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Phase Relations, Crystal Structures and Physical

Properties of Nuclear Fuels

Hiroaki TAGAWA, Takeo FUJINO and Jun TATENO
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Phase relations, crystal structures and physical
properties of the compounds for nuclear fuels are presented,
including melting point, thermal expansion, diffusion and
magnetic and electric properties. Emphasis is on oxides,

carbides and nitrides of thorium, uranium and plutonium

(Reference number 384).
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ata) | bBA | e [y | (M &)
Th, 2.0 |Fcc, CaF; |Fm3m 5.5957 10.00 | 14
uo, 2.0 |Fec, CaF, |Faim 5.4704 10.97 ! 15
U,0g 2.25 |Cubic 18,32 |21.76(5.44x4) 11.29 8
U0, [2.313 |Tetr - 5.407 5.497 11.37 | 16
U307 2.33 | Tetr - 5.46 5.40 11.41 |17
Ughys  [2.375 [Monoel - 5.378 | 5.359 | 5.378 90.29 11.42 | 16
5-U,05 . [2.5 |Tetr - 1.813 13.18 11.15 | 1%
¥-U,05 2.5 |Momecl - 5,410 | 5.481 5.410 30.48 11.51 | 16
Us0; (2.6 [orth - 6,738 [31.70 | 8.26% 8.38 | 18
Ug0;;  |2.625 |Orth - 6.751 | 3,176 8.286 8,37 | 19
a~U,05 |2.667 | Orth C2tm 6.716 [11.96 | &.1469 8.43 6
g-U305 |2-667 |Orth Comem 7.069 |11.445] 8.303 8.38 7
y-Us0g  |2.667 |Hex - 8.78 9,18 9.15 | 20
5-U30g [2.667 |Orth - 6.70 |L2.46 | 8.53 7.86 | 21
Up»035 |2.916 | Orth - 6.91 3.92 | 4.16 8.41 22
a-003 [3.0 |Orth C2mm 6.84 |43.45 | 4.157 8.3% | 23
g-UD3  |3.0 | Momocl P2 10,34 (14.23 | 3.910 99.03 8,30 | 24
Y-u03 3.0 | Orth Fddd 9.813 [19.93 | 9.711 8.20 | 25
5-U03 3.0 Cubic - 4,146 6.67 28
e-T03 |30 | Tricl - 4.002 | 3.841} 4.165 [98.10 |90.20 [120.17[ 8.73 | 27
£-U0; 3.0 | orth P2,2;2; | 7.511 | 5.466| 5.224 8.86 28
A-Puy05 |1.5 | Hex, Lag0g | P3mi 3.841 5.958 11.57 | 29
C-Pup03 |1.51 |Bec, Mny0y | 1ad 11.¢3 . 10.2 29
C'-Puy0311.62 | Bec, Mny0j | Iad 10.95 i 10.72 | 30
Pud, 2,0 |Fee, CaF; | Fmdu 5.3960 ' 11.46 | 31
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Fig. 4-4 Lattice parameters of the actinide di- and sesquioxides

0875
0375,

[,.0]
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_ Fig. 4-6 The structure of a-Us0g viewed

Fig. 4-5 Arrangement of the additional along the a axis.
oxygen atoms and the displaced
uranium atoms in the room-tem-—
perature phase, projected onto
the (001) plane with the
symbols of screw tetrads.

{Ref. 6)
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Table 4-2 Crystallographic data for sulphides of thorium, uranium and plutonium

Space Lattice parameter Density
Compound 5/M Symmetry > 5 > -3 Ref.
: growe | L)y bw) | e | () | B
Ths 1. Fee, NaCl Fm3m 5._685 9.55 | 35,36
ThyS 4 L. Orth, SbyS; | Pbom 10.99  [10.85 3.96 7.88 | 35,37
Thy8) 5 1.71 | Hex. C63/m 11.067 3.992 7.89 | 35,38
ThS, 2, Orth, PbC3, | Pbom 4,268 | 7.264 | 8.617 7.36 | 37,39
ThyS5 2. Tetr P4p/m or 5.43 10.15 39
P4, fume

us 1, Fee, NaCl Fm3m 5.4905 10.84 | 36,37
U,54 1.5 | Orth, SbyS; | Pbmm 10.39  |10.83 3.88 8.80 | 37,40
U355 orth, UsSs 7.43 8,11 | 11.76 8.26 | 40,41
a-US, 1.93 | Tetr, UszSs I4/mem 10.26 6.34 7.52 33,42
B-TUS, orth, PbCl, | Pbnm 4.124 | 7.117 | B.479 8.03 | 42,37
y-USs Hex. 7.25 4,07 8.13 40
UpSs Tetr, ThzSs 43
S, Monocl,ZrSes | P2y 5.37 | 3.96 | 9.06 [97.2 | 5.86 | 42
Pus 1.00 | Fee, WaCl Fodm 5,5400 10.6 37,44
PusSy 1.33 | Bce, ThaPy T43d 8.395 9.41 45,46
y-PusS3 1.5 | Bee, ThaPy 1534 8.4590 8.41 | 45
B-PusSs.x | 1.4 | Tetr, CesS7 | I4/acd 14.90 19.78 44 47,48
a~PuySs orth, o-CeyS; | Poma 3.97 7.37 | 15.45 8.31 | 44,46
PuSy_y 1.9 | Tetr, Feph P4 /nmm 3.943 7.962 44
PuSs Monocl,CeSe; | B2,/a 7.96 7.96 3.98 | 90.0 4k

—g BT NaCl AELOT FROBEBE LR > (FE#EZ Fmim) . ZHE TH
N EREE TR, BMTTRRAT 2 F /1 FELLBHODTTRUNIREL/NEL, BTE
Ko EFERICHNT 253U, US. UP, UCEEMULTHE, ChontaBrRoTas
EENMLEESOHFIT) ~ BT A O EEDNR S,

Th,N, B Al ,C, WEwAEEEET 2%, Th-NOBEEREThI- NI #2534
Thill— N(LIAS 2318 & 24 TATH T, ThND 2588 kb ow/h&Ey, Paulingid
raa4 v EEThY T : 009A N T 1 LT1ATED, FOMRB2T0R TN B, ST K
TEE#» S RABOTIRTh,N,BAT LA F v EREIELE N, A-Th,N, (HHE&)
HEETTART A4 FThyN, (NH) OBRSWIC L ->TE>5 ",

U,N €2 20 DEREHS D, —2@Mn, O, BMELTHATHD, MiZLa,0,MAFRTSH
Bo Mn,O, BIZEH Ea—U,N, &IFiFH, EOERBEEROSFLFERBMEL TS S
(L54<N/UCLTS) . BEBAEOEMRT TILM0,0E (4 11) ThH~k, N/UkD
B & TR L. NSU>LT5 Tt CaF, MELI S @D UNo—y icZ 570 %)
La,0, B2 A-U,N, tEZnz, BFAHR HCOP) OofELXRHS, BHER P3ml Tk 3.
BEREeT 4 -2 -2 UM 20d: (14242), 2=025; NiI): 2(dl+ (Y5 24 2), 2=
0.6 4, NIII: 1(ak000 TH 5 °*,
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§/M atom ratio
Z 1.00 1.33 1.50 1.67 1.71 2.00 2.50 3.00
90 ThS Th;S3 Th;8,, ThS, Th,S5
91
92 Us UsSq U355 Uus, Us55 US4
93 NpS Np2S3 Np3Ss Np,Ss  NpS;
94 PuS PU3S:+ PuZS3 PU.SZ
95 AmS Am>5 4 AmSi g
96 CmyS3
97 Bk233
- 98 Cf,53
Structure B
Fec Bee Orth Orth Hex. Orth Tetr. Monocl.
Tetr. Tetr.
Bec Hex.
Monocl.
Fig., 4~7 Actinide sulphides
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Fig. 4-8 Lattice parameters of the actinide compounds
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N/M atom ratio
Z 1.00 1.33 1.50 2.00

90 TnN Th3N,,

91

92 UN UpN3 [UN; ]

93 NpN

94 PuN

95 AmN

Structure Fcc Rhomb Bee Fcc

Monocl:. Hex.

Fig. 4~9 Actinide nitrides

Table 4-3 Crystallographic data for nitrides of thorium, uranium and plutonium

Space Lattice parameter Densit
Compound N/M Symmetry P le cm ) Ref.
BIOWP | a(a) bea) |cay o8 (5 |8
ThN 1.0 Feec, NaCl Fm3m 5.1619 11.90 51 as Hex.,
Ao=3.871A
=Th N 1.33 Rhomb . G.398 =23.78 . 49,58
o 3Ny 3 om 53m 39 0=23.7 10.57 Co=27. 385
B-Th 3N, 1.33 Manocl ; .95 3.83 6.20 8=90.7 10.08 50
UN 1.0 Fece, NaCl Fm3m 4 .8895 14.32 52,53
wsUsN3  11.5401.75 | Bee, MngOj | Ia3 10.684 11.30 52,53
B—UpNs 1.5 Hex, La0z | Piml 3.700 5.825 12.42 54,55
Pul 1.0 Fcc, NaCl | Frdm 4.9050 16,24 56,57

-27 -
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P/M atom ratio
Z 1.00 1.33 2.00
90 ThP ThyPy
91
92 ' UP UsP, UP,
$ 33 Np3Py
94 PuP
Structure
Fcc Bee Tet.

Fig. 4-10 Actinide phosphides

Table 4-4 Crystallographic data for phosphides of thorium, uranium and plutonium

Space Lattice parameter Densit
Compound P/M Symmetry Eoc 5 5 ( cmf%) Ref.
gTOUp ala) c(A) g
ThP 1.0 Fce, NaCl Fm3m 5.833 8.87 59
Th3Py, 1.33 Bec, ThgPy, | I43d 8.6530 8.56 60
UP 1.0 Fec, NaCl Fm3m 5.589 10.23 61
U3Py 1.33 Bec, ThgPy 143d 8.20 10.09 61
UPs 2.0 Tetr, FesAs 3.81 7.78 8.83 61
PuP 1.0 Fee, NaCl Fm3m 5.664 9.87 62
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C/M atom ratio

Z 0.67 0.75 1.00 1.50 2.00
90 ThyC3 ThC ThpC3z ThC,
91 PaC PaCy

92 uc UGz UG,
93 NpC NppC3 NpC,
94 PusCy, PuC PupC3 Pul,

95 AmyC3
Structure 'Fcc - Bee Monocl.
(Bct
- Fce

Fig. 4-11 Actinide carbides

Table 4~5 Crystallographic

data for carbides of thorium, wuranium and plutonium

Space Lati%?i:f:e parameter Temp.
Compound c/M Symmetry = A P e Ref.
BTOW L Ly fha) e |8 |[U9
ThC 0.99 | Fcec, NaCl | Fuim 5.346 76
ThyCy 1.5 | Bec, PuyCy 8.5527 74
a=ThCs Monocl c2/c 6.691 4,223 | 6.774 |103°127 77
E~ThCy Bet, CaCp | I&4/mmm | 4.235 5.408 1460 78
¥=ThC» Fec, NaCl Fm3m 5.808 1500 78,79
uc 1.00 | Fee, NaCl | Fm3m 4.,9605 80
UsCs 1.5 | Bee, PupCy | 153d 8.0891 81,82
a=-UC4 1.96 | Bet, CaCy I4/mmm | 3.525 6.000 83,84
R~UC, Fce, NaCl Fu3m 5.49 1750 85
PuC 0.93 Fce, NaCl Fm3m 4.973 72
Pu,Cy 1.50 | Bee 143d 8.1330 86
a—PuC; Bet, CaCy T4/mmm | 3.65 6.094 87
8-PuCy - Fec, NaCl | Fmim 5.700 1700 | 88
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Fig. 5-3 Molar volumes (cc/g-atoms Th) of Th-Calloys as
: a function of temperature. (Ref. 13)



JAERI-M 6180

EETORBAAE L (Fig. 5-5) . BERERE LT, 20~1000C T ahic 2T
L658X10° . cHBIL-T1043x10 ¢ mEzon), 1765~2300Co K
BA-UC, Tit252x1 e T R R s B 2,
533 R r=7 b

PuC ORI DIEHSEL, 2OoLEEHRIBECL-THBEHVESZOT, C/Pul
0.7 PEMTRLIELEIEEBSESRMsNE, C/PuREREHOBEEKICONT, Boh

. ERIROAD

C/Pu BERAE (X10 ¢ ) X #t
0838 o 106 (25~7000) 25)
0.845 11.0 (25~7000C) 25)
0.8 83 969 (20~9060C)  286)
1016 (PuC+Pu,Cy) 106 (20~9000) 26)
>093 (PuC+Pu,Cy) 108 (20~78070) 27)

o PuCi—x DEEEREIIAKICERDL, 106~110x1 0 e T T h BT END B,

Pu,0, PREEFRRIZPuC b bAE<, 162 15 148%x10°c 'tH 3.

286 T T

H T
8-UCp+ €5
I
: 2 .6.10 ‘ . n
- _
g
> [+] 1
-~ N
£ &
o
d uc+ AUC, | = n
'i' 22|- UCis 7 o .
g U,Cy* a-UC, 4 .
2 3]
1
. - E ]
3 2 '
2 =
2 S8 380 g fa-uc,) 1
7
-] -
- ’—" -—
—
3§0F. [ L |
o 500 1000 1500 2000
TEMPERATURE, °C
, |
,,,,,/,,//”’/f’, Fig. 5-5 Lattice parameters of bct
_ | ¢=UC, as a function of
‘ temperature (Ref. 14)
i | L
o ] 1000 1500 2000 2500

TEMPERATURE, *C

Fig. 5~4 Temperature dependence of molar
volumes (em3/mole U) of uc-uc,
and UC; _xNy solid solutioms.
(Ref. 14)




—_— —

1
2)

3)

4)
5)

6)
n
8)
9)
10)
11)

12)
13)
14)
15)
16)
17)

18)
19)

20)
21)
22)

- 23)

24)

25)
26)
27)

JAERI~-M 6180

Bl
F. A. Mauer and L. H. Bolz, WADC-TR-55-473 (1955).
E. J. Skinner, Am. Mineralogist, 42, 39 (1957). )
C. P. Kempter and R. O. Elliott, J. Chem. Phys., 30, 1524 (1959).
A. Brown and A. Chitty, J. Nucl. Energy, Pt Bl, 145 (1960)
S, Aronson, E. Cisney and K. A. Gingerich, J. Am. Ceram. Soc., 30,
248 (1967). '
F. Gr¢nvold, J. Inorg. Nucl. Chem., 1, 357 (1955).
P. J. Baldock, W. E. Spindler and T. W. Baker, AERE-R5007 (1965).
J. A. Christensen, J. Am. Ceram. Soc., 46, 607 (1963).
K. Naito, J. Nucl. Mater., 51, 126 (1974).
T. D. Chikalla, J. M. Taylor, Plutonium Handbook, Vol.l, p.256 (1969)}.
T. L. Markin and M. H. Rand, Thermodynamics of Nuclear Materials
1965, Vol.l, p.145, IAEA, Vienna (1966).
R. S. Street and T. N. Waters, AERE-M-1115 (1962).
R. Benz and G. Balog, High Temp. Sci., 3, 511 (1971).
R. Benz and J. D. Farr, J. Nucl. Mater., 42, 217 (1972).
M. H. Rand and R. $. Street, AERE-M-973 (1962).
D. F. Carroll, J. Am. Ceram. Soc., 46, 406 (1963).
W. H. Pardue, V. M. Storhok and R. A. Smith, Plutonium 1965, p.721,
Chapman and Hall, London (1967).
P. Chiotti and G. J. Dooley, J. Nucl. Mater., 23, 45 (1967).
P. K. Ganzel, S. Langer, N. L. Baldwin and F. L. Kester, Advances
in X ray Anal., Vol.8, p.78, Plenum Press (1965) .
W. B. Wilson, J. Am. Ceram. Soc., 43, 77 (1960) .
I. F. Ferguson, R, 5. Street and T. N. Waters, AERE-M819 (1961).
R. S. Street and M. H. Rand, AERE-ML327 (1963).
J. J. Norreys, M. J. Wheeler and E. Gillam, Carbides in Nuclear
Energy, Vol.l, p.l, Macmillan & Co. (1964) .
A. L. Bowman, G. P. Arnold, W. G. Witteman and T. C. Wallace, J. Nucl.
Mater., 19, 111 (1966).
A. E. Ogard, C. C; Land and J. A. Leary, J. Nucl. Mater., 15, 43 (1965).
0. L. Kruger, J. Nucl. Mater., 7, 142 (1962).
P. G. Pallmer, HW-72245 (1962).



JAERI-M 6180

6 # E

G EEEE SRS T SN D, HROMRRELLTHIBETS 5, LR SE 4
BEAE BN, B TH-T, BBECOOTRELORESRDHLCBEL,

6.1 Bt
6. 1.1 Bfbs +VU v

ThO, ®BEDHHKIIMorgan and Yust ) (1073~1673K), Bdwards et al
(1173~1673K) WLsTHIFE SN o %%%Fl g- 6—1IARTo Morgan Vi pk
FieooThlEL, EEbzsrF—& LTI 47 keal mol™", Edwards et al )Gi*ﬂﬁ
FIOLT6 5.0 keal mol” EH7zo |

) w ADiEE I Potead and Morgans). Hawkins and Alcock4) o T eI,
#BEAFig 6-11KRds Potead and Morgan DERTE, BEETOEBLDE v
f»&@&ﬁ%@ﬂﬁﬁﬁ@kgwmf,#ﬁ@Lwidﬁ%#ﬁTmm<t,ﬁﬁmﬁfé
B C LB EHALT A A —i1690kcal mol " TH A, Hawkins and Alcock?
2R A0 BBRRERRNTEAC.

D (cnf sec™ =125%10~ exp (-58800/RT) (1873~2373K)
6.1.2 B{tvzv '

BHTHAERBRICENUO, EELERHNUO,,, T2 T, BERL V7 YOH Eﬁ‘%&%
BOHEEhTO S, RRARBBRAHOMEO /UIIKET 5.

0 (LEERICHE U0, HOBEEOMM  Auskern and Belle® 2x=0002~0004,
Contamin and Stefani® 2 x=0004, Roberts et al. ™ idx=0010U00,, K
S NTHEDL &AWt ChODERRINTROA—ER LIS, RRTEROT 4
TEB !

D (cnf sec )—115exp (—'56700/RT)
Marin and Contamin® ﬂi*?qﬂfﬁﬂ%ﬁﬂ&b’c, ZHETHEL. ﬁiﬁ%ﬁﬂi

D (cm? sec ') =026 exp (—59300/RT) _
5% 54120 7% Roberts O#EER% x— 0 {CHIET 5 & Marin and Contamin @ Eff
Eic#z cnoomREFig 6- 2RT .

) FEMAFEEUO, foBEOLK: O/ Ukd2holinziad, BROBACHLESA
B2 A%< B, Thorn and Winslow © BUO, ., OBMAZMHE L BT RIEOER L5
U, BEOBCERERAH

2)

1
D(cm? sec ) =002016{ x+ ([ x* +500exp (~40,900/RF) J/z}x
exp (—35100,RT )
coXRLTLULERBLEI-FELITL, xibfj(*if(m%&fﬁﬁfbizﬂf* —hhE Ry,
EEESAEL LI EDHIEREELTHMICHMT 5, Mathews * (23 E/EBICS 2 5
S BROPEABE~ELHIC, D/ x&1/7T OBEFELE 3 SOEEHRICOOTRRLE



JARRI-M 6180

-6 1. Marin & Contamin(1969)
2 1, Morgan & Yust \
-8l 2, Edwards et al.)- >
_ *
-8 L ©
1 2 '
-10 - .l A 1.15exp(-56,700/RT)
T §
3]
] o
@ |
o
e . 0 L o
8 -12 L 4 a -12
RN ¢
a N\ \
NN
“14 \\\ \\ _14, b O Auskern & Belle (1961) o
L \\\\ \ 3. Poteat & Morgan A Contamin & Stefani (1967)
\ 4. Howkins & Alcock
\ \\ . O Robert et al.(1968) a
\\ \ ~16 |
\
~16 |- N\
\ \ powder & 6 ;3 10 15 j&
| l\\single ?rystal | 7 10" /T(x)
4 6 8 10 ‘
_ 104 /T(K) Fig, 6-2 Oxygen self-diffusion in nearly

stoichiometric UO0,.

Fig. 6-1 Self-diffusion coefficients of thorium
and oxygen in ThO,: — 0, ——— Th.

-4
x=0.01 Robert et al.(1969)
6l x=0.,03
x=0.022 .
i 1969
x=0.124} Marin & Contamin( )]
...8 =
0.138x ex(-31,070/RT) Auskern & Bell(1961)
_ x=0.063
-10t
-12}
_14 L 1 1 1 ) A
6 8 10 12 14 i6
104/T(K)

Fig. 6-3 Oxygen self-diffusion in UC,4x (Ref. 9)



JAERI-M 6180

(Fig.- 6—3) o x{Z0004~0124 0ETEZY, BIEERR—ERECHED, HEEHRR
RRTREND _ , |
(D pyygen (cm® sec” ) =0138x exp (~31070/RT)
® U0, hov sy ol AEgEREs0s, Yt T R s—daonz koK,
—FH B, HARME S ELBBRBARECRD, IFMFERBLICLEELXT
EH5TEDL. SETHRHESNRLUO, EUO,y POV I Y OLBERORERE, EH
TE, EHALT R F—ERITRT o

7 (K) Do (cm® sec ) : AH (heal mol ) Ref.
1723-2058 43x107" ) 880 5)
1573—1873 0.2 3 | | 1046 11)
1750—1993 4x10™ ' | 70.0 12)
2173—2423 582x10" 727 13)
1673-1923 904%107 889 14)
1548—1923 0.13x*(1+10%x% ) h 8§50 8)

HEHEBIRIUO,, x OBRICKET 20T, Doildx DBIMICL 50 TAHB, Marin and
Contamin® REAFEERERICTD o=013x> ( 1+10°x" ), Matzke™ 21723K
T logD =— 1085+ 15%0g x; Marin et al-'® {2 fog D==108+19xgogx;
Hawkins and Alcock™™ 167 3 KDBERIFEMUIIC LogD=1136x—1447 THbD
T LM TEE, X5 Hawkins BV 7 Y OEBERSBELYHEECKET AT &ERLI !
2og Dy =0 184 gogp, ~ 1278

6.2 Zift®

SR ) Y AT B ECHEKOBER SO, LEEH TR, Benz' | HEEE Y YA LK
ERTAThN OREEEDSRHTHAE T 1900CTR23x10 7, 2100CTRLTXLT,
2400°CTHEHL83X10 "o sec ', FHALTAALF—12994E30kecal mol™ TH B,

éﬁ‘??quﬁ)gioDﬁaﬁiﬁﬁ:ﬁﬂiStruriale and Decrescente,lg) Holt et alalg)
WEaTRIESR, 2OBREFiIig 6~5RT L2, pRHBO—BERT, BT
A FE—125 50 kcal .mol—l’i"‘éﬁéo HEFRIEERCEKEL, 2219KTHRDN P%{'S
PHEHEONE .Y v5 v OHOEKE Reiman et al- 20 TioTHESH, BELDE
EEWIRET AENEBONTI A, 1873~2133K0oBTREEICEFRLL, HHEHAKE
WRTEZ oA dog Dy (ent sec ) = 1429 Zog PN, (Torr) — 1686, L%
#i2 Benz and Hutchinsonznﬂcioffﬁ\ﬂﬁ‘énko FEMBRMICHEE®L, LERAERKEX
RTH5ALNRS o

Dy (cm®sec  )=12exp (—120000/RT) -

6.3 @it
BAL b Uy A CET 2 H CHERONE RO, EFEERThC KoL THE S h”
5%“[.'7'3VTEiUCEiUUC—UCg%Ojﬁéiﬁ&Uﬁr}ygdmﬁﬁ;ﬁﬂﬁénf“éo'



-8 -
Dayis & 1. Auskern & Belle{1961)
Novak(1966) 2. Lindner & Schmitz{(1961

y 3. Alcock et al.(1966)

10l © 4. Yajima et al.(1966)
i 5. Howkins & Alcock(1968]
6. Marin & Contamin(1969]

TU

o —-12

[0}

(o]

=

[ 4]

iy

—14|-
-16|
1 L 1 1

D, cm? sec™!

JAERI-M 6180

10" /T(K)

Fig. 6-4 Uranium self-diffusion in UOg4x

-6

-10

=12

14

-16

Fig.

1 Sturiale & DeCrescente
(1965)

2 Holt et al.(1969)

Pyo (Torr)

o — 2x10%
o= 102
[ ]

- 102
*~— 25

o Y =10

.‘—l

Reimann et al.(1971)

! | | |

4 5 6 7
10%/T(K)

6=5 Self-diffusion coefficients of
uranium and nitrogen in UN.



JAERI-M 6180

UCKYT2BEELEFig 6—6KRToo D CONTERRRE, WRIRY 5 ¥ OHK
EMTHLZ. REOAEER LR OBO—HEZRTH, EHILTFALF—-1F50~9 4dkeal
mol ' DEHSBEIN T D, —RHICHIERERIC /U b TRE(RIMAND
Bo FOBEELTIRO/ U] T, RERRKIZEH, C/U> 1 TREVAZRED
mE s, FEVERC,BOLBRICLLIbDEINE, VIVOHCHEBEDAEE 3—HLITL,
IR NT B EMTEEN, BLTIEARAREFVHEOBRAMYESALHEE (cast) &K
kEgic, B EE B OBRHEER T 25 (zone refining) LARMHZELN L,
THOC/UDBKECHZEY 7 VORBRBERI/NEIS RN EASND . B2V F—1
60~110 kcal mol = OEiCH 3, 15?}]1:%(410hubb23') Wallace et alu32) e T
BIE &, UG, UpQy, UC, hoREFOECAUBERMERD SN TS,

b 1. Chubb et al.(1964)
2. Lindner et al.{(1967)
3. Lee & Barrett (1967)
4, Bentle & Ervin(1968)
-6 r 4 5. Krakowski (1969)

T
3 NN
9 \\ \Q \\ 1, > UC1,02
o W\ \\?___\UCl,ou UCo, 96
d 7 N INN T~
. \ \\\ uc \\ \\___
A .12t \\ \\2\ 100 N UG, 4>UC1 00 N5
\ N \\\ sUl1p2 UCq9s
\ ™ N
\ \ ~
\UCO 96\ \"'--.
“14 | NN >~
N\ \ ~
\\\ \\\ \'--.,_‘PCO.B’/'S
~
7,UC1,07 N UCi 00 ~ 2
~-
-16 ~
6. Makino et al.(1972) “‘~-2
7. Hirsch & Sherff(1972/73)
8. Sarin & Dalton (1973)
18— i ] 1 :
4 5 6 7 8

10%/T(K)

Fig. 6-6 Self-diffusion coefficients of uranium and
carbon in UCj+x: — C, -——— U,



JARRI-M 6180

OB
1) €. S. Morgan and C. S. Yust, ORNL-3160, p4l~42 (1961).
2) .H. S. Edwards, A. F. Rosenberg and J. T, Bittel, cited from
S. Peterson and C. E. Curtis, ORNL-4503, Vol.l (1970).
3) L. E. Poteat and C. S. Morgan, ORNL-4370, p.31-33, (1968).
4) R. J. Hawkins and C.B. Alcock, J. Nucl. Mater., 26, 112 (1968).
5) A. B. Auskern and J. Belle, J. Nucl. Mater., 30, 267 (1961).
6) P, Contamin and R. Stefani, CEA-R3179 (1967).
7) L. E. J. Roberts et al., as quoted by J. Belle, J. Nucl. Mater., 30,
3 (1969).
8) J. F. Marin and P. Contamin, J. Nucl. Mater., 30, 16 (1969) .
9) J.  R. Mathews, AERE-M2643 (1974).
10) R. J. Thern and G. H. Winslow, Thermodynamics 1965, Vol.II, p.Z213,

TAEA, Vienna (1966). .

11) R. Lindner and F. Schmitz, Z, Naturf., 169, 1373 (1961).

12) G. B. Alcock, R. J. Hawkins, A. W. D. Hills and P. McNamara,
Thermodynamics 1965, Vol.II, p.73, IAEA, Vienna (1966).

13) S. Yajima, H. Furuya and T. Hirai, J. Nucl. Mater., 20, 162 (1966).

14) R. J. Hawkins and C. B. Alcock, J. Nucl. Mater., 26, 112 {(1968).

15) Hj. Matzke, J. Nuel. Mater., 30, 26 (1969).

16) J. F. Marin, H. Michand and P. Contamin, Compt. Rend., Acad. Sci(Paris)
Serc. €, 264, 1633 (1967} .

17) R. Benz, J. Electrochem. Soc., 119, 1596 (1972).

~18) T. J. Sturiale and M., A. DeCrescente, PWAC-477 (1965} .

19) J. B. Holt and M. Y. Almassy, J. Am. Ceram. Soc., 52, 631 (1969).

20) D. K. Reimann, D. M. Kroeger and T. S. Lundy, J. Nucl. Mater., 38,
191 (1971).

21) R. Benz and W. B. Hutchinson, J. Nucl. Mater., 36, 135 (1970).

22) S. Takeuchi, T. Hanma and T. Satow, Trans. Japan Inst. Metals, 3,
105 (1964).

23) W. Chubb, R. W. Getz and C. W. Townley, J. Nucl. Mater., 1, 63 (1964).

24) R. Lindner, G. Riemer and H. L. Scherff, J. Nucl. Mater., 23, 222
(1967).

25) H. M. Lee and L. R. Barrett, J. Nucl, Mater., 27, 275 (1968).

26) G. G. Bentle and G. Ervin, Jr., AI-AEC-12726 (1968).

27) R. A. Krakowski, J. Nucl. Mater., 32, 120 (1969).

28) Y., Makino, K.Asahi, P. Son, M, Miyake and T. Sano, J. Nucl. Sci.
~Tech., 9, 569 (1972).



JAERI -M 6180

29) Y. Makino, K. Asahi, P. Son, M. Miyake and T. Sano, J. Nucl. Sei.
Tech., 10, 493 (1973).

30) IH. J. Hirsch and H. L. Scherff, J. Nucl. Mater, 45, 123 (1972/73).

31) S. Sarin and J. T. Dalton, J. Nucl. Mater., 48, 351 (1973).

32) T. C. Wallace, W; G. Witteman, C. L. Radosevich and M. G. Bowman,
LA-DC-8840 (1968).



JAERI-M 6180
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71 By

v s B, T b=y LB, TR A UEREABING FEKTH SN
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711 UO,

UO, REETK B BELT5, Neel BETy =306 308K
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SH L N BEETH B, =4 v P OEAEHEAEHE L TR Iahn—Teller 2R
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LAy REMERBICEID OBECRE LA H, REHKUO, D8 EMOIFUHEIT LT
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HEREEL2EY . a—U,0, 33 05K, $72U,0,1225 3KKREHSH. RAR
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(a} AF-1 type (b) AF-1A type

Fig. 7-1

Magnetic moment alignments of metal atoms
in typical antiferromagnetic ordering:
AF-1 and AF-IA.
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Fig., 7-2

Reciprocal magnetic susceptibilities
vs. temperature for U02+X (Ref. 13)
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rhombohedral angle o @E{LOBEEICLS 'Cﬁ‘ft'é’éoasj T ToeUTOREREBEEMN
BB ERECRDTE S

USHBER ol FHITMIC 2T form factor 2K, IhA 4 2Kz eRBETHIE
E— AV FLTOT003as08Bo05s0 CNERBTARUSHOY 5 >0, 512
T#H Y, magnetic electron BEAL, A VYHEMHEMEHASERELDOATHE LU
CH,, I ABERECELNET LV, RBATAFREREEARELT 5
Gardner, Smith D 2US BERCSWTHREANEL, RLEEEH(111) FAD
BRE—A Y L L5650, AHT0A, COBRDETFIMFOBLT 0 &85 20, BRI
BEFORBICLLEbDEEZ OGNS, USOBAWIRT —d Y FHTEFermi BAINIC
Bo CHEHERIC LTSN 0, BEIEESMEENS. " cRRUSD1801K K
BYBHETY FoE—588T. K emol " A0 D cimibitEand, £/, B
RBABO =2 Y FAURNZ O OR, REBEI/BERARCERS KD SN B,
BAMREICET 25— A F EBRFEROBEEFig T—310RT. 0 ®rh, £— 4 ¥
PREFERERCESOICHEL TV S, CRREFERSBLIREET 2L F - BRD

L, 2OREXMEAEBLRTC LN ERLEL S50



JAERI-M 6180

Table 7-1
Magnetic constants of US

Curie temp. Paramagnetic Effective Ferromagnetic Method of Literature
(°K) Curie temp. paramagnetic moment ([.LB) measurement
(°K) moement [IJB)
178 173 2.25 magnetic 25, 26
susceptibility
180.1 o specific heat 27, 28
180 1.02 (peowder magnetic 29
e 0%K) susceptibility
180 2.25 1.1 magnetic 30
susceptibility
- 1.55 (single magnetic 31

crystal) susceptibility

180 1.70 {single N.D. 3z, 33
crystal — 4.2°K)

By UBi

E

g 30 USh %
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3 . )
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2 v 2 $
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o zor s 4 UTe
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g or uN
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< 1 1 A 1
45 50 55 60 65

L]
Lattice parameter (A)

Fig. 7-3

Relation between ordered magnetic moment and
lattice parameter (Ref. 36}
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N FICA B, "H, HERBICL0HHL, EEREEAT, singlet &85 THILE-T
BALCESBIEINE, w7y « 44 YHEICIRRKKY (Ruderman—Kittel —Kasuya—
Yosida) mechanism EE S HSHEAEMEARB O, coRFTRZ (V771 HBEFHHO
EEEFH) 550 H2Kpa Kp :Fermi BHE) oM LTEBT 225, UV 2%
Bk, UVARBREHEEZ2CEBBETEELNIEDTHS - _

Adachi , Imoto™ ™ 2, com#A4+ s> RBE L4, RKKY mechanismiCL 24
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e CH AR BRERESAE N EHE, Sy FHREMNCERERE S5 500
COFETRTENLRD BOSEET, S &b —MIRERRICES ELE8EO
7202 US~—ThSHEERK
B O D 5 v BRSO E R I RR S B, BRBERON P YV L60atom %
LHESN TR, CAREBEDT, HREHT 2BEETH T4 08 THET LD

A0 pabe 7 2 CEBEESBAT A Y b, BHtkCuric BEOMBKEEER
47)

43)

Eoic by v AR (60~80%Th) , SMHEHCHEZ, 180~300KOMT Curie
—Weiss QT4 5, BRMEERTIZ90~95%US 0Ee o — THHEEBEOBE & To
DRECEBAEDRSH L. LOLBEEEHT TR LAEtRcoBERRAE LN (
thermo—magnetic &8) ¥ 5 0~ 4 KO THLRBIT 2@RNE 2,

723 U8,
R, PR EE T T ~T00KOBT Curie—Weiss BICiELH, T =—16K, &

P

%mﬁ%-xyka10%,itzgsKmxua%@$m1zsxurﬂméf@@Q
.24 US,
; 49, 50)
B8~T20K TOMTMHIIEHE T Curie—Weiss HIZREMNL, T, BEHMCRLULSE -°
a—USQ4C’)L\TU4+, 5f%, 3H4 & LT Grunzweig —Kuznietz ORDENET I
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US,, /325 KicSchottky EBHEZE0I7, Lbl, US, DBKEANALLFHE

LR DD o T, ¢ DRERFHEZAET 5L 10~35KiCdiffuse maximum &

2551}
725 Ths
EAEmIKEO SRS S De x=50%10 " emuemol o

796 PuS, PugS, . o~Pu,8;, PuS,

S+ NTIER T R IC7 5, PuS, PuyS, . 0—Pu; 8, , Pu$, ONeel BEE, Z1
£ha5, 10, 7, 15KTH 32, o —Pu,S, 1200 KL LT Curie—Weiss RIS
Ly, 206mg Tp=—650KA5Z 575, BETRKE (B MEELILE, Fig. 7

4GCC®1‘§%’E‘7T<'§”22)0 PuS@%Eﬁ@ﬁiPu%- in octahedral crystal field &2
. . 22
THREINL LD A
Table 7-2
Magnetic properties of U Th; S (Ref. 47)

setting X,=0

x Paramagnetic Paramagnetic Temperature
moment (FB) Curie temp. [°K) independent
' term, Ko

[10'6emu/m01)

1 2.25 173 300
0.8 2.40 120 200
0.6 2.17 46 450
0.4 3.26 -192
0.2 3.02 -254
o} 0 50
4 usm male
Ao .
x
x
%
T X

000

1000+

i n 2 : L " L " L L L
100 200 300 400 500 800 YO0 300 900 100G 10O T°K

Fig. 7-4 Reciprocal paramagnetic susceptibilities

for a—Pu,S3 (Ref. 22)
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73 =i#
731 UN

EETREEt s, Tni52K 5™ 52025 3K %) Néel @B, BGE— 4 v
Pt & A Table T—310RT . BREABIZETZEEREKFORE BABALEHTES
iﬁsg), 50010 emusmol ™ 561 DHELDH D o

TN UTETZ2E— 4 FORMA (001) @A® ferromagnetic sheet (001
WHEIC S —+— ORI L AF—I B TH Y Fig T-1 @), COEEDE~ A
YrPRYIVIBEFRD0OTS agTHY, BEEE—A Y FPLDBFEREIC S0, 20
Grunzweig—Kuznietz ORoE TSP, *H, Z'J’SI%EEE%GCCI:ZJE%’%%UT%%L, I,
singlet BEERELND, COE~2 Y MR 0TH B0, KBBEFA gL g Heycpange I2
WEETOISng25A2E305%, UL, 2OMICS 51" £FZ Tlmxing B &L
TH—HEBRAETHS D BE kM5 £ THESATNE O,

732 UC—-UNRBEBE&E )

UC;_, Ny, BxBAFOHEKBEHRTRIUN LA, KBPHETH L, xp/hs{n3
LB U REN KD, REREEOBEERI de Novion, Costa Pl knid 090
< x<1, Lander 521t £ niZ0864002<x<1THBEL 5, Kuznietz D3, COL
SELERECEBICIONBBRENEAZELZELZROIIKHEBLTNS : UNFDOY Z
»irUY, 512, RN TR D, tABACETFNZ (EBEF/U) KB5S 5,
RKKYMEFEILEDAF—I BDordering BZ=09~11TLE, AF~T#& 2025~
040 THET, FOMRBBALSESLTNC ENTHRENE, UNRTEZ=1BETH 5,
—F, REQCTYLLCERT 25, TOSRZRNNEHAL, REBEERIENL
LA EOTH B,

Lo L, Ommichi 50y Nt RGO BEERIc L &0 E, 04<x<1 0
BETRAGHER CLIFREO Y- 7BRAZNL, COx BV F s EFVICELT
BN D,

FEOHEOEERARE OMES 2 0 RIEORBHICRD LT ERERTS a5 00 0088

Table 7-3 Magnetic constants of UN

néel temp. . Paramagnetic Effective Mement in Method of Literature
(°K) Curie temp, paramagnetic ordered measurement
N T etmte
(°K) mament (,uB[ state [‘HB]
.
T -310 .08 magnetic 55
susceptiblility
(83 — 10478
-325% 3.1l magretic Z5
susceptikility
100 — 300°K)
52 -160 2.12 magnetic 36, 57
susceptihility
4 — 1000°%)
52 -247 293 KENDTK) magnetic 58, 9
FLEIN{PRIDTK] apaceptibility
(4 — 3150°K)
52 0.75 Mo 60
52 gpecific heat 61
33+2 3.2 [.75+0.05 N7 62
magnetic

susceptibitity
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Table 7-4
Magnetic constants of UP

Néel terp. Paramagnetic Effective Mcment in Method of Literature
(°K) Curie temp. paramagnetic ordered measurement
(°x) moment (ﬂB) state (p%)

123 3 3.56 magnetic 74
) susceptibility

130 36 3.31 magnetic 25
susceptibility

125 32.3 3.11 magnetic 26
susceptibility

129 49 3.24 magnetic 75
- susceptibility

116 -15 3.48 . magnetic 76
susceptibility

121 ¢ 3.15 magnetic 77
susceptibility

125 1.68(77°K) N.D. 78

1.93(4°K) N.D. 78

1.72+0.02 N.D. 79

(liq.N2 temp.)

[ |
200k AF-L AF-IA 8 F UP,_y Sy 7
=
EIW
307 10" g ol
tem g} E
) 5]
20 N
,\\_’/Isc{-ﬁ_ Pl \\,
| { .
1 | / : P 10 20 30 40 50 )
N Xw’f = | MOMMAL UPZ 3750 IS 2025 28 33 50 us
) o3 i X%
i"’; 7 COMPOSITION
L T
g g % E Py %0 Fig. 7-6 The magnetic phase diagram of

UP)-x5%. Ordered states in
histograms. F, ferromagnetic;

5, metamagnetic. Transitions
are indicated by blank areas in
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Table 7-5 Magnetic properties of UP; andIUPz-v ThP, solid solution

Compound Néel temp. Paramagnetic  Effective - 10° 1-106 Literature
(°K) Curie temp. paramagnetic (at 283°K) fat TN}
{°K) mement QHB) :
uP, 199+1 80+1 2.30 10,2 18.4 75
" 203 86 2.30 10.6 ) 74
" 206 §0+1 2.29 25
" 203 77 2.24 76
83% UPZ__
7% ThP2 198+1 T4+1 2.28 9.1 16.7 75
80% UPZ——
20% ThP2 196+1 68+1 2.27 7.8 12.8 75

Table 7-6 Magnetic constants of UjP,

Curie temp. Paramagnétic Effective Ferromagnetic Literature
(°K) Curie temp. paramagnetic moment {#B}
{°K) moment (FB)
138 2.77 1.16 74
144+5 2.8 1.22 94
151 - 2.61 25
134 2.76 76
2.7 1.55(0°K) 95
140 2.76 96
144+2 145+2 2.70 } 97
138.3(by cp) : 98
ijﬁ.S(by Cp) : 82
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Table 8-1 NaCl

6180

% at -196°C

VEC péOOK(U £ cm) S3ODK(uV K hH R3ODK(Cm3 ¢ ) |y(eal K2 mol™ D)
ThC 8 120¢16),(17) | -10 (16) -8 x107%  (26)
ThCg 96 7.84 196 (20) -19.9 (20) |-19.0x107"*(20)
ThCq a9 7.6 153 (20) -19.8 (20) [-18.3x107%%(20)
Thq 7y 6.96 166 (20) -1.8 (20) -6.7x1074%(20)
ThCp 91 7.64 -9,7x107% (21)
ThCp 858 7.43 -6.8 (21) -7.5x107% (21)
ThCp_g23 7.29 168 (21) -6.5 (21) -7.5x107"% (21)
ThCg go9 7.23 155 (21) -5.6 (21) -6.0x107% (21)
ThCp 787 7.15 145 (21) - -5.3 (21) -5.5x107" (21)
ThCy 77880 _ 108 | 765 150 (26) -7.0 (26) -6.5x10" " (26)
ThCy _gz5Ng 725 | 7.88 88 (26) 112.0 (26) -5.8x107" (26)
ThCg_5378g 380 | 8.05 54 (26) -10.0 (26) -4 .0x107" (26)
ThCq 10 uag | 8-29 40 (26) ~8.5 (26) -3.5x107"% (26)
ThCqy 203No,738 | 8.5 28 (26) -4.0 (26) -3.2x107% (26)
ThCy_gooNp 937 | 8-8 20 (26) -2.8 (26) ~2.0x107% (26)
ThN 9 20 (19) -2.8 (26) —1.6X107% (34)
ThP 9 30 (36)
Thy g81Ng_319P | 9.64 100 (36)
Thy 177Ug,823P |10.64 300 (36)
UP 11 570 (36)
ThS 10 70 (40) -5 (40)
Ug.25Thg 758 10.5 210 (40) +12  (40)
Ug_sThg S |11.0 420 (40) +23  (40)
Ug,75Thg 258 11.5 550 (40) +5  (40)
US 12 280 (40) +60  (40)
ThS 10 50 (41) 0.94x1073 (41)
Up 25Thg 758 10.5 7.90x1073 (41)
Ug_goThg 1S 11.2 320 (41) 8.35x1077 (41}
Uy, g2Thg, 35S 11.64 ! 340 (41) 4.43x1077 (41)
Us 12 220 (&1) 5.58x1072 (43)
e 10 47.5(16) | 50 (16) 4.42x1073 (19)
UC1 98 4.99x1073 (19)
uc 10 30 (23) |
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VEC psooK(“ 0 cm) SSOOK(uV K R300K(cm3 ¢y | y(cal K 2 mo1™l)
UouosGouesPo02 110 (23)
UeussGas90,16 160 (23)
UCq 95%g g5 10.05 50 (24) | +38 (23
UCo 75Nq o5 10.25 60 (26) | +45 (23
UC, Ny 4 10.4 70 (24) +59 (23)
UCy WMo g 10.6 90 (24) | +50 (23
U, N g 10.8 120 (24) 70 (23)
W 11 160 (24) | +40  (23) 9.6x107° (19)
UN _ 11 150 (27) | +50  (27)
UP 11 280 (35) 2.3x107% (37)
US, 5Py 55 | 11.25 ) 7.3x107° (37)
US, sPq s 11.5 - 14.3%107% (37)
USO.75P0.25 11.75 5.9X10‘§ (37)
Us 12 300 (39) | 450  (39) 4.4%x107% (42)
PuC 12 260 (17) +5 (16)
PuC 12 260 (18) +5 (18)
PuP 13 880 (18) +8 (18)
PuS 14 2600 (18) | -20  (18)

~— Jemperaiure (K}

1250800 300460 300 200 9

T

Fig. 8-1 Thermoelectric power S vs, 1/T,
electrical conductivity in o vs.
1/T, and electrical conductivity
in (o T3/2) vs. 1/T for a
typical nearly stoichiometric
U0,4x single crystal (Ref. 8)
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JAERI~M 618U

TEZ SNBH, COriE7 I LAt Ed AEFOREBEHEN ) ZR0T
r= {273y 7 k¥ N(&) {7

EELCEBTE S _

Dl R HIC AN k5 REEREMOT, E#Lxo, S, R, 1 S0ME»S5NaCl Bk
é%®#%UT~E§.#+UT—®%E-§EE.71»i11w¥—,7;£VNWK$
Héﬁ%%ﬁﬁ&ﬁﬁﬁéﬂ.itc%bt%ﬁ%ﬁwf-%%ﬁﬁwﬁféﬁﬁﬁUénf
B |
821 Hit#

UC OESUEH 12 Carniglia® i£&b, UC, ThOB LU PuCOBRERS XUKREE
ﬁumgaem-mm;@.itmm®ﬁﬁ$;@m@%ﬂmegrgmm;@%n%
ABlE Sti. Costa 5@#SE%E Fig, 8— 28KV Fig. 8- 3R, ThC 9 KLUF
B EN S R, Westrum 5213 UC OIBR HEAERE L7,

EEEHMAROK/NLHIZE L TIEZ, Auskern e’:eu)'m) 5., ThC—x OHEH, & - EH
BrUMEZE %, Sakanishi 50 HUCi— OEREZREL TV 5,

NaCemihamEoBEREORRAEALT, CRICELREIBRHNBEORMER HTLE
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BTH B ThOI-OTIR, Oz =120#Qcem . Sggx =—104VK . Frh — A HE
. ThCix BEUTh, N) DEAAREL T, R =—8x10 enfc” &75h, UCKHE
LTiz, Costa, Ohmichi 52 Osook =4 5~504Q2cm%Z 52 T 425, Carniglia -
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PuC DT, O = 25040cm, Sawx = 54VK " &7 5,
822 ZEi# _
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Fig. 8-2 Electrical resistivity of !
carbides vs. temperature it \\j“ré
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Fig. 8-4 Resistivity as a function of
valence electron concentration
at 4.2° and 300°K (Ref. 26)
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Fig. 8-3 Thermoelectric power of
carbides vs. temperature
(Ref. 17)

Fig. 8-5 Hall coefficient as a function
of valence electron concentra-
tion at 4.2° and 300°K (Ref.26)
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Fig. 8-6 Electrical resistivity of UN vs temperature from
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