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ABSTRACT

This research Includes the synthesis of some formazan derivatives from reaction of
terephthaldehyd with Phenyl hydrazine through hydrazones (1) and ended with formazan
derivatives as follows: Synthesis of hydrazon through reaction of terephthaldehyd with Phenyl
hydrazine compounds (1). Convert hydrazon compound number (1) to the formazan derivatives
through reaction with diazonium salts the compounds (2-14). Stability of pigments synthesis
compounds was measured of (2-14) by using wool, cotton, paper and sawdust have shown that,
these compounds (pigments) have good stability against washing with water and then use a
bleaching solution .

The synthesized compounds have been characterized by Ultraviolet (UV) , Infrared spectrum
(FT-IR) , Nuclear Magnetic Resonance (*H-NMR) , ( C.H.N) analysis of the elements for some
compounds and by their melting point and checked through T.L.C. Study the dyes stability and
antibacterial activity of some of the synthesized compounds against Gram positive bacteria
(Staphylococcus aureus , Streptococcus pyogenes) and Gram negative bacteria( Escherichia Coli
and Pseudomonas aeruginosa )and they were found to exhibit good to moderate antibacterial
activity.

Keyword: Hydrazine, Formazane, Diazonium Salts, Antibacterial Activity .
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(Introduction) 4asial). 1
( Hydrazones ) «ligjhaugdl 2.1

Osluel Aesens o lelia gt U [1] degall Gppmall LSl Gilial e lia cligihugll e
. [2] (X= H, R, Ar, OH, NHR ¢ua (/C=N_X) ilises V) Slpe paa ity (70 N )

whaedl S (RNHNHy) opbuedl (4 omd) desens Jelil dam dale 3ysay @ligihugl ol
Al SN ol ligSen Al Jelii duany 3 05aS0 5 el Jiisy)S degene ga . (R-CONHNH,)
05l o el sulall Qs Aegana slS ) abuell S cubuell sl pa¥) G 83 B dsasdll

O ) R 5 [3TAcial) 5pn¥) (s el i i Ading & o(ciel Jsa)S) s e s WSp0 e

D delal) Al
D D'-I'@ #a |-- . "l
0 — —C—n.—MHFE—l- r:,—‘u NHR| ——== R— ‘~J N= C
A, A, | | H
CH H OH;
@
R 10, alkyl, aryl, acyl

3 (-N-N-CN-NH-)  allaill e goaall o L aS5i b gyind iy disldd) clSyadl e filagsill iy
slasll & Al aal ohloysilly [4] - (*mme—n) sl sedal Tnnal) oag dig ST VY] e LS Hall 028 (ggias
il WS Al pld) adladll 3 eS8 Wil o YIL[4] lelaal s alill Al o) Cus daelia dpaa) 4aly [5] Ablail)
+ [6]cpudl LDl Tl LD s Fpim Salime iyl SlSpe 5 Cim Sailly cpladl a3
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Methanol
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N—N
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@ A=H,3-OH,4-OH,3-Br,4-Br,3-CH3,

4-CH3,3-OCH3,4-OCH3
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(Experimental Part) el ¢al).2
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(Synthesis of Methods) juasill gk .1.2
(Synthesis of Hydrazones) :(1)cgibulgd) ssass . 1.1.2
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(14-1) syl el ity crs3ell Al byl 1(1) Jgand

Molecular
Comp.
N Ar. Formula Color M.P °C Yield% Rf
O.
M.Wt g/mol
1 @ CorHieN velow 0.919
20T 273-275 74 '
314
2 : Q C1,H,4N:Cl 0.952
2 52;18 ? Red Light 193 - 195 77

C,4H;oN:O
3 HaCOO 3 53;28 : Dark Brown 251 - 253 72 0.948

C3,H,4NsBr,

4 Dark Red | 210 -212 79 0.954
o 630
C:H-«N
5 Q 2R Red Brown 123-125 78 0.928
522
C.,H~oN
6 0TS Dark Brown | 165 - 167 81 0.934
550
. C1,H,uN,Cl Greenish
7 @ 32T 250 - 253 62 | 0.965
597 Black
Cz,H,,N:ClI
8 3 R Dark Yellow | 255 - 257 73 0.918
660
C»,H,4N:ClI
9 G e Brown 340-342 | 60 | 0.899
591
C:,H-oN
10 i < > 32552; 10 Green Brown 280* 80 0.925

HOOC C H N O
11 C RS Yellow Light | 284 - 286 67 0.986
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irgge?
C3,H,uN; O Greenish
12 @ e 253-255 | 69 | 0.911
612 Black
C3,H,4NgO
13 @ 20T Yellow 284-286 | 54 | 0.958
554
CyHyuN
14 @ OO | DarkBrown | 168-170 | 81 | 0.914
578
*Decomposition

(Dyeing Peocesses) 4&luall cililee.2.2

i w cun (1) sl 3l leail ilayas Ll Digaally spianal) Clisall alasinly A2 luall Gllee Cadd
el BLall 8 AR Al lpall o3 ()5S Cudal) 5L s (3)slly Cageally Gl A g Aeluall cilileal Sga o))
(Method of Study) isluall 43,)k.3.2

G (14-2) e (DS ) bl Candl 8 adidald &5 ¢ an) Gl (e e M e debuall 48l Gadic)
delua sy JS Ay cdana [13] Gl ¢ Abiall 5SHAL L)) cad  Allg 8 panal)l Glinally 4ie lua s & J5EY)
Shial) oLl suad) cilinll Jue ddee Cal 8 (2750) daps tie delu saaly (b alasiul Zeluall aay ol Caiay
Qi & paldll Jolas aladiuly Gliell due ddee Cypal @l 2 5 ¢ dels Baaly (9)a) Be (il Ciliall Cadia
Jually deluall Gllee @) a5 L (6) Jsanll AL (g5iue maiagh o M5 3aals Aol Baaly (o) Bye (AL Ciliall
e pladinlyy (iall slisy @)dly Gasall) AV IO Gliall e Gall aladiul cadailly pualdlls e Ll

)5Sl il e die 8 e bpanall Cilisal

( Anti-bacterial study) L sl 3alaal) 4u)a1.4.2

+ pyanall LS pal) apeaad 3, Alledl) Casys Cum LS e Al g sl Ang)l e 3,00 Auhall ¢ha)
(Inhibition test) (Laldl ;i) 48,,k) LAl saliaal) Aladl) jLG4).5.2

Lenpall aihall (o dap¥) g 15D 4l il paxivns 4 Culin 3 Al s 8 [10] aielesy Bauer diph cuadel

A delu 16-15 52a 2°37 5ha dad Jausll (uasy (Nutrient) agar il il Jaugll ) 2)S Zaaal 2Ll
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Jlainly Gaball mhass e cpiig (Nutrient agar) claall gl IOV Lavgdl N agiall Gl e 3(w 0.1 Ju
Ry GULY) S5 3 Lkl 558 AxdY) Candy B8 gl £lians sixa uld Gils (i) 3 (LOOP) ivne s
o oabil Copan i Bl b g bpmadl LSl Lafd) Sl Gl L i) dlee Jpeand 4dds 30 524 237
JAY) cude Jlaainlyy pap JS axle 3,20 Aleadlly ddizall ole 6 hdy (Whatman No.1)1-guils madifll 3)5
GLLY) Cias lall (af g HEY) mhan o aieey e Jailey Gal @Y1 o)) 2°50 (& Cadatl) axyge GBlladl)
Ampicillin - cplaad) Jie dauldll 4pall Glabiad) any Jleaind & o dapfil) dadaie uld 25 4ol 20 324 37 2ie
3y Ghiida A i b e alde¥h @ldg )bl @lieS Amoxicillin: ¢luSgaly Erythromycin ol )y
J11T Gadlad) dsall dadiia Gliagad e sadizaly daaall
(Results & Discussion) d.ilial)y giliill. 3

leleily 0abaelly Dase MO wo s Ll o lotise Ofilaysll Cliita ey jumat Caadl N e
—:5l) il b LSy ALl (fjlaysill cliidiay
Ol i [2=<O=<

Reflux 4hrs EtOH
CH;COOH

I ;
HN—N_COC N—NH

R

</:\>—NH3 ClII—>"“"\'°’+H ““““ QN N]CI |
/ PH(10-12)

R=H,2-C1,4-C1,3-C1,2,4-C1,4-Br,4-OCH ;,4-NH,.4-OH.,4-COOH . 4-CH;,4-CH,CH;

(14-1)8 a0l (hilaysil) cliiial Sl sl 2(1) ke
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(Discussion Organic Part) gl sjall 4d8Ua .1.3

A a13,12° Al ann g b Sl o el ) Jelis DA Ga [1]0s3uell Spn st

14|

O/_Ox‘ . ° ° on on
I Il 2H 1l 1l | |
H—C C—H — > H—C C—H — HC CH

) @
H20<\ /' o \CH C/H
/CH & \®
HN\:) “NH HzN\ NH;
NH

+
-H20/-2H

_ 7\
R HN—N Q
\_ HC C\I—\i R R=H
N—NH

(1) 0bauel) spand A0S0 1 (2)adada

AMaX ) 5 i dnse Jlshl elil Cua (UV-Vis) dpall-taniill 358 2 Cilay (1) cSpall Gasilii o

355 suagl (310) o) xie ((Amax ) dlsh dmge Jlshl ae (*méem) SVGED ) 2gn il (245) xie (
sliia) Laady (1) sl CSall (IR) shyenll cind LaiV) Cagda dalyy Yoy L (FT46N) 58 (o iy SN iyl
(C=N) desandl a5 o (1660) vie Aawsio dajs sedas waallia il 5250 (C=0) UpislS degana Jae dais
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I (3070) e 38l dimisia Galiaial aia ek elld e Stmi ¢ (N=N) 8,a¥) Jas Zajal 3503 s (1070) e
- sl e Aleg Vs Al V) (C—H) desan i dae Zajal s2le "o (3093)

xie 52l Alangie ) Aughy sala ZajaS sale ekt i Aslas ) Adlall 36all (C=C) 3pa¥) Jan iais Cijels LS
(1) el s hyandl ot A G Gy (2) ISl Lo (1558) 4ty '-ans (1445)
(14 ~2) chlasill SlSye paddly juians .2.1.3

[ Opmued o) et O dlal Gy, Ghlosl Gl jpmad &

Fast Fast
MNaMNO,+FICT = NaCl+-HONC HLO-NO < Hz0+NO

:—N:g —

H

R R .
H
ﬁ . N=N Q—N‘;N%—H-—&N:N—OH
R R H

Oy 250 & OO
@%H o = <
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R=H,2-Cl,4-C1,3-Cl,2,4-C1,4-Br,4-OCH,,4-NH,,4-OH,4-COOH,4-CH,,4-CH,CH,
(14-2) hlaysdll Cliidia yuans 8551800 1(3) ki

die aliaidl aja el spmndl GlSpall (UV-Vis) 4 pali-apali-aauind) (358 4aY) Caldl dulps iy
Cro g AN Y agat i gils (397-303) die (alaial ajag (*me—m) <Vl ) asad jia il (252-237)
cipand) (14-2) Gl pall L) (358 2t cilaliaial aal a cpar(2) Jsaalls (*74-n) g3

Ll ) (C-H) dja sliial Jangl (14-2) spmnall Ghloysill culdiiiad (IR) sheall cond dadY) Cigda 4y e
N-)dc sanall Lae daja ysels U dlial 'ans (1452-1442) sic (N=N) 5D 4358 daja seday ~ous (3070) e
G5 AxiVls shyeal) cand AadY) Gl aliaial milis (5)Jsaalls <! o (3300-3296) a0 die (g5l cpel (H

(14,11,2) @S pall ¢ )yandl it dadY) Gilidal o (5,4,3) Y5 ¢ (14-2) b yall dpmnind)
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i
("H-NMR) ¢ 5igll pusaliaall 5953 (i) Cilihal A .3.1.3

Jie ol sasiuly (d°-DMSO) uiall lasinly (H'-NMR) (535 5ll aslalisnall (g55 iVl Gl s
e e Lo jumy llg sadiaall daull) (8) lasgy (bl 3 5 Jals aajeS (TMS) (Tetra methyl silane) S
i op ) Culky ppm) ¢ salal)
(1) ady @Ssall .1

Cligigull 2525 (7.81-6.73) ppMsassia L5 sels ("H-NMR) (y5igpull pblizall (g55ill o)l il il
C—)ic sanal 2523 7.83ppM dilaial) ie 53yt 5Ll Cijelis ¢ ey I Jalsil) Ll LS (14H) Jilisg aleyY) dalal)
Jiliis (N=H) desendd 2525 10.38pPM die 53je 5L8 Cjelag el ) Jalill lal WS (2H) Jilasy aglagyi(H
e 53 Cupelas (A°-DMSO)udall agai 2.48ppm dikaial) vie 5jie 5yl Cipelay elly ) JalSill Ll LS (2H)
A(5)Jsall 8 e LaSs e Ll A Syial 3 6a% 3.30ppm dalaidll
(2) &) el .2

Ciligigyll 2523 (7.85-6.75) pPMsassie L3 sels ("H-NMR) (j5ig,ll daliadl) (goqill (i)l Cada el
(N-H) desenal 2525 10.40pPM ie 53je 3)L3 Cipelay ¢ clld I Jalill HLal LS (22H) Jiliss Aoy dalal)
A(6)JSa) & se LS lld ) delsall Lal LS (2H) s
(3) 4 S5all .3

Cligigyll 2523 (7.86-6.75) pPMsassie L3 sels ("H-NMR) (ysigyull baliadl) goqll (i)l Cada el
agd 3.78ppm Akl ae 3HlEl cediy o el D) el il LS (22H)  Jiass dgleyY) dalal)
(N= degenal 3523 10.42PppM e 3300 5L Cipelay el I Jalill HLaT LS (6H) Jilisis 251 )(CH3)de sandd
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(4) 4 S5al .4

Cligigyull 2525 (7.86-6.74) ppMsassia L3 sels ("H-NMR) y5igyull nblianal) g55ll i)l il ekl
(N=H) dcsandd 303 10.41ppm aie 33y 3)LE) Cipelag ¢ clld I Jalill Wil W& (22H) Jiliss 45! dalal)
A(8)JSal) & se LSy lld 1) el Lal WS (2H) il
(5) by Spal .5

Cligigull 2525 (7.85-6.74) ppMsassia 551 sels ("H-NMR) (y5igpull plinall (g55ill o)l il il
3 1.16ppm  dibidl v 5lEl Cglay ¢ oGlld O Jelsall lal LS (22H)  Jias dgleyy) dalal)
agn 2.56ppM ikl ve Bl Gpeliy ey I Jelsll Wl LS (6H) Jilss AslalN)(CH3)de senl
(N= desend 25a5 10.41ppM xie 53)e 58 Coyelag cdlld ) JolSill HLET LS (4H) Jilisy 45l6l)(CHy)de senal

(9)JSJJ\ gﬁ (i \.AS} Sl ‘_,,J\ Jalal) )Lj (XS (2H) d—’liu H)
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(14-2) @lSyall dnniid) (358 2otV ¢ panll ans AnY) Calibal aliaial il £(2)d g

Amax IR(KBr),cm™
Comp.
Ar. Amax , | V=C-H | VC=C v
No. V C-N V N-H V N=N Others
EtOH Ar. Ar. C=N
245 1445 752
1 <C:j>4— 3070 | 1660 3312 | 1254 | -
310 1558 918
C4<>% 250 1491 ve—Cl
2 3047 1252 | 3302 | 1668 | 1450 (1092)
390 1591
@ (C-H)alph.
HyCO
251 1496 Vas(2945),
3 3045 1251 | 3296 | 1691 | 1452 | Vs(2838)
393 1586 VC-0-C
(1101)
{(>% 246 1489
Br VC_CI
4 3055 1250 | 3296 | 1685 | 1446
(912)
371 1585
<::j>_ 230 1495
5 3024 1242 | 3294 | 1672 | 1452 | -
355 1593
HC@ 235 1495 (C-H) alph.
6 3030 1248 | 3300 | 1674 | 1442 | Vas(2922),
361 1585 Vs(2855)
8 240 1491 vc-cl
7 <i::§;_ 3035 1250 | 3298 | 1672 | 1442 (1092)
358 1583
Cl
248 1489 vc-cl
g8 |° 3040 1250 | 3296 | 1702 | 1444 (1099)
303 1577
294 1491 vc-cCl
9 3035 1252 | 3296 | 1684 | 1448 (1099)
360 1581
__<::>_ 250 1496
HN V N-H
10 3045 1254 | 3298 | 1671 | 1445
(3410)
396 1585
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vV Cc=0
HooC 252 1496
%<::>_ (1695)
11 3043 1252 | 3296 | 1649 | 1446 Vo
397 1581
(3411)
NO
250 1498 (NO2)
Vasy(1565)
12 on 3035 1254 | 3298 | 1645 | 1450
Vsy(1367)
394 1583
252 1498 0-H(3379)
13 Hw{<:>k- 3030 1252 | 3298 | 1651 | 1442 v
396 1581
C-H Alph.
s 237 1500
@ Vas(2922)
14 3040 1250 | 3296 | 1660 | 1448
Vs(2864)
357 1579
V C-C (744)
(14,4,3,2,1) @lSyall (C.H.N) jualiall G Jidatl il 1(3)J g
Comp. | Molecular Found Calculated
NO. Formula C% H% N% C% H% N%
1 CyoHisN4 75.98 5.73 17.40 | 76.41 5.77 17.82
2 C3,H,4N;5Cl, 64.67 4.02 18.65 | 64.98 4.09 18.94
3 C;34H30N3O, 69.97 5.11 19.14 | 70.09 5.19 19.23
4 C3,H,4NgBr, 56.23 3.42 16.37 | 56.49 3.56 16.47
14 C36H34Ng 74.45 5.78 19.13 | 74.72 5.92 19.36
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(Anti-bacterial activity) L <0 5alaal) 44).2.3
(Inhibition Test) :(Lal@L jLay) 48y h)ddarial) Adladl) jLad) 3.3
Whatman )1-als malsll (s e palil s 38 ¢ allall sai 8 dpmadl GLSll L) 301 Gl
250 & Caiatll dys Glladd) JHEN) Cude Jleainlyy (e IS aile 3.2 Alesally dadind) ke 6 ki ((No.1
ol 5 dela 20 52e1 37 e LY Chivans syhad) Gaj ge JSY) i e abaes caslio Jailey (al @Y1 ey )y
L L S blan Adayn Adlad Lpide spasdl (3,5,6,7,14) @lSoall cnpelsl Cua L Lainl ddli
WS (Erythromycin ,Amoxicillin ¢<Ampicillin) 3kl EBllaal 45)lie il ol culSy Eschershia  coli
. Eschershia coli ;5\ &) Liayi) LSl jsea mns (12)dS8l)s5 . (4)dsand)l 8 ease 2
il Lp S el an Adain Adld (1,5,6,7,9,10,12,14) spmaddl bl cujelil LS

JRally (4)dsanll B mase 5o LSy sylanad) D lalaal Ap)lia Aulayiilll wd CulSy Pseudomonas aeruginosa

. Pseudomonas aeruginosa  )ysuag ) Galisesin LS Hga s (13)

Staphylococci aurues - sagall L Sl sl a8 Al L wd (6,14) 8pasall Gyl & 1yelal
Lol Lgiall &) LS jea (10)JSEls o (4)J5a) 8 pamse sa LSy sybadl cDlalaal A y)lha

. Staphylococci aurues

Streptococcus pyogenes i gl L Sl oL st ettt L wd (15) el Syl ekl
Aagiall 23iad) Sl UHSH ypea (11)JS05 .+ (4)Jsnll 8 pcage 8 LSy gyhadl Dl xad 3 jlia

.Streptococcus pyogenes
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oS Taseal Tungally ALl aBlall (e 230 sai b Bpinnal) lSpall LA Balinall Alladl) 1(4)J 52

Comp. Eschershia Psudomonas Staphylococci | Streptococcus

No. Coli Aeruginosa Aurues Pyogenes
1 - - _ _

2 _ _ _ _

3 0.7 - - -

4 _ _ _ _

5 1 1 - -

6 1.9 1.2 2.3 -

7 0.6 0.7 - -

8 _ _ _ _

9 - 1.4 - -

10 - 0.5 - -

11 - - - -

12 - 0.9 - -

13 - - - -

14 2.7 2 2 1.1
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T gally ALl aflall (e 230 sab & (Rygad) cilalinall) Slamd) D lelaa (ha 22a] LSl aliaal) Zlladl) 1(5)Jg2a

Stapphylococc
Comp. Pseudomonas Klebisalla
Name E.Coli us
No. Aeruginosa Pneumojae
Aureus
1 Ampicillin 3.6 2.5 2.5 2
2 Amoxicillin 2.6 2.7 2.9 2.5
3 Erythromycin 3.1 1.5 2.5 2.1

(s = Al i) 5,000 ) *

Llual alle.4.3

o ome WS deluall ddee (1)l b ljleail oy Ll Zigaally Spmaall il Caerii

Glags 4 Cajslad s Gl F Ll sied OIS 3 ¢ adle Agshs lall il ol Aasll) suaall ¢ L) o) (6)Jsaal)

sl lelue die Taals GG cujelily daly ool cojlialy Cantl) 8 8 el sad cadn 3 2100 (e ST 505l

G Al 8 ) aay Ll Al o cumilag ¢ Bua Aald @l culSy ealil) Jolae sainl llae 5 Lk,

paall LSl €l LAl Sl (e Al gl ealY) (dles Al sk
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(14 ~2) spmndll Ll il 4505 1(6)d 22

Okl i gall @8 didd) 8Ll

) y a2 a
Gudd) aay | Jedd) 22y | Jeidd) 22y Juidd) 22y Juidd) 22y
Gl | el St S
sl |oeladly | aldll »alilly »alilly
s Lally s Lally s Lally

2 +++ +++ +++ +++ +++ +++ +++ +++
3 +++ +++ +++ +++ +++ +++ +++ +++
4 +++ +++ +++ +++ +++ +++ ++ +
5 +++ +++ +++ +++ +++ +++ ++ +
6 +++ +++ +++ +++ +++ +++ +++ +++
7 +++ +++ +++ +++ +++ +++ +++ +++
8 +++ +++ +++ +++ +++ +++ + -
9 +++ + +++ + +++ + +++ +
10 +++ ++ +++ +++ +++ +++ +++ +++
11 +++ + +++ + +++ + +++ +
12 +++ +++ + - +++ +++ +++ +++
13 +++ +++ ++ + +++ +++ +++ +++
14 +++ +++ +++ +++ +++ +++ +++ +++

a—\d:l-.\f\n ?4;:(-)‘@@11‘3:(4-)‘ &Mﬂ@¢=(++)‘@b @Lﬂ =(+++) *
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s | | N\ i T e
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\
— FE = - ‘
(1) 4y SHall (IR) s hyeall cant A Cala 2(1) J8i
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