v N

5666 .

[ARS

(19)

MUHUCTEPCTBO OBPA3OBAHUA U HAYKU
YKPAUHbDI

rOCYOAPCTBEHHbIA AEMAPTAMEHT
WHTENNEKTYAINLHOW COECTBEHHOCTU

UA"’ 79 998

(51)MMK

(13)

C2

(12 ONUCAHUE N3OBPETEHUA K MATEHTY YKPAUHLI

(21), (22) 3asska: a200504880, 24.10.2003

(24) Data Hauana gecteusa natenTta: 10.08.2007

(30) MpuoputeT: 25.10.2002 FR 0213392

(46) Oata ny6nukayun: 10.08.2007c07¢C 209/74
20070101AFI20070404RMUA co7C
211/46 20070101ALI20070115RMUA

(86) 3asBka PCT:
PCT/EP2003/013340, 20031024

(72) N3obpeTtaTenb:
BioaTbe bepHap, FR,
Jle Pya lbep, FR

(73) NateHTOBNAgeney;
BAC® AIrPO B.B., APHEM (HI),
BEOEHCBWN-BPAHY, CH

(54) CNOCOB NONYYEHUA NMPOMEXYTOYHOIO COEAUMHEHUA ANA NMECTULMAOB

(57) Pedbepar:
M3obpeTeHne kacaetca cnocoba nony4veHus
coenHeHns obuwelr dpopmynsl (1)

NHy ()
H I H
CFq
B KOTOpOI7I X aBnaeTca atToMoM ranoreHa,
KOTOprI;I BKNO4YaeT B3aVIMOD,6I7ICTBI/I6M

napa-TpudptTopmeTunaHunuHa gpopmynel (1)

MHg (1)

CFa

c pwuranoreHoMm X,, npudem oba coeguHeHus
OOHOBPEMEHHO BBOASIT B MOMAPHBLIA anpOTOHHbIN
pacTtBopuTeNb MNPU  MOMAPHOM  COOTHOLUEHMU
auvranorer/coegnHenne (Il) B uHtepsane ot 1,9 go
2,5 n npu Temnepatype B uHTepBane ot 100 go
300 °C.

OduynancHein  GloneTeHb  “lMpombilLneHHas
cobctBeHHoCTh". KHura 1 "MsobpeTeHns, nonesHble
Mogenu, Tonorpadun  MHTerpanbHblX MUKpocxem",
2007, N 12, 10.08.2007. ["ocynapcTBEHHbIN
AenapTaMeHT  MHTENNeKTyansHoW  COBCTBEHHOCTM
MuHucTepcTBa 06pa3oBaHNA U Haykn YKpauHbl.

79998 C2

UA



v N

5666 .

[ARS

(19)

MINISTRY OF EDUCATION AND SCIENCE OF
UKRAINE

STATE DEPARTMENT OF INTELLECTUAL
PROPERTY

UA"’ 79 998

(51) Int. CI.

(13)

C2

(12) DESCRIPTION OF PATENT OF UKRAINE FOR INVENTION

(21), (22) Application: a200504880, 24.10.2003
(24) Effective date for property rights: 10.08.2007
(30) Priority: 25.10.2002 FR 0213392

(46) Publication date: 10.08.2007C07¢C 209/74
20070101AFI20070404RMUA coic
211/46

(86) PCT application:
PCT/EP2003/013340, 20031024

20070101ALTI20070115RMUA

(72) Inventor:
Buathier Bernard, FR,
Le Roy Pierre, FR

(73) Proprietor:
BASF AGRO B.V., ARNHEM (NL),
WADENSWIL-BRANCH, CH

(54) PROCESS FOR THE PREPARATION OF A SYNTHETIC INTERMEDIATE FOR PESTICIDES

(57) Abstract:

Process for the preparation of a compound of
general formula (I); in which X represents a
halogen atom, by reaction of
para-trifluoromethylaniline  of formula (ll):  with
a dihalogen X,, the two compounds being
introduced simultaneously into a polar aprotic
solvent in a dihalogen/compound (II) molar ratio
ranging from 1.9 to 2.5 and at a temperature
ranging from 100 to 300°C.

MHg (D
T

CF4

X

NHy |, (ID)

CFq

Official  bulletin  "Industrial  property". Book
1  ‘"Inventions, utility models, topographies of
integrated circuits”", 2007, N 12, 10.08.2007.
State Department of Intellectual Property of the

Ministry of Education and Science of Ukraine.

79998 C2

UA



v N

5666 .

[ARS

(19) (13)

UA"’ 79 998

(51)MMK

C2

MIHICTEPCTBO OCBITU | HAYKWN YKPATHU

OEPXABHUA OENAPTAMEHT
IHTENEKTYAJIbHOI BNACHOCTI

(12 ONUC BUHAXOAY 00 MATEHTY YKPAIHU

(21), (22) [aHi cTOCOBHO 3asBKM: (72) BunaxigHuk(n):
a200504880, 24.10.2003 Bioat'e BepHap , FR,

Jle Pya M'ep , FR

(24) OaTta HabyTTa YnHHocTI: 10.08.2007

(73) BnacHuk(n):

(30) LaHi ctocoBHO npiopuTeTy BignoBigHo Ao MNapuabkol BAC® ArPO B.B., APHEM (HIT)

koHBeHuii :25.10.2002 FR 0213392 BEJJEHCBIN-BPAHY, CH

(46) NMy6nikauis BinoMocTen Npo BUOaqy naTteHTy
(neknapauinHoro nateHTy): 10.08.2007co7¢C 209/74
20070101AFI20070404RMUA co7C
211/46 20070101ALI20070115RMUA

(86) Homep Ta gata nogaHHA MiXKHapPOZHOI 3asABKM
BignoslaHo o porosopy PCT:
PCT/EP2003/013340, 20031024

(54) CMOCIB OJEPXAHHSA MPOMPKHOI CMONYKM ANA NECTULMAIB

(57) Pedbepar: MHy m
BuHaxig crocyeTbes cnocoby ofepaHHs Cnosyku
3araneHoi dopmynu (1)

NHy ()
4 *
3 puranoreHoMm X,, npuyoMmy obuaBi Crnonyku
ofHOYacHO BBOAATb Y TMOMSAPHUA  @npOTOHHUN
CFa PO3YUHHUK  NpPU  MONAPHOMY  CMiBBigHOLIEHHI
y siKin X € aTOMOM rasioreHy, auranorex/cnonyka (ll) B iHTepeani Big 1,9 go 2,5
o BKIto4ae B3aEMOZIet0 Ta npu Temnepartypi B iHTepani Big 100 go 300 °C.

napa-TpucpTopmeTunanininy dopmynu (I1)

79998 C2

UA



v N

5666 .

[ARS

170

15

20

25

30

35

40

45

50

55

60

65

Onuc BuHaxony

[aHnii BuMHaxig BiOHOCMTBCS [0 HOBOro crnocoly opepkaHHs 2,6-aurano-napa-TpudpTopMeTUnaHiniHy 3
napa-TpudpTopMeTUNaHIniHy.

Bxxe ©ynum npoBegeHi  uucneHHi  pocnigXkeHHs 3 MeTo  po3pobkum  cnocoby  opepaHHs
2,6-gurano-napa-TpudTopMeTUaHiniHie. MixkHapogHa nateHTHa 3asska [WO 00/35851] poskpusae cnocié ogepKaHHs
2,6-gurano-napa-TpuTOPMETUMNAHINIHY i3 Tpurano-napa-TpudTopMeTUNGeH3ony npu temnepatypi Mk 130 Ta 350°C
OaxaHO B MOMAPHOMY PO3YMHHUKY. |3 L€l NaTeHTHOI 3asaBKM MOXIMBICTL 3aCTOCYBaHHS napa-TpudTopMeTUNaHiniHy
ANA ofgepXaHHa 2,6-gurano-napa-TpudTopMeTunaHiniHy He BUNNUBae.

MateHTHi 3asekm [FR 2 810 665 Ta WO 01/64623] poskpuBalTb Crnocib  opepkaHHs
2,6-gnxnop-napa-TpuhTopMeTUNaHINiHy XopyBaHHAM MOMEpenHUKiB aHiniHiB y cepenoBuLi hTOpMCTOBOOHEBOI
kncrnoTtu. Crnonykoto-nonepenHnkom € dtopua TpudTopMeTUndeHinkapbamoiny. 3acTocyBaHHs PO34YMHHMKA, iHLIOMO
HiXX PTOPUCTOBOAHEBA KNCMOTA, HE 3rafyeThCs.

MpoTe, Ui cnocobu NpuMBOASATL OO YTBOPEHHSI OOMILIOK, TakuMX K nofikoHgeHcaTn abo BaKi MonixnopoBaHi
CMOMyKW, IO YHEMOXIUBIIOE BUKOPUCTaHHSA 2,6-gurano-napa-TpudTopMeTUNaHiniHy npu opepkaHHi nectuyumaHux
cnonyk geHinnipasonbHoro Tuny 6e3 cragii nonepenHLoro ovnLeHHs. Lia cTagis ouneHHs aBnsie cobolo OCHOBHUM
HeOonikoM, KonMM MoBa WAE NPO OAepXaHHs 2,6-Anxrop-napa-TpudpTopMeETUNaHiNiHy B nNpomMucroBoMy macwitabi,
30Kpema Ana O4epXKaHHSa nectuuunais deHinnipasonsHoOro Tuny.

Y paHuii Yac HecrogisaHo Oyno BUSIBMEHO, WO cnocib ogepkaHHsa 2,6-gurano-napa-TpuTopMeTUnaHiniHy arigHo 3
AaHUM BUHaXOAOM NPWBOAUTE A0 YTBOPEHHS CMOMyKW, WO € AOCTaTHbO YMCTOK ANA BMKOPUCTaHHSA GeanocepenHso B
npoLeci cnocoby oAepXaHHa NecTULUUAHUX Cnonyk deHinnipasonsHoro Tuny.

TakMM YnmHoM, 06'eKTOM JaHOro BUHaxXoAy € Cnocid ofep:kaHHsi Cnonyku 3aranbHoi dopmynu (1)

ey,
o

3 pguranoreHom Xo, Npuyomy

obunaBi crnonykn ogHoYacHoO BBOAATL Y NOMSPHUIA anpoOTOHHWIA PO3YMHHUK Npu Temnepatypi B iHTepsani Big 100 oo
300°C Ta npu MonsipHOMY CniBBigHOLWeEHHI guranorer/cnonyka (1) B iHTepsani Big 1,9 oo 2,5.

Y KOHTeKCTi AaHoro BuHaxody X sBnse coboto atom ranoreHy. X Moxe 6yTn aToMoM Xnopy, aToMom 6pomy, aToMoM
nogy abo atomMom ¢pTopy.

Cnonykoto  3arancHoi cdopmynn (1), wo ©GaxaHo ofepxyTb cnocobom 3rigHO [AaHoro BUHaxody, €
OUXNop-napa-TpuTOPMETUNAHIMIH, SKUA OCOONMBO NpUOATHWIA ONS CUHTE3y inpoHiny, iHCEKTULMAHOT Cnonyku
deHinnipasonesHoro Tuny.

PO34MHHMKOM, SIKW BUKOPWUCTOBYETLCS Y Mpoueci oaepXaHHs cnonyku 3aranbHol dopmynu (1) 3rigHo 3 gaHum
BMHAxodoM, € MNOMSAPHUA anpoOTOHHUIA PO3YMHHMK. Kpalium nonsipHMM anpoTOHHUM PO3YMHHMKOM Moxe 6yTu
XIIOPOBaHUA apoMaTUHHUIA PO3YMHHUK, TaKMI Ik MOHOXIop6eH30m, abo XNopoBaHWiA aniaTUHHUA PO3YMHHUK, TaKUA SK
avxropeTaH. Halkpalle Kk po34MHHMK BUKOPUCTOBYBATM MOHOXIIOpGEeH3or.

Y npoueci opepxaHHs 2,6-gurano-napa-TpudTOpMETMMIaHINIHY BiONOBIAHO A0 AaHoro BUHaxogy BMOMpaloTb
MonsipHe cniBBigHOWeEHHs 4 u ranoren/cnonyka (I1) B iHTepeani Big 1,9 go 2,5. BaxxaHo MonsipHe CniBBigHOLLEHHSI
auranoren/cnonyka (ll) Bubuparu B iHTepeani Big 2 oo 2,05.

TemnepaTypy peakuiiHoro cepenoBuLLa BiANOBIQHO 4O AaHOro BMHaxogy BubupatroTb y Mexax Big 100 go 300°C.
Kpalle Temnepatypy peakuinHoro cepeposuiya Bubnpatn y mexxax Big 100 go 130°C. HanontumankeHiwa Temnepatypy
peakuiHoro cepenoBuLla sHaxoanTbes y Mexkax Big 105°C go 115°C.

Kpawuin  BapiaHT 30iNCHEHHs [aHoro BMHAxXo4y BK4Yae cnocib, Wo nonarae B OAepXKaHHI
2,6-guxriop-napa-TpupTopMETUNAHINIHY LWNAXOM OAHOYacHoro BBedeHHA napa-TpudTopMeTunaHiniHy 1a Cl 5 y
MOHOX1op6eH30m Npu MonspHoMy criBBigHoweHHi Clo/napa-TpudtometunaHinii mixx 1,85 Ta 2,05, npu Temnepatypi B
iHTepsani Big 105 go 115°C.

Cnoci6 BignoBigHO OO AaHOro BUHaXOAy MOKe 34iMCHIOBATUCHA BiANOBIOHO A0 3aranbHUX MeToaMK, WO Bigomi
cneuianicTy B gaHin ranysi. Takmm YnHOM, cnoci6 BignoBigHO OO AaHOrO BUHaxody MOXe MPOBOAUTMCA B peakTopi i3
COPOYKOH0, LLIO OCHALLEHMI MPUCTPOEM ANS MepeMillyBaHHs, Y BEPXHi YacTWHI AKOro BCTaHOBMEHWI 3poLlyBaribHUI
KOHOEHcaTop, KU BUTPUMYETBHCA NpY TeMNepaTypi, Wo AopiBHI0E abo saKka € MeHLWoto Hixk -10°C. anoreH, HeoOxigHWIA
AN peakuii, BBOOMTLCA 4Yepes 3aHypeHy TpyoOKy npu nepemiwyBanHi. Miwanka, wo GaxaHo BUKOPUCTOBYETLCH,

4-
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3abeaneyye MOXIIMBICTb ONTUMAaNbHOrO MIKPO 3MILYBaHHA peareHTiB. Moro MoxHa 3fificHioBaTW 3a [OMNOMOroio
Millanku nonaTtesoro Tuny abo Byab-saKoi iHWOoT Milanku, wo aobpe BinoMa cnewianicty B gaHin ranysi.

Mpn npoTikaHHi peakuii 3rigHO AaHOro BMHaxXody BUAINAETLCS XMOPUCTOBOAHEBA KWUCMOTa B rasonofibHin dopmi.
OcCTaHHA NoTiM 3BUY4alHO MOIMMMHAETLCA YMOBMOBa4YeM 3 FigpokcuaoM Hatpito. Ockinbku napa-TpudTopMeTUnaHini
pearye  MUTTEBO MpW  KOHTaKTi i3  XJIOPUCTOBOOHEBOK  KUCMOTOK 3  YTBOPEHHAM  rigpoxriopuay
napa-TpudTopMeTUNaHiniHy, napa-TpudTopMeTUnaHiniH 6axaHo nodalTe B peakTop Yepes 3aHypeHy Tpybky, ons
TOro, Wo6 YHUKHYTU 3aCMiYEHHS.

Y npoueci BBeOEHHA peareHTiB iHOA4I CnocTepiraeTbCa NMOMITHA TeHAEHUis A0 NiHOYTBOPEHHs. Liboro MoxHa, sk
NpaBuUMo, YHUKHYTU LUMAXOM 3MEHLLEHHS LUBUAKOCTI MOTOKY NpW BBeAeHHi peareHTiB. MNpoTe, ANns Toro, Wob YHUKHYTH
CKyNYeHHS MiHW, OCTaHHA NOBUHHA BUAANATUCS piguHO0. TOMY OOHWUM 3 pillieHb, K NpaBuso, € 36inblUeHHs WBWUAKOCTI
nepemillyBaHHs.

MpoayKT, Wo ogepKyeTbca 3a cnocoboMm BiAMNOBIAHO A0 AaHOro BUHaxony, (2,6-aurano-napa-TpudTopMeTUnaHiniH),
Mae OOCTaTHIN CTyniHb YMCTOTW ANt HAcTYMHOrO BMKOPUCTaHHSA 6e3nocepedHbO B CUMHTE3I MEeCTULWMAHUX CMomyK
deHinnipasonbHoro Tuny. 3BMYaNHO BBaXaeTbCs, WO CTYMiHb YNCTOTU NOBUHHA OyTH, WoHarMeHwe, 96% Ansa Toro,
Wo6 NpomyKT MOXHa Gyno BUKOpUCTATK B Xofi cnocoby opepkaHHs.

OpepxaHuii 2,6-gurano-napa-TpuhTOPMETMNEHINIH Takoxk Moxe OyTu BuAINEeHWW, 3okpema, ans 30epiraHHs,
LUMSAXOM BiOrOHY PO3YMHHMKA BignoBigHO 4O MeTOoLMK, WO BigoMi cneuianicTy B AaHil ranyasi.

Mpuknan odepaHHA Cnornyk HaBegeHUM HuK4Ye 3 MeTOH inocTpauii BUHaxody, | He MOBUHEH po3rmagaTtucs sk
Takui, Wo obMexye OCTaHHIN.

OpepxxaHHa 2,6-guxnop-napa-TpudTopMeTunaHinity i3 yncrororo 98%

12 140Kr YNCTOTO MOHOXITOPGEH30JTy 3aBaHTAXKYIOTb Y PeaKkTop i3 Copoqkolo o6'emoM 20M3, y sikoMy CTBOpIOIOTH
iHepTHy aTMocdepy 3a AOMOMOrolo as3oTy. Temnepatypy po3uduMHHMKa 3rogom goBogAaTe Ao 110 °C  HarpiBaHHAM
COPOYKM.

Y peaktop notiM nogatoTb 70% po34uH napa-TpugpTOpMETUaHiniHy B MOHOXOpGEH30Mi Npy WBWMAKOCTI NOTOKY
792«r/rog npotarom 6 rog 30xe Ta Cl, npu wBuAakocTi notoky 488kr/rog. TemnepaTypy nigTpumytoTs npu 110°C
LUIISIXOM OXOJOAXEHHS COPOYKM.

Micns Toro Ak 3aBaHTa)eHHS 3aKiH4YeHe, KOHTPOSOThL 3aNMLLUKOBI KinbKOCTI napa-TpudTopMeTunaHinivy abo
MOHOXJTOPNOXigHOT. AKLO OfHa i3 LMX CNonykK 3anvwaeTbes, TO AOUINbHO perynioBaTh KinbKicTb Xnopy ansa Ttoro, Wwob
BUTPaTUTK NPOAYKT, L0 3anu1LLNBCS.

HanpukiHyi peakuii MoHoxnopbeH3on BiaraHsTb Yepes OUCTUMALINHY KOMOHY LUNSXOM CTBOPEHHS B peakTopi
BaKyymy, WO NOCTYNoBO niaBuWyeTbca. [licns BuganeHHs po3duMHHMKa 2,6-auxnop-napa-TpudTopMmeTunaHinid
oxornogxytoTb Ao 60°C nepen po3BaHTAKEHHSIM peaKkTopa B pe3epByap-CXOBHULLE.

MpoayKT, oaep:KaHuii BigNoBigHO Ao cnocoby, Wo onucaHuii BULLe, NigaaoTs aHaniay. PesynbTaTtu, ski HaBefdeHi B
Tabnuui HUx4e, BiONOBIAaOTL 3HAYEHHAM pe3ynbTaTiB aHanisy, aki ogep:kaHi Ansa NPoayKTYy NPOTArOM OOHOIO POKY:

OX-n-TOMA n-T®MA 3rigHo 3 |MoHoxrop-napa-

3rigHO 3 aHanisoM |aHanisom TPUDTOPMETUNAHWITIH

(6e3 posynHHKKa) |(6e3po3ynHHMKa) |3rigHO 3 aHanisom
98,1% 0,05% 0,09%

TakMM YMHOM, Ui pesynbTaTu cBigyaTb, WO 2,6-AMxrop-napa-TpuhTOpMETUNaHINIH, SKMA ofgepXaHuii cnocobom
BiONOBIgHO A0 AaHoro BMHaxody, Mae YnctoTy Binblie 98%, Wo BuUXia peakuii Ay>ke BUCOKWIA, OCKINbKU 3anuvLlaeTbes
Tinbkn 0,05% peareHty (N-TOMA), i wo Tinbkn 0,09% MoHoXNop-napa-TpudTOpMETUNAHINIHY He NepeTBOPIETLCA B
2,6-anxnop-napa-TpuhTopMeTHIaHiniH.

CDopmyna BMUHaxXxony
1. Cnocib ogep:xaHHsi cnonyku 3aransHoi popmynu (1)
MHy , ()
it X

CF4

y AKi X € aToMOM rarnoreHy, Sk BiApPI3HAETbLCA TWUM, LLO BKMOYae B3aeEMOAi0 /78pa-TpUhTopMeTUNaHIMIHY
dopmynm (1)
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MH, (Il)

CFa

3 guranoreHom Xo, npuvyomy obuaBi CMorykM OQHOYAaCHO BBOASITH Y MOMAPHUIA AnpPOTOHHWM PO3YMHHMK MpU
MONAipHOMY cniBBigHOLWeHHI guranorer/cnonyka (II) B iHTepsani Big 1,9 go 2,5 ta npu Temnepatypi B iHTepBani Big
100 go 300 °C.

2. Cnoci6 3a n. 1, akuin BigpisHAeTbCA TUM, WO cnonykoto cdopmynu (1) € 2,6-anxnop-7apa-TpudTopMeTUNaHIniH.

3. Cnoci6 3a n. 1 abo 2, SkM BiAPI3HAETLCA TUM, LIO K PO3YUHHUK BUKOPUCTOBYIOTH XIOPOBAHWUIA anidpaTnyHui
PO3YUHHUK.

4. Cnocib 3a n. 3, AK1i BigpPi3HAETBCA TUM, LLO K PO3HNHHUK BUKOPUCTOBYIOTL ANXIIOPETaH.

5. Cnoci6 3a n. 1 abo 2, Sk BiAPI3HAETLCA TUM, WO AK PO3HUHHUK BUKOPUCTOBYIOTL XJIOPOBAHUI apoMaTUYHUI
PO3YUHHUK.

6. Cnocib 3a n. 5, akni Bigpi3HAETLCA TUM, WO SK PO3HNHHUK BMKOPUCTOBYHOTH MOHOXIOPGEH30.

7. Cnoci6 3a 6yab-akum 3 nn. 1-6, Ak Bigpi3HAETbCS TUM, WO peareHT BBOAATbL NPU MOMSIPHOMY CMiBBiOgHOLUEHHI
auranoren/cnonyka (Il) B iHTepsani Big 2 go 2,05.

8. Cnoci6 3a 6yab-sikum 3 nn. 1-7, AKMIA BiAPI3HAETLCA TUM, WO TEMNEpaTypy peakuiiHoro cepenoBuLla BMOMpaoTb
B iHTepBani Big 100 go 130 °C.

9. Cnocib 3a n. 8, AKMIA BiAPI3HAETLCA TUM, WO TeMMnepaTypy peakuiiHoro cepenosuila BUbUpatoTs B iHTepBari Big
105 go 115 °C.

10. Cnoci® 3a n. 2, SKMA BIiAPI3HAETLCA TUM, WO peareHTW BBOAATH Y MOHOXIOPOeH30n npu MONsSpHOMY
cniseigHoweHHi auranoren/cnonyka (1) B iHTepeani Big 1,85 go 2,05, npn Temnepatypi B iHTepsani Big 105 go 115 °C.

OdbiuiiHnin GroneteHb "lMpomucnoasa BnacHicTe". Knura 1 "BuHaxogm, kopucHi mogeni, Tonorpadii iHTerpansHnx
MikpocxemM", 2007, N 12, 10.08.2007. [OepxaBHWUiA genapTamMeHT iHTenekTyanbHoi BracHocTi MiHicTepcTBa ocBiTU i
Hayku YKpaiHu.
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