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Abstract 

Luffa cylindrical fibers were used to remove the cationic dye methylene blue (MB) from aqueous solutions. 

Screening factors which can affect the sorption has been discussed previously. In this study, a response 

surface methodology (RSM) based on three-level three-factorial Box–Behnken design was used. The effects 

of three variables, such as the ratio(R) mass of adsorbent/initial concentration of dye, pH0 and size of 

particles on the adsorption capacity for MB were examined. The optimum conditions (R : 527.27, pH0 : 6 and 

very fine particle size) for achieving an elimination of 90.04%, were determined by the results of statistical 

analysis. 
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I. Introduction 

 
Industrial development causes serious 

environmental pollutions [1]. Among these 

industries we found the textile one which is the 

major source of colored effluents production in 

wastewater [2].This wastewater contains a variety 

of substances and organic compounds which are 

toxic for the aquatic organisms and plants [3]. 

Methylene blue (MB) is the most dye widely used 

by textile industries to color their products. 

Therefore, there are a lot of methods to treat this 

effluent [4-16]. Adsorption process is one of the 

most used due to their low energy cost which is 

economical and easy to manufacture [17-19]. More 

than 185 published papers show that low-cost 

adsorbents have the capacity to remove the MB 

[20-26]. 

In the present article we chose to work with an  

 

 

 

agricultural solid waste such as a Luffa cylindrical 

fibers. This biomaterial is used for the disposal of 

toxic products in aqueous effluents. In fact, 

different studies used this biomaterial in different  

ways and their characteristics had been mentioned 

[27-29].  

The aim of this study is to optimize and to model 

the sorption phenomenon of cationic dye (MB) 

using fibers of Luffa Cylindrical as an adsorbent. 

To determine the optimum, a response surface 

methodology [30-33] had been applied [34-37] 

using a Box-Behnken design. This design uses three 

factors with three levels [38-40]. The parameters 

were the mass ratio adsorbent/initial, the particle 

size of adsorbent and pH0. The response was the 

elimination percentage of dye. 
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II. Material and methods 

 

Methylene blue (99.9% from Aldrich) was the dye 

to be removed. Luffa Cylindrical fibers were used 

without treatment. The physical characteristics of 

Luffa cylindrica fibers were shown in previous 

study [41]. The deionized water was used to prepare 

all aqueous solutions. 

Tests were performed in a backer of 250 mL 

capacity. Temperature was kept constant using a 

thermostatic bath. The experiments were performed 

by contacting a certain mass of adsorbent with 100 

mL of desired concentration of cationic dye. 

The residual concentration of the MB was analyzed 

by the spectrophotometric method using a visible 

spectrophotometer (CecoMAM) set at a wave-

length of 665 nm, corresponding to a maximum 

absorbance determined experimentally.  

Dye removal, Yexp.(%), was obtained by equation 1: 

 

 

(1) 

 

Where C0 and Ceq are the initial and the equilibrium 

liquid-phase concentrations of MB (mg L-1) 

respectively.  

 
 

III. Results and discussion 

 
A. Experimental domain 

The factors selected for this study and their levels 

are shown in Table 1. For the size of adsorbent the 

different granulometry is coded by the software in 

the following way: gross (1), fine (2) and very fine 

(3). 

The domain of the other factors was determined in 

previous study when we used a screening design 

[41]. Applying the Plackett-Burman design, it was 

found that the influence factors in this phenomenon 

are: the pH0 of solution, the initial concentration of 

dye and the weight of adsorbent.  

The results of the eliminated percentage of MB 

(Yexp. and Ytheor.) are presented in table 2. 

 

 
Table 1: Experimental domain for factors 

 
Table 2: Experiment results using Box-Behnken matrix 

 

Levels R pH0 Size 

Maximum 2000 10 Gross 

Middle 1100 8 Fine 

Minimum 200 6 Very fine 

 

 
B. Histogram and line Henry residual values for 

yield  

It can be seen that the histogram follows a bell 

curve. It is also observed that the values of the 

histogram are highly symmetrical with wider-

looking fitted distribution (Fig.1-left).  

Henry's lines are useful for evaluating the normality 

of a data file, even when the number of 

observations is rather small. It was observed that 

the points tend to form a straight line, indicating 

that the residual values are distributed 

approximately normally (Fig. 1-right). It is also 

Stand. 

Order 

Run 

Order 

R Size pH0 Yexp.% Ytheor.% 

14 1 1100 2 8 87.78 87.78 

12 2 1100 3 10 82.71 83.13 

1 3 200 1 8 86.97 85.42 

9 4 1100 1 6 86.29 85.87 

13 5 1100 2 8 87.78 87.78 

5 6 200 2 6 86.29 86.26 

11 7 1100 1 10 86.96 87.75 

6 8 2000 2 6 82.23 83.47 

7 9 200 2 10 87.04 86.79 

10 10 1100 3 6 91.84 90.04 

2 11 2000 1 8 84.97 84.15 

4 12 2000 3 8 78.81 80.36 

15 13 1100 2 8 87.78 87.78 

3 14 200 3 8 84.95 85.77 

8 15 2000 2 10 85.88 84.91 
100(%)

0

0
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observed that the ends of the distribution deviate 

slightly from a straight line.  

 

 
Figure 1: Histogram and line Henry residual values for yield 

 

C. ANOVA 

The results of the analysis of variance (ANOVA) 

are shown in Table 3. 

 
Table 3: Coefficients and P-value of the factors considered by 

 

Termes Coef P 

Constant 87.7810 0.000 

R -1.6688 0.125 

size -0.8605 0.387 

pH0 -0.5082 0.600 

R2 -2.7231 0.097 

Size2 -1.1339 0.435 

pH0
2 0.3000 0.831 

R × Size -1.0354 0.457 

R × pH0 0.7255 0.596 

Size × pH0 -2.4494 0.115 

 

From Table 3, it can be seen that among the factors 

studied, the most significant factors are the ratio 

mass of the adsorbent to the initial concentration of 

the dye (R), R2 and the interaction effect between 

the particle size and the initial pH (Size × pH0) with 

the αvalue of  0.15. 

 

D. Mathematic model 

 

For uncoded units 

 

 

 

For coded units  

 

 

 

E. Response surfaces and contours 

 
The software Minitab 16 allowed us to plot the 

response surfaces and contours for all factors with 

the chosen response. The best elimination 

percentages of MB are represented by a red zone in 

all response contours. 

From the fig.2 and 3, yields greater than 90% were 

obtained when the pH0 is 6 (minimum level), R 

between 300-700 and a maximum level for the size 

of adsorbent (very fine). This is confirmed by the 

sloping convex surfaces. 
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Figure 2: Contour surface and response surface of Yexp. 

according to R  and Size at pH0 6 

 

With a middle level of ratio R (fig.4), the best 

percentages of elimination of MB (Yexp> 89%) 

are in two regions: at pH0 10 with a gross particle 

size and at pH0 equal to 6 with a very fine 

granulometry. And this was reinforced by the shape 

of the response surface [42]. 

Indeed, the removal of a high concentration of MB 

was favored at neutral pH of solution and a very 

fine granulometry where the contact surface is large 

[43]. 

 

 

 

 

 
Figure 3: Contour surface and response surface of Yexp. 

according to R  and pH0at Size very fine 

 
 

 

 
Figure 4: Contour surface and response surface of Yexp. 

according to Size  and pH0at R 1100 

 

F. Optimization and validation of the model 

In the aim to found an optimal point where the 

response is maximal a constraint was imposed on 

all factors. As a result of several optimizations the 

best optimization results are grouped in Table 5. 
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Table 5:The criteria of optimization 

Parameters 

FACTORS Ytheor.(%) 

R Size pH0 
 

527.27 Very 

fine 

 6        90.12 

After obtaining the optimum conditions, a 

verification has been carried out. The same 

experimental setup was taken as following: the 

temperature of the bath was 20 °C, the stirring 

speed was set at 350 rpm, initial concentration of 

MB of 12 mg/L, a mass of adsorbent of 0.6327 g 

(for an R ratio of 527.27) where the particle size 

chosen was very fine and an initial pH of 6. The 

result of the sorption gives an experimental 

eliminated percentage of 90.04%. 

 

 

Figure 5: Correlation between theoretical and experimental 

yield. 

 
To check the model, a comparison between 

theoretically (Ytheor.) and experimentally (Yexp.) 

values was examined. Indeed, from the figure 5 we 

ought to say that the points are fairly distributed 

around the regression line with a correlation 

constant of 0.923. This proves that the 

mathematical model represents well the sorption 

phenomenon in this context. 

 

IV. CONCLUSION  

 

This work showed that the optimization of sorption 

of MB using Luffa cylindrical fibers in batch mode 

was examined. The Box-Behnken design was used 

to model and to optimize the phenomenon. It was 

found that the modeled polynomial of the 

elimination of MB is function of all the factors 

studied, their squares and their interactions were 

given. 

The optimum conditions found were verified 

experimentally. An R = 527.27, a very fine particle 

size and pH0 = 6 was obtained for a theoretical 

response of 90.12% which is close to the 

experimental value 90.04%. The same optimum 

conditions are maintained except for the initial pH. 

The pH0 was reduced to 5 to give a percentage 

removed of 90.20% and to 4 to give 88.98% of 

elimination of MB. This indicates that the number 

of sorption sites charged negatively, decreased and 

the number of surface sites charged positively, 

increased with the decreased in the pH of solution. 

This result is due to the presence of excess H+ ions 

competing with dye cations for the sorption sites of 

Luffa cylindrical fibers. 

 

 

REFERENCES 

 

1. S. Bendebane, L. Tifouti, S. Djerad, The effect of 

the nature of organic acids and the 

hydrodynamic conditions on the 

dissolution of Pb particles, RSC 

Advances,(2017)77-86, 

2. K. Mohanty, J.T. Naidu, B.C. Meikap, M.N. 

Biswas, Industrial & Engineering 

Chemistry Research, (2006)(45) 5165. 

3. K.R. Ramakrishna, T. Viraraghavan. Dye 

removal using low cost adsorbents, Water 

Sci. Technol. (1997); 36 (2–3) 189–196. 

4. M. Rafatullah, O Sulaiman, R Hashim, A 

Ahmad. M. Rafatullah et al. Adsorption of 

methylene blue on low-cost adsorbents: A 

review, Journal of Hazardous Materials, 

(2010) (177)70–80. 

5. M.R. Sohrabi, M. Ghavami, Photocatalytic 

degradation of Direct Red 23 dye using 

UV/TiO2: effect of operational parameters, 

y = 0,770x + 19,66
R² = 0,923

75

80

85

90

95

75 80 85 90 95

Y
 t

h
e

o
r.

 %

Yexp.%

https://pubs.acs.org/journal/iecred
https://pubs.acs.org/journal/iecred


Algerian Journal of Engineering & Research                                                                                   AJER, VOL.4(2), 2021 

22 
 

Journal of Hazardous Materials, (2008) 

153, 1235–1239. 

6. M. Sleiman, D.L. Vildozo, C. Ferronato, J.M. 

Chovelon, Photocatalytic degradation of 

azo dye Metanil Yellow: optimization and 

kinetic modeling using a chemometric 

approach, Applied Catalysis, (2007) (B 77) 

1–11. 

7. L. Bahloul, F. Bendebane, M.Djenouhat., H. 

Meradi, F.Ismail. effets and optimization 

of operating parameters of anionic dye 

extraction from an aqueous solution using 

an emulsified liquid membrane: Aplication 

of designs experiments, Journal of Taiwan 

Institute of Chemical Engineers, (2016) 

(59), 26-32, Issue-7. 

8. N. Zaghbani, A. Hafiane, M. Dhahbi, Removal 

of Safranin T from wastewater using 

micellar enhanced ultrafiltration, 

Desalination, (2008) (222) 348–356. 

9. J.S. Wu, C.H. Liu, K.H. Chu, S.Y. Suen, 

Removal of cationic dye methyl violet 2B 

fromwater by cation exchange membranes, 

Journal of Membrane Science, (2008) 

(309) 239–245. 

10. L. Fan, Y. Zhou, W. Yang, G. Chen, F. Yang, 

Electrochemical degradation of aqueous 

solution of Amaranth azo dye on ACF 

under potentiostatic model, Dyes 

Pigments,(2008) (76) 440–446. 

11. M.X. Zhu, L. Lee, H.H. Wang, Z. Wang, 

Removal of an anionic dye by 

adsorption/precipitation processes using 

alkaline white mud, Journal of Hazardous 

Materials,(2007) (149) 735–741. 

12. G. Sudarjanto, B. Keller-Lehmann, J. Keller, 

Optimization of integrated chemical–

biological degradation of a reactive azo 

dye using response surface methodology, 

Journal of Hazardous Materials, (2006) 

(138) 160–168. 

13. V. Sarria, M. Deront, P. Peringer, C. Pulgarin, 

Degradation of a biorecalcitrant dye 

precursor present in industrial wastewaters 

by a new integrated iron (III) 

photoassisted-biological treatment, 

Applied Catalysis, (2003) (B40) 231–246. 

14. J. Garcıa-Montano, L. Perez-Estrada, I. Oller, 

M.I. Maldonado, F. Torrades, J. Peral, 

Pilot plant scale reactive dyes degradation 

by solar photo-Fenton and biological 

processes, 

JournalPhotochemistry and Photobiology,(

2008) (A 195) 205–214. 

15. B. Lodha, S. Chaudhari, Optimization of 

Fenton-biological treatment scheme for the 

treatment of aqueous dye solutions, 

Journal of Hazardous. Materials, (2007) 

(148) 459–466. 

16. B.H. Hameed, F.B.M. Daud, Adsorption studies 

of basic dye on activated carbon derived 

from agricultural waste: Hevea brasiliensis 

seed coat, Chemical Engineering Journal, 

(2008) (139) 48–55. 

17. E. Koller, Aide-mémoire: Génie chimique, 4e 

édition, Dunod, Paris,  2013. 

18. L-M. Sun, F. Meunier, Adsorption: Aspects 

théoriques. Techniques de l'ingénieur, 

traité Génie des procédés, J 2730. 

19. W. J. Masschelein. Processus unitaires du 

traitement  de l’eau potable, Édition 

CEBEDOC, Liège, Paris ; 1996. 

20. D. Ghosh, G.K. Bhattacharyya, Adsorption of 

methylene blue on kaolinite, Applied Clay 

Science  Journal, (2002) (20) 295–300. 

21. Y. Bulut, H. Aydin, A kinetics and 

thermodynamics study of methylene blue 

adsorption on wheat shells, Desalination , 

(2006) (194),  259– 267. 

https://www.journals.elsevier.com/applied-clay-science
https://www.journals.elsevier.com/applied-clay-science


Algerian Journal of Engineering & Research                                                                                   AJER, VOL.4(2), 2021 

23 
 

22. K. Vasanth kumar, V. Ramamurthi, S. 

Sivanesan, Modeling the mechanism 

involved during the sorption of methylene 

blue onto fly ash, Journal of Colloid and 

Interface Science , (2005) (284) 14–21. 

23. G. Annadurai, S.R. Juang, J.D. Lee, Use of 

cellulose-based wastes for adsorption of 

dyes from aqueous solutions, Journal of 

Hazardous Materials, (2002) B (92) 263–

274.  

24. B.H. Hameed, Evaluation of papaya seeds as a 

novel non-conventional low-cost adsorbent 

for removal of methylene blue, Journal of 

Hazardous Materials, (2009) (162) 939–

944. 

25. L. Bouziane, F. Bendebane, F. Ismail, R. 

Dilimi. Removal of zinc and cadmium 

from an aqueous solution using sawdust as 

a low-cost adsorbent: application of 

Plackett–Burman design, Desalination and 

water treatment, (2012) (49), issue 1-3, 

189-199.   

26. M. Rafatullah, O. Sulaiman, R. Hashim, A. 

Ahmad. Adsorption of methylene blue on 

low-cost adsorbents: A review, Journal of 

Hazardous Materials, (2010)(177) 70–80. 

27. S. Hanini, Contribution to the study of 

unbleached pulp washing arranged in a 

fixed bed thick. Magister Thesis, USTHB, 

1988. 

28. H. Demir et al., Dye adsorption behavior of 

Luffa cylindrica fibers, Journal of 

Hazardous Materials, (2008) (153), 389–

394. 

29. G. Henini, Y. Laidani, F. Souahi, S. Hanini, 

Study of static adsorption system 

phenol/Luffa cylindrical fiber for industrial 

treatment of wastewater, Energy Procedia , 

(2012) (18) 395 – 403. 

30. R.H. Myers and D.C. Montgomery, Response 

surface methodology. John Wiley, New 

York, 1995. 

31. D.C Montgomery. Design and Analysis of 

Experiments, 7th ed., John Wiley and 

Sons, 2008. 

32. E.P G Box, Norman  R. Draper; response 

surfaces, mixture, and Ridge analyses, 2nd 

edition, wiley, series in probability and 

statistics, 2007. 

33. D. Angel, V. Daniel, Design and analysis of 

experiments, Springer, New York, 1999. 

34. M.K.B. Gratuito, T. Panyathanmaporn, R.-A. 

Chumnanklang, N. Sirinuntawittaya, A. 

Dutta. Production of activated carbon from 

coconut shell: optimization using response 

surface methodology,Bioresource 

Technology Journal, (2008), (99) 4887–

4895. 

35. B.H. Hameed, I.A.W. Tan, A.L. Ahmad. 

Optimization of basic dye removal by oil 

palm fibre-based activated carbon using 

response surface methodology, Journal of 

Hazardous Materials, (2008) (158) 324–

332. 

36. I.A.W. Tan, A.L. Ahmad, B.H. Hameed. 

Preparation of activated carbon from 

coconut husk: optimization study on 

removal of 2,4,6-trichlorophenol using 

response surface methodology, Journal of 

Hazardous Materials, (2008) (153) 709–

717. 

37. M.A. Ahmad, R. Alrozi. Optimization of 

preparation conditions for mangosteen 

peel-based activated carbons for the 

removal of Remazol Brilliant Blue R using 

response surface methodology, Chemical 

Engineering Journal,(2010) (165) 883–

890. 

https://www.journals.elsevier.com/bioresource-technology
https://www.journals.elsevier.com/bioresource-technology
https://www.journals.elsevier.com/chemical-engineering-journal
https://www.journals.elsevier.com/chemical-engineering-journal


Algerian Journal of Engineering & Research                                                                                   AJER, VOL.4(2), 2021 

24 
 

38. J. Goupy, Plans d’expériences pour surface de 

réponse, Edition Dunod, Paris, 1999. 

39. K. Hinkelmann O.Kempthorne; introduction to 

experiment design: design and analysis of 

experiment, volume 1, 2nd edition, wiley, 

series in probability and statistics, 2007. 

40. W. Tinsson, Plans d’expérience : constructions 

et analyses statistiques. Collection 

Mathématiques et Applications, Vol. 67, 

Springer, 2010. 

41. F. Bendebane, S. Bendebane, F. Ismail. Batch 

adsorption of basic dye using Luffa 

cylindrical fibers. Application of Plackett-

Burman design, ICWEE2017, 28-

3March2017. 

42. J. Sánchez-Martín, M. González-Velasco, J. 

Beltrán-Heredia, J. Gragera-Carvajal, J. 

Salguero-Fernández, Novel tannin-based 

adsorbent in removing cationic dye 

(Methylene Blue) from aqueous solution. 

Kinetics and equilibrium studies. Journal 

of Hazardous Materials, (2010) (174) 9–

16. 

43.L. Fan, Y. Zhang, C. Luo, F. Lu, H. Qiu, M. 

Sun, Synthesis and characterization of 

magnetic β-cyclodextrin–chitosan 

nanoparticles as nano-adsorbents for 

removal of methyl blue, International 

Journal of Biological Macromolecules, 

(2012) (50) 444– 450. 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 


