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Fstimation of Thermodynamic Propertles of Alloys from

Phase Diagram and Other Loose Boundary Cenditions
Toru OGAWA and Takashi IWAI

Department of Fuels and Materials Research
Tokai Research Establishment
Japan Atomic Energy Research Institute

Tokai-mura, Naka-gun, Ibaraki-ken

(Received April 28, 1989)

A set of computer programs has been made, which is used to predict
thermodynamic properties of an alloy system from phase diagram and other
loose boundary conditions, ''Loose' boundary conditions include fragmentary
thermodynamic data and predictions based on several empirical or
theoretical hypotheses. In program "TOHSG", m equations with n (m>n)
unknowns which are parameters concerning atomic interactions are assembled
from the equilibria collected on experimental phase diagram, and also from
the "loose" boundary conditions. Then, the unknowns are obtained as
Chebyshev solutions. Thermodynamic properties of the alloys are also
calculated. In order to test their validity, the parameters are then fed
into the other two programs "TOGAP" and "TOCOMP'", which calculate the
phase diagram. The set of programs can (1) generate a working data set of
a system whose thermodynamic properties are unknown, and (2) test various
hypotheses against experimental data such as phase diagrams. As an example
of application, U-Zr system has been analyzed. Source list of "TOHSG" and

input /output guidés are attached.

Keywords: Thermodynamic Properties, Alloys, TPhase Diagram, Computer, U~Zr



JAERI-M 89-063

1. 2 MIT cvrerrrnrrareanans e e
2. BHZEMHEF MDD DEB e
2.1 BBEOBHBEIT RILE — e
2.2 EMBEZEHE e

2.3 WER s PR BEELEY & oo T

3. TS T ADHEETE e s
3.1 T3 6 TOHSG”  rereviriiiiiiin..
3.2 Tags5 s "TOGAP"”  ccovereeiiiiines
3.3 Foass5 4L TOCOMP”  ccviiriiiiiiinnn..

4. JEE - U—Z 1t ZOBEH v
4.1 FEERF — 5 v e

411 REERIOEEBL  oveeeieeoe e
4.1.2 HEDF DU  ceoeeeereeieirens
4.2 BRHTEEER  coeeirern e e

2.1 HMAELEBEIANFE—DE PR

4.2.2 *Bfﬁﬁ@%ﬁﬁl&{m .....................
4.3 ﬁ?fﬁ%%@%ﬁ ...................................
5. i’o’b@ic .................................... e ira e

FE 43 2 ATIE]  coreveee e
FF 8203 HL ] ovevreerreoanrrr e,

ff 8 4 72/ 354« YRb



JAERI-M 88-063

Contents

1. Introduction sveeesesssssascsrssssrssrsasssasnascncssacsscsssnannss ]

2. Basis of thermodynamic modelling .....cccciearianeeccenvisrrinrenass

[RN]

2.1 TFree energy of SOlution sieeesreesnssacnsssosstvrecencsontanarares

[N )

2.2 Miscibility ZAP +eecsvsrssssncresssasossncrnscancans eeeraenen caens
2.3 Equilibria between solutions, and between solution
and cOmPOUNA +e.ovssecavaseassscssrsssasaserssoasssossocarcsanss
3. Outline of computer PrOZTAMS sescacsrssrarrasssasacsrnossnssstsssnss
3,1 Program "TOHSG" +.evevesersesercanssasaraanncnsscans creerrasasa
3.2 Program "TOGAP' ..iieiierearecerscsisssiarrattoansnraaisasisanse
3.3 Program-"TOCOMP" Crtecseensirasstecisanrresnanenaans rrresaeaas
4. FExample of application —-—— Analysis of U-Zr system ......... ceesane
4,1 FExperimental data@ .eeesececsarsocerrrsccrrsasoscecscntsarrerarne
4,1.,1 Features of the phase diagram ...........;.;................
4.1.2 Preparation for the computer analysis ...e.overesencnsvanens
4,2 Results of analysis tererecevacaaasaseassestantearrissstensanns

4.2.1 Model equations of partial molar free energies .............

W o o =1 =1 =1 =3y G e R W

4,2.2 Polynomial approximation of phase boundaries ..........evenn

o

4,3 DiSCUSSION +eveerocassensssonssssssstinssssososasesssraanssessnsnen
5., CONClUSIiON .eeseevssvnntnsnonranreassssnnsnssssssasvasscsvossarrenves 1
Acknowledgements veveeeroescassssssasrvencersrssasasssacersrasocscecccs 1
ROFETOIICEE +10cssessnsentsesisssnssassanasssssarsserennsnensccovsccsnosrvrsnnse ] ]
Appendix 1 Input Guide N O 4
Appendix 2 FExamples of input ...ececiecrarrstasresirriscecrrtiraraces 37
Appendix 3 Examples of OULPUL ee-everarssrascarasacsssstesssenacaveass 97

4

Appendix List Of ”TOHSG" -un--o--o-o.-'---.-----no-n---o--.--..oo.---35



JAERI-M B9-063

. BL®ic

SRBEOBREHOEBROLHICE, UPPu 280AERORNFMEE LS o
FHICOWTOFMEMEL KLY, LpL, THoOEGEFROBRFEMBERHELTH L,
SROERTF - FOREBE DV THOMYUUEREELB LT L2 P TFHEENG, YTOF -
SARERI —2OFARFELILT, 22— 2HOLIREREN PSS, 2L, B
FOFEAKERK, MFNESRANTEF -4, 203, B4 OoBMRCESC BFEAEEADTF
AMizEAhTIC, BEFORNEHNEEEEFMELES LTELEDOTH L, T, 5T, #
NODETFTNVCEIOT, HRLUESFROMBEHETRIT 22 LbAETH 2,

CLT, ZnRheeoBNENEAozFvlbtoinic, —EDOBBIL 7o 75 L5 EK
Lo 3%, COBOBITTREA OB VWTEKRNLEFLILEED TV EDIRHL, &
CTHELAFETHE, REMNODOESOLOBHAE - v 7 2L B2 LI0Eh, B4
BT AR EAE R TCORAR DO T—FEHICETFTAL « N5 4 — 745 RDBEILEAHHRELT S,
TR, IhoD7ay s sOMELARRDEESIC, TOIEHMELTU—Z 1 ZOE
BRERL



JAERI-M 89-063

2. BT Tt o R

2.1 BEOBEBRAIFRILFE-

EFATRAKDESORAEMIEE, UTOk> 1 RedlichKister BoaxVick
STEATVE, §6bL, MREVIBERLE-OBEL LKL ETOLREZBIRE
(reference state) &LT, BATE i (i=1, 2)0WATLEHAI A VFE—- 46,71,

4G, % =(1—Xa ¥PA+(1—=Xa)? (1—-4X ) Az +
(1 =Xa)? (1-2Xa) (1-6Xa)As +RT 1 Xg  crerreeermeeen (1)

4G =Xa* M +Xa® (3—4Xa)Ag+
TR (1=2Xa) (5-6Xa)As+RT 1n (1—Kg) e @)

LESN B, 2T T, THRIEMEE (K), X.3HN 1 OBl 5RTFIE, LT,
AP FO LS BREOEKTS 5,

Aj:HjC‘_ﬂSjaT (de.sja;ﬁﬁ) ...................................................... {2)

BB, A;OZEEHEERSNI A -7 EEFN, ROBEHEESGICE, BEOHERZ
(Hj: j=1) ®AFET A -5 L THBEN, TO&SFHEERGIHAATENER (regular

solution) &% %,
BAS02HEHBITFVF— dGnix(Integral free energy of mixing) i,

AGmix:Xadala +( I—Xa)‘d-dz *
“Xa(1=Xe)Z A (12X o'
1
+RT{Xa InXa+(1—=Xg) I (1=Xg )} v (4

LEIND, TTT, NI A— YA EBUELKZRAOBEAEHT AV F— 46 nix
(Excess free energy of mixing) &, BEBMAHx BLUVERGOE Ry oK
s e, LEAoT. IROBICT B,

ABpix =Xa(1-Xe) TH;(1-2Xq4 YT e (4)
i

4s® ., =Xa(1“Xa)E_'Sj(1’_2Xa)j—1 .......................................... (47)
J

2.2 BREEIR
RABERCEREENEPEET 21848, TOBERSARL ICnix DXy T3 2RKET 3
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KRB0 E B 8TH D,
3 (4Gmiz) /3 (Xad'=0, B (dCnix) /8 (Xa)® =0 coomeooimrcriiciniens (5]
T, BAREKBOT, BREEHRLOREE (X, Xa') T,
4G (X a)=4G1" (Xa'), 4G (Xo)=4Cp® (Xa') reroeirrimmnemmrrinns (6)
MR xR B,
2.3 BEBMELUICARELESYEOHMOES
HOBEMH a CHIDBERIFA LOTHE, WHTE I (i=1, 2) O «BHEED L 8 RHE
~NOEBOHBI ALF— 546, TP LT, kRt TtEsNnD,
4G % (Xg)=4G (Xs)+4G,¢ a—b) e ()

CLT, 2oDBEOHTORBEROBEBVEELUNCEE TS5 L4 5E, dHp 4S; %
TNETNEERMLEOL Y Puy—L LT, '

AGi(C‘_’ﬂ’:AHTi ST A S i et (8)

LEkIND,

1, HLREICHT BERMBEH (Jine compound) ¢ &, %K o & OEHIL, it
TEREASN D, 3 0bbL, rB03RATEIOEFSELE X, TOEKD THT Rbd—
4G Ld 5L,

AGe =X ¢ 4G  (Xa ) (1=K . YAT3% (X g ) voerrrermeeemmmmra e eoneeeeee e (9)

&ﬂaoﬁﬁ.Amﬁ%%%%Ku,ﬁﬁmmjﬁiﬁﬁdm&$&®lybuf—dsf&
TREL TROBICHEMN T AT EHBTE 5,

AGf:AHffTJSf ....................................................................................... {10}

1L, ORE, c DEROBBT A VvE B e WEEORI TEABBIRES L THl oA
TOBLEEFRLELTOE, s OBRBRESCNERRILLEEE, 20BRERE (g
ETE) o a MBEBE~NORDLEOEEOHAT 25— 46,77 2 2FiIc AN A
H5,

4G =y { 4G " (X ) +4G, )
F(1=72 D { 4G (XD +4G P72 i, (9" )
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3. Fur3iainlE

31 7FasS4L"TOHSG”

7oy 57 s"TOHSG” (To enthalpy, «45, entropy. AS and free energy, dG of
auom)@.ﬁﬁmwax:}Ajﬁiﬁ®&% A HE wﬁbwAan&%%& B SIER
R PEBINCESOTRELLOS 2L OEREN EDL 6, A; #HIET A0 bDTH S,

Flid, »2BECETSa /8 E»rLE, MAKEL-TEREFEKDVT—2F 252D
DHEXBE LNE, KiT, TOFHEHBEFEREILACRECH VWTERLL, SHOBRIZNHE
ERBHMTHELIETAE, 6 ODKRAEM (H; S;7 1 j=1~3)K20TE>DHEXMES
Nd, LL, HERLE, BLALSDEAKLBVLT, alfoERARAOTHINE SHOMES
AUTHEOT, MBRCABERMTEL Y, £, —~HTE, KERLLFEEIN LS
FOBMBBEGRT BHEHOKRANONI A -4 DREICH LTI TH-Th, BAFHCRELE
R THENSEHEBEARPBLIKFEL TV L &ML 0,

LichioT, REONI A -2 OBl LT, FhihsE2omBOBEVAERXEZEZEL,
CNoHEANOMENTEF vy 7REBLOM, ¢Oo7a? 7 60HNTHS, TTT,
FREFICIBBEEEDNT A —F AL By, e Oz, BEWMOAH, A4S %%55H 5T &
HTE B, |

mAROEeF LKL T, RER» BN TEYFER SRS 2EHICE, 2ETHU
fodk DT,

fa) EEAT2EAHoEREZLAL, TOHANOLE

b} BHITIERE, TOMOELDEFE OB OFE

(c) FHTHEEELBRLLGY E O
BHB, “TOHSG” TH, 51 >DOpFE (LT, BHAEEEELR))XFEBLT, 0%
i E Mo & O FPEMEAE (BEEFHEER) 2, TOMERICEHNE 2HSEHREONE
ANF=5ELTVE, LL, BEEBEGIAOHOR TOFHERS, %CFELt%&T
HOES C EMTEETH S,

7L, ERRENORECS THERFHREBLRY AL I EBEL, LT,

OB TE, BorOERRORLA, TRHLHEREAOIITARERIGAZERL TV 5,
BHEBRRAEELSEESZ 00T, BAMNEEAHI A v F - R (EHEEREORAAHT
FUNFE-—BELLUZR)ENLT, —HOHDONT A - oML OMD/NT X — 5 ZHEE
FRHESD D, ERHT A F BRI LT Oonk Vieg L, +4b%, . FibiE

(b )H AT A VT -HOMAEME
KL TEEBAON S,

Tk, UTOLH9BLOPEAEMGE L TRRaNL008ELH L, Chob b b Eiddsr
SA-—yAEFAKET AV 0O ABERERTEL, mEOEYADOPIREHE T ENTE b,
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L, BAINOORARHARELBESEA2LBELVOT, Choild [0 ] BRE

fhERLENENETH B,

d) BATZOERBLETEABICE S CBEDST x -5 A olgem?: B

le) Ma@FEBMEEF Y (FAEMedema 70 ) 10 X 3 2 BRELAMERE 41,
O A D IS E O HEE il

() BHRDELSHEEAOHEAL Y b o & 0RBEsAED

(g) FABAFEHNRETFTvicL DA HRE

“TOHSG” Tid, COLHIELTHRLAETI-RIEROF - v . 7REZ KB 2, §
1iHt, Householder HFIC LD, AV ABERAX=b " OF v . 7BXERHEH0D
ThH i,

(*AldmxnTrank(A) =nDFETH, bEImRILEEH~7 vy m=z2n=1 )

"TOUSG” M#HRELTHE, Y9 A =% A, dHe, 4SS0 13D, BEORSH, B4 x
Yhob—-, B0z v toE-EtHBTAF -, BOPREESCERED MG AL
TH, L, TNOOBRDI L, BERLE LT T 2EEMRB TCOERDE ST
LEBMAE, RABRLEAOHAT Y h o - DEOEEERLETL b8,

“TOHSG” ik a8iFid, DRFo2207 0/ 5 6+ 2 RO TRERNAEIEL, ZalKaE
REOBEM AT HFMIEENE LIt - TR’ T 5. COFEEERMLAEEDLTNS
—HPWRINLITTRESN S, 08, EXAN4A—HEU LIz, ol 4 — 5 DE
{LERREEREDPHEIPDONBITEHEETHED, T, ROHRNEANREHIZ OO TOMHA L
BEREDLBRANBLETH 5,

LoL, BRORERKAROBCHRTEZNI A— s DOHPEDON I A -5 DHTHLIbIT
TR, tH0R, REFORECECTH, ThFhoikd, IEHFEREEO0EER
%ﬁﬁﬁ?éC&ﬁHQHTwéwoH&A£®%é,%%%®%ﬁ@$%@ﬁm%?éﬁ%
XOHHNOT, FURERZEORNFHEHLLOARABUITNEEATOE0TH 5,
FLT, RERD ETORBRMNBEO—RSZVWHEBED, ZIholEIN LB TFNEY
WREMBEEZGLELLAS, T, BAUAT A —sOMD, DFNLBEILEEICEBLED
RWERABERT 52 b0 5N, Litiot, 5,95 4 —5 OHOE L& & REHICE
ETLHRHOBELT, REREC-HALGEL-TTAEILERTEZIIRE L,

TO—F, G2O0BNEHHEHOKERVWHAIERRLCELETHEMEL, £3EFL L TOMM
Whic-Ti, FELTREREDOR-FABEIIC, XHMEOCBELYRS 2T - EHT 5L
AN EDBHE, LROLS3BBENFEFNHECHEFER, FRREREEFNENEEOR
FBELEOPVEERELTALLAEAROERETEIHDTH-T, EBRZLE(ESLAGH
ZHOTRMEV, LibL, BERMEHEEREAERIC, phbhoaBoFEaEaoxEn T, S
ODEEHFT—5 £y P ZEMRT LT EEAMELDTH 5,

322 7a4&S5L"TOGAP”
o g5 s "TOGAP” (To composition gaps in solution(s))id, "TOHSG”

— 5 —
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TRO LN T A —sEHOT, MRCLDBEHBEREBOE 4 DEKREOMTOYEZH
BT AH-nDLEDTH L, £/, B, BFIckD, BEREEHREIART S,

chooRiE, FHAFN, 2RBETERMERALERT L, TREBALBIE,"TOGAP”
TiE Brent EAEHRAL TV 5,

3.3 oYU S3L"TOCOMP”

7o 5 s "TOCOMP” (To equibria of compound with solutions) &, (97)
AAHVWTEHILEMEBEAOBEALEON TOREELHET 206D TH 5, (97 )RD
BAEDICE, Maller RICE AT TV —F VYERL T 5,

Fotil, CCTRAGOERE L TOBRL YD —BMHRABBRA S L DICL,

AGi=a/ THb+cTHdTEAeT 4+ ET 10 T ceroeeeremeeoimmres e (6" )

(a~f . FBE)
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4. WHE e U-Zr R OB

4.1 HEBETF-#4

4. 1.1 REBXDORH

Fig 17 ORBEIKB2E51C, U-2 r RICEBBESHT6 >OHBAEES 3,

CDH2ba—-U, B-—UHDZr DFEME, £/, a—ZrhOUDERERFSLAS VO T,
TNTEh, B—DONI A -9 2HCTHESTFRGBEAE LTENT AT EHTE 5,

EOILHR(BCCIDr—-UEB—Zr tRBIBETLEHET S, COBBERECC Tl y
MEFS, COBEBEARPUBRMNIKEVTT 2 2 CRBRANAETIAMESME4RT 7,
Zy BER TEBNEBCRELLL TEYO I HAEERT IS, 20HEHT A LE—O
Mk« EERFHEIERTHL LM TFHESNE, 22TH, 1), QXDALLT, | © 2K,
HHVFIRETEER -2,

FEUZr2E LTREINZ2BHLEYO S HERELUAHF T 50, OBRBEEI -
PohTEE Y. ZOBER, POPARERITE, 40 HBCCHRTOIEOKTIEHEY
T 550 (pseudo—) BCCHELANT I LETE S, %iﬁGDﬁ@?%T“GiBoyko(S}GCf;g
STAIBRATREL TS, LeL, TOBE, Zr DBEFEHPALNEL 5, BluE
HEDVDZr LULHBBRFREEL TV 2LV IBELNBESEEIN TS, EhE®» S
OFNHBLECLLEZD I HORMEBELL AHLOT, UFTREREH UpsZrass L
THY, RERBEEELE O,

WAER, BHBOTHUMBISBAEA~ONLIMNENS DL, Fig 11iE, Summers—
Smith VOMFHEBEL TRMBDUER B HERTES AT 5,

4, 1.2 EEOHHOHEERH

Fig. 1 ORER®, TOMONXEF -4 %42 bE1, Table 1iCR LA EHBARARIL 7,
feril, xHZz20 4D, EHEGBEESEELLZVOT, REKOBELOHELAETS
5, #HZDHTHE20ORMEERILEMERE LT LI HIEERENLIEOTHE D,
TELRYTORBHORBBER DL S KHB L7, £/, Table 21T, BHOMIENE
HEHLIBOTEDOBRIREARL /2, -

Fa 754 “TOHSG” WANTBE, dAEOEEMEAS L, a—U, 8—U, a—Zr
BEHEEDOMEER 5 2 -4 (2hza, MH7, 15 ) %, (9) Rickh s E0ER
BvAH LD T v b o E—-dSHCBFE D3¢, Table 3 DEHIRELF, LEAsT, &
OEEG, REEE rHBO 74 -5 4~6M&, 6HOIH, 4S5t 6 ~8FTH 5,8
ErHEDOEHIFICES DT, TCTREMHO NI A —-FEA->THI,

Fh, STHICHVWAETHOBEER Ly boY— 2% Table 4 LR L1, T 0 T,
HAHEGEHE rHELTVWLSODT, BCCRED ) —UBRUB-ZrH~OEEICETILED

-7 -
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ERLTH B,

58, Uﬁf}ICP%%%c‘;éf:&ﬁ@f“Eﬁt £/, Zrhae-UBLUB-UHELLELD
DEERIE, a~ZrHOUDEER, /7, a~UE -UlKBH2Z  OEERIEDC/E
WOT, TTTRERLTH S,

4.2 BRER

4.2.1 WHTUVHBEI 0¥ —0EF AR

UTORFREOERICEV T, BRIREE Table 2 KHEBDTH D, 46 EBBRE
ol A OWYELARI A AL TED, 46T IBHE EHKEHET X —TH
B, £CT, ERAG T (W iFa—UHBOUDLIC ™ 28 HT 5,

HEATE, 2700RNAMOMT, USLUZr 046HHLV, SELhAd, 2 A
BACRAGCR—ETH b, ZNENOBEEIRICH1F 2 4CIREFICRT —ED Red ] ich-
Kister MOZATHETE S, $/, RTREMBAEMRHICET S5 2 — 4 H;, SiidTable
54CF T .

fofiil, a=U, B—U, a—Zr OZHETRAGOBERESHRCHAIVDT, BEHOBTE
ENCHET2AHIANVF-HREBLTH DS, COBHBT 2 E—IFHid, EEHEMICIIE, Eh
FORTEMBEEE MY 3M0 P T M%m@@ﬁ%ca@réambtﬁ% AL, a
~URHETE, 460 (@) ~0THY, 4G5, 00~Hmwfﬁof.&%c2rma—
B4l - LSO TEERDHBT AV E -2 LR TH 5,

3, BT, R=1986cal/Kemol &4 4,

1) 7 He Cr—U, B—Zr ) EEEME
4Gy (1) =RTINKFAGEEE(F) cooevrrererrmmiis ittt e (1)
AGz, (1) =RT1I0 (1 =X)FAGg, PR (7)) orveerronrrmianatiie e e e, (2)
LGy ()= (1=X ) { A1+ (1—4X) A+ (1—2X) (1—6X)Ag Joreeoin (3
4Gz Bx (=X { A1+ (3= 84X )Ag+(1=2X) (B5—6X)Ag ) rveerrereroraennenn (4)
=H,—S8;T T < G e (5)
2. g—U#
AGy (B)  =RTIDXAAGEET (B) crierrrrreeramiieian e et s et e e e, 6)
Aazr(ﬁ) :RTIH(I'—X)'FAEZI-EX (3 (7
AGuE*(8) =(1-X)%, (B crvermmme et e e e e e (8)
BGz BE(E) =XZH; (B)  ceererrrereerne i e e e BRI (0)
3] e-—U#M
4Gy (@)  =RTInX4A4GEm(a) orrreereraeaaaaaaaannees e 40
4Gy (@) =RTI10(1=X) 424Gz, BR(a) rorrerrermimmriieenian e e e, a1

AGUBT (@) = (1 =X IZHy (@) +ererreerorerrtnieeerntaasaaaanraeaanen s rmarseasarernenns 19
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Gz BE (@)= XTH () oo cor veeer ot eee et e e e et 13
4 e—Zr#g

AEU (aZ ) :RTIHX'FAEUEX(QZT) ................................................ (14

dazr{aZr) :RT.IH(I—X>+AEZI-EX(&ZI) .................................... (15)

AEUEx(QZr):(]fX)ZHl(aZr) ...................................................... 16

BG PR (@Z 1 )= KB H] (@ L) cererremsmmmenmeee e e e e s te et eeet s e et ee e e an

4.2.2 MHEFROZIEAEM
LIEDEFN e N5 2 =5 2F T, "TOGAP" LU “"TOCOMP "t & v 318 L 7 W sk
MEFig.2Itmd, XEUDOKRFARL LT HERE2RATYTRHIESIDNI A -5 A
~F % Table BIZRL f,

X=A+B(T—Ty )+ C(T=To )2+D{T—To )} +E(T—To )*+F (T—Tg 3% -eevvvre. (18

4.3 BAHROEE

U—7Zr RORAEHEEE Fedorov 5 VoS NRAIEIL L2 50 &, Kanno 512 ois
EHECEDbOENDE. MBEOHERIEChiotti 5P X->THLLAL AT B2,
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Table 1 Equilibria in U-Zr alleys assumed in the model calculation.

Phases Temperature{K) Xy ref

aU/ 7 935 0. 9945,/0. 4 7
873* 0. 9950,70. 3333

BU 7 966 0. 9894,7°0. 576 7

aZr /7 879 0. 004 0. 22*

8 r 890 0. 3333/0. 3333°%

' ST 966 6.89 ~ 0.576 7

Critical point 995 0. 7 7

of 7 miscibility
gap

Table 2 Reference states adopted for each phase in U-Zr alloys.

Phase Reference states Parameter name
al al , alr Hy®

BU BU ., alr H,®

alr al ,  alr Hi%"

7 7 U B 1lr Hi7.8:7 (i=1~3)
8 al alr AH %, AS.?
liquid liquid U, liquid Zr Hi®, 8% (i=1~3)




JAERI-M 89-063

Table 3 Parameters of a¢U, BU and aZr related to AH:(S) and A8¢(&).
(unit:cal/g—atom)

Phase Equation

al Hi< = 9580.4 + 1.506 4H.? - 1164.248,°
8 U H:# = 8294. + 0-7‘488A_H‘f6 - 578.8548,°
alr Hi%r= 9270.3 + 3.02414H,% - 2658.245,°

Table 4 Enthalpy and entropy of transformation of elements.

Element  Phases tHr(cal/g-atom) ASt{cal/g-atom-K)

U a7 1804 1. 799
B—r 1137 1. 069

Zr a—pB 941 0. 83

~ Table 5 Redlich-Kister parameters for the solid phases of U-Zr system.

Phase Parameter i=1 i=2 i=3
7 H 11040 ~1688.0 16400
S 8.010 -0.3203 16. 40
B—U H(8) 8137. - -
a—U H{a) 9264. - -
a—2Zr H(aZr) 9400. - -
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¥Weight Percent Zirconium
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Fig. 1 Experimetal phase diagram of U-Zr systemw)
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U-Zr phase diagram modelied with parameters in Table 5.
fitted to the polynomial as shown in Table 6.

Boundaries are



JAERI-M 89-063

AGmix ( kJ/g-atom )
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Fig. 3 Free engrgy of mixing of U-Zr alloys.
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Fig. 4 Uranium activity as a function of composition.
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HER ) MIC PROFERTIES S00 GAN - EHASE
TAERMDEY?Q IU FR_FE&TIE E GARMMA U HESE

©
EYQTE
375 COMBINATION FOR GAMMA

ALPHA=U/GAMMA ASSUMED TO EQUATE AT XU=1/3 AT 873K,

FHASE=ALFHA-U
FARAMETER: |.~Ri)

PHASEZBETA=U
FARAMETER: L-BU

FHASE=ALFHA~ZR
FARAMETER: L-ZR

FHASE=DELTH
PORAMETER: HF SF

ENTHALFY AND ENTROPY OF TRANSFORMATICN OF ELEMENT FROM ALFPHA-U
TO THE MRIN FHASE

ELEMENT HTCCAL/G~ATOM) STCCAL/G-ATOM/KD
1 1804 000 1.799
& G41.000 0.530

ENTHALFY AND ENTROFY OF TRANSFORMATION OF ELEMENT FROM EETA-U
T0 THE MAIN PHASE
ELEMENT HT CCAL/G=-ATOMD STCCAL/G=ATOM/K

1 1137.000 1.090

P 241000 0.8630

ENTHALPY AND ENTROPY OF TRANSFORMATION OF ELEMENT FROM ALFHA-ZR
TO THE MAIN FHASE .
FLEMENT HT<CAL/G=BTOM STCCAL/G=-ATOMAKS

1 1804 000 1.799

& 241,000 0,830

ENTHALFY AND ENTROPY OF TRANSFORMATION OF ELEMENT FROM DELTA
TG THE MAIN FPHASE

ELEMENT HTCCAL/G=ATOMD STCCAL/G=ATOM/K D
1 1404 ., 000 1,799
z 941,000 0,830
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FHASECALFHA-U 3 L-AU = 95504
+ HF  * ¢ 1.5060 )
+ 5F o+ ~1164.2 2

EQUILIBRIUM WITH THE MAIN FPHASE

TCKD Xpelo XECLD
3%, 000 0. 40000 0.92450
873,000 0.33333 0, 99500
FHASECBETA-U L-BU = G294.0
+ HFE % ( Q,74879 )
+ SF % ( 578,85 p)

EQUILTERIUM WITH THE MAIN FHASE
XEC

TEKO XMC1o E<L)
P66 . (00 0.57600 0.98940
PHASE CALFHA=ZRD L=ZR = P730.3
+ HF * ¢ 30241 3
+ 5F % -2655.7 p
EQUILIBERIUM WITH THE MAIN PHASE
TCKD XMolo XECLD

879,000 022000 0. 40000D-02

EQUILIBRIUM OF COMPDUND DELTA WITH THE MAIN FHASE
TCKD XMelo XEC1)

90,000 0.33333 0.333335

CRITICAL FOINT OF THE MAIN PHASE:

TC= 995,000 K X= 0.700000+00
MISCIBILITY GAP IN THE MAIN FHASE
TCKD XM=1 XM
966,000 0.57600 0. 869000



COEFFICIENT
1 1
4
7
z 1
4
7
3 1
4
T
4 1
4
7
7
5 1
4
7
& 1
A
7
7 1
4
7
B 1
A
7
7
& 1
4
7
10 1
A
7
11 1
FA
7
1z 1
4
7
13 1
A
7

0.201%600D+03

~1). 4555650D~04

=0.2094400D+03
=0, 1459480D+01

0.4444449D+00
0.12933290+03

=1, 3765000D=-04

0.11111090+00
-1.16166650+03

=-0.14%0978D+01

=0.1490978D+01

0. 1797 760D+00
0., 2264574D+03

-, 85413404D=04

0.3317760D+00
-0, Z230649D+03

w(J, T329995D+00

0. 6054000D+00
=0 . 6417403D+02

=1, 29999560401

0. 4540000D-01
-{].90192430+02

=0, 4538560004
=0, 4838560D=-04

0.22272210+00

=0.6592602D+02

0.0

0.0
=0.1194000D+05

0.0

0.1676760D+00
0.19653450+03

0.0

= 46032400400
=0.6515594D+035

.0

JAERI-M 89-063

S ~0.10030000400
& 0.35%21705Db=-01
2 =0.1496000D+03
5 0. 6320000D=-01

] 0.1151429D+04

2 =0.3580004D+03
5 =(.1481453D4+00
ba] 0.2910500D=-01
z2 =0, 96999310+07
5 0.1111112D400
& 0.1152557

Z  =0,17366
5 D.671iz2

& 0.65039990=01

z -(1.3204956D+03
5 =0.77863585D-01
5 (.5666434D+03
P =0.534753

5 =0.1090253

S 0, 2635697 7D+04
z =0.4254360D+02
5 0.99742720~-01
b 0.42531200=-01
& 0.4253120D~01
2 =0, 197777 TD+C
= 0.2669144D=01
& 0.8900000D+03
z 0. 1990000D+04
5 0, 5000000D-01
& 0.0

z 0.0

S ~(.,1920000D+02
& 0.0

ey =0.1619750D+03
5 0.76151620~01
& 0.0

& 0. 44457300403
5 =0, 2879285D+00D
& 0.0

& 0. 1152567D+04
&

3
5

=]

o

£

or Ll

- Lo

peg &l

o

» L

>

o

L

[ W

P A0

=0, 21600000+00
0,9424500D+02

0., 2240000D+00
=0, 77 7P200D+02

TTD+0G
2ED+035

~0.14814
0.12933

0.1851850D+00

=} 23442790+ 00
=0.6453071D+0Z

0. 23091610400
0.7521643D+02

0. 7300800D=01
0.9583322D+02

-0, 86767385D4+02

0.7407419D=01

=(.2197539D4+02

0. 12000000402
0.1910400D+05

=0, 20345190+00
=0, 2526246D+02

0,67T449210+00
0.2751392D+03



SOLUTION (FIRST

17
23
32
4
B2
&)

EXTRA FPARAMETERS

H(L)=

&

11036 .
SC1y 8.0096

Hozo= =1688.3

SC2)==0 32033
16395,
16.399

HC3=

5¢350=

N=TH UNKNDOWHN

¢ 7

¢ 55

Lo R Ve I A US [ pN Y

9
10
11

13

“Q44 .63

~0.95053

JAERI-M 89-063

UNKNOWNED
INTERACTION FARAMETERS:

HF

-

.}

INFUT CONSTANT

1570,
597 .4
1663,
T85.3

T A

215.5
QEZ .6

=410,

-0, 1792D+05

$534.5

—0Sh9 .,

CALC.
1470,

6573

586,99
AL
246 .5
SO7.5
=414,

~0.1792D+05

548.2
~2608,

CONSTANT
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TTTVERMODYNAMIC FROFERTIES OF ECC  GAMMA U PHASE
IN U - 7R SYSTEM

3/3% COMBINATION FOR GAMMA
ALFHA-U/GAAMA ASSUMED TO EQUATE AT XU=1/3 AT 873K,

Xo b ) H=MIX S=-MIX~EX S-MIX~-IDEAL

CAL/G-ATOM  CAL/G-ATOM*K  CAL/G=ATOM*K
7,001 2566 0.2400D=-01 0.15700-01
0.0u5 12605 0.1182 0.62520~01
0.010 245,50 1,2321 0.1112

Q.04 BIT.0 0.68293 0.3335
0.0580 1959, 1.421 0.59536
0,120 Z030. 1.520 0.7257
0.160 2BLE, 2. 066 00,8732
0,200 LT/ 2.199 09935
0.240 266, 2,239 1,094
0.280 2715, 2,226 1.178
0.320 2732, 2.180 1.245
0.360 2730, 2.121 1.2958
(. 400 27259, 2.064 1.337
. 440 2720, .02 1.362
.450 2,003 1.537%
{3.520 Z.009 1.375
3.560 b 1.362
0. 600 2 1.337
0,640 . 1.298
0. &80 P 1.245
0.720 o 1,178
0.760 P 1.094
0.3800 & (.9938
0,540 z 0.8732
0.580 0.7267
0.920 0.5536
0.9 1016, 0.8651% 03335
0.990 781.5 0.2383 0.1112

0,995 143.2 0.1214 L 0.6252D~01
0,999 29 .02 0,2464D0=-01 0,1570D=-01
0.333 2752, 2.161 1.264
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373 COMBINATION FOR GAMMA
ALPHA-LU/GAAMA ASSUMED TO EQUATE AT XU=1/3 AT &73K.
T=1100, 000K

XC U ) H=MIX S=MIX G-MIX ac U o AcZR )
CAL/G=ATOM  CAL/G-ATOM*K  CAL/G=ATOM

G.001 25. 66 0.3970D=01 ~15.02 0.7144D~D3  0.9990
0,005 126.5 0.1508 - 29 0. 37035D=-072 0.9949
0,010 248,86 0.3433 =128.9 0.77350=02 0.,9696
0. 040 (97,40 1.163 =352.1 0,3923D~-01 00,9539
0,080 1559, 1.975 -613.2 0.1009 0.8997
0,120 2030, 2549 -7r4.1 0.1824 0.8431
0,160 T AR Z2.940 ~555.6 0.2771 0.7681
0. 200 545, 3.159 ~Q60.0 0.3761 07372
0.240 LT 3.3354 =1006, 0.4708 0,692
G250 2715, 3.404 =1029. 0.5543 03,6536
0.320 2732, 3.425 ~1036. 0.6226 O.6222
0.260 2730. 3.419 -1031. 0.6T44 0,597
0.400 2725, 3.401 =1016, 0.7107 0.5754
0. 440 2TED. 3.385 -995.4 0. 7340 00,5652
0.450 2744, 3.378 -970.9 0. 7T475 0.5565
0.520 2TTE. 3.354 =244 .75 0.7545 (.5514
0.560 2827 . 3.403 =916 .4 3.7550 0.95454
0,600 2687 . 3.432 wSET.T O.7607 0.5457
0. 640 29485, 3,460 -355,1 0.7643 0.5410
(3,680 prAnls 3.475 =G26 .8 0.77138 0.5314
0.720 3.461 -7T92.3 Q.7829 0.5137
0.760 3.395 -752.3 0.7992 . 45843
0. 800 Z.251 70355 08210 0.4399
0,540 2656, 2,995 ~-641 .5 0.5845% G3.3760
0,880 2301, 2,601 -559.6 0.8814 {.2965
G.920 1768, 2,015 =448,0 0.9155 1. 2040
0,960 1016, 1.185 ~2EBT.T 1.9592 0.1011
0,990 281.5 0.3495 ~103,0 0.9599 0, 24460=01
(.995 143.2 0.1839 ~-59.13 {.9950 0.12130=01
0,999 29.02 0. 4034D=01 -15.35 {1.9990 0.24100=-02
0.333 273 . 3,475 -1035., 0.6417 0.6137



THERMBODYNAMIC PROPERTIES OF BCC
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SYSTEM

373 COMBINATION FOR GAMMA

ALFPHA~L/GRAMA ASSUMED T EQUATE AT XU=1/3 AT
T=177

X¢ u

a.005
0.010
0.040
0,120
0.160
. 200
(O, 2410

.320
0.360
0.400
0.440
0. 450
0.520
0.560

0.720
0.760

0,300

0. 995
0,999

0,333

.l

H-=-MIX
CAL/G=-AT0M
o5, 668
126.95
4505
897.0
559.
2030,
£545 .,
2048,
2662 .
2715,
2732,
27350
27D,
2TE5.

2T4b.
2775,

=]

e
il Py

Taal
Fala Lol

245 .
2396,
3015,
S5,
28T
2656,
2301,
1768,
1016,
251.5
143.2
29,02

pagii iy
arhl.

H=MIX
CAL/G=AT DMK

0.39700D=01
0.1808
0.3433
1.163
1.975
T/
P40
L1869
A
ANEA
AES
Al
L4071
L2385
AT
L 584
4035
A3
460
LATS
461
L3295
ol
998
a.601
2,015
1.18%

(3.3495

.
F

B0 Lo Tk 7 Sk Lol €8 el Sk o] Lol ad nd L G (1d o P

C0.1839

0. 4034D=01

3.625

CEAMMA U PHASE

G=MIX
CAL/G=~ATOM
bl Th
w1939
-5 010
-1165.
~1942.
=2430,
-ZH04,
-5106.
~3749,
-5320.
~3341.
-3331.
-3305,
-3273.
=3244.
~3282.
~3207.
=3197.
~3157.
=3166.
-3121.
-3037.
2591,
~2659.
=2310.
=1804,
-108%.
=336.¢
-182.%9
b 50
=33541.

_34_

)
-~J
LM
=

AcC U o

0., 5406D=-05
0.4914D=04
G.1189D=03
Q. 1341D=-02
0.86221D-02
0. 29050-01
3. 7305D=-01
0.1424

0. 4260
0.4457
0.4472
0.435

0.4265
0.4169
0. 4135
0.4191
0.435585
0. 4656
0.5103
0.571%
0,649
D.7424
0.8427
0.9361
09883
0.,9946
0, 9990
0. 3996

ACZR D

3.9990
0.9945
0.9881
1.9334
0.5335
G.725%4
0.6251
0.5403
3.4735
0.4239
£0.3896
0.3685
0.3556
0D.3578
0,3640
.3742
0.3843
{1.35565
0.3798
0.3518
0.3012
0,.2316
0. 1545
0, 8586D=-01
Q0.3757D=-01
0.11860=01
0. 2195002
0. 21640=03
0.9112D=04
1.1562D=04
X wl

0.3612
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HOK SO RO O S FROGRAM TOH=G ke o ok Tk o

TO CALCULATE ENTHALFY. ENTROFY., FREE ENERGY OF MIXING AND
ACTIVITIES OF BINARY AlLLOYS.

PROGRAM 1S COUFLED WITH SSL-IT1 SUBROUTINE *DLQMX® TO ESTIMATE
INTERACTION PARAMETERS OF REDLICH-KISTER EQUATIONS.

TORL OGAWAS JAERI, MAY 1944.

NOTE: INTERACTION PARAMETERS TO BE ADJUSTED SHOULD BE LESS
THAN 3/3 COMBINATION.

e T

Fe eI Il iIe ISR S eI R IR

UNIT: R=1.9566 CAL/MOL

0000n1 IMFLICIT REAL#E (A=H,0=2)

OOoo0z2 COMMON /HG/CC20) . TC,NEM
000003 DIMENSICON Y1000 X200, TITLECS»»COMTCI0, 150
O00004 DATA R/1.966D0/ :

00000sS 500 FORMATCZIZD
Q00006 500 FORMAT(ZFL0.3, 120

QOOOUY 510 FORMATC15A4)

BOO00S 599 FORMATCZ0IZY

00000 G0 FORMATCLIHL » 22X, * THERMODYNANMIC PROPERTIES OF '+3A4," FHASE',/,
110X, IN "sA4," = '.A4," SYSTEM®D

DOGOL0 G259 FORMAT CLHO.4Xy 15R4)

Ooonll 651 FORMATCF7.3:3X.3CEL1.4:2X3)

Qoao1e 65% FORMAT 11X, 'CAL/G=ATOM" ,2X, *CAL/G=ATOM*K"* , 2X, ' CAL/G~ATOM*K" )

Qeo0L13 656 FORMAT(IHO,2X, 'CONDITION CCDE OF LAXLR =',I6)

000014 630 FORMATCLHO . IXs X3R4y D 722X, "H=MIX" 27X, *5eMIX~EX" » &Xo
1'S=-MIX-IDEAL" D

[
000015 READCS, 510 ¢TITLECI) s I=1.3)
0000l READ(S,59%) NCOM
OoOolyT DO &0 I=1.NCom
Qoonls &0 READCS,5100 CCOMTCE.Jd).J=1.15%>
ooo01e READ(S,5100 E1.EZ
Q00020 READCS,S00) NS, MXS
0000z 1 PIX=NS+HNXS+S
GoOon2z D0 69 I=1,MXS
GOOG23 69 READCS,501) XONS+5+10
000024 READCS 501> TG.TD.MT
Onoozs WRITE(S,6200 (TITLECIY.I=1,30,E1,F2
Q00026 DO 61 I=1,.NCOM
GOo0ZY 61 WRITECHA25) CCOMTCIvJdD.Jd=1,15)
C
C
O000ZE CALL COIN
nlelnlulets) CALL LQMX
«
C
DoON30n IFCIC.ER.OY GO TO 9é&
000031 WRITECSH 656 10
OOCO3z G0 TO 99
Q00033 5 IFCNPM.EQ.3) GD T 951
000034 IFCNPMLEQ.ZY GO TO 952
QUo03s CC3h=0,
000036 CC4r=0,
QOO037Y P62 CO5H=0,
0O00345 CCeI=0,

0OCO39 281 DE=1.D0/DFLOAT CHSD



JAERI-M 89-063

DO0040 DO 10 I=%.NS

G041 10 XCI+30=DS+DELOARTLT D

GOO042 XC1or»=1.D=3

000043 X{Z=5 D=3

Q0044 XC3i=1.,D=2

000045 KONS+H3Y 0,99

DO004E XONS+H4=0 9095

GOO04sT X{Ni+5) (), 999

GOO04LE DO 20 I=1,MX

DOOG4LY XX= X(I)

OONOS0 Kozl =XX

UuDUJl YXZXX# (L, =XXD

QroOsz 2zl -2 e XX

OC00s YOIImYXsCCL ) HY Xw X 2w (30 +Y X4 X2 X2 w L (5D

UUUUJA YOITAMX ISV XA C 2D+ Ko X2 CCEIFY XXX 2R S

000055 YCIHMX*S ) ==Ra CXX#DLOG XX ) +X5+DLOGEXS) )

D00056 20 CONTINUE

000057 WRTTFCHGEZD) (TTTIFCIY T=1.3).F1.F>

000058 DO &2 1=1,NCOM

000053 62 WRITECHAH25) (COMTCI,J2,d=1,15)

Q00060 WRITECG,660) E1

000081 WRITE(E, 653D

G006 NGO 33 I=1.mMX

000063 35 WRITECG.E5L) XCIDaYCID o YCTHMYD o Y THMXY#S)

OON0ESL DO 21 J=1.MT

OO0G6S T=TO+TD*DFLOATCJ=12>

DO006EE DO 29 I=z1.MX

GOO06T XX=XCI)

O000ES RD=XX# XX

QO00&9 X5z, ~XX

OOOOTO XR=X 5S4 X5

(o071 4 YXZXX# () =XX0

QOOG7TE X&=1 .=z %XX )

QOGOTS IFCI.GT.1Y G0 TQ 77

Q0074 YCIHMX#S0 =Y CIHMX*S2+Y CI+MX)

COO07TS 7 Y CEAMX =Y (I =Y CTHMX S % T

OO0076 GL=XR#*CCCL ) =CeEd#TOHXR# (1, DO=4 , DO*XX 35 (CCFI=CC4)+TH+
IXR*XEw €1, DO~6 , DO* XX (CCSI=CCEI T '

Qo007 YCTHMX D0 =DEXFCGL/CR*T ) ) XX

0oo0Ts QE=XD*CCCLO=CeZo*TI+XD* (3. =4, *XX)*([(J)_[(4)*T)+
IXD X2 S, = XX (ST =C (60T

GONOT YOIHNMX 4y =DEXPLRZ/AR#T I )% XS

Q00080 29 CONTINUE

000051 WRITECSH.620) (TITLECI),I=1,.3)9,E1,E2

Qoonaz LO &3 I=1,.NCOM

DOOO&ES 63 WRITECS, 625y CCOMTCIL L)-0L=1.15)

QOO0G4 WRITECG,6E0) T

000E5 WRITECSH,&600y E1.EL,EZ

Q00086 WRITECG 633D

QOD0AT DO 30 I=1,MX . - ) )

OO00&s 30 WRITECAH,L01) XCIDYLID o YOI HMX#E s YCTHMX %2 s YCTHMX*30 2 YOI HMX 4 )

0O00s9 21 CONTINUE

GOOO0 99 STOF

L

Q00091 GO0 FORMATCLHO IX: "XCY A4, ") "5 2K, "HeMIX" 27X, ' S=MIX' Xy "G=MIX",
18X "ACT ALy P "X "ACT A4, D)

000092 6O FORMATCFT .3, 3X.5¢GLL.4,2X0)

000093 633 FORMATCLLX, "CAL/G=ATOM® , 2X, 'CAL/G=-ATOM=K" , 2X, *CAL/G=-ATOM® 3
000094 G600 FORMATCIHOL 35X, "T="'.F3.3, "K' )

NONnN9gs FND
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GO0001 SURROUTINE COIN
C
ODO00E IMPLICIT REAL#*H (A=-H,0-Z1>
0Ono003 CHARACTER FNM*4 s PRN*4 P T3
DOO00O4 COMMON /C01/A¢50,50),B(50, 16, JR.MC
000005 COMMON /CON/PNMC100)
000006 COMMON JCEG/HTC10,2) 3 STC10,22,C5TC10,6)
00007 DIMENSION PICLIO2Z),

*PRNC10,100 . COEFCLOY »AHCSD N
SMID2C10D s INDFCTOY s KNOWCLOY o MFC1O)
QO000s DATA R/1.986D0O/

Oooone SO0 FORMATC30I2)
ono010 =01 FORMATCBRS.3)
Q00011 502 FORMATCSELZ .S
QOoo1E 503 FORMATC(LOA4)
000013 504 FORMAT(ZA%4,9120
QOo014 510 FORMATCIZ.ELZ.52
0O0001S 511 FORMATCIZ.SEL1Z.5)
GO00L16 520 FORMAT(FS.3,E12.5)

INFUT: NAMES OF AUXILIARY PHASES AND PARAMETERS.
SOLUTIONS FIRST. THEN COMPOUNDS.

[T Te T

o017 READ{S, 5003 MC.N NC
0000LH NT=NS+NC
00019 DO 10 I=1,NT
QDO0Z0 READCS,5045 (PICI,J2.d=1,20MPCID INDPCID S KNOWCTD
Qo021 10 CONTINUE
O0O0zZe DO 11 I=1.NT
DOO0Z3 11 READCS,503) (FRNCI+J)J=1.MPCIDD
Oo0024 PO 12 I=1aNT
0o0oZsS 12 WRITE(&.600 CRFTICI ) e d=ls2) s (PRNCT Dy J=1,MPCTD
QO0026 MFRN=O
QoQ0ZT DO 1% I=NS+HLWNT
OOO0Z5 DO 18 J=1.MPCID
QOO0Z MPRN=MPRN+1 :
DOOO3Z0 PHNMCMPRNY =PRNCT . 4
QNOO31 18 CONTINLUE
Q00032 19 CONTINUE
Q000335 DO 17 I=1.N5
0000354 DO 16 J=1.MPCID
QOOO3% MERN=MFRN+]
000036 PRMCMPRNYSFRNCT J2
OO0037 16 CONTINLE
00035 17 CONTINUE
C
000039 DO 14 I=1.NT
Q00040 WRITECGH,601) (PICILJddsd=1.2D
Q00041 DO 1% J=1.,2
000042 _ READCS, 5010 HTCIJd)»5TCT.d0
000043 WRITECAH.602) JyHTCI ). 5TCIJ2
000044 15 CONTINUE
000045 14 CONTINUE
C .
C INPUT: FHASE BOUNDARY OF THE MAIN PHASE WITH THE AUXILIARY
C SOLUTIDON PHASE
C
GOO04E I1G=0
DO004LT GO TO ¢100,1012 NC+]



000045
000049
000050
Q00051
Qo002
000053
GOMIS4
Q00055

OOOU5S
000059

0ao0s s
GO0063

000067
D0006GS

00aOTa
0oo0T1
ooQoT2
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JR=ZMC

G0 70 1oz

GO TO C100,104,105%) sMPINS+NCI+1
JR=ZaMC4+]

GO0 1O 102

JR=Z#MCH2

D 200 I=Z1.N3

IFCINDPCID.NE.1Y GO TO 29

DO 20 J=1.6

CETCl.J0=0.

READCS,511) MIN, CCETCI.KY.K=1,5)
IFCMRPCID>LELS) GO T 21
READ(S,502) C3TCI6)

KNOW=1 AND MIN=04 THEN '

21

]
[

R
ot}

S AN
Eo I

Mo
~4

C5T IS THE PARAMETER VALUE FOR THE KNOWN FARAMETER.

DO 22 K=1.MIN

READCS 5103 MIDZCK) COEF (KD

CONTINLUE

WRITECH,610) (FICI KDY K=1-20,PRNCTZ 1) ,CSTCI,10
IFCKNOWCEY JEQLLLAND.MFCID.GT.1Y GO TO 26
IFCKNOWCI ) JEQLLLAND.MFCTIY LEQ. LY GO TO 27
DO 24 K=1,MIN

WRITECE,611) FPRNCNSH+NC.MIDZCKY) s COEFCKD
G0 10 27

DO 23 J=2yMFCID

WRITECG,614)Y PRNCILJD,CSTCL.J2

CONTINUE

G0 1O 27

WRITECS 618> (PICILKYK=1,2)

READ(5,500) NEQ
WRITECG 6120

GO 30 J=1,NEQ

READ(5,502) T,XM.XE

WRITECG,613) THXMAXE

CSTA=CSTCI 10 =CETCL 204 T+HCCETCL 30 =C5TCI 404 T (1 =4 *XED+
TCCETCIS)=CRTCL 624 Tow (], =2, #XEd) (], =6, wXE)D

CETE=CST{I s 10=CuTCI y 204 THCCETCT s 33 =ChTCT 240 TOw (3 =4 #XED+
TCCETCLS)~CET 60Ty (L =2 o XEIw (5. =6 »XED

DO 33 IGC=1,2

IG=IG+1

CALL GPARCXM.MCsAH, IGCH

LD 35 K=1.MC

ACTG s 2*K=12=AHCK)

ACIE, Z*K)==AH(KI % T

GO 7O ¢301,302),16C
BCIG)=RAT*(DLOGCXE)=DLOGCXMY dHT (L 12+5TCL, 10T

G0 TO 3%
BCIGY=R*T*¢(DLOGCL . DO=XE»=DLDGCL . DO=XM) D =HT (1422 +5T(T 20T
CONT INUE

CONTINUE

1G=1G-2

GO TO (31,32),INDPCIO+]

LO 34 1GC=L.2

16=1G+1

SARI=DFLOATCMPCINN /2.

MMM=IDNINT CSARID
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Qoo1o0 CALL GRARCXE MMMy AH . TG
Gaolol DO 385 K=1.MP{I)
000102 ACTE JRAZ*K=1 0 2=AHCKS
0001035 38 CONTINLE
000104 SI=DINT(SART Y
DOGLOS IST=IDINTCSID
CO106 D0 37 K=i,I51
QOe107 ACTE, JRFZHKIZAHK =T
000108 37 CONTINUE
OOO109 34 CONTINLE
Q00110 G2 TG 30
"
000111 Z2 DO 38 IGC=1.2
oooliz IG=IG+l
0Goll3 CALL DPARCXE,AH, COEF S MIN, IGC)
QU0lls DO 39 K=1.MIN
000115 JRZZRMCHMIDE (KD
GO0ile 39 ACIGE, JRY==AKKD
000117 GO TO (45%,463,1QC
Q001158 45 BCIGI=BCIGI+CSTAXCL. —XE)*(l wXE)
000119 . G0 TC 36
00120 46 BCIGI=RBCIGQIHCSTRE#XE+XE
001zl 36 CONTINLE :
€
Qo0lze 30 CONTINUE
D123 IFCINDRPCI) JEQLDY SRTEJRHMPCID

G00124 200 CONTINUE _
C  PHAZE BOUNDARY OF THE MAIN PHASE WITH THE COMFPOUND.

000125 IFCNC.EQ.O) GO TO A1
On0lLs READCE, 502 HF,5F
C
C  *5F.GE.10000, WHEN UNKNOWN.
C
QOo1L2T READCR.S10) NERQ
OO0 26 WRITECE,6303 (FICNS+1.J)sJd=1.2)
0O012Y DO 50 J=1,NEQ
000130 - READCE 502 T.XMXE
noo131 WRITECGS613) T, xm XE
000132 IG= Iukl
000333 DO 55 K=1.MCs2
00134 95 ACIG,Kiz=0.,
000135 DO 91 IGC=1.%
000156 CALL GPARCXMMC,AH, IGC)
000137 DO S22 K=1,MC
000136 GO TO (53.543,160
Qonlae 53 ACIGy 2+ K=10=ACIGE, Z2xK=12+AHCK ) = XE
Q00140 ﬁilb,:*K) R(Ib.:*K) ~AH K * T*XE
DO0141 - Q[C TO 52
000142 54 ACIG, 24K=10=QACTG, 2+ K=1)+AH(K = (1 . =XE)
000143 ACIGy Z+KIZACIG 2+K)=AHCK I * T+ (1 . =XE)
000144 S5 CONTINUE
OO0145 51 CONTINUE
000146 BCIGIZ{~RueT#DLOGCXMI~HT (T 1345TCI 1% T 2% XE+
1C=R*T#D 0BG DO=XMI=HTCT s 20+5TCL, 2% To* (. ~XED
000147 GO TO €60461+620 MPCNSHNC Y +1,
QO0148 62 ACIG,2+*MC+1l)==1.
000149 ABCTG, 2 MC+20 =T
GOG1s0 GO TO SG
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0001 66
QON16T

N00163

GO01 &9
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000172
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00017s
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0o017Y
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000179
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000151
000152
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61 IFCSFLGE.LO000,)Y 6D 7O 65
ACTG, 2+MC+1d=w],
BCIGY=BCIG) -TH5F
GO TO S0

65 ACIGZ2wMC+Id=T
BCIGYIS BCIGY+HHF
GO3 TO =0

60 BCIGI=ECIGY+HF=T*5F

50 CONTINUE
IFCMPONSHNC) LEQ.2) GO TO 81
IFCMPONS+NC) LEQR.LY GO TO &0
WRITECS,631) HF.SF
GO TO 81

S0 IFCSF.GE. 10000, GO TO &6
WRITE(K.639) SF
GO TO &1

86 WRITECH,632) HF

INFUT: CRITICAL FOINT AND REGION OF DEMIXING
41 READCS.5200 TC,XC

TC=0. WHEN THERE IS NO MISCIBILITY GAF OR NO

REGARDING MISCIBILITY GAF.

TC=99999. (FIVE-NINE> WHEN CRITICAL FDINT IS
SOME INFORMATION ABOUT MISCIBILITY GAR.

IFCTC.EQ.D.) G0 TO 1400
IFCTCER.ODI99,.) GO TR 75
WRITECH,G2OTC,XC
IG=IG+1
DO 7O I=1,MC%2
ACTGE, I)=0,
ACIG+Y,10=0.

7O CONTINUE
ACIG.12=ACIG, 12,
ACIG,2)==fA(IG10+T0
ECIG)==R*TC/XC/CL . =XCD
IF(MC.EQR.1Y> GO TO 1000
ACIG.30=ACIG3)=6 ., %1 =2 %XC)
ACIG 4= =ACIG3)»TC
ACIGHL.Z)= ACIGHL.3)+12.
ACIGHL 40z ~ACIG+LV3O%TC
BCIGHL Y=l =2 #XCO*R*TC/CXCH* XD
ECIGH1II=RCIGHLIY /(L . =XCo# {1, =XC2)
IFCMC.EQ.2> GO TO 79
ACIG,SI=ACIGS)=2. D0 (24, # XCw XC=24 . #XC+D .
ALIGEI==RCIG5)*TC
ACIGHLS)=ACTIGHL s B +48 . % (1 . =2 . % XCD
ACIGH] s 6)==ACIG+1.52=TC

79 I1G=IG+1

75 READCS,Z00) NEQ
WRITECG.635)
DO 90 J=1,.NEQ
READCS,502) T XMy XE -
WRITECG,613) T.XMsXE
00 91 IGE=1,2
16=1G6+1
G0 TO (96,973,160

)

INFORMAT I OGN
UNKNDOWN, BUT
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- ..’....
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96 BTGy =R T+ (DLOGCXE »=-DILOG (XM 2
B0 TO o8 ‘
97 BCIGI=Rs T+ (DLOGCL . ~XE)=DLOGCL .. ~XM) )
35 CALL GPARCXMMCAM. 16T
DO 93 K=1.MC
ACTE,Z2+K=1)=AHCKD
9% CONTINUE
CALL GFARXE . MC.AH, TG
DO 94 K=1.MC
ACIG,2eK=107ACIG 2+K=10=AH (KD
RUIG, Z*KIz=ACIG, Z*K=10*T '
94 CONTINUE
91 CONTINUE
20 CONTINUE
1000 RETURN
GO0 FORMATC//+7Xy "FHASE=" 4204, /11X, "PARAMETER: ' 10CA4 s 2X2D
&01 FORMATC/ A 2X "ENTHALFY ANMD ENTRORY OF TRANSFORMATION OF °
1'ELEMENT FRDM *L2A4,/.' TO THE MAIN FHASE',/.3X," ELEMENT "+ 3X»
2 "HTC(CAL/G~ QTDM) 4X "STCCAL/G~ATOM/KI ')
HOZ FORMATC/ 26X 12 TXFD. 349X F2.353 '
610 FORMAT (1H1,2X,'PHHSE{',EA4,')',Bxgﬁém' = 'H,Q12.50
A11 FORMATCISX, "+ *1A4,'s (G122 50" ' _
612 FORMATC/ 58X, "EQUILIBRILM WITH THE MAIN PHASE',/, 10X, "TCKD .
ToX, XM 10X, " XECLY )
613 FORMATCLOXVFa.3,3X.G12.5.3X:612.5)
&14 FORMATC/ 3 26X.A4," = ",GE12.52
618 FORMATCIHL 2%, "FHASEC 1 2A4, ') ")
620 FORMATCIHL»2X, "CRITICAL FOINT OF THE MAIN FHASE: '/
115X, ' TC=',FE.3: " KY+3X, "X=',E12.5
&30 FORMATCIHL 22X, "EQUILIBRIUM OF COMPOUND *.2A4,
1' WITH THE MAIN PHQSE',/,10X,'T(K}',?X,'XM(1}',1DX,'XE(l)')
631 FORMAT(/ 66X "ASSUMED HF='»G12.9,3X, *SF="»612.5)
632 FORMATC/ 26X, "ASSUMED HF=",G12.5%)
635 FORMATC/ 33X "MISCIBILITY GAF IN THE MAIN FHASE',/»
TIOX s "TOKI Y 57Xy "XM=1 "y 12X " XM=2" 0
639 FORMATC/ 26X, "ARSUNMED SF=',G12.5)
END
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9lainialent SUBROUTINE DFARCX.A.Q.M, IC)
DOO00z2 . IMFLICIT REAL*S CA=H,0-7)
000003 DIMENSION QCl02,AC10)
000004 GO TO C10,200,1C
20oons 10 DO 11 I=1.M
Q00006 11 ACII=REId* (L. =X+l . —X)
QOo00T GO 70 30
O0OC0a 20 DO 21 I=1.M
OO00NY 21 ACII=ZRCT I XX
200010 30 RETURN
OO00T1 END
Q00001 SUBROUTINE GPFARCX.M.ALIC)
00000 IMPLICIT REAL*S (A-H,0-Z2)
400003 DIMENSION ACLIOD
000004 DO 30 I=1.M
000C0n5 GO TO €1,2:3251
0O0006 P F=1./7¢1.=2.%X)
0O0007T GO TGO 5
000005 £ F=1.
Doonoe GO T8 %
QOOO010 3 F=l.=-2.%X
000011 9 G0 TO <1G,200,1C
00002 10 Z=1.-DFLOATC2* 1) %X
oo0n13 ACII=C] . =X)w (]l . =X wF*Z
000014 GO TO 30
000015 20 DF=DFLOATCZ*I>
OOO0LE Z=DF =1 .=DF*X
T O0o01Y RCTI=XaX*FwZ
Go00Ls 30 CONTINUE
Q00019 RETURN
QOO0Z0 END
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SUBROUTINE LGMX

LEAST=-SQUARES S0LUTION OF M«N LINEAR EQUATIONS
WITH FACOM =E0-11

IMFLICIT REAL*E (A=H-0-Z)

CHARACTER NTL1=16,FNM*4

COMMON  /AHG/ X500, TCON, NFMC

COMMCN /COT/7ACS0,200,BC200 M. N, NFM

COMMON  /CON/PNMCLI000

DIMENSTON FACSO.503,UWC100) ,
INWCE0Y . FDC100D

DRTA NT1/"COEFFICIENT'Y/

ADDITIONAL 'LOOSE" BOUNDARY CONDITIONS.

MAD=0 IF THERE IS WO ADDITIONAL INFORMATION.
MAD=99 IF EQUAL-G IA USED.

IF

EQTH EQUAL-G AND OTHER ADDITIONAL INFORMATION IS USED.

FIRST MAD=99Y, THEN ERUAL-G INFUT, THEN MAD.NE.O.

S500
501

=

11

10

20

101

FORMAT (3012
FORMAT(&ELZ.5?
READCS,500) MAD
IF{MAD.NE. 99 @i} TO 20
CALL CEGC

READCS, SO0 MAD
IFCMAD.EQR.OY GD 70 5
O 1 I=M+1.M+MAD
READCS,501) BCI
CHN=DFLLODAT (N> /6.
NEN=NINT CORND

D0 2 JN=1.MCN

JHI=EH% IN=5

JHNM=6* N

READCS,501) CACI )y J=INT » JNND
CONTINUE

M=M+AD

CALL PEMINTL G250 MND

DO 20 I=1.M

XCIH=RCID

DO 10 J=1,N

FACI.J2=ACI,JD

CONTINUE

CONTINUE

IsW=1

CALL DLAXL(FALS0 MM X ISWFD s IVW, TCOND
IFCICON.EQ.Q) GO TO 101

WRITE(&,610) ICON

IFCICON.NE.OY RETURN

CALL DLAXLREXHASOMNFALFD.BIVW, VW, TCOND
IFCICON.EQ.QY GO TO 102

WRITECSH. 6200 ICON

IFCICOM.NE.DO) RETURN

12 NPMX=NPM* 2

NFMC=NFM
WRITE (G638 NPMX
DO 41 K=1,WNFM
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[=2w (=10
WRITECS.6373 T+1,K.XCI+1D
WRITECS 6350 I+2. K XCI+HE,
41 CONTINUE
WRITECSH,639)
DO 42 T=NPMZ+TLN
42 WRITECSH 636 T XD PNMCT=NFM*E)
WRITECH 645D
LO 2oL I=1.M
BC=0.
DO 202 J=1sN
BC=BC+ACT Jo# X4
202 CONTINUE
WRITECEH, 646 TLBCI),EC
201 CONTINUE
RETLRN
600 FORMATCIHO, /56X, *LINEAR LEAST SQRUARES SOLUTION' ./, 6X,
*PROW NUMBER=",T14./,6X, "COLUMN NUMBER=', 14)
610 FORMATCLIH 55X, "ICEN OF LAXL=".162
620 FORMATC1H 55X, "ICON OF LAXLR=*,16D
635 FORMATCZX 11, ') 4%, 'S¢, 1L, )0=",G1Z.5)
636 FORMATCIHO1X, "< 125 3, 2X,Gl2.5,5X, R4
G357 FORMATCIHOSIX- 11,3 ", 4X "HC - 11, ')=",0612.5)
638 FORMATC1HL 22X, "SOLUTION (FIRST *,I2," UNKNOWNSD®
14/13Xs P INTERACTION FARAMETERS® )
639 FORMATCIHO, 22X, "EXTRA FARAMETERS " o /23Xy "N=TH UNKNDWN'>
645 FORMATCIHLL8X, "INFUT CONSTANT ', 3X, "CALLC. CONSTANT '
646 FORMAT(3X,12,5X.G11.4,6X,G11.40
END

wa MATRIX FRINT #*
SUBROUTINE FGMCICEML A K.M.ND
IMPLICIT REAL®& ¢A-H.0-Z)
CHARACTER ICOM+16
DIMENSION ACK.S0)
WRITECSH.600) TC0M
DO 10 I=1,M
WRITECEE10) TG ACTdd»J=1.ND
10 CONTINUE
RETURN
600 FORMATCIHL »6X.A16)
610 FORMATC /5K, 13,3044 13, E17.72 (/8% 304X I3,EL7. 7000
END
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SUBROUTINE CEGC

TO USE EQUAL-G RELATIONS IN ESTIMATING THERMODYNAMIC
FUNCTIDONS.

IMPLICIT REAL#*S (A=H,0-72

COMMON /COI/ACS0,500:RC50) .M Ny N
COMMON ACEG/HTCLI0,22,5TC10,22,C0310.6)
FORMATL{IOI 2>

FORMATCOGELZ .S

READCS,,500) NX

DO 100 I=1.NX

READCS,500) INS, IHIGH, IF

DO 99 J=1,1IF

READCS,501) TG XG

M=M+1

YG=1,~XG

Y2zl .=2.%X3

TOZCHT CINS 2 1 XGHHTCINS s 20 #YG) /CSTCINT s D)« XGHSTCING £ %Y0E)
GE=zCLINS s 10 =C NS 2 2 TA+YZ# CCCINS» 30 =COINS 40+ TG+
1YZRY2HR (COINS s S0=CCINS,6%TED
GK=GK#*XGE*YG

AP {TE=TO % {STCINS y L) # XG+STCINS 20 4YE2
IFCIHIGH.EQR.1» BMI=GK~-AD
IFCIHIGH.EQ.-1> ECMI=GK+AD

DO 10 K=1,NFM

AN, 24K=1)=XGE*YE

DO 11 KK=1,.K-1

AN, 2= 1) =AM,, 2% K=1%Y2

ACM, 2K ==ACM, 24K=10%TQ

CONTINUE

DO 20 K=2Z«NFM+1.N

ALM,K)=0,

CONTINUE

CONTINUE

RETURN

END



