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o]714 C; = 81.613, § = 548.68, C, = 2.285x10°, C; = 2.360x10°, E, = 18531.7
= YT

for UO24x

(92 6/ T E —E,|T
c, = -G 4 oo, 4+ 2okl

T2 (?T—1)? T?

1714 y& OM ¥l & et

for SIMFUEL

b @%exp(Og/ T)
T (exp(@y/ T)—1)*

: E
C, = + kT + &—T%exp(fED/RT)

2R

o714 k's = k(1 + 0.0116), R=8.314 (J/K-mol), B + Einstein temp. (535.3 K), Ep
= Frenkel defecte] 3ol R (157.7 kd/mol), ki=296.7 J/K-kg, k.=0.0243 J/Kz—kg,
ks=8.745x10" J/kgS YEMAT, = ALES vtk

ot

gald s 49 Kopp-Neumann H =& w2t}
for PuOs
Co Tm = 228656 + 866927 - 338107 + 3950.51 ° + 9853.537" - 744.2177

714 1= T Tws HERATE



Abstract
Published experimental data relating to the enthalpy and specific
heat of UQO2 UO2x and mixed (U, Pu) oxides is reviewed and

recommendation put forward for enthalpy and specific heat of these
materials.

We recommend the specific heat of oxide fuel as a function of
temperature as follow:

for UO9
CL6%"" CEe ™7
_\ve _~a3tecs
Cp = T2(63/T— 1)2 + 2C2T + T2
where

C, = 81.613, § = 548.68, C, = 2.285x10°, C3 = 2.360x10", E, = 18531.7.
fOI’ U02+x

2 0/T
c, = C,0%

— /T
yCF e (-
T2 T 26T + : T?

where y represents the O/M ratio.

for SIMFUEL

k1 O%exp(Oh/T) : kEp B
Cp = Tz(exp(@E/T)fl)z + kQT + 2RT2 eXp( ED/RT)

where k> =

ko1 + 0.011f), R=8.314 (J/K-mol), B

.

Einstein temp. (535.3 K), Ep
Frenkel defect®] &A= (157.7 kJimol), ki=296.7 J/K-kg, k,=0.0243 J/K>kg,
ks=8.745%10" J/kg and B is burnup.

for PuO;

Co Tm = 228656 + 866927 - 338107° + 3950.5T7 ° + 9853.531" - 744.2177

where T is T/Tn.
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2. A9 HE 54

2.1. v 49 A9

Nge gYRRE 99 Fhsd HEd 4 9t dS Uyl 24t oo
Aere] Azde] mAe o go] Aol & & g
o 4@)
¢ }#TIEO( AT (1)

71 AQeE ATY 252 &gt v o3 d%S velhiyg, Alxde] Ak &
3l intensive property® H ¥ UEW o3 2o

R

ol
c= = = % ©

A7 ATA cv A2 &9 A (EE B)S dH% ASA7=d Zash
@0 7 gpecific heat =+ specific heat capacity2t 3t™, J/kg-K T+ J/mol-K
5 2k vHESs A WHS A 4 AHOA Ee dA B3 EdA

A F 7 gel Qo G BE GE vhebdth

e ropR

¢ = (az), © = (), ®

oA71M dQ = dU + PdV

o vheha 5 gl

dU (P=const), dH (V=const) °|P& 8| E& t}&3 2
_ (.dH _ (dU
¢ = | dT)p ¢, = (47), @

=% Hagold dQ = TdSelmz geldy gAude thga 2o ek
st}

&

¢ = 1(5r), o= 7(ar), ®

Helmholtz free energyw A9 FAIE s AsS s|Aste=d F&30H, b &

e wANoEYE A4 T& & vk



F = —FkzgThhz

o 714 kpE Boltzmannn 35 (1.381x10 % J/K)E e, Z& partition function.
= gewt 2o,

Z = 2exp(=Ej/kpT)

AANE G= S==(JF/JT)hE °l&3te] t53 2ol yekd = gl

¢, = 1(57), = ‘T(%)U ®)

ek AAuE e Uk FEREYH 8 5 th

o
ofy
>
N

Ir
__\T(_‘I
iz}
fo
g0
ng
rlo

C, — C, 2= —&—+ (7)

Q7NN V2 B B3 =V (9V/0T), & BIARZAS, Kr = V' (dV/IP)r

pot Kr 3 glowd 9] HemRE ¢ #e GE AT & Aok il A
Bo/39 4 Gol o 1%, Bp/691 A G,ol oF 0.1% Rm= mlmlshct,

2
2
)
O
als

Cp:(Cp_Cv)+C]+Ce+CNI+C/ (8)

o714 (Cy, - Cy)= NG, G AAAE 1Y, Ce d=dA vld, Cu A7)
4, C'= vacancy® order-disorder transformation®] ¢J3F H|<€S uyEldth A= <9
54 5, AE7F d=EAolvt ofyu, Aol ofHul Foll ols) Hlde e AR
#



2.2. M1 Q9] A de

v o] gist A= 3 LA FEEH A1ZH AT 1819 Dulong ¥ Petit= A2 4] o
A 1370 A AEe] HES At dAAHNA G dEFE vd (J/eg-K)H «
A S s o= “dAT

o t}’2t+= Dulong-Petit [1]% & o]t}
3 FEY 3d S ARYE, IAE olF= T
s el oA 3kT7F Hw, N7i ¢

= 3NkT7F €t} o] & oyA= =

(A w5 Buigde 1499 JE5Re] duAE $FduA PY/2m 3 mo™®/2
o] gtell wlelst= A AA o AAFHAT. o] Ao st 2z} IS Ht
How 1/2 kT 719& stuz, F&o] FajAH kT 719& stAlE. 3xk ol A
ArE A AEete dAke] olyA= 1xe] 3ujelmg HA Wt ouyA= 3KT7t
)

Um = SNaksT = SRT (9)

o714 Ng= Avogradro ¢, ks Boltzmann &, RS 7] A4S e

9 HomRe Agnd

o

tgat ol T

&
E

Com = Un/dT = 5R (10)

o] A¥= Dulong & Petit7} A@ Aoz Atstdl o= Dulong & Petit W= o]zt

21, 3R = 5.9616 cal/mol-K = 24.9432 J/mol-K %<& Dulong & Petit gtolglxL

Stk Dulong & Petit H 22 1840-1860 Atolol &gt disix 2 ghxlo

ATE T dsHAeH, FF=Y v S dAREY Hde Felie

Kopp—Neumann %2 o] &7 5 AT},

o] 4 Wzt msl V& wug ve Lwoa gk #I A A7) o
Al

2
of Atk dwkdow w7t HAghe] wel Dulong & Petite] Aol 413t

4

= ] Hlof
dohe e @A Hdth RE g4 B 48 e 2xdA SRut ed T
7b 0 ol 7Rl wet dom Hrdvhs e G Sl A2lA ndel o

A SfAe] AEEol Al WelA dAte] FAAE dF HAFH, oEH 4



2.3. Lattice Specific Heat

Lattice dynamics®] 7122 A7 P A ANA Z3 A5AY S5HH FHol 4
£5E %3 42% (harmonic thermal vabration)< 3thE 7FA oo},

7}. Einstein model

1907 Einstein< Plancke] 7}A

o
=
o 7 QA5 BE wd AEFF vE AAE o 93

o714 N2 5, Ex HT YA, he o= , kpE Boltzmann A<FE et 9
Al s
x)

2
3Nk3( [?BQT) ) e R w/kyT

1714 he/KpZE Einstein temp.2}il 3o},
ok 257} ol kpT > Aw (the high —temp. limit) ©]™,

)=

hw/kgT 14+ hw
¢ =1 T olmm gyRauxe mde ey 2.
_ 3Nh w _
U= T4 Chwlkyn—1 ~ 3NesT (13)
C,= iﬁ = 3Np=3R  (the Dulong and Petit law) (14)

Wl £x7F =8 A ¥9E Dulong and Petit g3 o X 3t}

—hw
ey vbek Revb uks e, BTy (low-temp. limit) ©]¥,
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qEeld sk wde theat g,

_ _hw
_ 2 _hw
C,= 3Nk3( 70 exp (=7 (16)

ek A 0%el g el we v g 0o A

Einstein 212 @& 2&=oA H]do] W7t RS & A3 o Planke] o] &9
MAY @ 2R E 259 AeAE to] AES 37 S8 qUAE 71A
M, 2 2R E BE AFAEe] EEF UL AR FES AUt o] & 7t
Al A 7] witel o] gk Einstein o]&o] AF g Aottt F, EE 2EdAE 3N/ 9
AsAEe] BF A& 719 gtof ujde] A ghol HL3hA == Zloltt.
gy e RRA SAHXA Hoh YT 2L god ueh A3 ek okt 2
LFERE

1}. Debye model

e
ol

we 2woA Einstein 29 Hekatz] 98] Debye Edo] ipsgkt}
Einstein 7zt 9xtE0o] BF wd Msg vE 7HAL 1 FIFH FHoA A= =9
A A x3t 2sS shvha MY LYY Debyes AR AATE FE A
& st AR Fol S3ket e 5A4dolgal 7HA st

Debye7} A Ak Hel A= th53 2t}

o, 3VkB4T4 ’ x3
2720’ fdw ’”"/T  27%hK 3 [dx ef—1 a7

A7 M x, = hwp/kyT = 0/ T, 8= Debye temperature= YERAH thS3} 2o},

27 L
g —-bv . (T

o] 714 8% Debye =2 UEWITH

total phonon energy



» 3
U= 9NkT (—L )3f — (18)

e’ —1
_ 3Iih 2 w, 4 huwl/t
Cy 277203]@37‘2 0 dw( hwlt__ 1)2
3 4ex
=9INkp(—5 ) [ dxil)z (19)

o714 N& 17ke] 4 xp = TS vhehdch.

A2 GHolA S xp —oool A

o) 3 o oo o 4
_x 3 _ _ 1 _
fo dx 1 fo dx x SZI exp(—sx) =6 § 15

T< ¢ U= 3z NegT* /56° (20)
4
Cv= 2 Nry (D)0 = 234Nk (L) )

9] 2] Debyed T® WHS Uehlls Aoz Ao Hde 259 3% Had3
ot 19 2-12 Einstein modelel 213+ BH] €3} Debye modelel &gt H]E& el
Z o]t} Debye modelel| |3+ H]<¥ o] Einstein modelol |3+ v} oF7F 3 A4 e}
WUt} Debye &&= 2%7kad wiel H]do] 3RoIA FA3] Zo]E7] Adle &x

5 YERdT
t}. Anharmonic effect

Einstein® Debye: 1A 9A+7} harmonic vibrationS 3thE 7FASle] v IS

B 2de FHstar. 2RAES e 2 AgSlA ol Fojzith

- No thermal expansion.
- adiabatic and isothermal elastic const. are equal.

- elastic constants : independent of T, P

- heat capacity : const. in high temp. T > 6

a8y AAls ole g8 2%t Eobdel upgl ulY ko] Dulong & Petit 3Rt A
A Aot o= 1Al PAVE % F7bel wEl ¥ ZsES ] wiolt 19
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N)

-2% copper®] WS YERH Fojth AHE X3} MFo g AL x5 AE
v %x3 JE vdS, a8 528 AMZAE S neutron scatering S ©]-83Ho]
g vl s dEhdlE Aotk v xsxlwe] JFs siAs] A e d

A4S %3 (quasiharmonic)9t €73 W] 23} (explicitly anharmonic)2] 7]l &
o]l ATt Aol thE WY FIe 2% oEAS ¢ 49 neutron
spectroscope dataZF-E T8 A= total (F3Fe W xR3le]l §) ZAx dE=T
(lattice entropy) T+ ZAAF H]<¥ (lattice specific heat)S #o] aglsts= Zolt) =
AR v g SAZH] Aol= AEHAF (conduction electron)el]l 23 Ao = 3
AME L gl

—

Fﬁ

s
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r —QL' oxl 1

3 _
o Debye

E.

-
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Fig. 2-1 Temperature variation of the specific heat in the Einstein and Debye

models.
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Fig. 2-2 Comparison of the hamonic contribution (dashed curve) and the total
harmonic plus anharmonic contribution (solid curve) of the lattice vibrations to the
specific heat of copper as determined from neutron scattering measurements with
calorimetric measurements of C, (solid circles, solid squares). The difference
between the total lattice contribution and the calorimetric data is well accounted

for by the contribution from the conduction electrons.
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H] Z 3} 4] (anharmonicity) ©|
[e)

F(V, T) = F* + F*
o714 Fihe #23} 7]o],
MR Ao U o 1%
2t

Co(V, T) = C,™ + C,°

4d v x3 AqA vd

e} (e}
s AT

Helmholtz A}-ol 4 A=

et ol

(22)

ol A (T>6p) &3 wlx3} 7]ofe] o3 nld2 C," = SRATO|t

hw/kgT

w (hwl KgT)?e
Cé: fO (ehukaT

_1)2

1

T _dv
- S )g( v)dv

@}. Lattice vacancy effect

et o 29
o) Wxse s =

A A vacancy %:EL

q

T
s =l
™

ny = A expl-EykpT]

714 Er= vacancy @74 oYU A, A = explSy/kslE HEFHTE Vacancy
Wi YA F7F= nyVaEe©

CUdC =

{—XWX] Z7bshd vge

}df(nvNAEf) =

o

2ol A WA 3= vacancy WE O

u] o) 47

_]
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2.4. Electronic Specific Heat

bl o%k mQe AEAAY] £BUAR Ptk AUA e8 2= AR %

%j_x T
¥2 Fermi-Dirac +Wl3+2 53 o] Yepd 4 9t}

f(E) = —(— ef}/k,;T
e

+1

a9 2-3& F-D 42 o2 %ol Fermi &% Tr = ep/kpd T2 Uetd A
otk 0 KollA 0<e/er<l FGolAE BE dUiAgae 943 AYPAU v =
g/ep>lol A= H]oj9lE step function® & yebdth 13y %71 F71ge] w0
<g/er<l FH9 AAEC] 7|H] FEIL glep>19 GO St T<<Tr
of XA Hdol| M= HEda 7bae JFge Ak kT AUAE A= Ak
&S T/TeolE2 UFolUA F7F= Na(T/TeksTeol®, Ao Hde C. =
ORT/Trolth. ALoA C.& o 102 REA Axu|d o] 1% A Eo|th

keT<er o ALFRA 004 T 744 2% o AA4nLe G487 f2d 4 3
7.
AU=UCT)—U(0)

sU= ["dee DOfte — [ de e Dlo) (25)

D(e) - No. of orbitals per unit energy range

C,= {fTi - [ dg(g—eﬁf;%y(s)

C. = D(Ey) fooodE(E—EF)ff-%

Cu— ki’ TD(ER) [, dex*~ 2 s (26)
_ __Ep
low temp. — ¢*~ () at 4 KgT
Er
AR T OK,T T PR 2% ke

co x 2
2 e _ 7r
f_ooa’xx (" +1)? 3

Ce/ = J?;ﬂ'z D(EF) szT
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AN _ 3N 3N 3N
DE) =g =5 = DEI=Zp =p T,

Cu= 5 7 NksT/ Tr 27)
upgb] AAHE S T Ty PR E To] Mgy oz ng ),
r T T T T T T i
1.0 ) i ] |
N
T
S 06t T =047, i
L
\.
2 \ 2
N
:: \.‘_‘
0.2} Y =
! N,
§ \
3 -“\"'-.____
| | | 1 L 1 B e
0.2 0.6 1.0 1.4

£fe

Fig. 2-3. Variation of the Fermi-Dirac function as a function of energy for various
temperatures.
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2.5 Z7] ¥]¥ (Magnetic Specific Heat)

AN =7 o 7)o o3 njdo] girh. A2 = ferromagnetd} ferrimagmetoll
A wde 796 u &8l antiferromagnetol] A= TP vld gt} o] 1o = =}
| Blgo] Atypeo] HIALARJ] ASS FHHEtE order-disorder transitions A+
th vAgde] FEie 22k AWE el EAolth. e H[ AL Schottky HI A O R
paramagnet®] H| oA eI o]E MGG A2olA #FE uwf H] G A
HFY R Z7]E Zt= peak® Y ERTE

N

oz

¥ 2-1& AL, T < 6p/00, & 0 < Al
of wel o2 FHel udde tF o] £A AHE Tz e Aot

_13_



Table 2-1, & Summary of Theoretical Fesults for the functicnal Form of Vadous Conktobubions ko the Specific Heat of a Sohid

Funectional Foom of de Specific Heat
Eource of Specific Heat Cect™
Low Temeer pburea® Wodernte Temeerotues ™ High Tempembanes®
: i Vo S
Ciletrion Ceokributdan L1z 'G_,.— C”-T ra
Lertice Wik stme:
€13 Hecrapric L2z BT I‘!“ P Ot ke 2T 5.
Coneribution® Cut—781= 9% [~ g R L=aR|L - (=221 +..]
{5 ArhBcronic L2721 Ce=RRAT
Centribution _
E, *? E
Latice Monoss | 1 —_ L
= cE s il ™R fj—ji}.} Aempl '.E;;T‘]
Conduchon Eletmons T2 T o
{1} Mocreal Swte® L3z C=¥T C_:mL__m_ [ FI 1
@& Eﬁﬂu:":mﬂ'-":”"ﬂ L33z O =ay Tgm[ Eia?‘{ T
Spin Weses
1] Ferrormagrel o Lall =0 T'-g
Frrrimssne b
5
o s | PV LT
oerons-Lircer
Phese Trarsitices: | L4232 CA ([ T,-TH<fmT< T, C<A(T— T} aT> T,
Critical Aegion
Muclear Schottse Effect | 1432 =0 T=%

* Refers bo the section of this chapter in which 3 discussion of the corresponding theoratical medel is given,
® Tamporatume ranges may ke oxpressed ln terms of the Debwe characteristls termperature appeo=imately as: lew, T =BnS0: moderate,
BedS0=< T <8 : high, T=Bp

O (T, — T T T,

- 14 -



2H =AW B o]
7V AEer) = - Al89] ko] =T} (10-100g)
. dekslsl (| dold) o] SAe | - HasP) golehx] itk
ST Age - 2ol 2RI o) B,
A, AA), 7)Ae A7V s 1000 KAX 7427} 8
49
== oko] HlA
72 2] v ] WA 74 5= gol HIgo] ol
oeldjo| B2 n|io] 2|5
Fay | -1800 K7HA = g2 ow Flele Ve Sfste]
H|9S 2kEajolsitt
;{41:0]:‘9_
<A Mol Htol A ZAol
ANAFAL | - A BT AdolEls 7Fs Aol H]3)] Heer} "oy
AN | - vnd 1 A =4 A g AT
=5 (DSC) Al A J& - 1000 Kol gollA Z7gek
AL
= R d L= b _f.xi =
RAEE a&EA 300 K =74 &2 7, A el 2A7)s
. 2—]1:1: H]er_x% o];ﬁ . g
o= ] . olglIA]E= =Ao =S
7t AR abae] $A5 1500 KoJaloll M= SAo] E7Fs
617 - AlET7F aolels Hgolsh | - BA dAA RS 4 2
227k . - 80-1000 K74 A¢] Y9l - Ao AT
=Y A ) )
T a2k NAGT} 7 ghslae 24 Bt
A A=) vk
A&7} vz Frh10-100mg) | - Aozt =4o]
F717vE™ | ACH E4= sl ZHo] vl | - gde] Ao gt
A
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3. 2tgtE AR HE

Sho A 2bwf Enfel o] AF e B G2 Dulong & Petit %‘011 wel 3R Zhe zrit)
T At meel A the g vhebdth £50b 4@l uteh Debyeo] T ¥
2o wel 2o 3Fe Hl# gtk o] Planke] o]Zo AT W LEAAE AF
o] Az WAFAET] WFS 7)o FEI AUAES 7FA 7] wEo|th, oM
Dulong & Petit gt2.t} o ARAA HAd}. o= B Z3A%E, A=A}, defect 59 A
o] dojrt Anbdon ApuAe gt Zo| vehd £ At

;

[e3

C,=(C,-C)+C +Ce+Cy+C (8)

q71A (C, - C)E B HE, CE AANSE H4, Cev A=A HYE, Cue A7)
v ¥, C'= vacancy$} order-disorder transformationol| 2]3+ ®H]E & e UO=
ARk AstE e ge] oA AA AEAS ZEoen, CaFx7- %9k o] A transition
o] %k 0.8TmollAl AT o] wiZo] v 7|7 % depxith. AsEddno nd
of B3I AE e AFFH AF[2-11, 13, 15, 22, 24-36, 42]¢} review E &) 4] A

AT [12, 14, 16-21, 23, 37-41, 437} FaA = Atk UO: [2-7, 9-12, 16-21, 23, 25,
32, 34, 35-43], PuO, [8, 22, 23], &3 A= [7, 13-15, 37-41], SIMFUELS W] #3}

5ol 3¥ UO, [24-33, 42], non-stoichiometric &3l I &2, 7, 11, 13-15,
31, 43] B =AM AR [42]9] HldEo] AFEA.

7oAl 71T

Kerrisk and Clifton[12]= 7]Eo] 23 d 555

Elv= 54S "ol 43 458t 1400 K= ]-fr 2 1 0] 0}9% o] }e &%k
o] ARt 548 Ao v4de C A
H Y, Coe B HEE VTME JERNRITE 1714 a = AIV(OVI6 T, 1 = -1V(( 4
V/ 3 P) o]t}

1400 K o]do] Xo|A njde] 43 A5 U0, At Aoz sAstdct. 2
FEA N g Hd B A (excess heat capacity)> th& 3 o] yERE 4 Qi)

Cp = %eXD(_ED/RT) (33)

o174 Ep= 29 F4ldAE et

ek U029 & HlE2 ¢ A58 ol&dte] taat &o] ved 5 gl
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K 6%°exp(8/T)
T exp(0/T)— 117

K;E
+ 2K, T + — L exp(— Ep/RT) (34)

C(T) = RT2

o}7]4 8+ Eistein temp. Ky, Ko, Kst= A5 YERATH

shel thest ol U

o

A % Qe

A

N

rr

_CH Al S A
1= T

AH(T) = [ CAT) ~ K,0{[exp(6/T)—11 '~ exp(6/298) — 11 !}

+ K,(T?—298%) + Kiexp(— Ep/RT) (35)

Kerrisk and Clifton> UO°ll t3ll, Gibby S[14] UO2-(20-25)wt% PuOz°l sl <
2o Aest 2% dA4 ouA & a3 2ol ksl

Table 3-1. Constants in Egs (34) and (35)

Constant Units U0, [12] UO02-(20-25)wt% PuOo[14]
8 K 535.285 539
Ep kcal/mole 37.6946 40.1
K cal/mole-K 19.1450 19.53
Ks cal/mole-K 7.84733 x 10! 925 x 10
K; cal/mole-K 564373 x 10° 6.02 x 10°

A
des e o5l
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3500 — 44+ 7

300000 - —— Calculated .
r O Ogard

250000 O Hein |
—_ 3 A Leibowitz
g 200000 | < Fredrickson )
S L
Z 150000 - i
© L
£
€ 100000 | i
m -

50000 _

0 B -
L L L L 1 . 1 . 1 , ] \

500 1000 1500 2000 2500 3000 3500
Temperature, K

Fig. 3-1. High temperature enthalpy of UO, as a function of temperature.

220 | .
200 | & -
A
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180 | K .
160 | £ -
140 | A .
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100 | .
80 | .
60 1 " 1 " 1 " 1 " 1 " 1 "
500 1000 1500 2000 2500 3000 3500

Temperature, K

Heat Capacity, J/mol K

Fig. 3-2. High temperature heat capacity of UO, as a function of temperature.
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Browning[20] 49| 7] o] el bt o] upro] Awatglt)
Cp = Cph + Canh + Csch + Cd + Cex (8)
A7 Copts AARAE WA, Com= AR ¥ %3 AE H]A, Cen= Schottky 23 ]
A, Coz BANY, Co 0L EHITL 17 332 Browningel Ak 7} vl
A7) & == web yERd ol
H ol A= 7|9 5 AR s 93 Hdo] 7Hd 2 vewoen Blxst s
Hldo] 7 A veRSth
T T T T T T T T
300000 - ® Phonon _
® Anharmonic
A Schottky
250000 - 4 pilation Pa -
_ < Sum of Component
g 200000 b * Exp.mean )
= X Exp.excess
é 150000 |- .
©
<
< 100000 | 4
I}
50000 |- / i

1000 1500 2000 2500 3000 3500
Temperature, K

Fig. 3-3. Components contribution to the enthalpy of UO, as a function of
temperature.

Hyland and Stonehamm[21]2 Camn ¢ CoZE TFS 9 2o 2 Vel

Can = 2B°kRT/K®

= 1.3x10° CuT cal/mol-K (36)
Cq = aZTV/ﬂ

= 1.09 x 10° T"% cal/mol-K (37)

o] 714 K = 7.15x107 erg/A, B = -10.8x10™"? erg/A S U }E}T].
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A%, v %871 %, Schottky 23, BF H|d So o3 AwEx Eae y& ]
st nl el 1500 KoMt °k 0.6 kcal/mol-Ke] #&Jo =7} &Aj3t}. 1500 K ]
Aol A el wE Hfgded s v 2

AHex = A + Be“RT (38)
o] 714 A = 572.3 cal/mol, B = 6.44x10° cal/mol, C = 3.946x10* cal/mol ©]t}.

# ol Ronchi and Hyland [35]% %o wh& H]geo] WS 4719 JHo = 1ro]
A4l oh

i) RT-1000 K: A x}o] Z3}x15 0] v de]
ii) 1000 - 1500 K: Az#}o] v z3} Fo]
ii) 1500 - 2670 K: At A2 A=7F nldol 9FS vA= 73t
iv) 2670 - Tm. : Schottky Zgto] F 11l 3+

1) RT - 1000 K

o] oA HEe] F7}i= Debye model= ™ == harmonic lattice vibrationoll
o3 A ujEt. Debye =7} 600 K ©]3}o ]‘ji 1000 K ©]9] &= A= Debye
g 10 "rh ol9le] o] oA HEL FIATE AoRE UMA o
719 ARpe] FEFolth. A 2olA 2o ‘ﬂl?ﬂﬂo}‘% oA Ut Fr UP U
of whHl#ste] ZHAste] 29 FiekA "

2) 1000 - 1500 K

o] ZEFRrolA HES 2o uel o3t Frhghtt. o] & lattice®] anharmonic
vibration wjitoltt. Hl=g 7IAIA E4S dEdE OE sEE 4§ W aolA
=438 Az o] 2% F3te] H|E 7] &7]E extrapolation $o=A FE 4 9dA L)

3) 1500 - T; (2670 K)

o] &X 7oA UO= tE fluoride 7% ¢ &g vdo] 343 A3}
et o, o= At HMxp Ade] P4 wEow EH@.FdE}. 0.8
A5 v]de] peak: Atransition 2 thE fluoride T-%ol
o] transition F0 F 2ol W49 ﬁﬂfﬂﬂﬂr ol&2 <ld] Tl A Frenkel *%2]

2
&)
i
-
S,
:Jd
El
>
>
of
o,
v

4% S7F e e B wdol B Aske o R A€ transition &%= -3F
oM Atael Aol wAs ke, V] Ak A H48] SUksks AR o
Ebsk

Mcinnes and Catlow[16,17]= UO.9} 72 fluoride 7%
ES

=1 = Can, SrCly, KsS,
ThO, # PuO.9] HldS Wl £43ke] U0, wde WA=l &

27h A A5

o
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b dutH o 2 fluoride 725 2= A 89 BH]Y =7}l anion Frenkel defect wfji-©
2 d#A Utk a2y UOE ol AlE9s P 553 IHA & AAER
g Ze ‘iExﬂ o] 2 valence band°l*] conduction band&<2] ©]&F%& HA7H °ﬂ°ﬂ
U A& &4-3t}. valence- conduction band2] HAlo]E oy #]i= 2 eVolal defect &
Aoy A= 5 eVEA HApe] ool HEY 4% A5 o & dFS vA= A
© 2 @433t} electron charge transfer reactiono] U0, 3dn|do] FE=zel o
¢S vtk ¥ a0l A= Frenkel defect’} 23 9&S vix™ vt fluoride +
Z9 A59

ulma W Aol 719g W] FHE Hide FuME oy
A peak7} LAY gt
Harding =[18, 1

] 1500 K o]l A vlde H5& 143ty &l vde nx=
U0, 9] defect 333 Al4EsA T :L-‘é—% small polaron models- ©]-&3}o] A+
2_1

K

]_
glol A electron¥} holed] ¥ %=+ B5%°lH, AA ] AEFE 3.3%E T3tATh
152 Frenkel defectol] t3l]A = 2000~3000 Ko 2ZojAl AP A= 5.1
eveln ZAdtEwi lattice @ °F 10* 719 defect® T3ttt ol EgR 158

electron disorder”} ionic defect Rt} o & AJI¢S F= Aoz F=H3 )
4) Ti - Tm

o] XEFol = vl Eo] YAl 438 "BolRa Ad FwRE 9A F43] oA
th. Schottky 2 e wiol WAL 2ol upel ot Shekn

Ronchi 5[36]2 A-transition ©]%°|% small polaron®] 34, anharmonic vibration,
Schottky-trios 5ol ¢3] BlE ko] A& F7kete= AS gelstdth

. 2

Z7] U029l Hldoll #3 A= 2 calorimeters o] §3lo] dEyZE Fala 9
gys ke IrE x4 o= Ul-‘ﬁré}oi H S ettt ol dEvE %
dot= Aol wep o] wEste] et HIEe 2 Apolrb gtk 19814 Fink
[B7]= &<t HE:{EJ B U0 mdel a3t }EE #A13}ke] A-transition (2670 K)
ofFe] ¥ E &R 1AAoR nASGlL oS W Ay 2670 K o] gl A
=E=H71A 9 H]%ﬂ% dAslrhar o . Z2# 4 Ronchi & [36]2 A= 7lst
laser flash F2]& o] &3sto] oA Ags vEdS FA43ATh 152 2670 K 9]
Aol 2xo A %= small polarone] #A], H|Z3}7% 2 Schottky-trios 5ol <& B <
= A% Adssivha ERE AT olAH AYIE xdskE Aol wet vd ghol 2
Aol & Hol7] wiEel A"y E 7HF & Ul = e Aol AlbEA. gy

4

=51

i3
2
p‘L

3R

o L

Type I. : H(T) = A + BT
Type Il : H(T) = polynomial

_24_



Type Il. : H(T) = polynomial + AT

Type IV. : H(T) = polynomial + exponential
Type V : MATPRO
Aelolel s exe) F5R e b3 dwEel wel tga g o gk Aol
t}. ol Fdo| Hu, e ddey BAS Faly] 93 u/HE So] fo]s}y)
Bol mg m=oNE Abgol golahy] wEel s Qe o 4EE Wyl

K A 2 1

Fink 5[37, 38] 2670 .
Z7] degyel nde A3, 4, 6, 11, 15]914 thaA S o] &3lo] dgye} nIdE
LFER LTt

Moore¢} Kelly[2]&= 1E5°] FA3 U0 A"d dolElE Maier and Kelley [44]7}
A A G thgo] A& o] &3t YER AT

Hr - Hagss = A + BT + CT? + DT (39)

C, = B + 2CT - DT? (40)

1 ool% e AFdSol [8-10, 13, 22, 24, 27, 29, 37-39, 42, 43] Maier and Kelley
7 AA G A& ol g3te]l AdolHE YEATH

Hein 5[5, 6] th&at 22 A& o] &3te] 159 Agd g g YelArh.

Hr-Hzs = A + BT + CT? + DX/(1+X) (41)

o] 7] 4] x=exp(E-D/RT), A, B, C, D, E + &5 R=1.987 cal/mole K& et}

o

2t} Browning[21] 19811 d o] el e Agdze] 23 dolHE (i) 298~1500
K, (i) 1500 K~2500 K 2 (iii) 2500~3120 K«] A Lx ggoF o] A4
th 2500 K o]ale] £x=gd o= Type |, I, HIE] F2lo] Ao & 2k
Aot 1 o]t EAGAA HES l?—‘fﬂ Hes A i
o Ao ﬁé £ Altstdnt. wgh 298 KollA o] vl #hs AAl =1 o= 1y
== ulat ol g Hole zo® WxIPrh 1E U0 A o=
Cp(298)=15.2 (caI/moI-K)@r Cp(1500)=21.4 (cal/mol-K)2] %= &<l

Carbajo 5[40,41], Fink [37-39], Matzke %[33]3} Gibby S[14]2 Kerrisk$} Clifton
[12]7} Albek A& w3 gy A& olfstal Utk 252 7T Exd A8
ES B35 U0 Hld 7)ol weEl 1400 K o] A3 o] 5 viro] Al
=, Adnld, B0, 23 vd Fol wep zt 7)ol gte ol &A A AS AlAlst
Atk 150l AAE HlE A& vhg 2o

1"1'.1
rlo
N1

N
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K 6%°exp(8/T) KiE)p
T exp(6/T)— 117 T 2K, T RT?

CAT) = exp(— Ep/RT) (42)

i

o] 7] A B+ Eistein temp. Ky, Ky, Kee A4S U ERWITEH

Fink [37-39]+= Kerrisk and Clifton7} Al A g 2] 3 Maier and Kelley7} #| A3 21 o]
|3t ndy dgduaE HepdAd 2= 7 R A 9d vEd v d T dg
3 delH = 22 1%, 0.5% olWolA dAgthar Hx el

k. O/M

U022 <lgd el vld e x7t S7HE55 =7 L]’E]'\/_]'D]'[ , 11, 33, 43] = A5

o] AF U0t 2ol x7F s71d 5 =/ veyton, dAawrt %‘ﬂ'%ki X94 2

o]l A A YERSTR[31, 33] U024 ZLEJ_ 7ol glo ﬂ/é]s] e 271 gk, 1
% 9

=1 =
gush MAde Padts 2

{o

dut EFAARNA (U, PuOxnel B¢ b 25

2 YEs o 1 Apol= Zrh[7, 13-15]
2. E&IAAFE, SIMFUELE B4 & 34 UO,

ARt o g EFIAAR AF UOETH dE] e Hdo] =& Aoz YERTHT]
U+Puel &3 dlds el dgue vde] A vepd A2 PuO7b UOHTE A
= 5~20%, 1€ % 10~40% A%E =7] wj&Eolt}. %3l stoichiometry2] e
7} hypostoichiometry 2] olets] Bt} =7 vebyko)
(U1yPuy)O2 MOX A= 9] 4 U028t PuO27t o3l aL

+F38ke] Neumann-Kopp HZloll whe} th5-3 zbo] vebd & Ut} [23, 40, 41].

M oM

it

$AE A Ao

[H(1)-H(298)]U1,Pu,02 = (1 - y)H(UO2)+ yH(PuOy) (43)
Co(U1Puy0s) = (1 - ¥)Cp(UO2) + yCp(PuO2) (44)

71M yi= PuO.¢l ERES YEH, HUO.), CoUOy)E

ety o} Bl d, HUO,), Co(PuOz)= 2o ulE PuO,2 eyl vdS vhepl,
Takahashi®}l Asou[29]+= UggssGdo 142020 7255 JA] E33d=

Koppel W& S #&3to] thao] 45 Agtstsd. .

Co(Uo.858Gd0.14202) = 0.858C,(UO2085) + 0.07Cp(Gd203) (45)



U meoME A A 3
aol= wAl 1.5%0 A kA -—t— TH30, 31]. ol &

= A=
sk = 9l

ekt 8 at% f4x9] SIMFUEL® UO.e| Hl<
3 oA WS Weld Fdsithar

SIMFUEL®] ¥l Fink ‘sof At AelM daled] dg= HErdlr] flste] &k
of 1z o] AFE thie AoR FAHse 73 ot
k' = ko(1 + 0.011p) (46)
o714 p= A4rE YEY
Z7hetel what w)

Ayama 0[42]% A4
UO.9] HI<E 2 1000

Fukyt 90l % U E o] yaoktfste A= direct heating pulse WH o=
%% (Gd [24, 25], Ti, Nb, Sc [26], Eu [27], Y, F.P. [28])°] ;i_?:;% U0,2]
AU 152 AR oA e Hlde] 43 FFste A

O
}3 ). Verrall and Lucuta [32]2} Matzke % [33]2 SIMFUEL¥} UO,9| H|E S

ofs

8
Wk o nﬂ,%

Aetd o, vGaortietel M g FA% o wxdsA xehdlvta st

], varof thste A AF&3E direct heating pulse o]l FF3tE A e Hap A
o] ~ALE (1573 K)7k W& drol BoBo] 92 A7]e] Eito] o] FolAx] ¢
& FARoR AAEA.

uh v el oid 2 A<

kol A A Enkel o] UOyel -4 2kl we Hd 757k v=27] wie HdS
ges] vetlizis A4 Frh 2y B2 AR5 mgom AP o]E4 ]
w3 AEEAG & 5 gtk F 328 B AFoA HEID ARE HFo|th
ol ARES UHSZ U0z UOzy, PuOz. MOX 2 SIMFUEL? H|¥S veh=
A& Algkstarat g

1) UO;

a9 347 5= UOx¢ Agu et vldS yeld Aoltt. Kerrisk and Clifton[12]> B
do] 7|FE "o R AV = o EARI AE AP e, T giFE HYE
of T3 HERIAMA Aotw] 1 = 20|t} Fink[39]:% Kerrisk and Cliftone] 2] 3}
Maier and Kelly[44]7} A|FgE 25 sAloll AQtstar glom, F2o] 71¢] Fdsirial
e a=g
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& Aol A= Fink[39]7F Altst A& thE3} Lol AIgkE

H(T) — H(298.15) = C,0[(%T—1)"1 — (/1B _1)~1
+ C[T?—298.15% + Cse “'T  (a7)

C6%"T CiEe ™7
__\wwe 3
T T—1)? + 26T + T2 (48)

C, =
o]714  Cy = 81.613,

6 = 548.68,

C, = 2.285x107,

Cs = 2.360x10’,

E, = 18531.7& e} ],

EG 919 5L 7Y o tew o] tehlgth

H(T) - H(298.15) = -21.1762 + 52.1743t + 43.9735¢ -28.0804t’
+ 7.88552t" - 0.52668t° + 0.71391¢f", (49)

Co(T) = 52.1743 + 87.951t - 84.2411F + 31.542¢ - 2.6334f' + 0.713916% (50)

o17]14 t = T/1000<= “EriH, A2 o] &¢= kdimol °]tt.

UO2n®] HIE-2 x°] Z7tell whet F7hsht, A=7F @A ol &3k Ao oy}
UO2n®] HlES Ed 2o g ASksr #eat= A9 glth. @A Matzke F[33] UO:

¥ ATPRO 21& HA3Y U0l HIES AQtsldith. 2 AFolA=
Matzke o] #Itst 28 UOyy2 HlE = A|<tstct,

Lo
z
e
2
s
o
<

C,6%"" yC.E e i
_\ve 3 a
Cp = Tz(eg/T— 1)2 + 2C, T + T (51)

npAul g y (=0O/M)E F713ke] O/M 19 &S e LT

a9 3-62 Al oJF UOxyo =5k e H DS et Aol

3) SIMFUEL
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SIMFUEL®] H|¥<& Matzke S°] MATPROY 21& $A3sle] A¢kal A& B oo
M= Alqkekt)

B k10%exp(@ 5/ T) , kEp B
Cr = Plexp@yn—1F T T T Gppe eP(ZE)/RD (52)
o 714

k's = ko(1 + 0.0118), R=8.314 (J/K-mol), Bt = Einstein temp. (535.3 K), Ep=
Frenkel defect®] #AolUA (157.7 kJ/mol), ki=296.7 J/K-kg, k:=0.0243 J/K’kg,
ks=8.745x10" JkgS UERNT, B A2x%EE vekd.

a9 372 9 AS o]&3ste] 19l SIMFUEL® ® g pepdlch

4) EFIYA=

(U1yPuy)O, =3 g o] 49 U0 PuO7t o] 44l 1g&AE FA =
rFato] ey e} vl €S Neumann-Kopp W Z ol wie} of&-3 zto] Aetsi}

o)
o
i

[H(1)-H(298)]U1,Pu,0; = (1 - y)H(UO,)+ yH(PuO,) (53)
Cp(U1.yPu,0,) = (1 - y)Cy(UO2) + yCp(PuO) (54)

o714 y& Pu09 E¥&S yElHY, HUO,), Cy(UO)E 7—}74 5o wWE U0,9
deg el vld, HUO), Cp(PuOz)t =0 w2 Pu0,9 4
PuO,= Harding 5o] A3 2& & AFoll A At}

H(t)-H(298) = - 32481 + 2286567 + 433467 - 112707° + 987.727*

+ 1970.717 + 744.217" (55)
Co Tm = 228656 + 866921 - 338107 + 3950.5 T ° + 9853.537"
- 744.2177 (56)

o171 12 TMmes ERTH

a9 388 9142 ol g3te] T PuOst EFAARY 1Y

o

LHERR A o]t
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Table 3-2. List of reviewed papers

. Temp. Data,
Author Materials Method Eq. Type [Source
Range (K)| Recom. Eq.,
M Kell U. UO H-data J. Am. Chem.
oore, Ke , 25
v ’ Drop | 400~1500 |  H-eq. M |Soc. 69 (1947)
[2] UOs
Coeq 2105
Conway, Hein o adiabatic 1100~2500 - - J. Nucl. Mater
[3] ’ drop e 15(1965) 149
Hein, Flagella J. Am. Cer.
U0, adiabatic |1200~3270 H-eq. I Soc. 51(1968)
Conway [4]
291
. H-data
Hein, Flagella GEMP-578
U0, adiabatic |1200~3100 H-eq. v
[5] (1968)
Cp—eq
. . H-data
Hein, Sjodahl, ] ) J. Nucl. Mater
UO, adiabatic |1200~3100 H-eq. v
Szwarc [6] 25(1968)99
Cp—eq
UOZ . .
Orgard, Leary Uss02PuO0.16:05.00 isothermal 1100~ 2500 H-data I IAEA, Vienna
[7] drop H-eq (1969) 651
Uo.802Pu00.19801 .98
H-data
Kruger, Savage isothermal J. Chem. Phy.
PuO: 192~1400 H-eq. 111
[8] drop 49(1968)4540
Cp—eq
Leibowitz,
: . H-data J. Nucl. Mater
Chasanov, U0, adiabatic | 2500~ 3100 11T
H-eq. 29(1969)356
Mishlor [9]
H-dat
Fredrickson a J. Chem. Ther.
UO, Drop 500~1500 H-eq. 111
Chasanoy [10] 2 (1970) 623
Cp—eq
Gronvold, UOz017, adiabatic J. Chem. Ther.
Kveseth, Sveen, 300~1000 Cp—data 1I
Kerrisk, Clifton Cp—eq Nucl. Tech.
Uo; Review | 483~3107 MATPRO
[12] H-eq. 16(1972)531
H-dat
Gibby [13] R 208~1700 | H N g [PEPLITME
110]0)% Top -~ —€q.
U0,75PUO(),2501,95 C “eq 73-19 (1973)
D

Table 3-2. List of reviewed papers(continued)
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) Temp. Data,
Author Materials Method Eq. Type |Source
Range (K) |Recom. Eq.,
Gibby, Clifton
. . . H-eq. J. Nucl. Mater
Leibowitz, (U,PwOs « Analysis MATPRO
Cp—eq 50(1974)155
Kerrisk [14]
Leibowitz,
H-data
Chasanov, UosPu0Op201.97 drop 2427~3003 H II ANL-8082
—eq
Fischer [15]
The C, of UO; should be attributed |J. Nucl. Mater
Maclnnes,
U0, review |to electron transitions rather than  [89(1980)354,
Catlow [16, 17] Frenkel defect generation SRD R140
Harding, Marsi, Eletron defects make a major J. Nucl. Mater
Stoneham UoO, calculation |contribution to the specific heat 92(1980)73,
[18,19] anomally TP827
B ing [20] uo i Co=Con*Cam+ Csen+Cait+C - Nucl. Mater
=Cypt + +Cyqit+
rowning 2 review 1) ph anh sch dil ex 98(1981) 345
Hyland, Uo It Chg 4610 T cal/mol-K J. Nucl. Mater
: evalution v =246 cal/mol-
Stoneham [21] ’ 96(1981)1
H-data
. J. Nucl. Mater
Oetting [22] PuO- drop 298~1610 H-eq. I
105(1982)257
Cp—eq
H-eq., Cp-eq.
Harding, Martin UOq, . The recommended for the EUR 12402
review . I ’
Potter [23] PuO, stoichiometric oxide should be used |(1989)
for hyperstoichiometric oxide
Inaba, Naito, chre'ct J. Nucl. Mater
U yGdyO2 heating | 310~1500 Coeq I
Ogyma [24] 149(1987)341
pulse
U0 direct J. Nucl. Mat
2 . . Nucl. Mater
Naito [25] heating | 310~1500 Cp—gr
U;,GdyO2 v e 167(1989)30
pulse
. . . direct
Matsui, Arita | UO,+Ti, Nb, | Solid State Io.
heating | 300~ 1500 Cp-gr
Naito [26] Sc 49(1991)195
pulse
. direct
Matsui, Kawase ] J. Nucl. Mater
(U1-yEuy)O2 | heating | 300~1550 Coeq I
Naito [27] pulse 186(1992)254

Table 3-2. List of reviewed papers(continued)
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Author Materials Method Raizren%K) Reclzj;t.a,Eq., Eq. Type |Source
. . direct
Matsui, Arita UO0+tY . J. Nucl. Mater
. heat 300~1500 - h
Naito [28] UO,+F.P. cang Comgrap 188(1992)205
pulse
Takahashi, Ur GO drop | 400~1000 };fiata o | Nucl Mater
Asou [29] R pSe | 400~ 1500 c e 201(1993)108
p_ €4
Lucuta, Matzke
’ ’ J. Nucl. Mater
Vv 1, T SIMFUEL DSC 300~1700 Cp—dat:
ngra asman pdata 188(1992)198
Lucuta, Matzke J. Nucl. Mater
’ "I (SIMFUEL )2+« DSC 300~1500 Cp—dat:
Verrall (31 | )2 pocatd 223(1992)51
Verrall, Lucuta U0, DSC 300~1673 | C.—granh J. Nucl. Mater
[32] SIMFUEL p~8rap 228(1996)251
Matzke, Lucuta
’ ’ U2« Cp—data J. Nucl. Mater
Verrall, DSC 373~1673 MATPRO
Henderson [33] SIMFUEL»:x Cp—eq. 228(1996)251
Morita, Fischer, UOs Review For UO,, Fink’s eq.(1982)
Thurnay [34] MOX For MOX, Harding’ eq.(1989)
J. App. Phy.
Ronchi, Musella - 85(1999)776
Sheindlin, UO, Flash RT ~2900 Cy—data J.Alloys and
Hyland [35, 36] Comp.213/214
(1994) 159
J. Nucl. Mater
Uo 102(1981)17
Fink [37-39] M OEZ( Review MATPRO, III J. Nucl. Mater
279(2000)1
ANL/RE-97/2
Carbajo, Yoder, For UOs, Fink's eq.2000)  |J; Nucl. Mater
Popov, Ivanov 0. Review For PuO,, Fink’ (1982) 299(2001)181
[40p A1] MOX of vha TTe=ea ORNL/TM-20
, For SIMFUEL, Lucuta’ eq. 00/351
UoO,
Amaya, Une, SIMFUEL _ - J. Nucl. Mater
Minato [42]  |SIMFUEL+Gd| 0 | 397168 | Grea I 994200101
Irradiated
. B | Assessme _ Cp—data J. Nucl. Mater
Kurepin [43] UO2-UO225 ot 800~ 14000 Comcq 11 303(2002)65
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4. 4 &

U0, B4R, (U, PO, % %o ATzl 243

% 22 23E AT

o

1. 293 KolA U022 AAFE 054703 nmol™, o]ufe] o2 W= 10.955 g/ccol
=

2. U02+x9f] EX}%'/IZ‘E X§0.25—°4 tﬁ'ﬂoﬂ/ﬂ (1U02+x:0.54691*0.0112X(nm)i ‘/]’E}‘ﬁ —/[:
ow o)F ol gate oeUEE T 5 st

3. U028t PuOs9] ko mE Az thed oz verd 5 it

for UO,
aver = 0.5448+7.85795% 10 °T-2.682x10 “T*+9.6918x10 T°+4.9892x 10 *

for PuO-
apuor = 0.5381+4.452x10 °T+0.7184x10 *T°+0.199x10 T+ 3.7x107°

i

4, 5o u}

i

ARGFE oG8 o WL}

rr

gest 2,

for UO,
pr = 11.0909-4.6967%10 1T+1.5922x10 "T°~5.4906x10 "' T°+ 1.4047x10™*

for PuO,
pr = 11.7642-2.9143%10 1T-4.3242x 10 *T°+8.1347x10 *T°+7.7603% 10 °

5. @9 Edlel the =59 dE vtk 2ol YERfIT

for UO,
dL/Lo, % = ~0.3574+0.0012T-2.8949x10 "T°+1.2994x 10 " T°+0.0761

for PuO-
dL/Lo, % = —0.2094+6.1586x10 " T+3.5083x10 " T°~4.9195x10 ' T°+0.0192

= p—
HAR A5

6. ol el Az

A

rir

Aoz AztE

o,

7kl 8=

tlo

PN
T 3l
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22 3% ddze Hd 54 A= AR

ojist et E S EWE 3 AR H
o

] [e)

= H pul T

ato], PuOz, (U, Pu)Oz, &=°] e U0y, diikd mE JFS 3t
o

e HE
oFal7] 919 ®ol sl (SIMFUEL)E $1%= Agwlel male] doje 2 mu
EAsh WG J) e B 245

1) G.E. Moore and K.K. Kelley [2]

Moore and Kelley = §-ehr w43 o]2bshs-ehy 9 4bibatSebire] 2wl & drop
methodS ©¢]| &3lo] =A &gt}

ojth, atstE el A9 MANAJN AFTE HolA Fou F&eo 49 935 Kok 1045 K
oA gy zhe] FA% oyt wAHALE Aol &= 935 KollA dEd e} dE=R
9= 7}7} 680 callgZt 0.73 cal/K-go]l o™, 1,045 Kol qdlgd]el dERZ3 = 7h7f
1,165 callg®} 1.113 callK-golAith. 152 A4 E v 2=3F=2 UEUSN
=

U-metal

U(a): Hr - Hagg1s = 3.15T + 4.22x10°T? - 0.80x10°T" - 1046 (A-1-1)
U(B): Hr - Hose1s = 10.38T - 3525 (A-1-2)
U(V): Hr - Hogg1s = 9.10T - 1026 (A-1-3)
UO2 : Hr - Hagg1s = 19.20T + 0.81x10°T? + 3.957x10°T" - 7124 (A-1-4)
UOs : Hr - Hogg1e = 22.09T + 1.27x10°T? + 2.973x10°T" - 7696 (A-1-5)
HAde 9o gy A& mEse gy 2o tEA)

U(a): Cp = 3.15 + 8.44x10°T + 0.80x10°T? (A-2-1)
U(B): Cp, = 10.38 (A-2-2)
U(): Cp = 9.10 (A-2-3)
UO2z C, = 19.20 + 1.62x10°T - 3.957x10°T? (A-2-4)
UOs: C, = 22.09 + 2.54x10°T - 2.973 X 10°T? (A-2-5)

2) J.B. Conway and R.A. Hein [3]

Conway®} Heine 2350 C7}#2] &%= <|o|A] adiabatic drop calorimeters ©]-&3}
o] UOx9 dlgdE F438tt. 152 159 AFZ4AE g go] %9 24
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g2 e
Hr - Hags = 21.71 + 3.1x102 T + 1.77x10° T2 (A3)

a9 A2 ko] wE deye ®stE yebd zleolth. 152 2000 K7HA 1% o]
el @9l A Moorest Kellyo] Zxket dAgktia Wgs)

3) R.A. Hein, P.N. Flagella and J.B. Conway [4]

Hein 52 U029 dEy e}l £3]E 2 adiabatic drop calorimeterE o]&3lo] 3270 K
7HA o] 2% ol A FAs A dEy dHolH e A EASHES YEh AL
g2 18.2 kcal/mol °]dt}t. 13 A-32 Hein

dom, °F 3115 Koloﬂt} ojuf el &3l

ol 7 dEuE | uheb eEbd Aol 1200~3100 Ko =W el 15
o] ZA3 dETE E}%ﬂ o] v o w2 vEr St

Hr - Haos = -11,688 + 31.937T - 9.573x10°T? + 2.577x10°T° (A-4)

o] 714 EFHAxFE= 396 cal/mol o]t}

100000

80000

60000 -

40000 -

Enthalpy, J/mol

20000

500 1000 1500
Temperature, K

Fig. A-1. High temperature enthalpy of uranium, uranium dioxide and uranium
trioxide as a function of temperature.
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Fig. A-2. High temperature enthalpy of UO, as a function of temperature.
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Fig. A-3. High temperature enthalpy of UO, as a function of temperature.
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4) R.A. Hein and P.N. Flagella [5,6]

ofo
ofs
o

Hein#} Flagella:= 196811 UO.°| <¢l€ ¥ & adiabatic calorumeterg ©
3260 Ko 2= flelA A&ttt 252 A2 34E M & vE
2o JeE oS3t o] YERHATH

e

Hr-Hs = A + BT + CT? + DX/(I+X) (A-5)
o]7]4 x = exp(E - D/IRT), A, B, C, D, & E & 4<% R = 1. 987 cal/mole K& 1}
Ef T

a5 ARARE 9 Ao 2] ted 2E U0 AEd A& AT

Hr-Haos = 20.58T + 1.566x107T? + 42659X/(1+X) - 7760, cal/mole (A-6)

o] 714 x = exp (6.25 - 42659/RT)S L}l

300000 -

m  Observed
250000 ——— Calculated

200000

150000

Enthalpy, J/mol

100000

50000 1 1 1 1 1 1 1 1 1
1000 1500 2000 2500 3000 3500

Temperature, K

Fig. A-4. High temperature enthalpy of UO, as a function of temperature.

tH
rob
=
g
rlo

9 A mEste] tgel Ao et
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Cp = 20.58 + 3.132x10™T + 42659°X/(1+X)’RT?, cal/mole-K (A7)

o] 7|4 x = exp (6.25 - 42659/RT)S L}l

110 ; T ; T ; T

105 |- -
L ®  Observed |
100 | Calculated i

95

90

85

Heat Capacity, J/mol K

80

75 . 1 . 1 . 1 . 1 .
1000 1500 2000 2500 3000 3500

Temperature, K

Fig. A-5. High temperature heat capacity of UO, as a function of temperature.

5) A.E. Ogard and J.A. Leary [7]

Orgard ¢} Learyi:= 1967 UOz9t (U, Pu)09 HES S52
calorimeterE ©]-&3}o] 1100 ~ 2500 K< QEW%’AOHH 73
ol FA% A"y ANRE vEd Boln. Eg gy A3 JJr?Jr ol
2 HEe vds u5 2ol x99 gEow YERAH.

For UOy;

Hr - Has = -183.9 + 8.770T + 5.824x10°T? - 6.694xI07T° (A-8-1)
(1338~2303 K; 0.4 %)
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For Uo.802PuQo.19802.00;
Hr - Has = 9403 - 7.071T + 1.393x107°T? - 1.798x10°T° (A-8-2)
(1168~2450 K; 0.3 %)

For Uo.g02PuQq.19801.9s;
Hr - Hoog = 549.9 + 8.004T + 5.773x10°T? - 4.650x107T° (A-8-3)
(1176 ~2470 K; 0.8 %)

For UOy;
Cp = 8.770 + 11.648x10°T - 20.082x107T? (A-9-1)

For Uo.802PuQo.19802.00;
Cp = -7.071 + 2.787x10°T - 5.394x10°T? (A-9-2)

For Uo.802PuQg.19801.98;
Cp = 8.004 + 11.546x10°T - 13.950x107T? (A-9-3)

220000 : : : :

200000 o UC% -

U.Pu_ O

0.802° ~0.198 ~2.00

180000

0.802Pu0.198 1.98

160000

140000

120000

Enthalpy, J/mol

100000

80000

60000 L L L
1000 1500 2000 2500

Temperature, K

Fig. A-6. High temperature enthalpy of UO, and UO,-PuQO- solid solutions as a
function of temperature.
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a5 AFAAEREH UOET U+Pue] &3 ddxme gdrt ¢ =2 o2
B th U029t PuOy7t ¢ aL8AlE o] F7] wiitel U+Pud] =3 3dze] ey
gt wjgol A vEhd e PuOx7t UORt &)= 5~20%, HIE] 4§ 10~
40% HE =Z7] wiLolt}. L3+ stoichiometrye] <237} hypostoichiometry2] <l €3]
oy =7 ek

Hgde] 49 a7 A79A & 5 AEA] UogooPuotesO2008] Hl o] E/F5ol wheh
e AR Wl B Asae AL & & AT ok Awus £xel tase
2 fitting & o 2% 1229 F57F =27 1/}15}147] oz AZE Hr) o] A
Agdaor] HEdS FET o & 227 T & 5 Qo
T T T
120 |- -
/./.
—=— U0, o’ A
¥ 110 - ¢ U0802Pu019802.00 /./ }} -
3 UO 802P 0. 19801 98 . /A
g [ } ./I/.
> 100 - NPT .
> e
g L 1
© e
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L g} / 4
o
70 " 1 " 1 "
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Fig. A-7. High temperature heat capacity of UO, and UO»-PuO- solid solutions as a
function of temperature.

52 T3k AXE9] A9} Mooredt Kelleye] ZyE 3384 500~2300 Ko W2
R fle A UOze didyel vjde] 2wgaE thgd 2ol AAsA

Hr-Haes = - 5356 + 16.866T + 1.732x10°T? (A-10)
Cp, = 16.866 +3.464x10°T (500 ~ 2300 K) (A-11)
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6) Kruger and H. Savage [8]

Kruger$} Savaget 192~1400 Ko 2= $jolA PuO¢ <&y = isothermal drop
calorimeters ¢|&3to] FA3sATt. 152 AFZAINE Maier and Kelley7l #|A] gt
AZ ol gt v 2 AS AAE T

Hr-Hoge= - 8468 + 22.18T+ 1.040x10™*T* + 4.935x10°T" (A-12)
Cp= 22.18 + 2.080xI0* - 4.935xI0°T (A-13)

9 A8, AQE 1Ee] AQATS o] A Aol % 1Pe Bl vheb

Aotk TR RRH APAR} & AXFHE AL &+ Aok

140000

120000

m  Observed

100000 —— Calculated

80000

60000

40000

Enthalpy, J/mol

20000

0

-20000 : ' : ' : ' :
0 500 1000 1500 2000

Temperature, K

Fig. A-8. High temperature enthalpy of PuO. as a function of temperature.
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Fig. A-9. High temperature heat capacity of PuO; as a function of temperature.

7) L. Leibowitz, L.W. Mishler and M.G. Chasanov [9]

Leibiwitz 5< U0,¢ d=ka]E 2500 KAl == 71A adiabatic calorimeterE o] &

ste] AT 158 159 APAAE o] &3t Ty A& AAEA
Hr-Has= -1.04895x10" + 3737.02T-0.435709T°+ 9.80305x10°T" (A-14)
o] 7|4 ®EFQ A= 155 cal/mole o] th.

T3 HeHs=09} 298 KollA Cy7F 15.2 cal/mol-K %=AS %338 39 vt 4<%

Al A8t STt

Hr-Haos= 1.01236x10%+ 3.05767T + 6.39631x10°T*- 7.43168x10°T". (A-15)
o] 7| ®EFQ A= 942 cal/mole o]t}
T 15S 159 AU} Hein 5o A¥el & A @chn wRsh
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Fig. A-10. High temperature enthalpy of UO, as a function of temperature.

8) D.R. Fredrickson and M.G. Chasanov [10]

Fredrickson®} Chasanovi= drop calorimeterS ©]-&3}o] UO,9 <lEal=S 500~1500
Kol Smwlelo ] SA4stalth. 159 89S ol8sho] 674~1434 Ko &1 9]
oA thed 2e Aoz dgduE A A S

Hr-Hags1s = 19.7614 T +5.49053 x 10™T + 6.9689 x 10°T"' - 7951.681 (A-16)
o] 21 o] ®FHx}= 29 cal/mol ©]t}.

TIEL Hr-Hagis = 094 298.15 KolA C, = 15.20 cal/mol-Ke] %71& 1eate] 29
8~1500 K9] =Wl Agds oo Aoz A s

Hr-Hags1s = 18.4272T+ 1.01027x10°T? + 3.40429x10°T" - 6725.69 (A-17)

9 Hom¥E 7@ e thed 2k

Cp = 18.4272 + 2.02054x10°T - 3.40429x10T2 (A-18)
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Fig. A-11. High temperature enthalpy of UO, as a function of temperature.
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Fig. A-12. High temperature heat capacity of UO, as a function of temperature.
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a5 Ay degy e 49 Moore and Kellye] Axwt} oF 1.5% 2 #S el
vttt dddas 3ol AolE W es] uEhvli= Shomate functions ©]-&ste] 19
28-S Tl 259 A7 Moore and Kelly B=+= Ogard and Learye] A3} wc} =
A YERSE 21} He

ein and Flagella®} Leibowitz 52 Ayt FAlsithE A8 wHds)t
ATE L Zpolol W AW S AP B T stetd el Wt wEow A

9) F. Gronvold, N.J. Kveseth, A. Sveen and J. Tichy [11]

Gronvold 52 UO20177 UO22548] &84S 300~1000 Ko 2= 9]¢l A] adiabatic
calorimeterE ©]-&sto SAAT. 172> 250 73 BE 7344-‘;—% smoothed &t
Zo|th. Moore and Kelly7} #38t algts7t 2510t 2A Jebd AL Fdatihuf i
o2 A5 ATh UO22s4 75 348 K 3ol A A-type transitiono] 3-2= 9]t}
w3 159 AAE AYnld, C,9 dilation contribution, Cy 2 unpaired 5 72}
electronoc contribution, Ce ¢} ¥] 13}t Dilation contribution thg-<] d<jst 7
Alog F& 4 9t

m[o o

Cs = Cp - Cy = a®VTk (A-19)

a = 25.1x10° K rJr i 4.87><10'1 m?/Ne] 7S o]-g3te] 298 Kol A 0.99 J/K-mol<]
Co & 78 F Utk
ko WE Cd &2 v 22 AoE 78 F Ut

Cq = aI'TC, (A-20)
o714 T+ Gruneisen parameterZ WEWHTE Anharmonic componente} electronic
heat capacityel <2]3} small dialtion contributionS- 5 A]3}32 harmonic approximation-S-
o] &&} 220X Gruneisen parameter= tho-3 7t}

' = aViCy = 2.1 (A-21)

aRAA @ 5 g%o] CrCeel gol AZAnTh A7) Uehton], o) 52 1zt
o7) W¥ox A7y,
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Fig. A-13. High temperature heat capacity of UO2017 and UO224 as a function of

Q

temperature.
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Fig. A-14. High temperature enthalpy of UO2017 and UO22 as a function of
temperature.
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10) J.F. Kerrisk and D.G. Clifton [12]

Kerrisk¢} Cliftone tiAle] tf& A dEo] F3k U0 ey datas 22olA &
FRMA ol AL A e AE ol&ste] YA 250 iyt E]O]Ei—c
Moore and Kelley, Ogard and Leary Hein, Sjodahl and Szwarc, Leibowitz, Mishler,
and Chasanov % Frederickson and Chasanov 5°] T3 A3 ZAio|t}, Kerriske}
Cliftone o]x Ao AlgelA AJHe O v T & &

FrEdy o] FA4st AFFAY AHPES P e=A T
o2 UOz9 HlE 4L 1400 Kolslol A= dwk A
Ao L o] 2rolME 3435 et
4 C, = C + Ceg & YEd
contribution®. 2 ®VT/m= YERATE o 7] A
o]t}

1400 K o] de] &xolA vldel §4% 45 U0, AAte] Aoz st 4
S Aol 913 7<) H] A (excess heat capacity)& thS¥ o] UERE 4 i)

=
44uld, Cei= expansion
n = -INV((dV/oP)y

Cp % exp(— Ep/RT) "22)
714 Epe AT FAUAE HERAT
5 oo2e ) A5 ol gate] 0o 2ol el 4 Ak

K, 6%xp(6/T)
T exp(6/ T) —11?

K.FE
CAT) = + 2K, T + Jj—aaexp(*ED/RT) (A-23)

R
o714 B+ Eistein temp. Ki, Ko, Kst= A== yEedit}
A= el oz vehd & ok
AH(T) = [CAT) ~ K0{[exp(0/T)— 11"~ [ exp(6/298) — 11
+ K,(T*—298%) + Kyexp(—E,/RT) (A-24)

Kerrisk¢} Clifton2 1 4] 9} 23 @4 A9A & a3 2ol T3
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Table A-1. Constants

of equation (A-23) and (A-24)

Constant Units Value Star.lde.lrd
Deviation
6 K 535.285 8.86
Ep keal/mole 37.6946 2.39
Ky cal/mole-K 19.1450 -—=
Ko cal/mole-K 7.84733 x 10 138 x 10
Ks cal/mole-K 564373 x 10° 204 x 10°
a9 A15E §) AL ol gdtel ANd dgvst e ATdsd 9 4IRS

e

350000

300000

250000

Enthalpy, J/mol

50000

200000
150000

100000

Aotk A #Hak= 2.7 %A

O

o
A
&

—— Calculated

Ogard

Hein
Leibowitz
Fredrickson

500

1500
Temperature, K

2000

2500

3000 3500

Fig. A-15. High temperature enthalpy of UO; as a function of temperature.
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Fig. A-16. High temperature heat capacity of UO, as a function of temperature.

11) R.L. Gibby [13]

Gibby &= O/M=1.987} 1.9521 Uo7sPuo2502x8] AT E A20A 1490 T7HA 9 =
L=Wflel A drop calorimeterE ©]-&3to] ZA4sttt. 1= Maier and Kelly7} A <Fgh
H g3 259 AL o]&ste] AFANRE b5 Zo] YESIT

OM = 1.98
Hor - Hoggx = -6748 + 18.41T + 1.504x10°T? + 3.361x10%T (A-25)
Cy(T) = 18.41 + 3.007x10°T - 3.361x10°/T? (A-26)
O/M = 1.95
Hr - H%gsx = -7288 + 19.651 + 0.7595xI0°T* + 4.067x10°/T (A-27)
Cp(T) = 19.65 + 1.519x10°T - 4.067x10%/T? (A-28)

2% Uo75Puo2sO1989] 37} Ogardel Leary’} S 3F UgsPup201082 NE3] 9}
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Fig. A-17. Measured
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Fig. A-18. High temperature heat capacity of Ug75Puo250198 and Up75Pug250195 as a

function of temperature.
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12) R.L. Gibby, L. Leibowitz, J.F. Kerrisk and D.G. Clifton [14]

3 md

Gibby 5 o3 22 Kerriske} Cliftono] A <F S o] &3t UO.-(20~
25)Wt% PuQ,2] ey Z A Lo]x 3000 K7H#A 9] =W oA et

H%— H% = K, 0([exp(6/T)—1]1""'—[exp(6/298) —11" 1)

A

A

+ K,(T°—298%) + Kiexp(—Ep/RT) (A-29)
B K,0%exp(6/T) K.E, B
C)(T) = T exp(0/T) — 1] + 2K, T + RT exp(— Ep/RT) (A-30)
o] 7|4 8% Eistein temp. Ep= A A, Ky, Ko, Ks= 455 HERH
SIA oA 2K T & dael o vdS vehuy, v A3t Ax4%
g ol

o% wae vEd
F2 87 Hf& 272 298 Kol <leru] = 00]1, UOp-(20~25)wt% Pu0,9] H]
£ 298 Kol Al U098 PuO,¢] Hl< o] g3te] 73 1553 cal/mol-K ©]th. Gibby
T3 12 gt AP Ay sS a2 2

off 12 ox o

°

Table A-2. Fitted values of parameters in eqgs. (A-29) and (A-30)

/ Standard
Constant Units Value o
Deviation
9 K 539 + 14
Eb kcal/mole 40.1x10° + 6.9%10°
K, cal/mole-K 19.53 —
Ko cal/mole-K 925 x 10* + 211 x 107
K cal/mole-K 6.02 x 10° + 66 x 10°

Y A9 9] Aol ot Oﬂ_%wﬂr A3 dlelEeke] nlato|th Puel Fke 9% H
A= 5% olloln ol A xtmtt #A vtk e O/M(1.97~1.98)0 o %
Apol= FAIE whair

I A202 919 WEdS YEble Aol o agze tE Al ofs Bad
dolEH & #Zo] vy Blojth dolHE Fhel ztel7h AlshAl vERUAL glom, o=
AL E Uetl= 4] Aol mjEow A Ert 1600 K ¢]3te] koA Kopp '
o] e vjda 9 How 73 dojHe & dAde Ao® e
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Fig. A-19 Measured mixed oxide enthalpy as a function of temperature compared

with calculated Eistein based function.
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13) L. Leibowitz, D.F. Fischer and M.G. Chasanov [15]

Leibowitz 52 UosPuo201972] NE 3] E drop calorimeterE ©]-83}lo] 3000 K 7}#] 2]
exslelA gttt APARE olgstel exel Yo trgt ol 1}
ER et

Hor - H%gs = -9.94997x10° + 37.0890T - 1.34238x1072T? + 3.20231x10° T° (A-31)

91 Ao FFEWA= 325 cal/mol otk ¥ A-212 1E5°] A3 At Ogardet

300000 F ' ' ' ' ' ' ' '
[ | LelbOW|tzU Pu0201 o
250000 - ® OgardU, Puol 1660108 .
©
£ 200000 | -
S
>
=
o
£ 150000 | }
c
1]
100000 |- §
| | ! | ' | ! |
1000 1500 2000 2500 3000

Temperature, K

Fig. A-21. High temperature heat capacity of UggPuo20197 and Uggo2Puo.19s01.98 as
a function of temperature.

14) D.A. MacINNES and C.R.A. Catlow [16,17]

Mclnnes¥} Catlow+= UQO,¢} Z2 fluoride ++%& 2z'= CaFa, SrCly, KyS, ThO, 2
PuO2¢] HIES vl #£43te] U0, HIE e WA Al 71 s a4ttt U029

_58_



g2 4 fluoride 722 Asst thE FEe Bt Ao fluoride TS
zr= A7 v|E Z7}= anion Frenkel defect W&o =2 <& X% Atk a8y Uoe
=]

o] & valence bandel
& 4=3%t}. valence-conduction
= 5 eVEA AL o]F o]

r
VoMo
é

[e)
ol Amef HE=H ZAHANA =& WHEEE e
A conduction band®¢] o]EHE HAAr} doyA=
band®] zAlelFel A= 2 eVeli defect &4 oA
H e F43 Ao o 2 9IS vAE= Aoz dasd).
electron charge transfer reaction®] UO,°] #}Ju| e F=4<Ql J3FS v ¢ 11
2o A= Frenkel defect’} 038 oJ3+S w2 th2 fluoride %9 A&t v wdt
] Az}o]Fol 7|A%k H|de FHE He=He T oA peak’} AT

15) J.H. Harding, P. Masri * and A.M. Stoneham [18,19]

1500 K o]dolA njdo] 543 F7lst= Y& Catlows electronic disorder”}
ionic disorder®.t} o FT o3ttty WE IS, Maclnnes <A electronic excitation2]
ToAS FHsA . ol Szwarce} Kerrisk and Cliftone] =33 = W= = 2 3}o]
th. wekA Harding 5 1500 K o] el A Hld o] 55 t8st7] f18 vldel mx
= U0 Y defect 913FS AAtaladtt. 152 small polaron models ©] &3+
electronic defectE 112{sle] ZAga o] w2 Helmholz energy} entropyE Al4ksH
St k=(0.0, 0.0, 0.0)¢} k=(1.0, 0.0, 0.0)¢] 7 f-of disl] AAste], AA F5 9.1
cal/mol-K F Wal 7Z$ 7.3 callmol-Ke JdE=ZyZ 3. =3 &g o)A
electron} hole?] %= 7H7F 1.65%c°]0, AA 2 ZA3tFx 3.3%S T3t 258
Frenkel defectell tisAi= 2000~3000 Ko ==oAl AEgFdoHA = 5.1 eVelH
AT lattice & oF 107 /9] defect® Talth o] EUlE 152 electron
disorder”} ionic defect Bt} 1§ & &S F+= Aoz FHsh

16) P. Browning [20]

Browning = UQO2°] et} HlH o] dolHE AEst g nx= G of
&l HEsIIth UO, W2l Frenkel defect, CpZ WENE o2 7}A] #2418 #2437
e A gk AP AIEA 2 dgDyd] mAE o =24 7
A5t

U0t 22 fluorite -39 UREAQl 54 LS %9 F7le] el anion sublattice <]
FAM7E Ao m S o] ZEAolA Hark He BldY Sk & &
Aozt U098 T3 d Aol 93 1400 Kell A *J/\O]QO] fluorite -3 9]
AZH ol interstitial o]l E°17F= Aol ASHUATE U0 HIEE 1500 KoliHe] =
LA w438 Frste Aol B A I =3t ofd A=l U029

¢
é
19

of,
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12 dEAS anion Frenkel defects®] A7 #AAETE =747 Ak
Frenkel 4 dyX e} AE=ZI = tpS3} 2o,

Table A-3. The energy and entropy of formation of Frenkel defects pairs evaluated
by experimental data fitting

Author AS% (cal/mol-K) AE®% (eV/defect)

Szwarc 7.46 1.55

Kerisk 7.88 1.64

Browning> Szwarc, Kerrisk and Cliton % Chasanove] g e} vjde] A ARE
A5t =4 Aol A Frenkel defecte] 57431 o® diffuse transition®] E}LEA]
22 Zs gkt Rande] 12 A€y A5 #A4S F3 7 7HA AMES &RlE

Atk AA 2650 KoldeolA Hd doleiel EdAze] AolE uEll= enthapy

residual®] F-s7} Wate= S gelstirt. F WA 2600 K o] 4o dgyvs 11e
g A dgds exd d@ow wadd, 3, nde] Atk AL FAHY
o,

Catlow:= UO,°l A electron hole disorder® #20 & &3t}
1. Disproportionation of lattice cation;

2U" < U™ + U* (electron hole)
AE% = 2 eV (A-32)

2. Lattice siteo Al interstitiale] X E o] %

OL & O + O, (Frenkel defect) (A-33)
AEOf =5¢eV

1ol Aol AE vlwed u electron hole disorder’} ©f ¥ 39 A3 A5 3l
t}. electron hole disorder7} Wl gl v X G&ko] th3k £42 Maclnnes’} A& 2o =
T B8tk

Browninge L& HxE g AF dolHE AT 1= (i) 298~1500
K, (ii) 1500 K~2500 K 2 (iii) 2500~3120 K& Al 2% o=z 1pyo EX a9
t}. 298~1500 Ko 2= H A= Moore and Kelly, Fredrickson and Chasanov %
Gronvold et al. 59 ARE AR o™, 259 HolH7E A= ZAdA = RS
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gelstdtl. Cp(298)=15.2 (cal/mol-K)2} Cp(1500)=21.4 (cal/mol-K)2] Zk:= 2213t
th g Cpe Y 2 E4 7] o8 R xIn
Cp=Cph + Cq + C' (A-34)
o] 714 Cpni= vibrational phonon, Cq+= dilation, C'& Cprek Cy 919 Y H]ES e}
Al Gronvoldi= 500 K o] 4toll A Schottky HIE 2 &# 7l C'&= 00] obdS &2lalsd
th 1500~2500 Ko ==® 9ol = Hlde] F43] Fsshe As st wet
Conways 9| HolHE A ste] 4419 gy AoA 24L& vd g thE do]E g}
T Aol Holu dgdE AR UrEM T oo gRE WIS FF AS o
2 v diolget frabe AS gelstddtt. webA g s dehes 2E Ao o)
o] 2w

g v el & dF%S vAE s 2 010]' 3 TF. 2500~3100 K Afo]
M A bolg Ry dgy A8 #5238 uf 298 KolA v Lk 15.2 (cal/mol-K)<]
3 3 of wet & AolE vEhin 7]Edd 2R E dely

A% F71E (48 cal/mol-K) YEl= A3 23X
1 (42 cal/mol-K)o. = = o]zttt 7]Eol| Wiy gy md A2 374 4F

Table A-4. Fitting function for the experimental enthalpy data.

Type Function No. of adjustable parameters
1 Quadratic 3
2 Cubic 4
3 Quadratic + A/T 4
4 Quadratic + Ae®R" 5

1A
N
N

(i) €=l A type 1, 2, 3 & A= H]=E 1 <
2500 Koﬂ/ﬂ 2 #olE e Y. Browningte (i), (iii) < H sl
T g 2 A& FHsdem, 3100 Kol A Hd kS 48 (cal/mol-K)= A<t
=

s
a
[e)

Browning> Hldel w X ¥ 7bA RS A

1. phononel 2]3t &3k

o] 2 e+ W2 Dolling2]l phonon dispersion curveE # &3+ W3 Harding]
Ae A4 Hsks Wiol vk o F WS #Z dA gtk Szwarc= 3100 Kol A Cpn

17.78 cal/mol-K s (H31oo - H298)ph = 0.6 (kcal/mol)% %Eﬂq—.
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2. The anharmonic contribution: Cann

Hyland and Stonehamm & C.inE th9] 4o 2 Yepl ).

Camn = 2B*RT/K? (A-35)
o714 K = 7.15x107 erg/A, B = -10.8x10™"? erg/A

Camh = 1.3x10° CpnT cal/mol-K (A-36)

o= 7} AL ok

¢ AL ¥ VA

rr

Aoltt.

o

3. The dilation contribution: Cq
H| el w2+ dilation & thSI} 7o)

Ca = a®TV/p
= 1.09x10°T"% (cal/mol-K) (A-37)

4. The Schottky or crystal field contribution: Cs

Thorne U*9] C.= =AUt T8 (Hao-Haoe)S #A4t3te] 3.4 kcallmol-KE -3}
At

o7|A T3t Aot AP A neto] xolvt
A= old Hgoix] §lo] gy e} H
0.6 kcal/mol-K2] 3})ol| =] 7} &3k},
gy = ooy 2o

[e]
4 4mE & e 1500 KA oF
500 Kol A 9 &< 002 sy sl

AHex = A + BeFT (A-38)

o714 A = 572.3 cal/mol, B = 6.44x10° cal/mol, C = 3.946x10* cal/mol ©]t}.
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Fig. A-22. Components contribution to the enthalpy of UO, as a function of
temperature.

17) G.J. Hyland and A.M. Stoneham [21]

Hyland®} Stoneham-2 UO,%} fluorile crystal®] B <% anion®] anharmonic motion<]
BEFS E984 perturbation?t THAET S Sl dar d= WFE ol &t HIL
3l Hochi= 31294l H]Fel W X]:= anharmonic lattice vibration®] &S ©f o]

4 EAE S glon, g Joz teac.
Co(T) = 3nRD(Bp/T) +dT° (A-39)

AR &2 harminic vibnratione] < gko]™, T>>0p ©]3z, n=3°]"H Neumann-Kopp %t
9Ro] ®t}. F WAl Fo] T>2000 K, d=10x10"° cal/mol K'd w T30 n|d s}
anharmonic &o] ¥t}

a8y dsty d-dEA 2 F S4E gy doly 25 T-dependentsi = T2
A gghapol vl stk WEgs] 24T 4+ gl

Catlow= oS3 722 catione] &3 ¥ #=#3lo] electron defect.t} Frenkel defect
o FAoHUAZE ¥ Avte AES Ao E W

Sl
L
-
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2U* « U* + U™ (A-40)

0

ol - ¥ 12X electron excitation ¢ ¢ 3Fo] U0, EAo EA)sl7] wfjo] o] 59
dIFe e @ AFs EAs= Aol Fasdle], Hyland®t Stoneham-
thermodynamic perturbation theory2} 2 & tlo]E] S o]&3}o] anharmonic &S 24

sheich.

o

anion potential& T3 7t}

Vo(r) = Vi(r) + v(r) (A-41)
o] 714 Vp(r): harmonic, v(r):= anharmonic &< YebH, of&-3b 2o}

Vi = Yao(X°+y*+2%) |, v=Poxyz (A-42)
714 ap = 4.2 eVIA, Bo = 7.3 eV/IAE EITL

25 <29 Helmholtze] Aol WA E o] §ate] tha3} o] F3k3d

Cv = -T(3%FI 9 T?), (A-43)
F = Fn + <v>y - 1/(2ksT) [<V?> - <v>3] (A-44)
kA v g

CuT) = 9R + (2(8%/a’0)ksR)T (A-45)

o714 AR &2 Neumann-Kopp #< YEFU™, FH A &o] anharmonic o] ¥t}
w2} A anharmonic &2 thS-y 7o}

C*™(T) = 2.46x10” T cal/mol-K (A-46)

o theel Aew pi 4

Co(T) - C(T) = [32(T)V(T)/K(T) (A-47)
CV(T) = Cvlattice(-l-) + Cvelectronic(-l-) (A_48)
Cvlattice(T) — th + Cvanh(T) (A_49)

webd vede g g
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C(T) = [C,X(T) - C(T)] - [(BA(T) V(T)/K(T)) + 2.46x10™] T (A-50)

18) F.L. Oetting [22]

Oetting> PuO.9] &3 E 298~1610 K =W 9loA drop calorimeterE ©]-&3}
of Aotk 19 Oettingol =43 <ld&y]e} Ogardet Krugerl =743k <lEy)

A¥Rs o] YERd Aot} Krugerel A¥otE A UXA = oz YEWTh
Oetting> g ¥ o} vjde] tjgt 159 ZAAE thge 2oz el

Hor - Ho%gs = A(1) + AQ)T + A3)T® +A4)T" (A-51)
Cp = A(2) + 3AB)T? - A@)T? (A-52)

o714 A5 gy 2o

A(1) = -8.345x10° + 6.81x10'  cal/mol
A(2) = 2.187x10" + 1.62x10"  cal/mol-K
A@3) = 2.536x107 + 3.37x10°  cal/mol-K*
A(4) = 5.422x10° + 1.44x10*  cal-K/mol

+

+

250000 |
m QOetting
200000 o Ogard(uo.sozpuo.msoz) T
A Kruger
2 150000 |- 1
=
>
o
@© 100000 ]
£
e
c
L
50000 T
0 L 1 L 1 L 1 L 1 L 1

0 500 1000 1500 2000 2500
Temperature, K

Fig. A-23. High temperature enthalpy of PuO, and Ugsgn2Puo.19s02 as a function of
temperature.
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Fig. A-24. High temperature heat capacity of PuO; and Uggo2Puo19s02 as a
function of temperature.

19) J.H. Harding, D.G. Martin and P.E. Potter [23]

Harding 5 liquid sodium cooled fast reactor M52 &7 2 <4 2
B2 ARE 24U 252 A=A ARE 245 e 2ol dERY]

o AYs S wEaeh

Mt —

for UOz

(o]
S 208.15 K

77.03 J/mol-K
11255.0 J/mol-K

o] o
H 208.15 k-H 0 «

for PuO,

o
S 298.15 K

68.37 J/mol-K
10899 J/mol-K

H°98.15 k-H% «
ot ==2170A] dEdE g5 2ol 1 (=TTl 53 tda oz et sl

for UOz
He-Hags = -22528 + 2012967 + 1388841° + 5498.61° - 329758t"
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+ 3228371° + 186.31" (1<0.856) (A-53)

He-Hes = 5211591 - 220041 (1=0.856) (A-54)
for PuOs
He-Has = - 32481 + 2286561 + 4334672 - 112707° + 987.727*

+ 1970.711° + 7442177 (1<0.856) (A-55)
He-Haes = 3525441 - 109876 (1=0.856) (A-56)
for UO,
Cp Tm = 201296 + 2777671 + 164977 - 13190317° + 1614187+1*

- 186.2712 (1<0.856) (A-57)
Cp Tm = 167.03 (1=0.856)
for PuO,
Cp Tm = 228656 + 866921 - 338107% + 3950.5 T ® + 9853.537*

- 7442177 (1<0.856) (A-58)
Co Tm = 130.54 (1>0.856)

Egane] A3E UO,5 PuOe 28 &S o83t the Aom Astaar.

[He-H208]U1yPuyO2 = (1 - y)[H(T)-H(298)]JUO, + y[H(T)-H(298)]PuO.. (A-59)

20) Y. Takahashi and M. Asou [29]

Takahashi and Asout= U1xGdxO; (x<0.142)2] H] ¥ S drop calorimeterE o] -&3}¢],
1831 400~1000 Ko 2= 9olA DSCE o] &3] 400~1500 Ko 2= 9]ollA
ZA38tih. DSCel 93 A3} drop methodol]l 23k Axto] <F 2% YA eyt
Inaba 5o TET A L2 o] wE FAZ Sk BAEA @ken, U0
HdHr 2~3% S v dghs ek £33 Gde Fxel wel & AolE Ko
Al Ut Inaba T A9 thE Z2 Inaba S°] ©]-&3 direct heating pulse
calorimeteret Al FHlo ZA17F d7] wiiEolvh. 17 A-25+= UoessGdo.1a20201 Tt 3l
Neumann-Kopp9] H# ol we} tfge Aoz Ate Axs Adfd o] vehd
A o]t

Cp(Uo.858Gd0.14202) = 0.858C,(UO2086) + 0.07Cp(Gd203) (A-60)

i

Aol oI% Azt A olF Arh A b vhehilE Ao hehy
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Fig. A-25. High temperature enthalpy of UO, and U1.,GdO; as a function of

temperature.
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Fig. A-26. High temperature heat capacity of UO, and U:xGd«O, as a function of
temperature.
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Fig. A-27. High temperature heat capacity of UO,, UpsssGdo.14202 as a function of
temperature.

21) P.G. Lucuta, Hj. Matzke, R.A. Verrall and H.A. Tasman [30]

Lucuta & U029t AA% 33} 8 at%el 3ldsts SIMFUELS Hl9-S 300~1800 K
of 2= nHdS FAHSAT. T 152 Kopp-Neumann H=Z ol e} vl
e Axtegeh. dAdtd o2 SIMFUELS] Hldeo] U029 Hgrth A YEl oL 8
at% A4&E9 SIMFUEL# U029 Hlgxtol&= WA 1.6%0°] A vhA] &=t B3k ALt
= 0.8~2.3% WolA & X8

22) P.G. Lucuta, Hj. Matzke, R.A. Verrall [31]

Lucuta 5 hyperstoichiometric SIMFUEL¥ U028 HIES DSCE o] &3le] 25~
1500 T2l 2=HH oA 43I UOuE WHE7] 9138l oxygen potentialS ¥ 3} A]
7'M 2dste] e 22 AlES ARSI SIMFUEL A 22 2Ho= A%
ataith 19 A-29~32% U028t SIMFUELS] 2%ko] mE H|dwsts vebd 3ot
UO22t SIMFUEL®] x7} &7te<= "ol S7kshe Zos deyton, dAixr}
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FAREE xo Ggol A dEth AaEs SRS mAL o Frheh
e At AL FAE &g e

Table 5. Stoichiometric deviations and corresponding oxygen potentials of
hyperstoichiometric UO, specimens and the experimental conditions for

preparation.
o/ A Gog(kd/mol) Gas Temp.(TC)
2.000 -540 4% Ho/Ar 1700
2.007 -245 CO,/CO=9 1310
2.035 -205 CO,/CO=99 1220
2.084 -160 CO,/CO=99 1380
95 —+~ 1 T T ' T ' 1T T * T * 1
90 _——t
— '
X 85| /‘ §
)
£
= 80| -
2
8 75+ |
o
©
(8]
-la‘: 70 =
T —®— 0 at% burnup UO,
65 - —®— 3 at% burnup SIMFUEL |
—4&— 8 at% burnup SIMFUEL | -
60 | L | L | L | L | L | L | L | L |

200 400 600 800 1000 1200 1400 1600 1800
Temperature, K

Fig. A-28. High temperature heat capacity of 0, 3 and 8at% burnup SIMFUEL as a
function of temperature.
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Fig. A-29 High temperature heat capacity of stoichiometric and hyperstoichiometric
UO; as a function of temperature.
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Fig. A-30. High temperature heat capacity of 3at% burnup SIMFUEL at UO2 oo,
UO2.007, UO2035 and UO20ss as a function of temperature.
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Fig. A-31. High temperature heat capacity of 3at% burnup SIMFUEL at UO:.ogo,
UO2035 and UO2084 as a function of temperature.
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Fig. A-32. High temperature heat capacity of 0, 3 and 8at% burnup SIMFUEL as a

function of temperature.
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23) R.A. Verrall and P.G. Lucuta [32]

VerrallZ} Lucuta:= 8 at.% burnup SIMFUEL®] H|¥E S 300~1673 K2 2% 9]0l A
DSCE ol&ste] FA4st3d

Nagoya thste] Inaba 52 10 at.% A4 %9 SIMFUELS Alx&te] H|dS A3}
om, 600 KHE U0z Mgy ApolE Holr] Al&sle] 1500 KellA 35% ko] 7}
tha st =3 Matsui 53 Inaba 59 AT A3 U0y EEo H71d
§ "ol 5438 Frtete 27t EAsHH, °F 600-1300 K Alo]ol A dojdty,
Takahashi and Asouw Gd7} H7l¥ UOz° HIES =43ttt Nagoya tjshe] 2
ol 2] Gdel oW FERoAME UO9t 2 xpolE YER A ok},

=24 7A3 Nagoya tatollA] =43 SIMFUELY H|<23F A zolA] 2AEE F243 v
Ao s flATh o) Aol= HlAe FAWA AlH Axe] A wWEoE 4
3}t Nagoya tiste] H]d =74 W2 direct heating pulse calorimetergli= %<3}
2 e oo, AR AAXEE 1573 K2A 3 7ME 2 atomic scale?] &3
o] o]Fojx X & AFE AL TE Verrall#}t Lucuta= SIMFUELS] H]Ho] &5
o] H7bHA &2 U024 vlE ¥ fAFstohal w3z st o

24) Hj. Matzke, R.A. Verrall, P.G. Lucuta and J. Henderson [33]

Matzke 5 4% 3 at%, 8 at% A% SIMFUEL® H|ES 42-1400 C7HA ¢
2= 9]0 4 oxygen potentialZ W3IA 71 HAA ZA &St}
IE2 AA OME WA 717 918t thed 22 A8 E st

e

Table 6. Experimental conditions for sample preparation and designation of the
specimens. The measured deviations from stoichiometry are also given.

Sample ID Equi. Burnup Annealing condition AG(O2) Measured

(at.%) (atmosphere, temp., time) | (kJ/mol) | O/M-ratio
UO2.000 0 at.2%(UOz2m) 4% Hy/Ar; 1500C; 2h -540 2.000
UOz04 0 at.2%(UOz204) CO»/CO=99/1; 1220TC; 2h | -220 2.035
UOxz8 0 at.2%(UO2) CO»/CO=99/1; 1380C; 2h | -195 2.084
350200 |3 at.2% SIMFUEL | 4% Hy/Ar; 1500C; 2h -540 1.997
3S0207 |3 at.2% SIMFUEL | CO»/C0O=99/1; 1380C; 2h | -195 2.071
850200 |8 at.2% SIMFUEL | 4% Hy/Ar; 1500C; 2h -540 1.995
850203 |8 at.2% SIMFUEL | CO»/C0O=99/1; 1220C; 2h | -220 2.026
8SO0207 |8 at.2% SIMFUEL | CO»/C0O=99/1; 1380C; 2h | -195 2.067
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aEL & Sk & HdY F7HE YR Aotk UO20359t UOzesat L 32
Al 4003 600 TAolelA B-5-27F YeElve 31S sttt o= UsOell 7ol
UOznell &= 7] wiitolehar Hx gt
=2 v g A dAaRe FEFE mHste] dak
Z Zol7t gl Aow Bt

a2 O/M Hlel webA = o3t Frhske A o2 UEuTh
SUEE UOmel ABOIA U002 42 XRDE ol feled #elaiglom, SIMFUELS

o

Azl M= 22 230AM UsOo®] & EdskA 3l

el mE wde Frhe

o|\

MATPROI A= U022 HIES 53 22 Aoz ARttt

k10%exp (@4 T) yksEp B
Cr= Plexp@g 17 T T ppe (T EJ/RD (A-61)

o714 R=8.314 (J/K-mol), yi= O/M H], B & Einstein temp. (535.3 K) Ep= Frenkel
defecte] 3AdeoldA  (157.7 kJ/mol), ki=296.7 J/K-kg, k»=0.0243 J/Kz—kg,
ks=8.745x107 J/kgs YEFHTE 9 AoA= itk wE dFS ugstal A &
. A=7bA ¢ SIMFUEL tlol8 & o] §ate] Ak s 9 AolA ks F45
of &3 #Zol yed o Utk

K2 = ko(1 + 0.011p) (A-62)
714 P ALEE Yehdic,

Matzke 52 Naito, Matsui 5°] &< =0 @7 U0 HE3 ol 343 SV}

gelal A Zaharh.

i

25) K. Morita, E.A. Fischer and K. Thurnay [34]
Morita &2 Atars|ld Z=<21 SIMMER-IIGA 283 24 AEES 43t AASH

o
Atk 252 UOzel el = 1981 Fink o] AAIG vldy gy s Q&)
Ao, 3 Az 4% 1989 Harding 5o A3 gS o] &3t}
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Fig. A-33. High temperature heat capacity of stoichiometric and hyperstoichiometric
UO; and 3, 8at% burnup SIMFUEL with different oxygen contents.
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Fig. A-34. High temperature heat capacity of UO, and 3, 8at% burnup SIMFUEL
as a function of temperature.
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Fig. A-35. High temperature heat capacity of stoichiometric and hyperstoichiometric
UO; as a function of temperature.

26) C. Ronchi and G.J. Hyland [35]
A U0 A Hlde g Bah 7]Tol wel thge] vl ke Yol

1) RT - 1000 K

o] oA B Fe] %7} Debye model® 4™ ¥ harmonic lattice vibration©l
ola) AujE Tt Debye %7} 600 K o]dto]= 2 1000 K ©]4e] & %o+ Debye
g4 10 Bk ol9o] o] £xgAdA IS FUAIIE AorE UYlAM o
719 AR GFoltt, ALoM 2mo] Hldah}, oA UYe FxE U¥s U™
of Rkueete] FHaste] 2Eek F@AsHA ")
2) 1000 - 1500 K

o] ZEFgtol A HES Zke] uwel ozt Frhgth. o] lattice®] anharmonic
vibration wji-oltt. H]=g VA E4S YElE o2 SEE AF o aLolA

=A% Ane o] £% F7he Y 7] &7 S extrapolation o @A F3 4 9l

3) 1500 - T: (2670 K)
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UO.9] A o] 2E73tolA F7pH o= njdo] o A%
o] lattice ¢} electronic defecte] FAujE o2 sf4 Hc}. 0.
H| 9 ¢ peak: Mtransiton © 2 UTHE fluoride FxolA #Z
transiton> £t & F2ol& 49 %‘5““% olZ 23l TellA Frenkel %2 H7
o F7F frdEE g wie] HAsE Aoz dAE)h transition &% -7hol A
2k~ e) Aol F43] Frtely, W7 Axk JA] G243 F7hstE Aoz YEy

o
k)

4) Ty - Tm

o] ZLTZtell A= HlFe] thA
th. Schottky A3 wi<tol] H|E2> =
27) C. Ronchi, M. Sheindlin, M. Musella and G.J. Hyland [36]

Ronchi 52> A2 7)2% laser flash =9} &4 WS o] &3t dgqtel v
S 2900 K71A] FAlel &A43A Y. 292 Ronchi 59 Z39 Fink 5] 19971l
A B3-S FAlol el Aotk 2600 K7kA 9] 2=® 9ol A= Fink 7h Zﬂ’\]
3 FAeE A4S 9 ¢ 2tk 28y Finks Atransition o] oA vld ke

m

sttt wrEE o, Ronchis 2 A-transiton ©]%°]% small polaron?] f‘é*é,
anharmonic vibration, Schottky-trios 5l <la] v & gko] AL FT7tsls AL FAs

At

T T T T T T T
220 - —
- ®  Ronchi (1999) .
200 —®— Fink (1997) .

180 |-
160 |-
140 |-

120

Heat Capacity, J/mol K

100 |- >
._‘.__././o

80 | 1 | 1 | 1 |
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Temperature, K

Fig. A-36. Comparison of high temperature heat capacity.
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28) J.K. Fink [37,38,39]

Finke 1981d[37], 1997'1[38], 2000d[39]¢ L F<F T x ¥ UOo 4&A HolEE
T BAst dE4dSs deide =Y S AlASTh Fink[37]9F Harding[23]°]
UOz¢l dEAdol &gt XA s AAg & B A2 Agdaso] TasATt.
53] Hutching> oxygen defectE <73t A4 I HAFE A Q&I dlo]
B 243 U029 fluorite 725 <AZ fi -transitionS <13} T},
Ronchi¢} Hyland[36]% &3t diolH & EA38te] 7} &% F7te] wieh v g m] X
= =AY @S oA *é“éd‘%iﬂr.
IELS UO9 Hldo] A2oA 1000 K7FA] &%= -7t = Debye R E FAH =
lattice2] harmonic vibrationol] 2]3l] %|ujjar,
1000~1500 K9] Lx=zkolA Hdel Z7le dudold vehd AAY lattice
vibration¢] anharmonic W&ol o]y},
1500~2670 Ko =%=® 2]o| A= Frenkel defect”} 521 lattice<} electron defecte] 3
3 °ﬂ 71918k,

ol4te] 2o A& Frenkel defect= saturation® 12 Schottky defect’} 5 2.¢lo]
%E}.
Ronchi 5[35]2 laser pulseE ©]-83}o] 2000~2900 K =W elo|A v g3} d3Hitk
EE TAlo HA3E Y. 252 Mtransition o]l A 9] vl o] phase transition ©] &
of 2o ik HlFe A Mg AFS Helo IEsiith o= 19814
Fink[37]¢} 1989'd  Harding[23]°] A#¢t= vt 4F3FS detdl= Aol webA
Finke= oo 17} AAS e Ayes g2 d 2% oA odd s A

.

mlo

o2

Hy — Hygp; = CO("T—1)7 1 — (/55—

+ C[T?—298.15%] + Cye ™7 (A-63)

7] Cy = 81.613
6 = 548.68
C, = 2.285x107,
Cs = 2.360x10,
E. = 18531.7

T HE S o] Aoz YEh Tk

C,0%"" CiEe ™7
¢, = T2 T—1)? + 26T + T (A-64)
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T3 99 e 7Y v R Yad 2ol YER A

Hr - Hoos1s = -21.1762 + 52,1743t + 43.9735t° -28.0804t> (A-65)
+ 7.88552t" - 0.52668t° + 0.71391t",

Co(T) = 52.1743 + 87.951t - 84.2411t% + 31.542t° - 2.6334t" + 0.71391t%,  (A-66)

o] 714 t = T/10005 vebliH, g9 o] &= kd/mol o]t}

AolA A ehlE P AFFER Aol 1%l helH ol welE
auT Ak webd o ¥ He Ad Fdsa & & ek

AL S vpehE F FF 4 05% ool £t

aYe 9 F FF 42 olgskel & AWIE vhehdl o]tk Ronchi Bo] A3}
g welaha 2 FUoIA 2670 K o]5te ol SETAA ANE BE 2y
4 olgstel TH Ay 44 Lol etk A 17l A9 AAsHE A
g o 4 Aok e vde] A9 2670 K ol 4e] exolA dgng exe 133
FE GBI W o2 nEd v ge g5t Aok 2ge 99 AL g
stol T3 Mt s1E AAG WAES ol GehhTh Azo] A@H Ho o

3)
st Bl d-& 2670 K o]l %= A
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Fig. A-37. High temperature enthalpy of UO, as a function of temperature.
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Fig. A-38. High temperature heat capacity of UO, as a function of temperature.

29) J.J. Carbajo, G.L. Yoder, S.G. Popov and V.K. lvanov [40,41]

Carbajo 52 UOx¢t MOX gl dEAxEE #4330 Lucuta 59 AHEE
EellA H D2 Kopp-Neumann R Z oA 2§ Aireo] we} o3t Frbets= A3 2
29 FE7F F7HEel wet SUhske AS &4ttt Carbojo T2 U020 Ay ¢} ]
AS Fink7} H ol AAg mdlag 2H8¢th PuO,2l 7% Fink7} 198210l A A]
g RElA S ST E3 daeed A el v WA= @3S Lucuta T o]

ANG el A g,
C, = C, (1+0.011B) (A-67)
o] 714 Cp= Fink7} A A3 x| 4ets md
wo] mE FAE 5ol BE AAEE et
(U14Puy)O; MOX 5ol 49 U9 PuO7t ©]

Zr7she] Kopp-Neumann ¥ %ol et thes} o] thehulglet,

Co(T, MOX) = (1 - y)Cy(T, UO2) + yCy(T, PUOy). (A-68)
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30) M. Amaya, K. Une and K. Minato [42]
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Fig. A-39. High temperature heat capacity of undoped UO; burnup UO; and Gd203
doped UO,. as a function of temperature.
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31) V.A. Kurepin [43]

T A T UO-UOzs 2L-8A9] &
E: & ol&3stden, U029 UO22s
d98et4 = Gibbs-Duhem 22 & o] &3¢t 2H 2 Kurepino] 7
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Fig. A-40. High temperature heat capacity of stoichiometric and hyperstoichiometric
UO, as a function of temperature.
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