 25 25 30 30 30 30 1
33 35 25 25 30 30 20 20 1
3: 35 25 25 20 20 30 30 1 346169.643  -p13°
3 3 25 25 20 20 20 20 1
33 33 2.5 25 20 20 1.0 1.0 1
Sa Su 55 55 60 60 70 70 1 382914.859  -.096™°
Sa 5w 55 55 60 60 60 60 1
542 S5u 5.5 55 60 6.0 50 5.0 1
50 Su 55 55 50 50 60 60 1 382971.963 017°
Se Suw 55 S5 50 50 50 50 1
Sa S 55 55 50 S0 40 40 1
Sz 55 45 45 50 50 60 60 1 387246.014 036"
Sa 555 45 45 50 50 S50 50 1
S542 S5 45 45 50 50 4.0 4.0 1
Sa Sy 45 45 40 40 50 SO 1 387162486  -053°
50 Su 45 45 40 40 40 40 1
50 5u 45 45 40 40 30 30 1
59 Sa 55 55 60 60 70 70 1 392252.142  -.530™°
551 Sa2 5.5 55 60 6.0 60 6.0 1
59 Sa 55 55 60 6.0 50 5.0 1
Su S 55 55 S0 S0 60 60 1 392287.541  -.498™¢
S5y 5o 55 55 50 50 S0 50 1
S S5 55 55 50 50 40 40 1
Sy Sa 45 45 50 50 60 60 1 398605.912 031°
59 S; 45 45 S0 50 50 50 1
S S 45 45 S0 50 40 40 1
Sn Sa 45 45 40 40 50 50 1 398554610 -.009°
- TTR. ¥ 4.5 4.5 4.0 4.0 40 4.0 1
Sy Sa 45 45 40 40 30 30 1
In 3 35 35 40 40 0 164597.172  -007°
3y 3z 35 35 40 40 60 60 2
3n 32 35 35 40 40 SO 50 2
3n 32 35 35 40 40 40 40 2
In 3 35 35 40 4.0 3.0 3.0 2
Iy 3 35 35 40 40 20 20 2




(Continued)

NN g I "B F Fr In Obs Freq. o-c*
3u 3z 35 35 30 30 0 164671.865  .012°
3y 3z 35 35 3.0 30 50 50 2
33 3; 35 35 30 30 40 40 2
33 3 35 35 30 30 30 30 2
3y 3 35 35 30 3.0 20 20 2
3n 3 35 35 30 30 10 10 2
3y 33 25 25 30 30 0 166440.120 036"
3y 3, 25 25 30 30 50 S0 2
3y 3 25 25 30 30 40 40 2
3y 3 25 25 30 a0 30 30 2
In 3 25 25 30 3.0 20 20 2
3, 3; 25 25 30 30 10 10 2
Iy 32 25 25 20 20 0 166301.909  -016°
3y 32 25 25 20 20 40 40 2
3y 3 25 25 20 20 30 30 2
3y 3 25 25 20 20 20 20 2
3y 3, 25 25 20 20 10 10 2
339 3 35 35 40 40 0 162585.046 006"
3 3u 35 35 40 40 60 60 2
3w 3y 35 35 4.0 4.0 50 50 2
3w 34 35 35 40 4.0 4.0 4.0 2
30 3u 35 35 40 40 30 30 2
330 3y 35 35 40 4.0 20 20 2
30 3w 35 35 30 30 0 162604.819 .03s°
3 3x 35 35 30 30 S0 S0 2
3 3 35 35 30 30 40 40 2
3 3u 35 35 30 30 30 30 2
3% Iy 35 35 30 3.0 2.0 20 2
39 3y 35 35 30 30 10 10 2
30 3n 25 25 30 30 0 167712463  -002°
3 3u 25 25 30 30 50 50 2
3% 3u 25 25 30 3.0 40 40 2
I 3n 25 25 30 3.0 30 3.0 2
3% 3u 25 25 30 30 20 20 2
3 3n 25 25 30 30 10 10 2
30 3u 25 25 20 20 0 167682085  -006°
3% 3u 25 25 20 20 40 40 2
30 3n 25 25 20 20 30 30 2
3% 3u 25 25 20 20 20 20 2
3 33 25 25 20 20 10 10 2
20 2u 25 25 30 30 0 238081.259 004"
24 %2 25 25 30 30 SO0 S0 2
20 22 25 25 30 30 40 40 2
2y 212 25 15 30 3.0 30 30 2
2y 2 25 25 30 30 20 20 2
2y 2, 25 25 30 30 10 10 2




(Continued)

N Nogmnd' I B B” F F" I Obs Freq, o.-C.
2 2 25 25 20 20 0 238236.150  -020°
2y 2 25 25 20 20 40 40 2
2y 22 25 25 20 20 30 30 2
2 Z, 25 25 20 20 20 20 2
2% 2 25 25 20 20 10 10 2
2y 2: 15 15 20 20 0 243855863  -014"
2, 2; LS L5 20 20 40 40 2
2w 2 LS LS 20 20 30 30 2
20 22 15 15 20 20 20 20 2
2y Zi: 15 15 20 20 10 10 2
20 22 15 15 10 10 0 243484.077 040®
2y 23 15 15 10 10 30 30 2
29 22 15 15 10 L0 20 20 2
2y 212 L5 15 1.0 1.0 1.0 1.0 2
32 3 35 35 40 40 0 314287.555 031°
32 3w 35 35 40 40 60 60 2
32 3 35 35 40 40 S0 50 2
32 3w 35 35 40 40 40 40 2
32 3 35 35 40 40 30 30 2
32 3 35 35 40 40 20 20 2
32 3 35 35 30 30 0 314441.204 046°
32 3 35 35 30 30 50 50 2
3: 3 35 35 30 3.0 40 40 2
33 3 35 35 30 30 30 30 2
33 39 35 35 30 30 20 20 2
32 3y 35 35 30 3.0 1.0 1.0 2
3 3 25 25 30 3.0 0 317145.174 001°
32 3 25 25 30 30 S0 S0 2
Y2 J 25 25 30 30 40 40 2
32 3 25 25 30 30 30 30 2
32 3 25 25 30 30 20 20 2
32 3 25 25 30 30 10 10 2
3 3 285 25 20 20 0 316857.446 015°
32 3n 25 25 20 20 40 40 2
3 3 25 25 20 20 30 30 2
32 3 25 25 20 20 20 20 2
32 3 25 25 20 20 1.0 1.0 2
4y 4 45 45 50 5.0 0 329246737  -040°
4y 4; 45 45 50 50 70 70 2
4 42 45 45 50 50 6.0 6.0 2
4 4y 45 45 50 50 S50 50 2
4y 4 45 45 50 50 4.0 40 2
4y 4; 45 45 50 S0 30 30 2




(Continued)

N Naed' J°  F' K" F F' I Obs, Freq, o.-c”
4n 4n 45 45 40 40 0 329298717 -015°
4y 4 45 45 40 40 60 60 2
dg 4y 45 45 40 40 S50 S0 2
4y 4 45 45 40 40 40 40 2
4y 4 45 45 40 40 30 30 2
49 42 45 45 4.0 4.0 20 20 i
40 43 35 35 40 40 0 335177.234 023"
4y 4 35 35 40 40 60 60 2
40 4 35 35 40 40 50 50 2
4q 4y 35 35 40 40 4.0 40 2
4 4y 35 35 40 40 3.0 3.0 2
4y 4 35 35 40 40 20 20 2
4y 4 35 35 30 30 0 335095.156  -.028"
4y 4y 35 35 30 30 S50 50 2
4y 4 35 35 3.0 3.0 40 4.0 2
4 4 35 35 3.0 3.0 3.0 30 2
4 4 35 35 30 30 20 20 2
4y 4 35 35 30 30 10 10 2
5% Sqa 55 55 60 60 0 333924.856  -036°
5% Sa 55 55 60 60 B0 80 2
5% 54 55 55 60 60 70 70 2
S0 Sq S5 55 60 60 60 60 2
5% Sq4 55 55 60 60 50 S50 2
S5 S 55 55 6.0 6.0 4.0 4.0 2
S Su 55 55 50 S0 0 3133933363 022°
5% Sa S5 S5 S0 S0 70 70 2
5w Sa 55 55 S50 50 60 60 2
5% Sa 55 55 50 50 50 50 2
S Sq 55 55 S50 S0 40 40 2
S50 Sa 55 55 5.0 5.0 30 3.0 2
S S 45 45 50 50 0 341166.628 430>¢
5% Sa 45 45 50 50 70 70 2
5% S5q 45 45 50 50 60 60 2
S5 S 45 45 50 5.0 50 50 2
S Sy 45 45 S0 S50 40 40 2
S Sq 45 45 50 S0 30 30 2
5% Su 45 45 40 40 0 341155249 354%4
S Sq 45 45 40 40 60 60 2
S Sq 45 45 40 40 SO0 SO0 2
S Sa 45 45 40 40 40 40 2
Sw Sa 45 45 40 40 30 30 2
S Su 45 45 40 40 20 20 2




(Continued)

Nge Niewd' J" K K" F F' L Obs. Freq, o.c’
4, 45 45 45 50 50 0 356704.172  -033°
4 4 45 45 S0 S0 70 70 2
4 4 45 45 50 S0 60 60 2
4 43 45 45 50 50 50 S0 2
4y 4n 45 45 50 5.0 4.0 40 2
4 43 45 45 50 50 30 30 2
4, 4 45 45 40 40 0 356792.297 021°
42 43 45 45 40 40 60 60 2
43 d4n 45 45 4.0 4.0 50 50 2
4 d4n 45 45 40 40 40 40 2
4 4 45 45 40 40 30 30 2
4 dn 45 45 40 40 20 20 2
4 4y 35 35 40 40 0 360866.119 044"
4 4 35 35 40 40 60 60 2
4y 4 35 35 40 4.0 50 50 2
4 4n 35 35 40 40 40 40 2
4 4 35 35 40 40 30 30 2
4 4n 35 35 4.0 40 2.0 20 2
4 4y 35 35 30 30 0 160725.029 010®
4 4 35 35 30 30 S0 S0 2
42 4y 35 35 30 30 40 40 2
4 4y 35 35 30 3.0 30 30 2
4 4 35 35 30 30 20 20 2
45 4n 35 35 30 30 10 1.0 2

*Differences between observed frequency minus calculated one.

*Unresolved lines

“Weight is 0.1.

*Not include in fit.
“All Q-branches are taken from ref 18.



Table 4-2 Molecular Constants of PD, (in MHz).*

This work Hayakashi"
A 145536.057(24) 145534.661(53)
B 121346.943(34) 121345.481(47)
% 65353.104(25) 65351.51°
i 4.1018(43) 7.234°
Ay -13.5257(61) -13.430(10)
A, 23.1075(47) 23.0304(96)
5y 1.8245(15) 1.8323(15)
B, -0.4155(23) -0.4344(30)
@, 0.00122(23) 0.0024°
D, -0.00692(47) 0.00105(81)
D, 0.00660(87) -0.0050(15)
@, 0.00320(51) 0.00821(81)
by 0.000208(53) 0.00086°
B 0.0° -0.00379(43)
s 0.00259(20) 0.00591(60)
£ -4465.040(60) -4461.87(14)
& -1217.417(77) -1214.61(19)
g, -5.575(44) 2382°
P 0.1194(36) 0.330°
. O -0.5364(130) -0.568°
A 0.0° 0.0470°
‘A, 1.8879(100) 1.864(13)
8, 0.0608(21) 0.0661(33)
‘8, 0.0782(65) 0.0701(96)
a(P) 208.376(48) 207.2(71)
T.a(P) -300.093(84) -300.17(15)
Tos-Toe(P) -943.353(141) -943 43(27)
Caa 0.483(27) 0.455(51)
Cab 0.247(31) 0.218(80)
Ci: 0.056(22) 0.0°
ai(D) -7.450(38) (-7.52)"
T.o(D) -0.172(91) (-0.16)"
Tys-Toe(D) -1.516(145) (-1.52)"

*Values in parentheses are three standard deviations in units of the last quoted

figure.



"Ref 18.
“Fixed.

Predicted values, See text.



Table 4-3 Spin densities of H,PO, (x =1, 2; y = 0 - 2) radical. (%)

PH PH, PO PO, H,PO
P? 86.7(1.0) 84.8(1.6) 67.5(0.7)  51.9°(12.5) 53.1(7.7)
0 . ’ 32.5 24.1° 31.5
references 27 17 28 29 this work

* The values in parentheses are the s-character spin density on the phosphorus
atom.

b Estimated values. See text.

Table 4-4 Spin densities of H,NO, (x = 1, 2; y = 0 - 2) radical. (%)

NH NH, NO NO, H,;NO
N® 81.6(1.1) 79.4(1.5) 669(1.2)  44.08.1) 40.3(1.5)
0 ; 5 33.] 28.0 59.7
references 3] 32 33 34 35

* The values in parentheses are the s-character spin density on the nitrogen

atom.
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