0:1¢ (‘ fio) YvY-vo Chemistry

uantum

< (2555 5l § o35S o aone S..

Journal of Quantum Chemistry and Spectroscopy (JQCS) o O s ocs

13-(2-nitrophenyl)-2,3,4,13- J¢g0 2°C-NMR g'H-NMR (sbcinb dwlic 9 wi g
G199 9 258 el o tetrahydro-1H-indazolo[1,2-b]phthalazine-1,6,11-trione
0313bL Cyudeo A’ ¢ o (S FHldgl> T ol
Ol S ¢ o 0 a5 oy dom g ¢ oDl 315T o&sls !

Q‘ﬁ‘ o,,am ‘LS“’J':' ojjf “E‘i r}l.c oI iils cJ}JAU» NES P c@)&m\ JUT ali,iu": Y

VWAR/B/TV: alad iy e 5B OYRE/B/1 Yoo Sl abns 3155 G ,b OYFRE/D/ Wi 5l 5 G

oy

13-(2-nitrophenyl)-2,3,4,13-tetrahydro-1H-indazolo[1,2-J s 50 V¥ S 5 Vojssde NMR slacab (G ol o
whows Sla slral- &S Sl odd (65l ans B3LYP/6-31G** (¢, 55 e 53 5 DFT 25, 5l eslizal | b]phthalazine-1,6,11-trione
Sy (25 G 53 bl fped gland gt & Sl (J58 BB G315 52 1435 Dy pe Slslows 53 W 8 5 05550

..L&LG/: odal

NMR il ¢ basd 1l 4 > DFT :sols” slaojly

4o .
- S5 2 (DS 3 ol Oln 53 dils 0dge o1y Sl (55 0 0 0555 (S K5 53 4 () Catlee Sl (SUS s 22 LS 5
o193 Jold o7 5V bzt [ dizn 1oy 5 5 e s Coedd Sl edlad (S5 se 5 g a0ls laeslizal s 4 055 25 sl sle
(S 5 g B (G5 S LS dSle g 9313 5 (SO e SO @ 5 LBl o ol s G )3 e 0555
b ol sl 53 SLS 5 cpl o [V =Y 0] bles STl 55 0|y Olitions a5 0ol A 5 Ol o i (758 A (05 Son
a3 gn 0L NN gl oSSl (3l (513 g slassl 31 (52 ) S TNV, on 15 slisal 5 s 5 il s

IYY] s b 5 bl 03 515 e s jmolin S s Lo

Saskr S8 el 1SS0 yloougs
oot 0l (S oKl 1 S
E-mail: omid.goli@ymail.com :eig Il Ca CANFNNOPYS 1 gals



@5&»5;3&3»' 9 ‘50524'9)’ ggo.:.:: Axo Y40 )l.e A a)La.fu ‘W Ju YA

CF; /9

B /—SO:H F3C—S CN

N —N ]\
) f( HN > -
N
Q 0=~ NV~ Cl Cl

NH
SO,NH, CF,

Celecoxib Metamizole Fipronil

Sildenafil Zaleplon

N-N s sl (sg sl stisb )

(ol s a4 Vfl; Gl 3 aS Ly e slaty Y Olinis SA e Ol 2H-Indazolo[2,1-b]phthalazinetriones
035501 S5 o ol S5 5 g s MG(HSOu)2 ¢y IS & 5 gl ile 59 BT 611 i3 oo m 6SSLo 5T (Glads T Okl
N onl o Sl ol S5 g (65 Do 5 Hia [NaPsW300110] el S35 50 g 05 9 55 P 5 pinsd ol (b o 01 20

IV ]s 58 o oslizal OLS 5

HELLIT 9 (2285 S ¥
O g 9 Sgo (53w ookl Y-
o&aws 53 FT-IR G ol 03 J5800w 53 5571 el s Ll (5,1 5 Fluka s Merc gl LS a5l glad sl

> BRUKER Avance 400 MHz oz 513C-NMR 5 H-NMR slacb 5 KBr sl o 3 5l eslizul L 0lWJT VERTEX 70 o575

sl 0y S 4 o 513 51kl K Ol e 4 TMS l o3lizul L DMSO-D6

2H-indazolo[2,1-b]phthalazine-1,6,11(13H)-triones (s il sk’ (&l p (o90e w9y .¥-Y
A+ 53NS-[C4(DABCO-SO3H)2)].4CH 5 (Jge o Vy*) o 3l5ea VS (U g oo Vy0) Oskasls o ge oo Vo) Lot ldT 51 b shins
pladl 31 g L(Y 1Y) bl J51: 01 Kan] 28 8 513 i 5,58 TLC (sla 2S5 s 0 8 I8l 05y Jaul 13 i o) Kl a5

= A0 G LT J bl 33l yokd vy J ol s azwd 93BT 51 ol (6l g T U e g i 3w BB las b 2SI
AR & A B ¥ Oy O PRy - PANT B A NS e e

(JQCS)



Y4

WA0,lgr A Lo s L

OCon g 139l ‘5?

Oljes oz 31 55) Jgudar 53 .Sl ok 031> Lisled Y IS 55 2H-indazolo[2,1-b]phthalazine-1,6,11(13H)-triones .. ‘,.M&ﬂ Al

ol s 315 0L LS 5 Sl g g pl Sz 51 (S e p S 5 CenJBST
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Entry Catalyst amount? Solvent Temperature ~ Time(min) Yield (%)°
1 3 EtOH r.t. 90 45
2 4 EtOH r.t. 90 45
3 5 EtOH r.t. 90 60
4 3 EtOH Reflux 60 70
5 4 EtOH Reflux 60 75
6 5 EtOH Reflux 60 75
7 3 CH.Cl Reflux 90 30
8 4 CH.Cl Reflux 90 30
9 5 CHCI Reflux 90 30
10 3 Solvent free 80°C 20 87
11 4 Solvent free 80 °C 14 90
12 5 Solvent free 80°C 8 96
13 4 Solvent free 100 °C 12 85
14 5 Solvent free 100 °C 8 90
“mol%.

b Isolated yield.

H), 7.52-7.54 (m, 1H, Ar-H), 7.09-8.00 (m, 2H, Ar-H), 8.08-8.10 (m, 1H, Ar-H), 8.28-8.30 (m, 1H, Ar-H).
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13-(2-Chlorophenyl)-2,3,4,13-tetrahydro-1H-indazolo[1,2-b]phthalazine-1,6,11-trione (m) : White solid.; M.p.: 232-
234 °C.; FT-IR (KBr, v, cm?): 3018, 1662, 1489, 1364, 777.; 'H NMR (400 MHz, DMSO-dg, 8, ppm): 2.13-2.14 (m, 2H,
CHy), 2.32-2.36 (m, 2H, CH>), 3.29-3.45 (m, 2H, CH,), 6.61 (s, 1H, CH), 7.27-7.31 (m, 2H, Ar-H), 7.39-7.41 (m, 2H, Ar-

13-(2-Nitrophenyl)-2,3,4,13-tetrahydro-1H-indazolo[1,2-b]phthalazine-1,6,11-trione (n) : White solid.; M.p.: 248-250
°C.; FT-IR (KBr, v, cm1): 3016, 1730, 1650, 1630, 1600, 1082.; *H NMR (400 MHz, DMSO-dg, 3, ppm): 2.10-2.17 (m, 2H,
CHy), 2.33-2.36 (m, 2H, CH>), 3.24-3.45 (m, 2H, CH>), 7.18 (s, 1H, CH), 7.52-7.56 (1H, td, J1 = 7.2 Hz, J, = 1.2 Hz), 7.61-
7.65 (1H, td, J1 = 7.2 Hz, J, = 1.2 Hz), 7.70-7.72 (2H, dd, J;= 8.0 Hz, J> = 1.2 Hz), 7.97-8.01 (m, 3H, Ar-H), 8.07-8.11 (m,
1H, Ar-H), 8.27-8.29 (m, 1H, Ar-H).; 3C NMR (100 MHz, DMSO-ds, 8, ppm) : 192.75, 155.87, 154.40, 154.21, 149.28,
135.07, 134.37, 134.13, 131.80, 131.25, 129.78, 129.61, 133.538, 132.547, 132.393, 132.108, 125.427, 63.976, 39.559,

27.569, 25.566.
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4-(1,6,11-Trioxo-2,3,4,6,11,13-hexahydro-1H-indazolo[1,2-b]phthalazin-13-yl)benzonitrile (t) : White solid.; M.p.:
284-285 °C.; FT-IR (KBr, v, cm): 3018, 2200, 1720, 1655, 1626, 1602, 1080. *H NMR (400 MHz, DMSO-ds, 5, ppm):
2.11-2.13 (m, 2H, CH,), 2.33-2.36 (m, 2H, CH), 3.21-3.26 (m, 2H, CH,), 6.35 (s, 1H, CH), 7.71-7.73 (d, J =8 Hz, 2H, Ar-
H), 7.79-7.81 (d, J = 8 Hz, 2H, Ar-H), 7.97-8.01 (m, 2H, Ar-H), 8.09-8.11 (m, 1H, Ar-H), 8.28-8.30 (m, 1H, Ar-H).
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Atom dcalc. OExp. Atom dcalc. OEXp. Atom dcalc. OExp.

C-18 202.398 192.75 C-3  133.538 129.33 31-H 8.1563  8.014-7.972 (7.993)
C-7 161.883 15587 C-26  132.547 128.79 30-H 8.1563  8.014-7.972 (7.993)
C-14 161658 15440 C-6  132.393 128.06 43-H  7.783 7.729-7.706 (7.717)
C-10 160.052 154.21 C-23  132.108 127.29 34-H 7.783 7.652-7.611 (7.631)
C-22  156.757 149.28 C-13  125.427 124.85 42-H  7.644 7.568-7.526 (7.547)
C-12 141535 13507 C-11  63.976 59.30 44-H  7.644 7.187

C-25 141188 13437 C-17  39.559 36.76 35-H  3.700 3.459-3.381 (3.42)
C-1 140.606 134.13 C-15  27.569 24.55 36-H  3.049 3.318-3.255 (3.286)
C-2 139.502 131.80 C-16  25.566 22.3 40-H 2430 2.380-2.337 (2.358)

C-24 134085 131.25 32-H 8.711 8.275-8.296 (8.285) 39-H 2174 2.380-2.337 (2.358)
C-4 133.969 129.78 33-H 8.520 8.085-8.107 (8.096) 37-H  2.174 2.171-2.124 (2.147)
C-5 133.708 129.61 41-H 8.268 8.014-7.972 (7.993) 38-H  2.035 2.171-2.124 (2.147)

(JQCS)



10 4

(]

(55w JCpil § (083185 (o dlmo

Y40 Hle M oyl cr.&.fu J

A3

YO/O8F s AIVYY G Y/ ¥ o3 gumes 5 o 5 4 °C 5 1H L;IJ{TMSA;.A:.-}SL.LSJ}:SCE»): ol L;,:fo,'\.u\ et sl slral den

a3 o 0L BC 5 TH (g, 1, VAY/VOY B YY/Frr 5 A/YAD 6 Y/VFY 63 gdomn o o5 p3lie 45 ol o 5 ol LBl o Y2 YYAA &

ol 4\5‘)‘0&1&)}13C'NMR )lH'NMR @Cy}bﬁé‘j L;‘)‘,S_g&ﬁﬁﬂ.}uﬁ d‘m&w Lgl.h‘j.b-bb- JQU)L}‘;LM

B3LYP/6-311++G**

y= 10329 -0.1639
R*=09968

[
-
(=

dcale

o

B3LYP/6-311++G**
250
y= 102705 +1.7203
200 - R? = (.9986
150 -
® 0
50
0 : .
0 50 100 20

250

13-(2-nitrophenyl)-2,3,4,13-tetrahydro-1H- cus” y 513 *C-NMR §’H-NMR slocids o bowd b 2l 4 > ($385 § 0255 38le cpw bLIs .0 JCb

indazolo[1,2-b]phthalazine-1,6,11-trione

Gy Ao § Sy 8

13Cdwdu&bml>L;\,;Lﬁ_iwblu}&@eMWonw}dﬂu.:buﬁL;)bw.ij4?;\6@‘&&3)

bl ol ol SLdl L Sl sl ol Lol (T 5 g 50 dits 5 ol BC ol 6l gt 5 Slui 4 Cod S S

[¥flaces ol g 55 Al R. Kiasatet AL o]

[1] M. Shekouhy, A. Hasaninejad, Ultrasonics Sonochemistry 19 (2012) 307.

[2] T. Akiyama, Chem. Rev. 107 (2007) 5744.

(JQCS)

& £

f



Yo A0, A o)lad (ol Jlu Oon g jlagl> W7

[3] E. C. Franklin, Chem. Rev. 16 (1935) 305.

[4] F.W. Bergstrom, Chem. Rev. 35 (1944) 77.

[5] S. Suzuki, K. Kataoka and K. Kamaguchi, Acc. Chem. Res. 33 (2002) 728.

[6] V.P. Litvinov, Russ. Chem. Rev. 72 (2003) 69.

[7] C. Turk, J. Svete, B. Stanovnik, L. Golic, S. Golic-Grdadolnik, C. A. Golobic and L. Selic, Helv. Chim. Acta
84 (2001) 146.

[8]. J. S. Kim, H.k. Rhee, H.J. Park, S. K. Lee, C.O. Lee and H.Y. Park Choo, Bioorganic. Med. Chemistry. 16
(2008) 4545.

[9]. R. Dua, S. Shrivastava, S. K. Sonwane and S.K. Srivastava, Advances in Biological Research 5 (2011) 120.
[10] X.Y. Sun, C.X. Wei, X. Q. Deng, Z. G. Sun and Z. S. Quan, Pharmacological Reports 62 (2010) 273.

[11] M. Asif, Curr. Med. Chem. 19 (2012) 2984.

[12] F. M. Awadallah, W. I. EI-Eraky and D. O. Saleh, European J. Medicinal Chem. 52 (2012) 14.

[13] Y. Nomoto, H. Obase, H. Takai, M. Teranishi, J. Nakamura and K. Kubo, Chem. Pharm. Bull. (Tokyo) 38
(1990) 2179.

[14] N. Watanabe, Y. Kabasawa, Y. Takase, M. Matsukura, K. Miyazaki, H. Ishihara, K. Kodama and H. Adachi,
J. Med. Chem. 41 (1998) 3367.

[15] J.S. Kim, H.K. Rhee, H.J. Park, S.K. Lee, C.O. Lee and H.Y. Park Choo, Bioorg. Med. Chem. 16 (2008)
4545,

[16] S. S. El-Sakka, A. H. Soliman and A. M. Imam, Afinidad 66 (2009) 167.

[17] C.K. Ryu, R.E. Park, M.Y. Ma and J.H. Nho, Bioorg. Med. Chem. Lett. 17 (2007) 2577.

[18] J. Li, Y.F. Zhao, X.Y. Yuan, J.X. Xu and P. Gong, Molecules 11 (2006) 574.

[19] J. Sinkkonen, V. Ovcharenko, K. N. Zelenin, I. P. Bezhan, B. A. Chakchir, F. Al-Assar and K. Pihlaja, Eur.
J. Org. Chem. 13 (2002) 2046.

[20] S. Grasso, G. DeSarro, N. Micale, M. Zappala, G. Puia, M. Baraldi and C. Demicheli, J. Med. Chem. 43
(2000) 2851.

[21] H. Wu, X. M. Chen, Y. Wan, H. Q. Xin, H. H. Xu, R. Ma, C. H. Yue and L. L. Pang, Lett. Org. Chem. 6
(2009) 219.

[22] José E. R. Nascimento, Daniela H. de Oliveira, Paola B. Abib, Diego Alves, Gelson Perin, and Raquel G.
Jacob, J. Braz. Chem. Soc. 26 (2015) 1533.

[23] X. Wang, WW. Ma, LQ. Wu and FL. Yan, J. Chin. Chem. Soc. 57 (2010) 1341.

[24] H.R. Shaterian, F. Khorami, A. Amirzadeh, R. Doostmohammadi and M. Ghashang, J. Iran. Chem. Res. 2
(2009) 57.

[25] A. Varghese, A. Nizam, R. Kulkarni and L. George, Eur. J. Chem. 4 (2013) 132.

[26] J.M. Khurana and D. Magoo, Tetrahedron Lett. 50 (2009) 7300.

[27] K. Mazaahir, C. Ritika and J. Anwar, Chin. Sci. Bull. 57 (2012) 2273.

[28] H.R. Shaterian, A. Hosseinian and M. Ghashang, ARKIVOC ii, 59 (2009).

[29] M. Sayyafi, M. Seyyedhamzeh, H.R. Khavasi and A. Bazgir, Tetrahedron 64 (2008) 2375.

[30] A. Gharib, B.R.H. Khorasani, M. Jahangir and J.H.W. Scheeren, Bulg. Chem. Commun. 45 (2013) 64.

[31] A. Khazaei, M.A. Zolfigol, T. Faal-Rastegara, G. Chehardoli and S. Mallakpour, Iran. J. Catal. 3 (2013) 211.
[32] O. Goli-Jolodar, F. Shirini, M. Seddighi, RSC Adv. 6 (2016) 26026.

[33] M. J. Frisch, et al. Gaussian-03 ed.; Gaussian, Inc.: Wallingford CT, (2003).

[34] A.R. Kiasat, S. Noorizadeh, M. Ghahremani, S.J. Saghanejad, J. Mol. Struct. 1036 (2013) 216.

(JQCS)



