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(CDCl,, 470 MHz) 6, ppm: -110.9; Mass spectrum (Ei,
70 eV), m/z (Irel, %): 342 [M]+ (10), 148 (12), 136
(64), 120 (48), 108 (100); Found, %: C 70.25; H 4.62.
C, H F O.. Calculated, %: C 70.17, H4.71.
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(3Z2,57)-4,6-Bis(3-fluorobenzylidene)-2,2-
dimethyl-1,3-dioxan-5-on. (315 mg, 92%), mp 106-
108 °C (EtOAc). IR spectrum (KBr), v, cm: 1598
(C=0), 1282 (Ar-F); "HNMR spectrum (CDCl,, 500
MHz), 6, ppm (J, Hz): 1.86 (6H, s, CH,), 6.93 (2H,
s, =CH), 7.05-7.08 (2H, ddd, J = 2.0, 6.0, 8.0 Hz),
7.35-7.39 (2H, m), 7.48 (2H, d,J=8.0 Hz), 7.60 (2H,
d, J=10 Hz) ppm; *CNMR spectrum (CDCI3, 125
MHz), 3, ppm (J, Hz): 26.8 (CH3), 102.1 (CMe,),
1153 (d, /=3.0 Hz), 116.3 (d, J=21.0 Hz), 117.2
(d, J=22.5 Hz), 127.2 (d, J = 2.5 Hz), 130.3 (d, J
= 8.0 Hz), 135.9 (d, J = 8.5 Hz), 146.2, 163.1 (d, J
= 244.0 Hz, C-F), 177.8 (C=0); YFNMR spectrum
(CDCl,, 470 MHz) 3, ppm: -112.9; Mass spectrum
(Ei, 70 eV), m/z (Irel, %): 342 [M]+ (38), 283(12),
148(35), 136(100), 120(90); Found, %: C 69.95; H

4.81.C _H F O,. Calculated, %: C 70.17; H 4.71.

2007160 2737

= Jitos3Y X ~{y sk g 505X ) ur=5 ¥ —(ZD.ZY)
(3) o0 Ll eo-Yo)
(3Z2,57)-4,6-Bis(2-fluorobenzylidene)-2,2-
dimethyl-1,3-dioxan-5-one. (308 mg, 90%), mp 99-101
°C (EtOAc). IR spectrum (KBr), v, cm™ :1600 (C=0),
1240 (Ar-F); '"HNMR spectrum (CDCL,, 500 MHz), &,
ppm (J, Hz): 1.86 (6H, s, CH3), 7.12 (2H, dd, J = 9.0,
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(3Z2,57.)-4,6-Bis(4-fluorobenzylidene)-2,2-
dimethyl-1,3-dioxan-5-on. (301 mg, 88%), mp 124-
126 °C (EtOAc). IR spectrum (KBr), v, cm™ :1604
(C=0), 1220 (Ar-F); IHNMR spectrum (CDCI,, 500
MHz), v, ppm (J, Hz): 1.85 (6H, s, CH,), 6.94 (2H, s,
=CH), 7.11 (4H, dd, J = 8.5, 9.0 Hz, H Ar), 7.80 (4H,
dd,J=5.5,9.0 Hz, H Ar); 13C NMR spectrum (CDCI,,
125 MHz), 8, ppm (J, Hz): 26.8 (CH,), 101.8 (CMe,),
1154, 116.1 (d, J = 21.5 Hz), 130.2 (d, J = 3.5 Hz),
133.1 (d, J= 8.0 Hz), 145.3 (d, J= 2.5 Hz), 163.2 (d,
J=250.0 Hz, C-F), 178.1 (C=0); "FNMR spectrum
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9.5 Hz), 7.20 (2H, dd, J = 7.5, 7.5 Hz), 7.26 (2H, s,
=CH), 7.31-7.36 (2H, m), 8.15 (2H, dd, /=".5, 7.5 Hz),
BCNMR spectrum (CDCL,, 125 MHz), 3, ppm (J, Hz):
26.8 (CH3), 102.1 (CMe,), 107.5 (d, J=7.5 Hz), 115.8
(d,J=22.0Hz), 122.1(d,J=11.0Hz), 124.5(d,J=3.5
Hz), 130.9 (d,J=8.5Hz), 131.2 (d,J=1.5Hz), 146.5 (d,
J=1.5Hz), 161.6 (d, J=252.0Hz, C-F), 177.5 (C=0);
PFNMR spectrum (CDCI3, 470 MHz) 8, ppm: -114.6;
Mass spectrum (Ei, 70 eV), m/z (Irel, %): 342 [M]+ (10),
138(92), 120(73), 108(100); Found, %: C 70.40; H 4.66.
C, H F O.. Calculated, %: C 70.17, H4.71.
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(4Z,6Z7)-2,2-Dimethyl-4,6-bis(4-(trifluoromethyl)
benzylidene)-1,3-dioxan-5-one. (398 mg, 90%), mp 143-
145 °C (EtOAc). IR spectrum (KBr), v,cm! :1612 (C=0),
1285 (CF,); 'HNMR spectrum (CDCl,, 500 MHz), 8, ppm
(/, Hz): 1.87 (6H, s, CH,), 7.00 (2H, s,=CH), 7.67 (4H, d,
J=8.0Hz H Ar), 7.89 (4H, d,J=8.0 Hz, H Ar); *CNMR
spectrum (CDCIL,, 125 MHz), 3, ppm (J, Hz): 26.8 (CH3),
102.3 (CMe,), 114.8, 124.4 (q, /= 270.0 Hz, CF,), 125.8
(g, J = 3.5 Hz), 1304 (q, J = 32.5 Hz, C-CF3), 131.2,
137.1, 146.7, 177.8 (C=0); YFNMR spectrum (CDCI3,
470 MHz) §, ppm: -63.2; Mass spectrum (Ei, 70 eV), m/z
(Irel, %): 442 [M]+ (10), 198(28), 186(100), 170(60), 158
(90); Found, %: C 59.93; H 3.80. C ,H, FO,. Calculated,

%: C59.73; H 3.65.

Cou g as

JolT 1515 51 sl Cawmdes slavases 5l claoMs \ Jgas

Canss A o b 1y e5UsS dLm-Aﬁomin o I oS o

(JARC) (couss y3 (43,2)5 (s ying 5y 42 pali


www.SID.ir

IlKan 5 e

JLJt d‘
e~ \m [=]
WA W
" 16 74 72 70
P e All‘\l‘ul_ _.JL — e
e :
P T T S T

| Il {
A A |V .V S
L b T 4 S e e noy e~ . e e i s (=]
" 1% G YA T m
11 IH ML
I L) Li I . I L I T
pon 150 100 50

3e 03,58 () 5 o0 () HNMR (glacils ¥ S5

AF by o 0,lond ot JUw
¥

(JARC) (cous 3 (632,15 (S pidg3s s puiti


www.SID.ir

isge by > T Jsl o815 csloosyghd 5 oogl \ Jyio

* (1) 003b @,
AY \
AD Y
AQ Y
AA f
ay b
9. 5
% v
sadihiz (sloesgl3 (55 slis 2
Bgyeen slod & Cuenl b bbb s 5l a8 ol 5lo,g5l8 325 Ao

ZrOCL.8H,0 cudbls jgas p3 ba yiiSTy aad oo Cowd 4 5 cawlie yome (igy cpl & CaS L Ao jsboa
Sl S g SOlS B9 S (S bl Slodlial by claaidito byl e 65U (slaiie 45 sl 1y s,
2 dg3dngs (Sly (elaedygld g My o pbdl A o) b Gie o9l J—\‘—OL.‘S\L;J—V‘\—J.’,MJJ—Y‘Y O5S

AF sl oF 0,lond ot Jlw (JARC) ons 13 63 2,5 gla g & it
¥y W


www.SID.ir

IlKan 5 e

Zriv Zriv
O~ 0 O OH
H
H
OXO oxo H,0 OXO
1
0 ZrV 0]
HNEt
MWAr -2 HH/\Ar
-
o_ _O 0oL _O
o m et

LSy Sl S gl ¥ S

&3l Sl

R g (cond oldimghy (6y9ld g (imgh Ciglee ]
coles piagin ol Jbo mlie gpslonls ly ol o
el Iyl Rles

[1] Larock, R. C.; Comprehensive organic trans-
formations, 2nd ed.; Wiley-VCH, New York,
1999.

[2] Smith, M. B.; March, J.; March’s advanced
organic chemistry, 6th ed., John Wiley and
Sons, New York, 2007.

[3] Romano, J. J.; Casillas, E.; Tetrahedron
Lett.,46, 2323-2326, 2005.

[4] Juvale, K.; Pape, V. F. S.; Wiese, M.; Bioorg.
Med. Chem.,20, 346-355, 2012.

[5] LoPachin, R. M.; Barber, D. S.; Gavin, T,;
Toxicol. Sci., 104, 235-249, 2008.

[6] Hathaway, B. A. J.; Chem. Educ.,64, 367-

AF 5l F 0 )lend oo Jw

¥

g oS (JYsb by clagby) ple > Jgese

Gl pdis 3o

&l
368, 1987.
Selvendiran, K.; Ahmed, S.; Dayton, A.;
Kuppusamy, M. L.; Tazi, M.; Bratasz, A.;
Tong, L.; Rivera, B. K.; Kalai, T.; Hideg, K.;
Kuppusamy, P.; Free Radical Bio. Med.,48,
1228-1235, 2010.
[8] Artico, M.; Di Santo, R.; Costi, R.; Novelli-
no, E.; Greco, G.; Massa, S.; Tramintano, E.;
Marongiu, M. E.; De Montis, A.; La Colla, P,;
J. Med. Chem.,41, 3948-3960, 1998.
Gangadhara, K. K.; Polymer,36, 1903-1910,
1995.
[10]Singh, N.; Pandey, S. K.; Anand, N.; Dwive-

(7]

[9]

(JARC) (cous 3 (632,15 (S pidg3s s puiti


www.SID.ir

di, R.; Singh, S.; Sinha, S. K.; Chaturvedi,
V.; Jaiswal, N.; Srivastava, A. K.; Shah, P;
Siddiqui, M. L.; Tripathi, R. P.; Bioorg. Med.
Chem. Lett.,21, 4404-4408, 2011.

[11]Riadi, Y.; Mamouni, R.; Azzalou, R.; Boulah-
jar, R.; Abrouki, Y.; El Haddad, M.; Routier,
S.; Guillaumet, G.; Lazar, S.; Tetrahedron
Lett.,51, 6715-6717, 2010.

[12]Motiur Rahman, A. F. M.; Jeong, B.-S.; Kim,
D. H.; Park, J. K.; Lee, E. S.; Jahng, Y.; Tetra-
hedron,63, 2426-2431, 2007.

[13]Jadhav, S. V.; Suresh, E.; Bajaj, H. C.; Green
Chem. Lett. Rev.,4, 249-256, 2011.

[14]Abace, M. S.; Mojtahedi, M. M.; Forghani,
S.; Ghandchi, N. M.; Forouzani, M.; Shar-
ifi, R.; Chaharnazm. B.;J. Braz. Chem.
Soc.,20,1895-1900, 2009.

[15]Reddy, B. M.; Patil, M. K.; Chem. Rev.,109,
2185-2208, 2009.

[16]Rawal, K.; Mishra, M. K.; Dixit, M.; Sriniva-
sarao, M.; J. Ind. Eng. Chem., 18, 1474-1481,
2012.

[17]Mishra, M. K.; Tyagi, B’; Jasra, R.V.; J. Mol.

AF 5l o 0o (o Jw

¥

Catal. A Chem.,223, 61-65, 2004.

[18]Abaee, M. S.; Mojtahedi, M. M.; Pasha, G.
F.; Akbarzadeh, E.; Shockravi, A.; Mesbah,
A. W.; Massa,W.;Org. Lett., 13, 5282-5285,
2011.

[19]Azizian, J.; Mirza, B.; Mojtahedi, M. M.;
Abaee, M. S.; Sargordan, M.;J. Fluorine
Chem.,129, 1083-1089, 2008.

[20]Mojtahedi, M. M.; Abaee, M. S.; Khakbaz,
M.; Alishiri, T.; Samianifard, M.; Mesbah, A.
W.; Harms, K.; Synthesis,3821-3826, 2011.

[21]Abaee, M. S.; Mojtahedi, M. M.; Zahedi, M.
M.; Sharifi; R.; Khavasi, H.;Synthesis,39,
3339-3344, 2007.

[22]Enders, D.; Voith, M.; Lenzen, A.; Angew.
Chem. Int. Ed., 44, 1304-1325, 2005.

[23]Hiyama, T.; Organofluorine compounds,
Springer-Verlag, Berlin, 2000.

[24]Frezza, M.; Balestrino, D.; Soulere, L.; Rever-
chon, S.; Queneau, Y.; Forestier, C.; Doutheau,
A.; Eur. J. Org. Chem.,4731-4736, 2006.

[25]0’Hagan, D.; J. Fluo—rine Chem., 131, 1071-
1081, 2010.

(JARC) (soms 3 (65 2)55 o g3y & pul


www.SID.ir

JARC

An efficient method for the synthesis of bisarylmethylidenes of
2,2-dimethyl-1,3-dioxane-5-one via the aldol condensation with aromatic
aldehydes
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Chemical Engineering, Tehran, Iran
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Abstract: In this research, catalytic properties of ZrOCI,.8H,0 in preparation of various
bisarylmethylidene derivatives of 2,2-dimethyl-1,3-dioxane-5-one have been studied by using
catalytic amounts of SDS and ZrOCl,.8H,Oin the presence of water and diethylamine. Reactions
take place at room temperature and high yields of the respective products are formed in short
times. At the end, products precipitate spontaneously in the reaction mixtures. Thus, the products

are separated easily by simple filtration and cumbersome chromatographic procedures are avoided.

Keywords: Bisarylmethylidenes,. Aldol condensation, Organocatalysts, Aqueous conditions,

Dioxane-5-one
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