BN

MISS5ION TO SATURN § TITAN

Gilant planets evolution

Pressure

Cassim'-Hu

ygens

problem

e
U02 |
1 CP |

&

O]

uj

4

3 05 |

i

x PCP

a
t Melting point 1
Od// g P!

N 1 1 1 1 1 1 \
3000 4000 5000 6000 7000 8000 9000 10000 11000

50
T,kK |
20

10t {{ {

. [

100 200

Igor losilevskiy
Collaboration: Victor Gryaznov

Joint Institute for High Temperature (RAS)
Institute of Problem of Chemical Physics (RAS)

Moscow Institute of Physics and Technology

IPCF)


http://saturn.jpl.nasa.gov/home/index.cfm
http://saturn.jpl.nasa.gov/home/index.cfm

da3oBble nepexoabl B HenaeasibHOM rnJj1asme

CopnepxaHue

2020 — 2021 - [Opamatnyeckum lFon!

NMpobnema ¢ra3oBbIX rPaHUL, U KPUTUYECKON TOYKM YpaHa

Mpo6Gnema HEKOHIPY3HTHbIX (pa30BbIX NEepPexonoB

3aKnw4yeHume



“The Man of Extreme”

Viadimir Fortov

23.01.1946 e 29.11.2020




3uma 1978 — NoctnHmua Yerer

NepBoe CoBewaHue — “YpaBHeHue CoctoaHusa BelwecTBa”
8bI10€esIUIoCh U3
Lkonbl no Modensim MexarHuku CnnowHou Cpeodsbi H.H.5lHeHKoO

OpraHusaTopbl:
AHamonui UHdepbuesuy TeMpokKos
puzopul Bacunbesu4 Nadusik

Cpeou y4acTHUKOB:

OaBsup AbpamoBuyd KnpxxHumy
Hukonan Hukonaesu4y KanutkuH

Bnaanmup EBreHbeBn4y doptoB
Anekceun BnaanmumpoBud bywimaH

lanuHa BacunbeBHa LLInaTakoBckas
Bukrtop psisHOB
Uropb Uocunesckumn



B 1978 roay otkpbin Hawe CoBellaHue

Hasunn Abpamosuy KnpxHuL nekuven “TepmogmHammka HepHbix Obip”

Hukonan Hukonaesundy KanmTtkuH

Poitapb OpaeHa “Tomaca — depmun”
(C K8BaHMOBbLIMU U 0OMEHHbIMU honpaskamu)
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NccnepoBanusa npobnemsbl Pa3oebix Nepexodos
8 Bewjecmee IkcmpemasnbHbix lNlapamempos

Bbinu B 3Ha4MTENBHON MEpPEe NHULNUPOBAHbI
Bnagnmupom EBreHbeBnyemM PopTOBbLIM

Bexu

Otvet (1973) Anbmuwynep J1.B., @opmos B.E. u Op
— OueHka lNapameTpoB Kpnt-Toukn YpaHa

TBT (1975) - ®opmose B.E. JleoHmbeg A.A,, pemuH A.H
— OueHka NapameTtpoB Kput-Toukn b-Ba Metannos

PRL (2007) — Fortov V.E. Ilkaev R.I.,
— Quasi-isentropic compression of deuterium plasmas

KOTD (2010-2021) — Mouaros M.A. Popmoe B.E. u dp
— KBasnnaaHTponn4yeckoe cxartue nnasmbl gentepusd
no gasneHun 18 Mbap,...55 Mbap,... 185 Mb6ap...




Experiments in VNIIEF (Sarov)

Quasi-isentropic compression of liquid hydrogen
up to the pressure 10 Mbar /1970 — 2007 /

Density jump at quasi-isentropic compression

32 : : : : : : : : : ;
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Fortov V., Ilkaev R., Arinin V., Burtzev V., Golubev V., losilevskiy I., Khrustalev V.,
Mikhailov A., Mochalov M., Ternovoi V., Zhernokletov. M.
Phys. Rev. Lett. 99, 2007




Hypothesis avour 15t order phase transition
“Insulator-conductor” /» metals

P

(1943)

Landau L.D., Zeldovich Ya.B., Acta Physico-Chimica URSS, 18, (1943)
On the relation between the liquid and the gaseous states of metals




Teopusa 'nna3MeHHbIX” (Pa30BbIX Nepexoaos
/lomb attraction + quantum repulsion)

T &
f

(1968 - 1970) A
f?

P&

16 anpensa 2020

[ J

l'enpu HopMa'H
Hopwmasn I'.'9., Crapoctun A.H. TBT, 6,410 (1968)
[1nasmeHHbIU ¢ha3oanbil rnepexod

See also: Ebeling W., Kraeft W.D., Kremp D. Theory of Bound States and lonization Equilibrium in Plasmas and Solids
(Akademic—Verlag, Berlin, 1976 / MUP, Mocksa, 1979)



Critical Point Parameters
Theoretical estimations of V. Fortov et al. (1975)

TTPUCTIVITCTT!

Fortov V.E., Dryemin A.N., Leontev A.A. High Temperature 13 (1975)

DaemenT T, K Pe, 10° Tla Po, D-eM° | Se, Kammonn KT DneMeHT T, K Pe, 10° Ha pe, rem° 1 S, KaJ-Mob K
Zn 3196 2,63 2,29 31,27 Hg |1763£15|151=0,025| 42%04 33,790
Y 10800 374 130 3802 Hg |1758L 10| 1,52 50,01 | 5,7+0,2 33,241
Yb 1280 138 236 X Na 2573 0,275 0,206 31,683
v 00— 10,78 186 e K 2273 0,152 0,194 33,031
[#] 11630 6,11 5,30 43’0? Rb 2093 0,159 0,346 36,485
W 31010 58 = p Cs |2057£40| 0,144 |0,d28 0,012 38,111
T 11700 7,63 T3] i Li 3223 0,689 0,105 27,666
Sn 8200 335 2:05 39:44 Mn 5940 6,28 2,46 35,68
Th | 14950 138 321 13,67 Mg L L 0,5l 2048
Tu 5910 2,55 3‘22 38}52 980 1,84 3,25 39,8
= o s i s La 11060 3,35 1,78 40,58
e ——— e R
- = r u ) ] ,
T R ! :’gi 2 In 6120 |= 243 1,84 37,95
TEEEEE T 0,9’0 0:86 35=23 Ho 7240 2,04 2,84 40,63
5T 7010 TED 553 e w Hf 18270 9,38 3,88 12,59
: 2 ! RO T T mt" [ 6,10 5,68 39,40
0 Eata 403 D93 36,82 Ge 9170 4,90 164 37,77
kil w 2,10 2,51 40,62 Ca 7210 1,31 1,77 35,01
L L 18,74 3,79 37,14 Gd 8670 3,25 2,50 12,79
L 13510 L 3,62 39,66 Er 8250 334 2,86 40,51
R& 19600 15,7 6,32 43,42 Fu 4680 1,21 1,67 11,36
0,77 1,93 38,32 Dy 7240 2,01 2,76 41,05
Pr 9160 2,85 1,86 41,39 Cu 8390 746 2,39 35,30
Tc 15930 11,81 3,09 41,00 Co 10460 9,23 2,20 37,12
Pa 12650 4,82 3,72 43,34 Cr 9620 9,68 2,22 37,35
0 2050 0,62 2,67 37,52 Ce 8860 3,03 2,03 20,51
L 14330 8,70 5,02 11,8 Ca 1180 1,21 0,49 32,70
i o n W 7,64 3,20 36,64 Cd 2790 1,60 2,74 33,20
14,49 6,83 42,60 Be 3080 1L70 0,55 27,02
12,52 2,59 41,65 Ba 4100 0,81 1,15 37,08
9,12 2,19 36,50 Al 8000 447 0,64 3
Id 7920 2,65 2,05 11,33 Sb 2570 1,30 2,61 B
Mo 16140 12,63 3,18 41,21 B 8200 9,57 0,69/
Liu 7060 2,84 2,97 39,41 Se 1010 0,37 1,60\
i 1810 0,12 0,65 39,50 S 730 0,30 o\ b
\




OAuH N3 naBHbIX NICTOYHMKOB MOTMBaLun
nccnepgoBaHUM Npodbnembl HemaeanbHOW NNasMbl

(1950-1980)

Pa3paboTtka rasoca3HoOro aaepHoro paketHoro
ABuratena onsa nunotupyemoro nonete Ha Mapc



Pa3paboTtka rasoca3Horo saepHoro peakropa

Anda nunotupyemoro nonerte Ha Mapc
(1950 1980)

Superconductmg solenoid
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Wesnes BblcokoTeMnepaTypHbili npoekt MOAP
Butanun Muxannosuu
(1926 - 1990) B.M. Vieenes — Mzsectus AH CCCP, NQ 6, 24 (1977)

Yn-kopp AH CCCP

Gryaznov V, losilevskiy I, Krasnikov Yu, Kuznetsova N, Kucherenko V, Lappo G, Lomakin B,
Pavlov G, Fortov V, Son E, Thermophysics of Gas-Core Nuclear Reactor / Ed. V. levlev (1980),
Rocket engines and energy converters based on Gas-Core Nuclear Reactor // Moscow, 2002, (in Russian)
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BMKTOp rpﬂ3HOB |/|r0pb Nocunesckun EBreHnn Hectepos



NccnepoBaHne HemaeasibHOU MJ1a3Mbl
Ha Lue3ueBOoM noagorpesaeMomn yaapHoum tpybée.

“NMonmaTtb” NnasmeHHbIN (pa3oBbIN Nepexon
(... B bosibuiom KaHoHn4eckom AHcambsie)

E-E(PV)
bopuc Hukonaesny JlomakuH oL
g Ma TOAOrpeBaeMofi yAapHOH TpPyOs: ;
Cmapuwutl mosapuuy e T

1HBI; 10 — o6MOTKa oGorpepaTeis

U yqumerb 251a8HOMY
8 JKU3HU...



Pa3paboTtka rasocda3sHoro saepHoro peakropa (1950- 1980)

NB!! - Tennodpusnueckne CBOMUCTBA
TepmoguHamuKka, rnepeHoc, ornTmka ...

Cmecu:;
U+H+Li+K+Na-+...

[laBneHus:
P~ 1< 1000 6ap

Temneparypsbl:
T~1< 100 kK

da3o0BbIe nepexoabl = !!
(1) “O6blYHbIE” —
- Tuna “l'a3->KnaKocTb”

(2) - [unoTteTnyeckme
“InasmeHHbIe”,

“[luccoyuamuesHbie” v ap
_ 27

[pexae Bcero B YpaHe
I
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Superconducting solenoid

BoicokoTemnepartypHbiv BapnaHT [ AP

Wesnes B.M. Mzsecmusi AH CCCP (SHepreTuka)

B.lpsisHoB, N.Nocunesckuin, 3.CoH, B.PopToB,

(1977)

u op.

“Tennogpusuka 2a3ogha3Ho20 si0epHo20 peakmopa'“! (1980)



Bo MHOrMx npunoXxeHusx Ham Hago 3HaTb CBOMCTBA
BbICOKOTEMMepaTypHOU 30Hbl ha30BOWN rpaHuULbI

|

Pressure

‘ Discovery * The Science & Technology Journal ‘

Figure 1: The three-dimensional pressure-temperature phase diagram for a
simple material. The P(V,T) surface shown describes all possible states attainable
for the material in question.




Critical Point Parameters
Theoretical estimations of V. Fortov et al. (1975)

S ranmoms TR
(U) =6 kba %
crlt P s
Vb 1280 1,38 2.36 51,683
i L
W[ ol | i e
Mn 5940 6,98 2,46 35,68
Mg 3500 1,08 0,56 20,48
(W) 2 1 OOO K 9%0 154 3,25 39,81
Crlt La 11060 3,35 178 10,58
S8 T S s Fe 9600 |= 825 2,03 37,20
YT 2:‘2’1 |- Ir 15380 |m 12,78 6,77 4:,91
20570 13,5 5,04 o o
Fl uSE m N B BB 0.90 0.36 HO/IySMHI/IqueCKI/II/I KpI/ITepI/II/I HOAOGM}I
(Ta) =20°600 K | (Kopp ~ Lang - Gross)
Crl UUUUU — KOppEA}ILU/UI KpI/ITI/IquKOﬁ TeMHepaTypr
‘ T e e U TAaBHOV KaAOPWYIECKOV XapaKTepUCTUKA
R e 19 6 O O K BellecTsa - Ternaorsl Vicrmapenus
T, (Re) ~
‘ lpﬁl -Hmfi. 764 320 IC'I_‘Cz AHS.COnSt
17110 14,49 6.3
19040 3, , p—— e —— :
LY 9,15; gjg Al 8000 447 0,64 33,52
Sb 2570 1,30 2,61 36,1
T ( N b) -y 1 9 O O O K | B 8200 9,57 0,60 gi,g
A ~~ e 0,3 1,60 y
crit - Ss 12;.3 0,33 0,72 77

Fortov V.E., Dryemin A.N., Leontev A.A. High Temperature 13 (1975)



Tennodpusuka ra30c|:a3Homrmg_.__$Ingoro PeakTOpa

TA30®A3HOI'O

SANEPHOI'O PEAKTOP:

. PakeTHble AgBUraTenu u
fApepHble pakeTHble 3HeproycraHoBKM C
Asurartenu razopasHbIM AAEPHbIM
| Mockea, 2001 PeaKTopoM (2002)

[pssHoB B.K., Mocunesckun W.J1., KpacHukos HO.I'., Ky3HeuoBa H.U., KyuyepeHko B.W., Jlanno I'.b.,
NomakuH B.H., Maenos " A., CoH 3.E., ®opTtos B.E. Tennogu3suyeckue ceolicmga pabodux cped
2a30¢ha3H020 0epH020 peakmopa // Pen. B.M.Nesnes (Mockea: 1980)

“PakemHble 0gu2amersiu U 3Hep20yCmMaHOB8KU Ha OCHO8e 2a30-gha3Ho20 10epHO20 peakmopa’,
pea. A.C.Kopotees, Mockea, (2002)



nmaepana 2.9., Pomun B.A., Kawaaos B.B. // TBT, 26 (1986)

Cmamuuecxuu 3l<cnepwneum ' T mmocmb O 7%!

P, g/fom3 experzment [16] o [Hm] . experiment [16] ﬂOBerHOCTHoe
: 7 HaTaXeHune
.' N
\ .
AN :
AN . A .
\ ¢ \f 4 5 67
\\ 2\ I I I
AN, N
A\ \e TN
\ : \_\ T 10C¢ T
c 1 2z 3 4 6 7 é1!o1.11'21'3I
[1TnomHocmb XXUOKO20 ypaHa [losepxHOCMHOE HamsKeHue

(1400 — 2100 K) ! XXUOKo20 ypaHa (1400 — 2100 K) !



nmaepana 2.9., Pomun B.A., Kawaaos B.B. // TBT, 26 (1986)

CmamuuecKkuii yxcnepumernm ! Tounocms - 0.7 % !

P, g/om3 ‘ experiment [16] N experiment [16] ﬂOBerHOCTHoe
15 & 15 7 HaTaAXeHue
4 N \
A" ‘\‘ N
AN .
[noTHoCTbL AN , A .
\ ¢ 4 5 6
AKWOKOro ypaHa \ I 1’
S 10 \
(o]

[2] 1@1 05 3‘\. \‘

7 8 910 11 12 13

“DKCTPEMAJIBHBIE COCTOAHHA BEII[ECTBA”
(pex. B.E.@optoB. E.A. Ky3pMeHKOB)
Mocksa 1991, IBTAH (106 - 114)

O KPUTHYECKHX ITAPAMETPAX $®A30BOI'O IIEPEXOJA
T'A3-KHJIKOCTh B METAJLIAX'

WN.JI. MocuneBckmit 1 9 9 1

Mocroecruii dJHBHHO-}H{?XH?f‘!{?{?!{?”! HHCIIUmym

NB! 910 HeB0O3MOKHO !

TlapameTpel KpuTHUecKoil ToukH (KT) MBI 3HaeM TOIBKO 1711 YAaCTH IIeJOUHEIX MeTAIIOB H
PTVTH. {14 ocTaTbHEIX MeTawToB KT HAXOIHTCSA B TPYIHOTOCTYIIHOM T SKCIePIMeHTOB 00/1acTH
BLICOKIX TeMIepaTyp 1 1aB TeHHH [I] l‘[oarom,r} HHQ)opmamm 0 mapaMeTpax KT MeTamwioB

—— - [ —— — — -— R — R, W P —— —

(*) Marepuaa gaHHOTO coo6meHM;1 AokaaabpiBaacs Ha Ceccun ”I/ICCAeAOBaHM;I Hel/mea/u)Hoﬂ
naa3mbl’ Cosera AH CCCP no ®usnke Huskoremneparypnon [1aasmer 8 UBTAH B HOs1Ope 1989



Uncertainty in high-7 density-temperature diagram
and parameters of Uranium critical point

Thermal variants
Yound & Shaner (1977)
Gathers et al. (1986)
losilevskiy (1991)
losilevskiy & Gryaznov (SAHA-T)

Correlation
7. & Thermal expansion

Caloric variants
Brout (1957)
Grosse (1961)
Morris (1964)
Yound & Alder (1971)
Gathers et al. (1974)
Fortov et al. (1975)

Hornung (1975)
losilevskiy & Gryaznov (code SAHA-E)

Correlation
T < Vaporization heat

Plasma Hypothesis @)
Likalter (1981)
Likalter + Hess (1997)

Correlation
7. < lonization Potential

Shpilrain et al. (JIHT_1986) - Static experiment:

- Priquia (1400 < T < 2100

K) High accuracy — 0.7 % !
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experiment
! -Shpilrain et al.(1988)
2- Shaner etal (1977)
3 -Boivineau etal.(1993)
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(losilevskiy, 1990),

Extrapolation: (i) Guggenheim’s formula, (ii) Law of Correspondent States

(iii) - SAHA-code (losilevskiy & Gryaznov, |.N.M. (2005)
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“TepMoaMHaMMyeckasa nupamuvaa’

FV,T,N)

P(p,T) u(p,T) u(p,T)

Thermal EOS Caloric EOS “Entropic” EOS
Pressure Energy Gibbs free energy

u(P, o)

Reduced (mechanical) caloric EOS

“YceuyeHHoe” YpaBHeHue CocroaHua U(P,V) Heobxoanmo
ANSA 3aMblKaHUA YPaBHEHUU rMAPOANHAMUKM
npm onmcaHmmn agmabarnyecknx Te4yeHmm



Low-T Uranium thermodynamics is known

Thermal EOS Caloric EOS Gibbs Free Energy
— Vapor pressure

pliq(T)P“O h”q(T)P“O g(p,T)—V Ps(TS)

Density

Enthalpy of Uranium 10“|-\-\2 \' ] T ]
9 ["ym:]: SKenepumMenT- 19384 2+ P har \.i%:f:\_. — e PP Zo=03
: Liquid 1 ) \\q——_._L__ pcf-'p(,:zczo.l__—-
| - N T
.: w:‘\\ | '\"""“---:é__p_cfpfzfo,m
N . (348 T — |
L . : \\ |
)| e
L \.R 1[ |
o T v oL L . \
) . T 20 10 8 6 5 T, 103K4
Temperature Temperature Temperature (1/T)
Experiment Handbook (JIHT D-Base) Handbook (JIHT D-Base)
~ 5 _ s _ o~ 2 __ 4
Tyt~ 5—7TkK || T~ 11 -13KkK | | P, ~ 102 — 10% bar



B yeMm npo6bnema ?

[ToCcTpoeHne TeopeTnyeckoro YpaBHEHUS

CocTtoaHuna (lnpokoanana3oHHbIN YPC, Xumnyeckas
mogesib, “llepBornpuHUNMHBLIAT pacyerT...u 4p.)

CriocobHOro ogHOBPEeMEeHHO Or11CcaTh

Hu3skoremnepartypHbie gaHHbie BCEX TPEX
SKCrepuMeHTasIbHO U3BECTHbIX “MpoeKLnin’
YpaBHeHns CocTtossHUA XKugkoro YpaHa —
Tepmunyeckoro, Kasiopmyeckoro,
SHTPONMUHUHOIo




[MepBOonpuHUUNHbIE pacyeTbl (QMD)
“UucneHHbIN dkcnepumMmeHT” !!

M.lMapamoHoB, [l. MuHakos, I1. lleBawos — Anb6pyc-2020

10 T I ! I ' 1 ' 1 ' I ! I
Thermal expansion:
% this work, ~0 kbar | Critical point:
) % ¢ this work, ~2.25 kbar
A Gathers, 1974 Tc = 8.9 + 0.4 kK;
0.8 1 A Shpilrain, 1988 i
< Sheldon, 1991 P =2.25+0.7 kbar:
O Boivineau, 1993 ] c - !
Touloukian, Handbook 1975 - 3.
e Simmons, Handbook 1971 pc =2.75t1.4 g/cm ’
0.6 1 —— EOS Lomonosov, 1999 | 7 0.26 + 0.13
O C - - — -
S 1 | Critical points: M3O6apa (QMD) 1
< % this work P=2.25 kbar _
0.4 | » Apfelbaum, 2016 | Good agreement with
' ® Lomonosov, 2002 Shpil’rain (1988) at the
+ Martynyuk, 1999 melting point.
X Likalter, 1997 P i .
v Gathers. 1986 . Slope is close to Sheldon
02 | ® Fortov, 1975 > P e (1991) and Lomonosov
: 2&2%%711975 i VAN (Doctoral Thesis).
& Gathers, 1974 CP - Critical temperature is close
A Morris, 1964 to the Likalter (1997),
0.0 — 7T 7T Martynyuk(1999),
OE‘bEJJ,Q‘IHEHHbIF'I 2 4 6 8 10 12 14 Lomonosov (2002),
m [[mlm Temperature, kK Apfelbaum (2016)




Uncertainty in high-7 density-temperature diagram
and parameters of Uranium critical point

Thermal variants
Yound & Shaner (1977)
Gathers et al. (1986)
losilevskiy (1991)
losilevskiy & Gryaznov (SAHA-T)

Correlation
7. & Thermal expansion

Caloric variants
Brout (1957)
Grosse (1961)
Morris (1964)
Yound & Alder (1971)
Gathers et al. (1974)
Fortov et al. (1975)

Hornung (1975)
losilevskiy & Gryaznov (code SAHA-E)

Correlation
T < Vaporization heat

Plasma Hypothesis @)
Likalter (1981)
Likalter + Hess (1997)

Correlation
7. < lonization Potential

Shpilrain et al. (JIHT_1986) - Static experiment:
- Pliquia (1400 <T < 2100 K) High accuracy — 0.7 % !

M experiment
! -Shpilrain et al.(1988)
- 17 2- Shaner etal.(1977)
151 | 3 -Boivineau etal.(1993)
| 3
|
e
*E')-. : SAHA-code
(@)
: 10 | -
| .
et
= | . &,
3 | ' +*\'*
O | | * S ¢"o o 0
5k | & Q $ B U
- . LY Pla= 0
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. v O +?
B 3 ¢ * n
0 awe -
0 1 2 3 4 5 6 7 3 9 + 10 11 12 13

Extrapolation: (i) Guggenheim’s formula, (ii) Law of Correspondent States
(losilevskiy, 1990),  (iii) SAHA-code (losilevskiy & Gryaznov, 2005)

1 e T Lo [ | (2T _(£(T/T)
(I) PL-' _1+b1[1_TC‘):|:E}2|:1_TC] (II) ( pcr U_ pCI’ Cs




5@ Isobaric expansion of Uranium — QMD vs Exp-t

1 () | L | I
a phase U % QMD w SOC

Y , QMD w/o SOC
/\ Gathers, 1974
A Shpilrain, 1988
<4 Sheldon, 1991
O Boivineau, 1993
=== Touloukian, Handbook 1975
e Simmons, Handbook 1971
—— EOS Lomonosov

2020

Paramonov M., Minakov D.,
Levashov P,,

Elbrus - 2020 0,9 |v phase

JkcnepumeHT — 3.lnunbpanH (1988)
ToyHocTb — 0.7 % (1)

06| N
Red and Gray stars — QMD . ; . , , i , | . | AA.
calculation with and without 1 2 3 4 5 6
spin-orbit coupling Temperature. kK

Good agreement with experimental value of molten density of U by Shpil’rain (1988) at the
melting point. Slope of the isobaric expansion curve in liquid state is consistent with IEX
experiment by Sheldon (1991) and EOS by Lomonosov (Doctoral Thesis)



AKTyaJIbHbIX BONpoOC ?

SkcriepumenT 3. LUnnabpanna v 4p. — Ty~ 5-7 kK
— JKCMNEepPUMEHT peasibHbIN

[lepBoripuHLmriHbIe pacqeTrs! (DFT/MD)
[1./leBalioBa, /. MwHakoBa n M.[llapamMoHoBa —
Tep~ 8.910.4 kK — “IKCNEepUMeHT YNCJ/IEHHDbIN”

“KOoMy Mbl AO/I)XXHbI BE€pUTb ?7?...”



2021

ABTOpaM He mnieectHo HA OAHOIO (1)
TeopeTnyeckoro YpaBHeHna CoCTOAHUSA
(LLinpokoanana3soHHbI YPC, XumMmuyeckasi MoAe€e/lb,
“IepBOrNpuHLUNMNHbLIN" pacyert...u 4p.)
CNocobHOro ynoBJ/1IeTBOPUTESIbHO
OINMNCATb HU3KOTEMIEPATYPHbIE nanHble BCEX
TPEX skcnepmMeHTanbHO U3BECTHbIX BETBEM
YpaBHeHusa CoctoaHuA XXnakKoro YpaHa —
TepMmnyeckoro, Kaiopn4yeckoro,

SHTPOMNMUUHOIO
11

NMpo6bnema xaet cBoero peweHus !
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Mocxkosckuii pusuxo-mexHuueCKun UHCMumym




HeKkOoHrpysHTHbIe (pa30oBble nepexoabl
( onpeneneHue )

HexkoHrpysHTHBIN (AU unkoHzpyaHmmuoii) PII -
- KOraa cocymiecrsyiomye ¢gasbl MMeIOT
pasHolil xumuveckuii cocmae
| U1 3KBUBAJIEHT ‘XUMMHNYECKOIro’ cocraBa /
(AaepHoOe BelwlecTBo, KBapK-aApOHHas nsia3sma)



VdW PT -- typical enthalpic phase transition

(P +ap®)(1 = pb) = pT,

MAAKOCTL

I HHAKOCTB+ras

Vx Ve

Two-phase region
Binodals, Spinodals
Critical Point
VdW-loops at iso-T
Two metastable zones
Unstable state region

@H Hunepux Ban-nep-Baansc

025 T i 1 . I ] I % I J 1 S

0.2

0.1

0.05

0.0

Rectilinear Diameter Rule,
Linearity for InP,&> 1/T,
Kopp-Lang Rule,
Timmerman’s Rule,
“Bermuda Triangle” Rule,
Zeno-Line Rule ....



And what is about non-congruent phase transition ?

And what is about entropic phase transition ?

Two-phase region - differs
Binodals, Spinodals — differs |[u Tunepux Ban-nep-Baansc]
Critical Point - differs
VdW-loops at iso-T - differs
Metastable regions — differs
Unstable regions - differs
Etc......




> 25 nem Ha3zaod — 1995

HexkoHrpysHTHBIE (pa3oBble IIepPexOAbl
[IPUMEHUTEILHO K pobrieme

6e30rnacHoCcTH S4EPHbLIX PEAKTOPOB

(so-called severe accidents —
— T.Ha3. “3anpepenbHble” s4epHble aBapun)

INTAS 93-66 // 1ISTC 2107 //1TU — IVTAN Contract

Llenb pabotbl - “YpaBHeHMe COCTOSAHUSA
M HEKOHIPY3HTHOE UCrnapeHue AmoKkcuaa

N 3Ta paboTa Tak)ke 6bIy1a MHULMNPOBAHA
U SQHEepruyHo nogaepxxaHa B.E.®PopTOBbIM



‘ HekOHIpysHTHOe mcriapeHmne AnoOKCuaa ypaHa ‘

Oxu1aaemblil ypoBeHb Temnepatyp Mpy r1noTeTUYecKoil 4 f?
. o L L L L L L B
“3anpeaenbHON” AAePHON aBapuK peakTopa Ha ObICTPbIX Uo -
HEMTPOHaX 2 CP
|
- Boiling of Fuel
o
- ©
175 D)
Z N
" i
O &1t
]
<L
A .
o oo Melting point
< 0 -
y oo b b v by e b by
1000 3000 5000 T [K] 10000 3000 4000 5000 6000 7000 8000 9000 10000

INTAS Project (1995-2002)
Cooperation: MIPT — IHED RAS — IPCP RAS — OSEU — MPEI < 1TU (JRC, Germany)
Project Coordinator — C. Ronchi (ITU, JRC) < Project Supervisor 1 V. Fortov I

ISTC Project (2002—2005)
Cooperation: MIPT — IHED RAS — IPCP RAS — ITEP - VNIIEF < GSI (JRC, German
Project Manager — B. Sharkov (ITEP, Moscow) < Project Scienctific Supervisor V. Fortov

T cow)|
"+ JOINT RESEARCH CENTRE 1S AR S ’ —
“o+" Ingtitute for Transuranium Elements H’ 5 Ly ‘P T

532,60




Moaeab ypaBHeHUSsI COCTOsTHMS - 11
(“Xumuuecxasn modeab naasmot”)

WNOHHO-MONEKyNsApHas MoAesib COCTaBa U - O system

(1 419 XuaKou m /19 ra30B04 @as) hard sphere repulsion
U+0+0,+UO +UQO,+ UO,
U+ UO*+UQO,*+ O+ UO; + e~

U0,

repulsive Coulomb forces

SddekTMBHOE B3aMMOAENCTBUE:
— Intensive short-range repulsion

attractive Coulomb forces

— Coulomb interaction between charged particles
— Short-range effective attraction between all particles

.U+ . ‘
LIQUID UO, AT 6000 K
Q Equilibrium pressure: 80 bar
Liquid density: 6.7 g/cm®

[TonpaBkK Ha HenaeanbHOCTb:(Modified for mixtures) 0,
— Hard-sphere mixture with varying diameters * Uion ¥ Oion
— Modified Mean Spherical Approximation van der Waals forces ® uvaom @ Oatom

— Modified Thermodynamic Perturbation Theory

losilevskiy I., Yakub E., Hyland G., Ronchi C. Trans. Amer. Nucl. Soc. 81 (1999) // Int. Journ. Thermophysics 22 (2001)

I'psiznos B.K., Mocuaesckuit V./1. Cemenos A.M. SIky6 E.C., @opros B.E., Ronchi C., Hyland G.J., // M3secmus PAH, 63 (1999)

losilevskiy I., Gryaznov V., Yakub E., Ronchi C., Fortov V. Contrib. Plasma Phys. 43, (2003)

Nocnaesckmin 1.2, I'pasnos B.K., Cemenos A.M., fIky6 E.C., ®opros B.E., Ronchi C., Hyland G.]J., BAHT, ssi11. 1, (2003)

Ronchi C,, losilevskiy I., Yakub E., Equation of State of Uranium Dioxide / Springer, Berlin, (2004)

Nocnaesckuit V./1., Kpacuuxos I0.I'.,, Con B.E., ®opros B.E. Tepmodunamuxa u Tparcnopm ¢ Heudearvrou ITaasme, MOTU,
Mockaa, (2000) // DUUISMATANT, Mocksa, (2012) (8 newamu)

NMocnaesckui 1.2, I'psasnos B.K., Cemenos A.M., fIxy0 E.C., l'opoxos A.H., IOurman B.C., bamapun A 1O., Bpeikun M.B.,
Hlentnaanna M.A., @optos B.E., Ronchi C., Hyland G.J., Pflieger R. // M36ecmusa PAH (9nepzemuxa), N 5, 115 (2011)




Phase equilibrium

in reacting Coulomb system

(Gibbs — Guggenheim conditions)

o Phase - | & Phase -1 0"
n,+n, +...+n. n,”+n,” +...+ n.
Heat exchange Impulse exchange
Bulk_ T =T P’ = P” Bulk_
potential _ potential
Particle Exchange Particle Exchange
neutral species charged species
(Gibbs) NB! - Chemical potentials of charged species

' (PT, X7) = 1 "(PT, X7)
W' (PT, X)) = w,"(PT, X7)

(P, X)) = " (PT, X7)

Equilibrium reactions
ab&a+b
(reduced number of basic units)

Uranium — Oxygen system

sy (P T, X°) = iy (P T, X7)
Ho' (PT, X°) = po"(P.T, X7)

see for example : losilevskiy I.,

are not equal (Guggenheim, 1929)
Electro-chemical potentials are equal
W+Zee =p' +Zee” & Ap(T)

Potential drop at mean-phase interface
/n equilibrium Coulomb system

w'(PT, X)) = " (PT, x7) + Z,8 Ag(T)
' (PT, X)) = " (PT, x7) +Ze Ag(T)

p' (PT,X7) = " (P T, x”) —e Ag(T)

Encyclopedia on Low-T Plasmas. 1II-1 (Suppl) 2004



HexourpysurHoe ucrapenue B U-O cucreme

CosmecmHoe (ha3080e, LUOHU3AUUOHHOE U XUMUYECKOe pagHO8eCcUE
coanacHo ycrnogusim F'ub6ca — 'yeeHxelima

12000 __AMarpamMma A3B/IEHME - MNIOTHOCTb o uﬂ.mqrﬂaMmgu SRS - TENNEPETIE
i UO .“ ou '.:.‘ ; B U02 C“t}fﬂl;g)‘p"’]t'
2 .. 'l ﬁ‘ n S “ _
10000 - ﬁ P : "’ 1 1 :
P, bar | “/ X I '
/ apn® } &
8000 | Non-congruent phase boundaries f' ; 1@ SC
6000 2 1 " ) %@5" Non-congruent phase boundaries
. = 7;7; ! “j h
4000 | .2/SC Y % Double-tangent construction
T=T % PCP.~ BC I (standard procedure )
I ./ _—E ’ | i o
200 - L SC B a ‘WW
o | op TK[
. . . Lol . | | D, e Wy e W v W B o Iy P | T |
0 05 1 2 3465 3000 4000 5000 7000 QIHIOKJJ JIIOIOIDKJ) ]L’HIOIDID
"~ p.gem’
1 — HexoHrpysHTHOe (I10AHO€) paBHOBECHE BC — I'pannna KUITeHUS XXUAKOCTU
2 — I IpyHVAMTeALHO-KOHTPVYHTHOE PaBHOBECUE SC — I'panuIia HachIIeHN S 1apa
NB! 2-dimensional two-phase region instead of standard P-T saturation curve
NB! High pressure level of non-congruent phase decomposmon
NB! Critical point should be of non-standard type: (0P/oV);#0 (0°PIoV?2);#0
It should be instead: (O/U)iquia = (O/U)yapor  and  {l[Ogg /0N ||7 Fcp =0




OranynreabHble 0COOEHHOCTY HEKOHIPYYHTHOTO ucnapennd B U-O cucreme

Xoa n3orepM B A4Byxda3HoM 00aacTy

CraHgapTHbIN CLeHapuK
(nbuHyOUMeEnbHO-KOHePYy3HMbIU)

10° f
Pressure (MPa) "Best case" EOS of UO,

10 (E.Fischer (KfK) - 1992)

103.

P :
% 7500 _o* !

N N

6000 K

3120K

'DENSITY (g/om3) |
104 1073 102 107" 10 10

Fischer E.A. J. Nucl. Sci. Eng. (1989)
NB'!

T = T(melting)

HekoHrpyaHiifoe vncnapeHue
T | T “-l.. T T I T I T I T T T
SCP R CP -Criical point
AR § BC - Boiling curve
< e > = SC - Saturation curve
T . T - Crycondentherm _|
y Loz . o i
10500 K/ W
BC o . el SC -
1 L 2
r 10003 y J
] *s 9500 o -
n . L \G
NG00 \ i
M R \ ]
ORI \O ]

1 2 3 4 5 6 7
Density, g/cm’

N3oTepMuvecKril Gha3oBblii epexo HAYMHACTCS U 3aKaHUMBACTCS TIPU PAZHBIX 0A6/1EHUAX

N300apuyeckuid Gpa3oBbIil Mepexo HAYMHACTCS U 3aKaHUYNBACTCS TIPU PA3HBIX MEMNEPAmypax




TepMoanHamMyika HEKOHIPYOHTHBIX (pa30OBbIX IIEPEX0OA0B

LeyxdgpasHas oonacmo 6 unmencusnvix nepemennvix (P-T, u-T, u-P)

I'panmnna asyxda3Hon 001acTyi HEKOHIPYIHTHOIO (pa30BoOro nepexona
B P-T, u-T n yu-P siBasiercs ApyMepHOI 001acTbIO (a He 1-D kpusoii)

Ilepeceuetiue deyxdasnoti 06Aacmu no usomepmam u usobapam

u3o-T nepexod yxe 6oree ve uso-P <& u3o0-P yxe 6oree ne uso-T

Kpumuueckasa mouka

B xpuTmueckon To9ke HeEKOHTPY9HTHOTO (pa30BOIo repexoja
HE BbIITIOAHSIIOTCSI CTaHAAPTHbIE YCNOBUA: - B 3TOW TOYke (OP/oV ) # 0
doA%H0 0btmb: (O/U);igig # (O/U)yqp0r 1 {l|0 10Ny |1 }ep = 0

AvHaMVKa HeKOHIPYDYHTHBIX (pa30BbIX IIePEexX0A0B

IlapaMeTpbl HEKOHTPYYHTHOTIO (pa30BOrO IIpeBpalleHIs
CyILlleCTBEHHO 3aBUCAT OT CKOPOCTU IIepexoaa



HekoHrpy»HTHBIN (pa3OBbIN IIepexos
B CUICTeMe ypaH — KVMCA0POA

?
[1paBUNO s UCKITIOYEHUE

TEMPERATURE




OOwee npaBuno:

JTrobon dpas3oBbIv rnepexo B CUCTEME
N3 AByX N boriee XMMU4YEeCKUX 3N1IeMeHTOB
OOMKeH ObITb HEKOHIPY3HTHbLIM !

UcKnro4vyeHume:

da3oBble Nepexonbl B XMMUYECKUX coegUHEHNAX
COXPaHAKLWNX MOHO-MONEKYIAPHYIO CTPYKTYpPY,
Hanpumep, H,O, CO,, NH; ... etc,
Nnpu “KOMHaTHbIX TeMnepaTtypax” !

NB 1!

da3oBble Nepexoabl B TEX Xe KoMnayHAaxX OOJTKHb
OblTb HEKOHTPY3HTHbLIMMU (!) B YCITOBUSAX, COOTBET-
CTBYOLIMX Hegpam nnaHeT (7~ 1-10kK, P~ Mbar)




Hypothetical non-congruent phase transitions
(short list)

Terrestrial applications:

— Uranium- and Plutonium-bearing compounds:
- U0,, Puo,, (Pu+U)o, UC, UN, ... etc,
— Metallic alloys. (K-Na,...Pb-Bi....etc.) .

— Oxides: (Si0O,, MgO, Al,O;,...etc.) e

- Hydfides Omefa/S (LlH etC) | | TE‘MPER,‘ATURE‘ | | |

— lonic liquids and Molten salts: of ey
— alkali halides (NaCl ... etc.) - 1

— “Dusty” and Colloid plasmas:
(Coulomb mix of macro-ions +Z,+Z +.., and micro-ions: +1,—1I)

Non-Congruence in Cosmic Matter:

— Phase Transitions in White Dwarfs (Non-congruent Crystallization... etc.)
— Phase Transitions in Neutron Stars (“Structured Mixed Phase” transition...etc.)
— Phase Transitions in “Strange” Stars (Quark — Hadron transition ... etc.)




Mpobnema ®a3oBbIx lNepexonoB B “JleasaHbix” NMnaHeTax ?

_ Icy Uranus ————| 1 bar

Ammonia b (2017) || "®X Hy+He

~13 GPa

2200 K
il polymers
molecular %
Methane
CH,
O{";
superionic 3 J (5'6 Mbar)
Water ~4000 K

Ticknor C., Collins L.A., Kress J.D., Fortney J.J., Redmer R.

Bethkenhagen M., Meyer E.R., Hamel S., Nettelmann N., French M., Scheibe L.,
Planetary Ices and the Linear Mixing Approximation // arXiv:1709.04133

Figurei 6. Icy Uranus structure model with three Bc;mogeneoug
layers (solid azimuthal lines). The radial direction scales linearly




Mpob6nema Pa3oBbix NMepexonos B “JleasaHbix” MnaHeTtax ?

Icy Uranus e [
Ammonia y (2017) | 2% ,I._|2..+.H.e.

T T T =1
100 Fprm i ' . : — - . = i
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80 ] ] | 6000 . ot ]
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50
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40 i ' rotationally !I \ \-\e\'\ urm melt i
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HexkoHrpysHTHbIe (Da3OBbIe IEpPEeXOAbI
FIpOLuno = 20 neT..

- Melting point
>z gp

TEMPERATURE

BecbMa orpaHMYeHHbIN NpPorpecc B U3y4eHNU HEKOHIPYIHTHbIX pa30BbIX
nepexoaoB B cnylaBax, MPOCTbIX CMeCAX U B NPOAYKTaxX BbICOKOTEMMNEPATYPHOro
pa3noxeHusa KomnayHaoB (okcudos, 2udpudoe u 9p...)

B nnaHeTapHbIX refiun-BoA0pOAHbLIX CMeCsIX aKTUBHO U3y4yaeTcA ogHa U3
pa3HOBUAHOCTEN HEKOHIPYIHTHbIX (pa30BbIX NepexonoB — NOosiBfieHUe “30H
HecMecuMocCTU’ renusa ¢ Bogopoaom (immiscibility), HO He npocnexunBaeTca
“cABUr U ylUMpeHune” guccoumaumBHO-NnasmMeHHoro nepexopa liquid-liquid B
BoAgopoAae, asoTte U Ap, yXKe ~ 15 neTt npeAackasbiBaeMoro B pamMmkax
nepBonpuHUMnHbIX noaxonos (DFT-MD), npu go6aBneHnn manbixX 403 resius.




J

“...0axe 8 cnAaABAX MEMAAAOE . ...

CerogHAaLwWwHMeE
LLUnpokoanana3oHHble YpaBHeHUA CocToAHUA
u MNMepBonpuHunnHoe Npamoe MogenunpoBaHue
NOKa He ONUCLIBAKOT HEKOHIPY3HTHbLIU XapakTep
nepexopa ras3-XMaKocCcTb
B cnflaBax MeTanfoB U B KoMmnayHpax !

vvvvvvvvvvvvvvvvvvvvvvvvvvvvvvvvvvvvvvvv

PCP

+ Melting point
Ve g p

AAAAAAAAAAAAAAAAAAAAAAAAAAAAAAAA

TEMPERATURE




eKOHTPY9HTHOE HcIIapeHye B MOANDpUIIMPOBaHHOMI
Moaeau “OnHapHOV MOHHOM cMmecu” { BIM(~) }

lMpocmeliwas modesib HEKOH2PY3HMHO20 UcrnapeHus
@ KYyJIOHO8CKOU cucmeme

PNP-2015 (Almaty) // Hukuta CtpoeB & WU.Mocunesckuii (MPTHU, OUBTPAH)

Study of Non-Congruent Phase Transition in Simple Coulomb Model
N. Stroev, 1. losilevskiy, Journal of Physics: Conference Series, 774, 012040 (2016)




e Onenka HEKOHIPYYHTHOCTH I1Aa3MeHHOrO (pa3oBOro

P
nepexoaa B H,/He cmecu B Hegpax nmaaHeT-TUITaHTOB

In cooperation
with
A. Ukrainets (MIPT) | Ycrionb3oeaH mabynuposarHbil YPC ¢ PPT e eepcuu [Saumon, Chabrier and Van Horn (1995)]

HEKOHI‘pYBHTHOCTI) MOZXKeT IIPpNBEeCTV K 3aMeTHOMY Pasamninio 404m1
reavisi B COCymeCTBYIOImMMxX (])a3ax I'MIrOoTeTNn4eCKoro 1ri1a3MmeHHOr1ro

(_)aSOBOFO Inepexoda B HeapaxX IIAaHET-TUTAHTOB - '
Non- t "molecular” phase enriched by He: .. :
B v rav e ki Phase Separation in Giant Planets:
0,300 = m T K - Jonathan J. FORTNEY, William B. HUBBARD
L’ \ Icarus, 164 (1) 2003
- - \‘ Atmospheric elemental abundances in Jupiter and Saturn
0275 - \ . (mass fractions)
Vi High degpity (Plasmar) phase (v,=0.26)  \ Element | SOLAR | JUPITER SATURN SATURN
0,250 Lo dﬂ("Mo'eC“'ar") phase (Y,=0.26) g Galileo Voyager revised
] , / 3 H 0.736 0.742 0.92 0.76
u
ozs{~ _ - > He | 0.249 § 0.231+004 0.215 + 0,035
= — — S
| Non-congruent "plasma” phase (depleted by He)
0,200 <%0

4000 6000 8000 10000 12000 14000
T,K

A. Yxpannen, . Mocnaesckuii / c0.”“®Pusuka BeliecTsa B 9KCTpeMaabHbIX yca0B1sIxX”, Pea. B.Oopros,
Mocksa, VITIX® PAH (2005) p.116. // cO. “DKkcTpemMaibHbIe COCTOSIHUS BelllecTBa. Y AapHble BOAHBI”
(Xapuronosckue HayuHble uteHus1) Capos, (2007) c. 248




3ako4yeHne



NccnepoBanusa npobnemsbl Pa3oebix Nepexodos
8 Bewjecmee IkcmpemasnbHbix lNlapamempos

Bbinu B 3Ha4MTENBHON MEpPEe NHULNUPOBAHbI
Bnagnmupom EBreHbeBnyemM PopTOBbLIM

Bexu

Otvet (1973) Anbmuwynep J1.B., @opmos B.E. u Op
— OueHka lNapameTpoB Kpnt-Toukn YpaHa

TBT (1975) - ®opmose B.E. JleoHmbeg A.A,, pemuH A.H
— OueHka NapameTtpoB Kput-Toukn b-Ba Metannos

PRL (2007) — Fortov V.E. Ilkaev R.I.,
— Quasi-isentropic compression of deuterium plasmas

KOTD (2010-2021) — Mouaros M.A. Popmoe B.E. u dp
— KBasnnaaHTponn4yeckoe cxartue nnasmbl gentepusd
no gasneHnn 18 Mbap,...55 Mbap,... 200 Mb6ap...




“He zosopu ¢ mocxou — ux vem,
HO ¢ OAazodaprocmuto — 0biaul!...

Anodpen Huxonosuu Cmapocmunt u Baadumup Eezenvesuu @opmoé



Thank you!

Support: RAS Scientific Program “Physics of Extreme States of Matter”
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