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STANDARD PITZER APPROACH BASED THERMODYNAMIC MODELS FOR
BINARY FLUORIDE SYSTEMS HF-H20, H2SiF6-H20, KF-H20, NaF-H20, RbF-
H20, CsF-H20

Abstract: The thermodynamic properties of the alkali fluoride aqueous solutions are of great interest for the
knowledge and better understanding of the physico-chemical processes governing industrial and
environmental processes. The study of behavior of solid fluorides and hydrogen fluorides in aqueous solutions
play an important role in industrial applications. Thus, the solid potassium fluoride is widely used in the
metallurgy, glass fiber optics industry and ceramic manufacturing processes. In the agriculture, KF(s) has
been employed in a range of applications, including pesticides, herbicides, and insecticides. The solution and
solid-liquid equilibrium models for fluoride systems are also of high importance in development of
technology for production of fluoride compounds needed in pharmaceutical industry.

In this study we developed very well validated thermodynamic models for solution behavior and solid-liquid
equilibrium for all fluoride binary systems, for which activity data are available. The subject of modeling
study are 5 fluoride systems of the type 1-1 (HF-H20, NaF-H20, KF-H20, RbF-H20, and CsF-H20) and
one of 1-2 type (H2SiF6-H20) from low to very high concentration at 298.15 K. Models are developed on the
basis of Pitzer ion interactions approach. The recommendations on mean activity coefficients (g+) have been
used to construct the model for HF-H20 system. To parameterize models for all other 5 binary systems we
used all available raw experimental osmotic coefficients data (@) for whole concentration range of solutions,
and up to saturation point. The predictions of new developed here models are in excellent agreement with
experimental osmotic coefficients data, and with recommendations on activity coefficients in binary solutions
from low to very high concentration: up to 20 mol. kg-1 in HF-H20, up to 22.4 mol.kg-1 8 RbF-H20, and up
to = 36 mol.kg-1 in CsF-H20. The values of Deliquescence Relative Humidity (DRH), thermodynamic
solubility products (as In Kosp) and standard molar Gibbs free energy of formation ([1fGom )of 4 solid phases
[NaF(s), KF.2H20(s), RbF(s), and CsF(s)] have been determined on the basis of evaluated model parameters
and using experimental m(sat) solubility data.
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1. BbBeaeHne. AKTYaJITHOCT H 3HAYMMOCT HA HAYYHATa MPodieMaTHKa

KommioTspHu TepMOOMHAMUYHU MOJENH, KOUTO HPEABMKAAT MOBEACHUETO HA Pa3TBOPUTE U
PaBHOBECHETO TBBPIO-TEYHO-Ta3 C rojisiMa TOYHOCT, ONM3Ka OO €KCHEPUMEHTAHATa MMaT LIUPOKO
npuioxenue. Te Moratr Ja cuMynupaT KOMIUIEKCHUTE M3MEHEHMsI MPOTHYAILM B IPUPOAATA U CHILO
Taka TOYHO Jla IyOnupaT yciOBUSATa Ha MPOTHYAaHE HA Te3u mpouecd. [IpoBexxaaHero Ha momoOHO
nabopaTopHO M3ClieBaHE € MHOTO TPYAeH M cKbl mpouec. ETo 3amo, mono6Hn Moaenu Ouxa MOriu
Ja ObJaT MOIIHO MPEABMKAAIIO U MHTEPIPETUPAIIO CPEACTBO MPH H3yYaBAHETO HA TEOXMMUSITA Ha
MPUPOAHUTE BOAW W MHUHEPATHHUTE JACHO3MTH, NMPHU PEIIaBAaHETO HA EKOJOTMYHM MPOOJIEeMH W NpHU
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ONTHUMH3UPAHETO Ha HHIYCTPHAIHH TMpOIecH. Pa3paboTBaHETO HA TOYHM M HAJCKIHU MOJICTH 3a
MPUPOAHN CHCTEMH, OTYMTANKHU TSIXHATA KOMIUIEKCHOCT M JUHAMHKA, € TPYACH M MPETU3BUKATEICH
MPOIIeC, U3UCKBAIIl CEPUO3HU MO3HAHUS B MHOTO OOJTACTH Ha MPUPOIO3HAHUETO (XUMUSTA, (DU3HKATA,
U (U3UKOXUMHUATA, XHMHYHOTO PABHOBECHE, M TEPMOAMHAMMKATA) M KOMITIOTHPHHTE HAYKH, U
3HAUMTENIEH OIMMT. EKOIOruyHoro paBHOBECHMEC Ha MHOI'O IMPUPOAHHU CUCTEMU € HAPYUICHO B
CIIEIMHYCTPUAIIHUSI TIEPUO. 3a pa3peliaBaHeTo Ha eKOJIOTHYHH MPo0JIeMH, Kacaelld aTMOC(hepHHUTE
mpoucCu U KOJUYCCTBOTO U KAUYCCTBOTO HA IMPUPOAHUTE BOAU, YCHUIIUATA HA HAYYHHUTC KOJICKTUBU Ca
(dokycupaHu BBPXY pa3paboTBaHeTO Ha ()parMeHTapHH MOIECIH, paboTeId C OrpaHdH4eH Opoi
MojeaHn mapamerpu. Kato pesynrat, B Te3u M3CIEABAHUS MPUPOAHUTE CHCTEMHU HE CE Pas3TiIexaaT B
TAXHAaTa KOMINUICKCHOCT U IWMHAMHKA U Y€CTO MOACITHHUTE MPCABUKAAHUA Ca B IIBJIHO HCCHOTBCTCTBUE
c 7abOpaTOpHHUTE EKCIEPUMEHTH W TIOJEBUTE HM3MEPBaHHS. IIPUPOTHWTE CHUCTEMH Ca OTBOPEHH
CUCTCMH HaMUpallu C€ NOCTAHHO B JUHAMUYHO CbCTOSHUEC, U TEXHUTC Hall-BaXHU XapaKTCPUCTHUKU Ca
KOMITJIEKCHOCT, YyBCTBHTEIIHOCT W MOABMKHOCT. ITopaan ToBa, mapaMerpu3anusta Ha BCCOOXBATEH
MOJIE]T 3a TPHUPOIHA CHUCTEMAa H3KMCKBA HM3MOJI3BAHETO B €IMHEH KOMIUIEKC HAa BCHYKHM JOCTBITHH
CKCIICPUMCHTAJIHA HaGOpaTOpHI/I N MOJICBU JaHHU OT BCSIKAaKbB THII. To3u Thm MOaeIn TpH6Ba aa
OTYUTAT BCHYKU BB3MOKHU TCHUHU W TBHPAM KOMIIOHCHTHM MW PAaBHOBCCHU PCAKIIMU W TAXHATa
IWHAMHKa, T.€. BapupaHe C TeMmIleparyparta, Hamsranero, PH, cbCcTaB Ha pas3TBOpUTE, H
CTEXHOMETPHUATA Ha TBHPAUTE (a3u.

IMogxoma Ha crenu(UYHO B3aWMOJIENHCTBHE 3a OIMCBAHE CBOMCTBATA Ha EJIEKTPOIUTHH
pastBopH, BeBeneH oT Kener Ilutiep (Pitzer 1973, 1991) e enHo M3KIIOYMTENHO HAYYHO OTKPUTHE
BbB (PHU3MKOXMMHATA, KOETO 3HAYUTETHO YCKOPHM KOHCTPYHWPAHETO HAa TOYHH TEPMOAWHAMUYHH
momenu. Cmem 1980 ca pa3paboreHn MHOXKECTBO TEPMOIAMHAMUYHH MOZAETH Oa3upanu Ha
ypaBHeHusTa Ha [TuTnep u T.Hap. MOAXOM Ha pasTBopuMocTuTe (solubility approach) 3a TBepmo-TeUHO
pasHoBecue, BpBenen or UCSD rpymara mo xumuuHo Mopenupane (Harvie et al., 1984, Christov &
Moller, 2004a, 2004b; Moller et al, 2006). IToxazano e, 4e moaxoma Ha IlutiHep MoXke Oa Obue
YCIIENIHO TPHIIOKEH 32 TOYHO W3YHUCISBAHE PAa3TBOPUMOCTUTE B KOMIUIEKCHUTE MOPCKH CHCTEMH,
KaKTO ¥ 3a IPEABMKIAHE HA TIOBEIAEHUETO U CBOMCTBaTa Ha mpupoxuute ayumn mpu 25°C (Harvie et
al., 1984; Andre et al., 2019; Lach et al., 2018; Guignot et al., 2019; Park et al. 2009; Kolev et al.,
2013; Lassin et al., 2020; Christov, 1996, 1998, 1999, 2000, 2001a, 2001b, 2002a, 2002b, 2003a,
2003b, 2005). IMpuiokEeHHETO Ha TE3W MOMCIM € PA3MIMPEHO OT CTAHIAapTHA TeMIlepaTypa 10
MHHYCOBH TeMIIEpaTypH U 10 Bucoku Temmepatypu go 300°C (Lassin et al., 2015; Christov & Moller,
2004a, 2004b; Moller et al, 2006; Christov, 2007, 2009a, 2009b, 2012).

2. MojenHa TeXHOJOTus

basucuute ypaBHenus Ha [IuTiep ca ONMUCAaHHU M MIMPOKO AUCKYTHPaHHU B juTepatypata (Pitzer
1973, 1991; Harvie et al., 1984; Christov, 2005; Christov and Moller, 2004a, 2004b). Mankusit 6poit
MOJICTTHA MapaMeTpH, OTYUTAINM HOHHUTE B3aMMOJCHCTBHS JOPU W BBB BUCOKO-KOHIICHTPUPAHU
MHOTOKOMITOHEHTH Pa3TBOPU M CPABHUTEITHO HECTIOKHUTE (PYHIAMEHTAHN YPABHEHHS, TIO3BOJISBAIIN
CTPABHUTEITHO JIECHO KOMITIOThPHU3UpPAHE JONMPUHACAT 3a ToBa mojaxona Ha ITuThep na craHe Haii-
NIUPOKO H3MOJI3BAHUAT BHB TEPMOJMHAMUYHUTE M3CICIBAHMS M B Hay4yHarta Juteparypa. [lopaau
TOBa, Y€ B MOJIeNa ONMMCBAHETO Ha TeyHata (a3a ce Oa3upa Ha CBOOOJHATA CHEPIHsS HA Pa3TBOPA,
BCHYKH (DYHIAMEHTAIIHM YpaBHEHHUS 3a aKTHBHOCTHHTE CBOMCTBA ca ChBMecTUMH. TOBa MO3BOJSBA
pasnuyeH TUN JaHHM (AKTHBHOCT Ha BojaTta, ocMoTuuHu koeduuwmentu, E.J[.C., nmaHHu T110
pa3TBOPUMOCTTa M Jp.) Ja ObJAT M3MON3BAHU TNPU ONPEICISHETO HAa MOJCIHUTE MapaMeTpu M
M3YHCIICHHETO Ha JApyrd tepmoanHamuudu (yskiuu (Christov, 2000-2012b; Christov and Moller
2004ab; Christov et al., 2007). ITapamerepusupaHeTo Ha MOICIMTE HWHTETPUpPA BCHYKH JIOCTBHITHU
SKCIIEPUMEHTAITHH JIaHHHU B ¢IMHUYHA (DyHKIIMOHATHA opMa, KOITO MOXKE J1a ObJie eKCTparnonupana
32 CHMYJIHMPAHETO MOBEJCHUETO Ha IIMPOK CHEKThD OT MPUPOAHH W HHIYCTPATHU KOMILJICKCHU
CHCTEMH MpU HEOOXOMUMHTE 3a W3CICABAHETO YCIOBUS. BanuaupaHeTo HAa CHOTBETHHUS MOJEI
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BKJIIOYBA CPaBHEHHME MEXIY MOJETHUTE MPEIBMKIAHUSA M TaKUBa JAHHHU, KOUTO HE ca M3IMOJI3BaHU
pu oA0Opa Ha MOJIETHUTE TapaMeTpPH.

Mopnenure, pa3paboTeHu B Ta3u pabora ca 0a3upaHu HU3ISUIO0 Ha MOAXOJA 3a MEXIYHOHHO
B3aumopeiicteue, pa3sut ot K.C. [Tutuep (Pitzer 1973, 1991). Tyk Hue naBame caMoO ypaBHEHHUETO 32
KoeUIIMeHTa Ha aKTUBHOCT Y(wm+ Ha JaJieH KaThoH (M) M HEroBUTEe B3aUMOJACUCTBHA C JAPYTUTE

Pa3TBOPEHU:
Iny, =z, F +Zm (ZBMa(I)+ZCMa)+Zm (2o, +Zm WMCE)+ZZm m.y,. +|z, |ZZm mC,
+Z m (24,,)+ Z Z mmg.., (1)
KBACTO:
Bux = B@wmx + BOmxg(aaVl) + BPuxg(aVD), 2
KBJIETO: g(x) = 2[1 - (1 +x)e™*] / x?,

/= Zmi|Zi|,

CDU = elj + Eeij (I),

[Pt [P

YpaBuenue (1) e cuMeTpWYHO TO OTHOIIEHHWE Ha aHWWoHUTe. CuMBommTe “c” M “a” B
ypaBHeHHE (3) ce OTHACAT 3a KaTHOHWUTE W aHWOHHTE, a ‘M~ € TsAxHaTa MoyanmHocT; B m ®ca
M3MepsieMH KOMOMHAIMKA Ha BTOPUYHUTE BHpanHu kKoedunueHTtn; C M yca n3mepsieMu KOMOWHA NN
Ha TPETUYHUTE BUpaiHH KoeduimeHTu. B u C ce onpeaensr ot JaHHUTE 32 OMHEpHUTE pa3TBopH, a O
U Y - OT JaHHUTE 3a cMeceHuTe pa3TBopu. Haii-o0110, pa3paboTBaHeTO Ha MOJIEN 32 CMECEHA CUCTEMa
ot Tima MX-NX-H;O mpu mocTossHHa TemrepaTypa ¥ HajsTaHEe M3UCKBAa ONMPEICISTHETO Ha CICIHUTE
IapaMeTpH Ha HOHHO B3aMMojeiicTBhe B pastBopute: 1) Guuepuute mapamerpu B°, B, B° u C°3a
BCSIKA aHMOH-KATHOH JBOiKa 3a cucreMata MX-H,0; 2) 6unepuure mapamerpu p°, B, p% u C%3a
cuctemata NX-H,O; 3) mapamerppa Ha cmecBane O(MN) 3a KaTHOH-KaTHOH JaBOWKaTa, U 4)
mapaMeTppa Ha cMmecBane Y(MNX)3a BCIKO TPOWHO MOHHO B3aMMOIEHCTBHE IPH KOETO HE BCHYKH
HoHM MMAaT exuH W cbul 3apsa. KoHcTpynpaHeTo Ha Mozen 3a TBBPIO-TEUHO PAaBHOBECHE H3UCKBA
CHLIO M ONpPENEeNSHETO Ha 5) XMMWUYECKUTE IOTCHLHAIM Ha TBBpAUTE (a3 KpUCTaIU3Upally B
ounepuute cuctemMu MX-H,O m NX-H>O, u 6) B cmecenara cucreMa MX-NX-H,O. Xumudeckure
noTeHam (5 u 6) ce ompenmensaT Ha Oa3aTa Ha ONPEACICHHHUTE ITapaMETPH 3a Pa3TBOPUTE U
eKCIepUMEHTAIHN JaHHU 3a pasrBopumoctute. [lapamerpure A m & ca BBBemenu or UCSD
(UniversityofCalifornia, SanDiego) rpymara mo XAMAYHO MOJICIMPAHE 3a 10 TOYHO MpPEABMKIAHE HA
pasTBopuMOCTUTE Ha ciabm emekTponutd (Hamp. razoBe, (CO2(gas)) B €IEKTPONUTHU PazTBOPH
(Harvie et al., 1984; Moller, Christov and Weare, 2006).

Moaxoau 3a moadop u onpeaessiHe HA MOJAEIHUTE NaApaMeTPH

CerimacHo OasucHaTa Teopust Ha lluTmep, 3a KOpPEeKTHO OMHMCBAaHE Ha CBOWCTBAaTa Ha eqHA
OMHEpHA CHCTeMa e HeoOXOIMMO onpeensHeTo Ha 3 mapamerspa (B, B, u C?; koeduuuenTn: oy = 2
no = 0.0) (Pitzer and Mayorga, 1973) (crammapren momxox A), :mm 4 mapamerspa (B°, B, B% u C?;
koebpunuentu: o1 = 1.4 u ap = 12) (Pitzer and Mayorga, 1974) (crangapren nmoaxox b) GunepHu
napamerspa. Iapamerspa B?B ypaBaenue (1) e BsBenen ot Pitzer and Mayorga, 1974) 3a na 6b1aT
OTYETEHU PEaKIMHUTE Ha acOLMAMs IPU HUCKU KOHLEHTPALMH B €JIEKTPOJIMTHTE OT TUHa 2-2 (Hamp.
MgSO,). Usnomsanero Ha 4Tm OuHepen mapamersp (P?) MO3BONABA KOPEKTHO ONMMCAHHE HA
TEPMOJMHAMHYHHUTE XapakTepucTuku Ha 2-2 cyndartau (Pitzer & Mayorga, 1974; Christov, 1999,
2000, 2003a) u cenenatnu ( Christov, 2003a) pa3TBOpM B IIMPOK KOHIICHTPAIMOHEH WHTEPBAI U
BKIIIOYBAHETO B MOJIeNla Ha TBBPAO-TEYHOTO paBHOBECHHE. 3a /1a OTUETE aCOLHMAMOHHUTE ePeKTH pu
BUCOKHM KOHIIEHTpauuu B OuHepHHTe pa3ztBopu XpuctoB (Christov, 1994-2019; Christov and co-
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authors, 2015-2019) npunara eagHa HOBa pa3lIMpeHa BepcHs Ha Mojeia Ha [luTiep, a MMEHHO
u3nomsBaiiku moxxon BKmousam 4 Mmomennu mapamerspa (B°, B, B% uC®) (ypaBHenme (2) u
BapHUpaiKy B CTOMHOCTUTE HA eMIIMPUYHHUTE KoepuureHTH ol 1 02 BbB PpyHIaMEHTaIHUTE ypaBHEHUS
Ha [lutnep (ypaBuenue (2)). To3u pasmmper noaxoy (moaxoxn 1) mo3BoisiBa Ha aBTOpa J1a pa3padoTu
MOJIETIM, KOUTO HW3KIIOUUTEIHO KOPEKTHO OIMCBAT MOBEIACHUETO, KAKTO Ha HHUCKO-, TaKa M Ha
BHCOKO-KOHIIGHTPUPAHU pa3TBOpH M umaniu pasziauyna crexuomerpus: 1-1 {HNOs-H,O (Christov,
2005), LiCI-HO (Lassin et al., 2015)}, 2-1 { NiCl,-H.0O, CuCl>-H,O, MnCl>-H,0, CoCl>-H:0:
(Christov, 1996, 1999, 2000); Ca(NOs3),-H.0: (Lach et al., 2018); UO,(NOs3),-H20 (Lassin et al.,
2020)}, 1-2 { Na:Cr,07-H20: (Christov, 2001a); K,Cr,07-H,0: (Christov, 1998)}, 3-1 { FeCls-H.0O:
(Andre et al., 2019); Ln(NOs)3(aqg): (Guignot et al., 2019)}, u 3-2 {Al2(SO4)3-H20, Crz(SO04)3-H-0,
Fe2(S04)3-H20: (Christov,2001b, 2002a, 2002b, 2003b, 2005)}

3. Moay4yeHnu pe3yaTaTH U THCKYCHSA

B Ttasu pabGora Hue pa3pabOTHXME HOBH TEPMOAMHAMHYHM MOJEIHM 3a CJICIHUTE OMHEPHHU
¢nyopuanu cucremu: HF-HO, H.SiFe-H.O, NaF-H,O, KF-H,O, RbF-H,O, CsF-HO npu 25°C.
Mogaenute ca pazpaboTeHu Ha 6a3ara Ha mojxoja Ha [IuTiep 3a MexTyliOHHO B3anMOJICHCTBHE. 3a Jia
ce n3berHe T. Hap. ,,IpernokpuBall epexT” Ha nmapaMerpute, ONHEPHHUTE TapaMeTpH ca onpe/elieHH Ha
0a3ara Ha JaHHHUTE caMO 32 OMHEPHUTE CHCTEMH. BCHYKM JIOCTBITHM B JIUTEpaTypara CypoBH (a He
W3YKCIICHN) JITAHHU 332 OCMOTHYHHTE KOe(UIIMEHTH (() B HEHACHUTEHUTE, HACUTEHUTE W MPECUTCHUTE
(3a KF-H;0) OuHepHHM pa3TBOpH ca W3MOI3BAHU MPU MMapaMeTepu3upaHe Ha Moxpenute. JlanHuTE 32
OCMOTUYHHUTE KOCPHUIIMEHTH ca AajeHd B Kommwiaiuute Ha Hamer and Wu (1972) (3a 5 or
uscnensannte cucremu: 3a HF-H,O, NaF-H,O, KF-H,0, RbF-H;O, CsF-H,0), Mikulin (1968) (3a
NaF-H.0, KF-H;0O, RbF-H,0, CsF-H;0), u Robinson § Stokes (1959) (3a NaF-H;0O, u KF-H,0),
KaKTO M B eKcliepuMeHTajtHnTe n3ciaeasanus Ha El Guendouzi et al. (2015) 3a H2SiFs-H20, n ma El
Guendouzi u Faridi (2020) 3a KF-H,O cucremara. Jlanuute npeacraBesd B Hamer and Wu (1972) u
Mikulin (1968) ca muoro nodbpo crorBercTBue. Jlanaute Ha Robinson § Stokes (1959) mpu HuCcKH
KOHIICHTPAIMH CBIIIO CE ChIVIACYBaT MHOIO aA00pe ¢he manuuTe Ha Hamer and Wu (1972) u Mikulin
(1968). Hannure wa El Guendouzi u Faridi (2020) 3a OCMOTHYHHTE KOC(PHIIMEHTH B CHIIHO-
kounenTpupaante KF-H>O pasrBopu ca neko mo-Bucoku (max pasnuka ot 0.04) ot Te3m Ha Hamer
and Wu (1972) u Mikulin (1968). Mikulin ompenesnst u ¢ CTOWHOCTUTE B HACUTCHHUTE (DIyOPUIHH
cucremd. JlaHHUTE 32 OCMOTHYHUTE KOSHUITUEHTH ¥ CpeTHUTE KOeHUITUEHTH Ha akTUBHOCT (V=) Ha El
Guendouzi et al. (2015) 3a H2SiFs-H20 ca enuHcTBeHUTE, KOUTO OTKpHXME B uTeparypara 3a HoSiFe-
H,O pastBopute. /JlaHHHUTE 32 OCMOTHYHHUTE KOCPHUITUEHTH M CPEIHUTE KOSHUIIMEHTH HA aKTUBHOCT
(y+) mHa Hamer and Wu (1972) ca enuHCTBEHUTE, KOUTO ca JIOKIaJABaHU B ymTeparypara 3a HF-H,O
pastBopute. [IpenBapuTenHara OlleHKa Ha ¢ —IaHHUTE TMOKa3a Y€ WMa HM3BECTHO HEChOTBETCTBUE
MEeXIy JaHHWUTE Tpu HUCKHA MonaiaHocTH (< 1 m), monydenu upe3 EJIC ekcriepuMmeHTH, U TE3U MPH
MMO-BUCOKM KOHIeHTpanuu. llopamm ToBa, 3a ompenensHe Ha OwHepHuTe mapamerpu 3a HF-HO
pa3TBOpHUTE HUE U3MOI3BaxMe y:- JaHHuTe Ha Hamer and Wu (1972) 3a nenust KOHLEHTpaLMOHEH
uHTepBai. 3a ocranamure 4-pu cucremu (3a NaF-H,O, KF-H>O, RbF-H;0, CsF-H:0) monenure ca
paspabotenu, n3non3Baiku ¢ —aanauTe oT Hamer and Wu (1972) mpu Huckn xonnenTtpanuu (< 0.1
M), U ¢ —manaute ot Mikulin (1968) 3a Henacutenure, HacuTeHuTe u npecutenute (3a KF-H.0)
ounepuu pastBopu. 3a HoSiFe-H.O mopmena e paspaborenu, usnonsBaiiku ¢ —manHute oT El
Guendouzi et al. (2015) (mo 3.0 m). HocTpnHUTE B JIMTEpaTypaTra MPENOpPbYaHU CTOMHOCTH Ha
CpeqHUTEe KOe(DUIIMEHTH Ha aKTHBHOCT (y:) 3a OWHEpHUTE CHCTEMH Ca MPSIKO 3aBUCHUCMH OT
W3IMOJI3BAaHUS MOJIENl 3a W3uHMcieHne. ETo 3amo, Te3n Y: CTOWHOCTH HE ca H3MOJI3BaHU IIPH
napamerepusupanero Ha mozenute 3a HoSiFg-H,0, NaF-H.0, KF-H,0, RbF-H,0, CsF-H.0. Bce nak,
TE3W MPErnopbYaHH Y= CTOMHOCTH Ca IOJN3BaHM NPH TECTBAHE HAa CHBMECTUMOCTTA Ha MOJEIHTE.
Mogenute ca KOHCTpYHPAHHU Ype3 MpUJIaraHeTo Ha pa3siMyHU MOAXOAW 3a MapaMeTepu3upaHe C Lel
JOCTHTaHETO Ha MaKCMMallHa TOYHOCT U OTIIMYHO ChOTBETCTBHE ChC JIOCTBIIHUTE EKCIEPHUMEHTAIHU
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naHHUM. B Mozena 3a Beska eQHa OT M3CIEABaHWTE OMHEPHU CHUCTEMH Ca ONpENeNieHH BCHYKU
BB3MOXKHH TIapaMeTpH 3a pastBopute, a mmenHo (B°, BY, B°> m C° ), ,paboremm” 3a uenus
KOHILIGHTPAIllMOHEH MHTEpBal Ha EKCIIepUMEHTaj HaTa 0a3a OT JaHHHM. YCTaHOBEHO €, 4e 3a 4 or
nscnenaBanute cucremu (KF-H.O, NaF-H;O, RbF-H;O, CsF-H;O) wusnomseanero Ha pasmmpeH
noaxox 1 (T.e. u3umcisBane Ha yetupu mapamerspa (B, B, B u C? ) mpuemaiiku oy =2, 1 Bapupaiiku
B CTOWHOCTHTE Ha U O2) BOJIH J0 OTIIMYHO MOJEN-CKCIIEPUMEHT ChOTBETCTBHE. 3a 1a ObJaT OTYETECHH
aCcCOI[MAIMOHHUTE ©(peKTH BBB HHUCKO-, M BHCOKO-KOHIeHTpupanute HF-HO pasrBopu mpu
KOHCTPYHpaHETO Ha MOJieNa HUE BapupaxMe M B CTOWHOCTHUTE Ha O MapaMerbpa B ypaBHEHHTa Ha
ITuTnep.

Ha cnenpamure ¢urypu (1-7) ca mpeactaBeHr pe3yiaTaTUTE OT HAIIUTE MOJICTTHHU W3CIICABAHUS
3a HF-H,0, H,SiFs-H.0, KF-H,0, NaF-H;0, RbF-H,0, CsF-H.0 cucremure mpu 25°C. Ha ¢purypure
ca JAaJieHu 1) U3YMCIICHUTE OT KpalHUs pa3pabOTeH B TOBA MU3CJISIBaHE MOJIEN (HENPEKbCHATH ThMHHU
JMUHWNW); 2) TIpenopb4aHd B nutepatypara aaHuu (cumBonu: Mikulin G. (1968) m Hamer and Wu
(1972), El Guendouzi et al. (2015), El Guendouzi u Faridi (2020)); u 3) onpenenennure Ha 6a3aTa Ha
MO JIOKJIAJIBaHU B JIMTepaTypaTta (npekbcHatu Jmauu: Pitzer and Mayorga (1973), Kim and
Frederick (1988), El Guendouzi et al. (2015), El Guendouzi u Faridi (2020)) cpeanu koedunmenTn Ha
aKTHUBHOCT (V) KaTo (QYHKIHMS OT MONAJHOCTTa Ha pa3TBopute. C HANPEYHHW JIMHUM Ha QUTypuUTe €
JlaJieHa MOJTAJTHOCTTa Ha HacuTeHuTe pa3rBopu (Mikulin, 1968).

25°C; HF+H,0

model of Kim&Frederick
\ dashed- doted line

\. / . - -
e T -.-.’°_
‘--v-o-o-'-. =

data of Hamer§Wu: new model:
open squares solid line

w |
—
o
—
—
[\
—
w
—
B
—
o
—
(o))
—
—
[o+]
—
w
o

01 2 3 4 5 6 7 8
m(HF) /mol.kg"
@ur. 1. CpaBHEeHHE MEXy MOAEITHO-U3UYMCICHUTE (JIMHUM) KoeUIIMeHTH Ha akTUBHOCT 3a HF
B Texaute ounepHu pa3tBopu HF-H>O kato dynkius ot MonamHocTTa Ha pazrBopute pu 1 = 298.15
K, u Te3u mamenu B nutepatypata (cumBonu: Hamer and Wu (1972). Ipenmwkaanusta Ha Mojena
pa3paboTeH TYK ca JaJeHU C TbMHa HelpeKbcHaTa uHus. [IpenBrmkaanusaTa Ha moaena Ha Kim and
Frederick (1988) ca mamenu ¢ mpeKkbcHATA JTHHUS.
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80 I 250C; H,SiFg+H,0 /
model of El Guendouzi et al-.-.—'—"'/

50 | dashed line

40 |
130 | our mfadel
= solid line

20 }

data of El Guendouzi et al.:
10 |
PV SA T
0 Mﬁvl v A ) ) )
0 2 3 4 5

m(H,SiFg) /mol.kg™
®dur. 2. CpaBHEHHE MEKIY MOACTHO-U3YUCICHUTE (JIMHHHM) KOS(PHUIIMSHTH Ha aKTUBHOCT 3a
H,SiFs B Texuute 6uHepHu pa3tBopu HySiFe-H2O kato GyHKIMS OT MOJATHOCTTa HA Pa3TBOPUTE MPH
T = 29815 K, u tesu namenu B Jmreparypara (cumsomu: ElI Guendouzi et al. (2015)).
[penprwxkaanusTa Ha Mojena pa3pabOTeH TyK ca JaJIiecHH C ThbMHA HENpeKbCcHaTa JIMHUSL
IpenpwkaanusTa Ha Moaena Ha El Guendouzi et al. (2015) ca mageHu ¢ pexbcHATa JIMHUS.

1,2
25°C; NaF+H,0
| Hamer&Wu:
E open squares
Mikulin:
'|?'|_. open triangles
0,7
dashed line NaF(cr)
new model:
solid line
0,2 | | | | | | |
0 0,2 0,4 0,6 0,8 1 1,2 1,4 1,6
m(NaF) /mol.kg!

@ur. 3. CpaBHEHHE MEXIY MOJEIHO-U3YHCICHUTE (IMHIK) KoeUIMEHTH Ha akTUBHOCT 3a NaF
B Texaute OmHepHU paztBopu NaF-H»O kxato ¢yHKIMS OT MOmajiHOCTTa Ha Pa3TBOPUTE MpH | =
298.15 K, u Te3u nmanmenu B juteparypara (cumsomm: Mikulin, 1968; Hamer and Wu, 1972)). C
HampevyHa JHHUS € JaJeHa MOJalHOCTTa Ha HacureHute pasrBopu NaF-H,O (Mikulin, 1968).
[MpenBmwxaanusTa Ha Mojena pa3pabOTeH TyK ca JaJIeHW C ThbMHA HENpPeKbCHATa JIMHUS Ha J[BETE
¢urypu. [Ipensmwxkaanusta Ha mozena Ha Pitzer and Mayorga (1973) ca nanenu ¢ npekbcHaTa JIMHUS.
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25°C; KF+H,0 El Guendouzi&Faridi:\,f_,/
long dashed-line v/
5 F '/
/!
v/ n
: Recommendations: . 4
4 [ com _ P&M: ST
: Mikulin, empty triangles; dashed\
B '
I Hamer+Wu, line /
3 [ empty squares; 77 A
ﬂ. i El Guendouzi&Faridi, KF(cn
i croses \
2
new model
solid line
1
0 s L 1 L 1 L 1 L 1 L 1 L 1 L 1 L 1 L 1 L 1
0 2 4 6 8 10 12 14 16 18 20

m(KF) /mol.kg"!

®ur. 4. CpaBHEHHE MEXK/Ty MOJICIHO-U3UYHCIICHUTE (JIMHUN) KOeDUITMEHTH Ha akTUBHOCT 3a KF
B TexHuTe OuHepHU pasztBopu KF-H>0 karto ¢yHKIuMs OT MonanHocTTa Ha pa3tBopute nipu 1 = 298.15
K, u Te3n mamenu B aurepatypata (cumsomu: Mikulin, 1968; Hamer and Wu, 1972; ElI Guendouzi u
Faridi, 2020). C nanpe4Ha JIMHUS € JAajieHa MOJATHOCTTa Ha HacuTeHute pasrBopu KF--H,O (Mikulin,
1968). IlpemmxmaHusATa Ha Mojeia pa3pabOTeH TyK ca HaJeHW C ThMHA HEMPEeKbCHATa JIHHHS.
IpenpwkaanusTa Ha Mozena Ha Pitzer and Mayorga (1973) u ElI Guendouzi u Faridi (2020) ca
TaJieHH C IPEKbCHATH JINHUU.

12
_ 25°C;
10 |
[ Hamer&Wu,
[ empty squares new madel:
8 I (mk(n;ax}=3-5}: solid Ii:e\-
[ Mikulin
! A

empty triangles

0 12 14 ‘lq‘ 18 20 22 24
m(RbF) /mol.kg-

@ur. 5. CpaBHEHHE MEX/Ty MOJIETHO-U3UHCICHUTE (JIMHUHN ) KOe(DUIIMEHTH Ha akTHBHOCT 32 RbF

0 2 4 6 8 1

B TexHuTe OuHepHH pastBopu RDF-H,O kato GyHKIHMSA OT MOJATHOCTTa HA Pa3TBOPHTE MpU 1 =
298.15 K, u Te3u manmenu B sureparypata (cumomm: Mikulin, 1968; Hamer and Wu, 1972). C
HampevyHa JHHUS € JaJeHa MOJalHOCTTa Ha HacureHute pastBopu RbF-H.O (Mikulin, 1968).
[MpenBwxaanusTa Ha Monena pa3pabdOTeH TyK ca JaJeHd C ThbMHA HENpEeKbCHATa JIMHWUSL
[MpenBmwxaanusta Ha Mozena Ha Pitzer and Mayorga (1973) ca nazeHu ¢ npekbcHaTa JIMHUS.
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404  25°C; CsF+H,0
354
30,4
254
20,4
15,4

Y+

This study

10,4
5.4
04

P&M=YM

m(CsF)/mol.kg!

®ur. 6. CpaBHEHUE MEXKY MOJICITHO-H3UUCIICHUTE (JIMHNUN) KoeUIIeHTH Ha akTuBHOCT 3a CSF
B TexHUTe OmHepHU pa3tBopu CSF-H.O kato QyHKIMsS OT MOJAHOCTTA HAa Pa3TBOPHUTE NMPU | =
298.15 K, u Te3m mamenu B nmreparypata (cumsomm: Mikulin, 1968; Hamer and Wu, 1972). C
HAIpeYHH JMHWK € JaJieHa MOJNajgHOoCTTa Ha HacureHute pastBopu CsF-H.O (Mikulin, 1968).
IpenBwkaanusTa Ha Mojela pa3pabOTeH TyK ca JaJeHd C ThMHA HENpEeKbCHATA JIMHHUSL
Ipenpwkaanusta Ha Mmozxena Ha Pitzer and Mayorga (1973), mpuer B YMTDB ca mazeHn c
IpeKbCHATA JIMHUSL.

Kaxkro ce Bmxma ot pesynrature npeacraBeHu Ha Ourypu (1-6), HOBO-pa3pabOTECHUTE MOAETH
(TBMHHM HeETIpeKbCHATa JIMHWM) Ca B OTIMYHO CHOTBETCTBHE C MaHHHUTE 332 KOC(PHUIMCHTHTE Ha
aKTHBHOCT 3a L€IHsI KOHLEHTPALMOHEH MHTEpBaj OT €KCIEPUMEHTAJIHU JaHHU A0 MOJIAJHOCTTa Ha
HACHIIAHE 33 BCHYKHU u3ciaeasanu ouaepun cucremu. C npe mskmouenus (3a NaF-H,O u H,SiFs-H20)
MPEABWKAAHUATA HA HOBOPa3paOOTEHUTE MOZEIH ca B JIOIIO CHOTBETCTBHE C NPEABIKIAHUATA Ha
MOJENNTe, NOKJIAaJBaHU B JIUTEpaTpypata IIpd BUCOKM KOHLEHTpauuu. ToBa mokasBa, 4ye 3a 4 OT
uscnenBanute ¢uyopumau cucremu or tuma 1-1 (HF-HO, KF-H,O, RDbF-H;O, CsF-H.0)
M3IION3BAHETO HA CTAHIAPTeH TOAX0x Ha ITuTiep ¢ u3uucisBaHe Ha 3 Moxenuu napamerspa (B°, B, n
C®) He Moxe Jga oTyere AacolUAIMOHHUTE e(EKTH BBB BHCOKO-KOHIICHTPUPAHUTE PAa3TBOPH.
Emuncreeno 3a NaF-H>0 u HoSiFs-H2O cucremure npeapmxranusaTa Ha HOBO pa3pabOTEHUTE MOIEITH
ca B MHOTO JI0OpPO CHOTBETCTBHE C MPEABIKIAHUATA Ha MozenuTe Ha Pitzer and Mayorga (1973) u El
Guendouzi et al. (2015), pecriektuBHO. OCHOBHUSI KPUTEPUU J]a IPUEMEM HOBOPa3paOOTEHUS MOIEI
3a NaF-H,;O e 3HaunTenHo mo HHCKaTa CTOMHOCT Ha cTaHmapTtHOTO oTkiIoHeHue (¢ = 0.0000617) B
cpaBHeHue ¢ ToBa Ha Pitzer and Mayorga (o = 0.001). TpsiOBa ma ce oTOeNeKH, Ye MaKCHMaIHATA
MOJIAJTHOCT Ha eKcriepuMenTannuTe nanau 3a NaF-H>O u HoSiFe-H20 pasrBopute € MHOrO 110 —HHCKA
(=1 mol. kg™ u 3 mol. kg, pecr.) or m(max) 3a gpyrute uscnensanu cuctemu. Hoso-paspaborenute
momenmu 3a  HF-H,O, KF-H;O, RDF-H,O, CsF-H)O cucremMuTe 3HAYUTENHO pas3IIdupsBaT
MakCHUMaJjlHaTa KOHLEHTpals Ha MPUIOKHMOCT Ha MOAENMWTE CHOPAMO Te3M [OKJIaJBaHU B
nuteparypata: g0 20 mol. kg™t B HF-H,0, 1o 26 mol.kg™ 8 RbF-H20, u 10 35.6 mol.kg™ B CsF-H,0.
TpsabBa na ce orOenexu, ye 3HAYUTEIHOTO DPA3ILIMpPsABAHE HA MaKCHMallHaTa KOHLIEHTpauus Ha
NPUIIOKUMOCT Ha HOBHUTE MOJENM HE BOOM IO MOJEN-EKCIIEPUMEHT HEChOTBETCTBUE NPH HUCKU
KOHIeHTpalmu. (Bik dur. 1-6).
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4. TepMOIUHAMHYHU XaAPAKTEPHUCTHKH HA KPUCTAIM3UPANIATE OT HACHTEHHTE OUHEPHM
pa3TBopH TBLPAU (JIyopuaHH (pa3u

B Tasu pabGora ca ompenenenu [lutuep-nmapamerpute 3a OuHepHHUTE (DIYOPUIHU CHUCTEMH,
M3MO0JI3BaliKM CKCIIEPUMEHTANHAaTa 0a3a OT JaHHM 32 LMW KOHIGHTPAMOHEH HMHTEpBaj Ha
CBIIIECTBYBAaHE HAa Pa3TBOPHUTE, BKIIOYMTEIHO JAHHUTE 32 HACUTCHHTE pa3tBopu. Moxpenute 3a NaF-
H.0, KF-H;0, RbF-H;0, CsF-H,O BkI0YBaT eKCIEPpUMEHTATHO HACHTH(OUIUPAHUTE TBBPAN (has3u,
KpUCTAIM3UPAId OT HACUTEHWTE OWHEPHH pPa3TBOpH.. T0Ba HH IMO3BOJHM Ja ONPEIETUM Ba)KHU
TEPMOANHAMUYHU XapPAKTCPUCTUKH HAa KPUCTAJIUIUPAIIUTE OT HACUTCHUTE 6I/IHepHI/I Pa3TBOpH TBHPAU
¢dnyopuanu ¢asu., a umenno 3a NaF(s), KF.2H,O(s), RbF(s), u CsF(s)

@®U3NYHOTO CHCTOSIHUE M Pa3MephT HA SIMHUYHA HEOPTraHWYHA COJl WIIM Ha CMEC OT COJIU ca
¢byHkuus Ha oTHocurTenHata BiaxkHocT (Relative Humidity: RH). OsnaxusiBanero e mpoiiec, npu
KOWTO pa3TBOPUMH TBBP/IH BEIllECTBA aJcOpOMpaT Boja OT Bb3/IyXa, HO IIPH TOBA aepo30JiHATA TBHP/Ia
YacTHIla HE MPEeMHUHaBa OT €IHO ()a30BO CHCTOSIHUE B JPYro, T.e. OCTaBaT TBHPIH. BTeuHsIBaHETO
(Deliquescence) Ha eIMHWYHA HEOPraHMYHA COJ WJIM HAa CMEC OT COJIM € MpOLEC, MPU KOUTO
azicopOLMATa Ha BOJAa OT BB3AyXa BOIM JI0 00pa3yBaHETO HA M3KIFOUMTETHO CTAOMIHM HACHUTEHU
BOJHU pPa3TBOpH.HA MOBBPXHOCTTA Ha 4YaCTULUTE. Karo pe3yiaTarT BTCYHABAHCTO Ha CIAWMHUYHA
HEOpraHMYHa COJI € MPOIIEC Ha CIIOHTAHHO (Pa30BO M3MEHEHHE OT TBHp/a B TeuHa (aza. To3u (a3oB
npexoa 3HAYUTCIHO IIOBUIIIABA PCAKTUBHOCTTA Ha aTMocq)epHHTe MOPCKHM 4YaCTHIH, TEXHUTC
paIraliOHHU CBOWCTBA U TsXHaTa e()eKTUBHOCT Ipu opMHpaHeTo Ha obnaiute B atMocdepara. Eto
3a110 TO3W TEPMOJUHAMHUYCH IIPOLEC IPAKO BIIUAC BBPXY FHO6aHHI/ITe KIIMMAaTUYHU HU3MCHCHUS HaA
3eMsiTa, KaKTO M Ha MPOIECUTE Ha Pa3pyllIaBaHETO HAa 030HOBHUs CJIOW B aTMocdepara. OnpenensHero
Ha TOYKaTa WM MCXaHW3Ma Ha BTCYHABAHC Ha MUHCPAJIHUTEC KOMIUICKCH ChINO € OT MHOI'O T'OJIsIM
WHTEpEC B MHOIO JIPYTH OOJACTH Ha 3HAHHETO (XETepOreHHATa XUMHUs Ha HEOPTaHMYHUTE COIH,
KOpO3MsATa HA METAJIHWTE) M € OT 3HAUYCHUE TPHU OINpPEACISIHETO Ha NPOrPaMHUTE U CTPATETHUTE 3a
TCOXUMHUYHOTO ChXpaHECHUE Ha SIIPEHH OTIIABITH.

OT TepMOAMHAMUYHA TJICTHA TOYKA ~“BTCUHSBAHETO HA TBBHPIUTE acpPO30JHH YACTHIIA CTaBa
BB3MOXHO, Korato RH B razoBara cpena € paBHa WM € HaJl BTCUHSBAIATa OTHOCUTEIHATA BIAYKHOCT
(deliquescence relative humidity, DRH) Ha cosira umi Ha cMmec ot conu (mutual deliquescence relative
humidity, MDRH). B pamkuTe Ha paBHOBECEH MOIEN COJI-Pa3TBOP, OTHOCHUTEIIHATA BIAXKHOCT €
OTHEeCceHa KbM aKTMBHOCTTA Ha BojaTa, aw Kakro crensa (Clegg et al., 1998; Christov, 2009a,b, 2012):

aw = P/ P, = DRH/100, (3)

KbaeTo Py u P° ca ChOTBETHO HaJISTaHWATA Ha Iapara Ha HACHTEHHWsS PA3TBOP W Ha 4YKMCTaTa
BoZAa 3a naaeHa temmeparypa. Karo pesynrar u DRH, 1 MDRH Ha HacuteHuTe BOAHHM pa3TBOPH Ha
COJIMTE 3aBUCAT OT TEMIIepaTypara, OT CTEXHOMETPHUATa Ha COJTa, W OT ChCTaBa Ha PaBHOBECHHS
pastBop. [lopanu ronsimata cinoxxaoct Ha ekcriepumenTuTe DRH/MDRH nannuTe 3a conu v Haii-Bedue
3a CMECH OT COJIM B TPOWHHW W MHOTOKOMIIOHEHTHH TPHUPOJECH THII CHCTEMH ca MHOTO OCKBIHH. B
MIpEeIUIHN n3chenBanus Ha equH or aBropute (Christov, 2009a,b, 2012) e mokazaHo, 4ye Mozena Ha
[Mutnep mMoxe ma Obne mpuiaraH 3a kopektHo ompenensae Ha DRH/MDRH croiiHocTuTe KakTo 3a
eIMHUYHA HEOpraHW4YHA COJI, Taka M 3a cMec OT coiu. B Tabmmma 1 ca magenn m3umcnenute DRH
cToitHocTH 32 GuryopunHuTe TBHpIU ¢a3u. [lomyueHnTe CTORHOCTH ce ChriacyBaT MHOTO J00pe ¢
pesyarature magaenn B Mikulin (1968). Muoro Bucokara pastBopumoct Ha CsF(s) Bomu u 10
orpenenenara MHoro Hucka DRH—croiinocT (Tabnuma 1).

TepmomuHamMu4HOTO Tpou3BeneHre Ha pastBopuMocT (InK%p) Ha KpucranMsupammre ot
HaCUTEHHTE OWMHEPHH pPa3TBOpU TBHPAM (a3 ca M3YMCIICHHM Ha 0a3aTta Ha onpeneneHurte [luTiep
napamerpu u ekcriepumentanaute nanHu (Mikulin, 1968) 3a Tsaxmara pa3rBopuMocT (m(sat))
(Solubility Aproach: Harvie et al., 1984; Christov and Moller, 2004ab; Christov, 2005,2009a, 2012).
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HM3uKciienn ca CTOMHOCTUTE Ha TEPMOAMHAMUYHOTO IpousBeaenue Ha pastBopuMoct (InK%p) (Tabm. 1)
3a 4 tBepau (asu [NaF(s), KF.2H>0(s), RbF(s), and CsF(s)] mo ypaBuenue (4):

Kp (NaF) =y (sat) 2 .m(sat)
K°sp(KF.2H,0) = y(sat) 2 .m(sat) Zaw(sat) (4)

B ToBa wu3cienBaHe HHe H3UMCAMXME 1O HuCKa croiHocT 3a InK%p (KF.2H2O(s)) or Tasu
ompenenena ot El Guendouzi and Faridi (2020) (pasnuka ot 0.26 In equHuIm)

W3uncneHuTe CTOMHOCTH Ha MPOU3BENCHUETO HA PA3TBOPUMOCT Ha KPUCTAIU3UPAIIUTE TIPOCTH
CONIM B OMHEPHHUTE CHUCTEMH, Ca JUPEKTHO M3IOJ3BAHU 3a ONpENesHE Ha CTOMHOCTUTE Ha TsAXHATA
cranjaptHa MoiHa ['ubc eneprust Ha obpasysane (AfG’m) (yp. 5):

K®p vs. standard chemical potential:

RTIn K°Sp(KF.2H;0) = AG%n (KF.2H20) -AG°n(K*) -AG°m(F) - 2A:G°m (H20) (5)

H3uucnenure Ty AfG°n - cToitHOCTH ca CpaBHEHHM C TE3M JIaJIcHU B KoMmuianuute Ha Wagman
et al. (1982) u Mikulin (1968) (Tabmnumua 2).

Tabmuma 1. CpaBHEHHE MEXIy MOJIEITHO U3YUCICHUTE U JAJICHU B IUTEpATypaTa CTOMHOCTH Ha
1) OtHocHuTenHa BiaxkHocT Ha BreunsBane: Deliquescence Relative Humidity (DRH (%) = aw’ X 100;
KBJICTO aw’ € aKTHBHOCTTA Ha BOJATa B HACHTEHUS Pa3TBOp), M 2) JIOTAPUTHM OT TEPMOJMHAMUYIHOTO
npoussenenue Ha pasrBopumoct (Kp) 3a Guyopuman TBbpau (a3u KPUCTATU3UPAIIH OT HACHTECHUTE
Oounepuu paztBopu mpu T =298.15 K:

Salt composition |m(sat) DRH (%) INK°;,
(exp)*
(mol.kg ™)
Calculated |Ref. data® |Calculated El Guendouzi and
Faridi (2020)
NaF(cr) 1.0 96.91 96.90 -1.115
KF.2HO(cr) 16.68 31.33 31.10 5.84 6.1051
(m(sat)=17.5))
RbF(cr) 22.4 15.20 14.50 10.801
CsF(cr) 35.6 2.46 4.00 14.74

3ot Mikulin (1968)

Tab6numa 2. CranmaptHa MonHa ['ubc eneprus Ha oOpasyBane (AiG°n) 3a (uIyopuaHH TBBPIAM
(hazu KpuCTaTM3MpAaIN OT HacuTeHnTe OnHepHU pa3TBopu mpu T =298.15 K

Salt composition AG°n /(kJ.mol™?)

Calculated ? \Wagman et al. (1982) [Mikulin (1968)
NaF(cr) -407.71 -543.51
KF.2H:O(cr) -381.50 -381.79
RbF(cr) -536.029 -562.79 -531.996
CsF(cr) -534.26 -525.51 -522.29

*zuncienn AtG°n, CTOMHOCTH M3MOJN3BAMKKM JaHHM 3a CTaHAApTHATA MOJHA €HEPrus Ha
obpa3syBaHe Ha HioHuTe B pa3tBopa ot Wagman et al. (1982)
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